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Abstract

Ultrafast 3D structural imaging of single, non-periodic nanospecimens has become an increasingly im-
portant topic of research due to the capability of providing breakthrough discoveries on the study of
macromolecular structure and dynamics, which can change our perception of biology and physics. This
has motivated the development of X-ray sources and optics; and the improvement of coherent lensless
imaging techniques. In coherent lensless imaging, one can reconstruct a complex-valued image of a
sample, proportional to the object transmission function, from its diffraction pattern. This is accom-
plished using computational algorithms, which replace the conventional lens systems, overcoming the
manufacturing difficulties of focusing elements for XUV and X-rays. Using these techniques with ultra-
fast and coherent light sources, such as free electron lasers (FELs) and high-order harmonics, one can
investigate dynamic phenomena at femtosecond-time scales. In this thesis, we perform several studies
employing different coherent lensless techniques, proposing and testing improvements for increasing

performances in the quest for single-shot 3D imaging.

A first part of the work is dedicated to experimental studies at LUCA’s high harmonics beamline
of CEA Saclay, where computational corrections of spatial coherence in Fourier transform holography
(FTH) are investigated. Here, we report the first experimental demonstration in single shot of a new
technique for characterisation of the spatial coherence of a source, with application on Gaussian-Schell
beams. It is based on the interferometry through a 2D non-redundant array (NRA) of apertures, designed
in a strategic configuration to disentangle the degree of spatial coherence from the intensity distribution
of a beam. This feature makes it compatible with single acquisition and robust against beam-pointing
instabilities, two critical parameters for conventional coherence measurement techniques in the XUV/X-

ray ranges.

In a second part, we propose and demonstrate a new approach, compatible with single-shot imaging,
to correct in-line reconstructions from the aberrations of the illuminating beam. We propose an approach
for simulation and reconstruction of holograms, generated from in-line holography with waves affected by
aberrations, allowing for a compensation of the aberrations of the beam, while making use of magnifica-
tion. We explore this first approach with simulations, using the experimental wavefront of an XUV beam
focused by a KB optics system. We report a strong compromise of the quality of in-line reconstructions
and demonstrate a correction of the effects of aberrations, when accounting with the beam wavefront. A

new algorithm is also proposed for simultaneous correction of in-line holograms from optical aberrations

vii



and twin image. The twin-image correction implementation is firstly tested with experimental data from
a biological sample (phase and amplitude) illuminated by an aberration-free spherical-wave reference.
Good compatibility of the routine with 3D imaging is reported. An experimental validation with an astig-
matic wavefront is finally performed employing a HeNe laser. The setup is assembled with a wavefront
sensor, which allows the measurement of the phase map and respective Zernike coefficients in the con-
ditions whereby the hologram is recorded. We discuss briefly an implementation using XUV harmonics,
which was not successfully accomplished due to a limited beamtime.

Finally, a third part of this manuscript is dedicated to the application of concepts from Computer
Stereo vision to lensless X-ray imaging. In this context, a local algorithm for stereo matching is devel-
oped, with a 3D rendering applied to a lensless X-ray transmission scheme. We explore this scheme
through simulations providing discussions on how to overcome the problems inherent to the transmission
geometry in X-ray stereo imaging. We present an implementation of single-acquisition stereo lensless
imaging in an XUV HHG-based setup, with a setup based on the separation of a high-order harmonics
(HH) beam into two coherent sub-beams, which are later focused on the sample with a controllable
angle. Under this scheme a stereo-pair of diffraction patterns can be captured in a single-femtosecond
acquisition. Moreover, this system is perfectly suited to be implemented at XFELs and make use of
the high brilliance of these sources. Implementing this setup in LUCA’s harmonics beamline we re-
port retrieving depth insights of a pure amplitude sample in a proof-of-principle of computed coherent-
diffraction-stereo imaging. We apply as well computed X-ray stereo vision to biological samples with
predominantly-curved topography, reporting that the stereo foundations often fail in these samples. With
the aim of overcoming the stereo ambiguity in curved topographies and smooth composition gradients,
we propose to use contrast surface labels. We exploit the idea using two views from a test sample com-
posed by an arrangement of 50-nm-diameter gold spheres spread on a pyramid-shaped indentation. We
are able to successfully reproduce the pyramidal distribution of nanoparticles and, as well, the object
dimensions. Here, a 3D reconstruction is obtained without any a priori knowledge, proving that metallic
nanoparticles (or clusters of them), offering high contrast to X-rays, can be used as surface labels to
trace the 3D profile of objects. This is particularly impactful for curved surfaces or smooth composition

gradients, allowing to overcome the limitations of the technique for these topographies.
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French Summary

Limagerie structurelle ultrarapide en 3D de spécimens nanométriques isolés et non périodiques est
devenue un sujet de recherche de plus en plus important. Cette technique ouvre la voie a I'étude de
la structure et de la dynamique macromoléculaires avec des résolutions atto/femtoseconde, suscepti-
ble de modifier notre perception de la biologie et de la physique. Cela a motivé le développement des
sources de rayons X, des optiques X et de nouvelles techniques d’'imagerie ultra-résolvante. En imagerie
cohérente sans lentille, il est possible de reconstruire une image complexe d’un échantillon, proportion-
nelle a la fonction de transmission de I'objet, a partir de sa figure de diffraction. Ceci est accompli en
utilisant des algorithmes de calcul, qui remplacent les systemes de lentilles conventionnels, surmontant
les difficultés de fabrication des éléments de focalisation pour les rayons XUV et X. En utilisant ces
techniques avec des sources de lumiére ultra-rapides et cohérentes, telles que des lasers a électrons
libres (en anglais free electron lasers) et des harmoniques d’ordre élevé, il est possible d’étudier des
phénomenes dynamiques avec des résolutions femtoseconde et nanométrique. Dans cette thése, nous
réalisons plusieurs études utilisant différentes techniques cohérentes d’'imagerie sans lentille, proposant
et testant des améliorations pour augmenter les performances dans la quéte de I'imagerie 3D en simple
tir.

Une premiere partie du travail est consacrée aux études expérimentales réalisées sur la ligne de
lumiére a hautes harmonigues de LUCA du CEA Saclay, ou I'on étudie les corrections informatiques de
la cohérence spatiale en holographie par transformée de Fourier (en anglais Fourier transform hologra-
phy). Nous rapportons ici la premiére démonstration expérimentale en simple tir d’'une nouvelle tech-
nique de caractérisation de la cohérence spatiale d’'une source, avec application sur des faisceaux de
Gauss-Schell. La technique est basée sur I'interférométrie via un réseau d’ouvertures 2D non redon-
dantes, congues dans une configuration stratégique pour désintriquer le degré de cohérence spatiale
de la distribution d'intensité d’'un faisceau. Cette caractéristique la rend compatible avec les insta-
bilités d’acquisition simple tir et de pointé de faisceau, deux paramétres critiques pour les techniques
de mesure de cohérence conventionnelles dans les gammes XUV / rayons X. Nous montrons aussi que
la cohérence partielle du faisceau a un effet limité sur les reconstructions holographique, en particulier

lorsque comparée aux fortes variations d’'intensité subies par le faisceau dans I'échantillon.

Dans une seconde partie, nous proposons de corriger les reconstructions en holographie en ligne

a partir des aberrations du faisceau incident tout en conservant le grandissement. En effectuant des



simulations utilisant le front d’onde expérimental d’un faisceau XUV focalisé par un systéme optique
KB, nous rapportons un fort compromis sur la qualité des reconstructions. Un nouvel algorithme est
également proposé pour la correction de I'image jumelle. La mise en ceuvre a été validée sur un
échantillon biologique (phase et amplitude). Une validation expérimentale avec un front d’onde astig-
matique est également réalisée sur un échantillon synthétique. La configuration est assemblée avec
un capteur de front d’onde qui permet de capturer la carte de phase et les coefficients de Zernike re-
spectifs dans les conditions dans lesquelles I'nologramme est enregistré. Nous discutons brievement
d'une implémentation utilisant des harmoniques XUV, qui n’a pas été finalisée avec succés en raison
d’un temps de faisceau limité.

Finalement, une troisieme partie de ce manuscrit est consacrée a I'application de concepts de ma-
chine vision a I'imagerie sans lentille. Dans ce contexte, un algorithme local d’appariement stéréo est
développé et appliqué a différents cas: amplitude, phase et marqueurs nanométriques. La prise de
donnée est effectuée en une acquisition unique, avec une configuration basée sur la séparation d’un
faisceau d’harmoniques d’ordre élevé en deux sous-faisceaux cohérents, qui sont ensuite focalisés sur
I’échantillon, avec un angle contrélable. Selon ce schéma, une paire stéréo de figures de diffraction peut
étre capturée lors d’une acquisition d’'un seul tir femtoseconde. De plus, ce systéeme est parfaitement
adapté aux laser a électrons libres permettant ainsi de tirer parti de la brillance élevée de ces sources.
Une premiére démonstration de principle est faite sur la ligne de lumiére harmonique de LUCA. Nous
appliguons également la vision stéréoscopique aux rayons X a des échantillons biologiques ayant une
topographie a prédominance incurvée, en indiquant que les contraintes stéréoscopiques échouent sou-
vent sur ces échantillons. Dans le but de surmonter 'ambiguité stéréo des topographies courbes et des
dégradés de composition lisses, nous proposons d’utiliser des marqueurs de volume a fort contraste.
Nous validons cette idée en utilisant deux vues d’'un échantillon test composé d’'un agencement de
sphéres d’or de 50 nm de diametre, réparties sur une pyramide nanométrique en SisN4. Nous sommes
capables de reproduire avec succes la distribution pyramidale des nanoparticules et également les di-
mensions de l'objet. Ici, une reconstruction 3D est obtenue sans aucune connaissance a priori de
I'objet. Ceci est particulierement intéressant pour les surfaces courbes ou les gradients de composition

lisses, ce qui permet de surmonter les limites de la technique pour ces topographies.
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Chapter 1

Introduction

Coherent short wavelength radiation in the extreme ultraviolet (XUV) and X-ray regions is opening new
perspectives in lensless imaging, allowing nanometric resolutions at ultrafast time scales with a broad
range of applications in spectroscopy, metrology, material science, physics, chemistry and biology.

Three-dimensional access to a protein’s structure [1] and intact viruses [2, 3], as well as "movies”
of molecular dynamics [4, 5] are recent pioneer works, which revolutionized the nanoscale-imaging
concept, fueling the hope that dynamic real-space imaging of atomic structures may, ultimately, become
possible. Imagine the impact of recording "movies” of molecules, viruses and live microbes in action,
with atomic-spatial resolutions? What about the possibility of visualising femtosecond-to-attosecond
ultrafast phenomena [4-8]7? And how more profoundly advanced would be our understanding of nature
if we could access to such information in three-dimensions?

High-resolution imaging of single, non-periodic nanospecimens remains a great challenge nowadays.
Electron microscopy requires that the samples are frozen and deposited on a substrate, potentially mod-
ifying their structural content and operation mechanisms. Optical imaging techniques are limited in reso-
lution. Moreover, these techniques have extremely low penetration depth in most materials and therefore
are limited in their capability of imaging thick and buried structures. In contrast, intense femtosecond
X-ray pulses from free-electron laser (FEL) sources allow “diffraction-before-destruction” coherent lens-
less imaging of individual nanospecimens within one single exposure [2, 3]. In this scheme, a single
sample is injected from its native environment at room temperature into the FEL focus and, before the
sample is vaporized by the X-ray pulse, a diffraction pattern is recorded [2, 9].

This large potential has triggered the development of large-scale facilities such as synchrotron light
sources and X-ray free-electron lasers (XFELSs), based on particle accelerator physics, as well as high-
order harmonics generation (HHG) techniques, that employ tabletop femtosecond lasers. Thanks to a
high spatial coherence, ultrashort pulse duration and high photon flux, XFELs carry a huge potential to
resolve down to atomic scale processes, occurring on femtosecond (1 fs = 10~1% s) time scales [1, 2, 9—
11]. On the other hand, laboratory-scale laser-driven coherent X-ray sources, such as HHG in gases,

provide another alternative for ultrafast imaging at nanometer resolutions [12—15], moreover being the



only available source of attosecond pulses (1 as = 10~ '8 s) [16-19].

High-order harmonics generation in gases is a process in which noble gas atoms excited by an in-
tense laser field at frequency w, emit radiation of higher frequencies that are odd integer multiples of w,.
A typical spectrum of high-harmonic emission spans tens-to-hundreds of eVs in the extreme ultraviolet/
soft X-ray regions [20]. Most applications that use HHG light have been limited to the extreme ultraviolet
region of the spectrum (<150 eV), where efficient frequency up-conversion is possible, with the use of
the widely available Ti:sapphire lasers, operating at a wavelength of 800 nm [21-23]. High-harmonic
sources reveal high brightness [24, 25], a high degree of spatial coherence [14, 26], ultrashort pulse du-
ration [8, 13, 17], wide tunability, compactness and low equipment cost [14]. Among other possible appli-
cations, one can emphasize the possibility of probing the electron dynamics on its natural time scale, via
attosecond pulses [16], and the high-resolution imaging with XUV lensless imaging techniques [14, 27].
Indeed, given recent advances in single-shot imaging with these sources [12, 13], "diffraction-before-
destruction” coherent diffraction imaging (CDI) of individual nanospecimens may reach laboratory-scale

experiments in a near future.

Coherent diffraction imaging (CDI) is a lensless imaging technique in which a coherent beam is
incident on a reflective or transmissive object and the intensity pattern of the diffracted field is captured
with a detector array, typically in the far field [2, 13]. This technique replaces conventional image-forming
optics (such as mirrors, lenses, holographic optical elements...) by free-space propagation, a device for
intensity detection and computational image reconstruction. For this reason, it bypasses the difficulties in
fabricating X-ray focusing optics for high-resolutions, at which the manufacturing abilities are still beyond
the state of the art [28]. For a highly-coherent beam and fulfilling sampling conditions, this technique
allows diffraction-limited images of an object, with a resolution equivalent to what would be obtained by
an optical system with an entrance pupil of the same size and shape of the detector array [29].

The central problem of indirect imaging methods, such as CDI, is the intrinsic loss of phase during
the measurement process. Indeed, reconstructing CDI images requires solving the so-called "phase
problem”, usually acomplished with iterative algorithms. Throughout the years, several efforts have
been invested into the development of phase retrieval algorithms [2, 30—36], allowing state-of-the-art
resolutions amongst the X-ray lensless imaging techniques. Nevertheless, CDI reconstructions remain
computationally demanding and often require guidance for selecting the object support. Particularly,
noisy experimental data with missing data regions pose a real challenge [2] and sometimes lead to in-
compatible solutions [31]. Even though not achieving yet the state-of-the-art resolutions of CDI, lensless
holographic approaches overcome the phase problem by encoding the relative phase between a refer-
ence wave and the wave diffracted by the object, reaching a deterministic solution [11, 12, 19, 37, 38].

When a coherent beam is incident on an isolated object, the interference of this reference beam with
the diffraction of the object creates a hologram, which can be measured with a sensitive detector array.
Fulfilling sampling conditions, this pattern can be used to reconstruct the original object, using a lensless
imaging technique called digital in-line holography [38]. If, instead, the reference wave is generated by

pinhole apertures drilled in the plane of the object, with this latest contained in a pupil/support area, the



interference pattern in the far field can also be used to retrieve the image of the object. This depicts a
different technique called Fourier transform holography (FTH) [19, 37]. Even though both techniques
can generate diffraction-limited reconstructions, experimental constraints often compromise the quality
of reconstructions, particularly due to disagreements between reality and the reconstruction algorithms,
which generally assume perfect wavefront and full coherence [19, 37-39].

The spatial coherence of the source is a critical factor for lensless imaging. Indeed, a premise of
diffraction and, consequently, lensless imaging techniques is a fully-coherent illumination. However,
XUV/X-ray radiation from FELs, synchrotrons or HHG sources exhibit only partial spatial coherence
[26, 40, 41] and shot-to-shot variations of this parameter. Several authors have reported the effects of
partial spatial coherence in lensless-imaging reconstructions [12, 15, 42—-45]. Their works showed that
in real-life experiments, an assumption of total coherence seems sometimes rather inaccurate. Even
though some coherence compensations have been implemented in CDI reconstructions [42, 43, 46],
this has not been yet reported for Fourier transform holographic reconstructions. Thus, new research
on techniques for single-shot spatial coherence characterisation is an imperative step to improve X-ray
sources and high-resolution imaging techniques. We will present our progress in this topic in Chapter 3.

The phenomenon of source aberrations is another particular issue of diffractive imaging. The wave-
front of the beam, defined as a surface of constant phase of the propagating source, needs to be of
high-optical quality in order to record a distortion-free image [47]. Equal objects in different positions,
illuminated by the same non-optimised wavefront, were reported to exhibit different diffraction patterns
[48]. Optimisations of the wavefront are already made [47], but they are not always accessible. There
is, therefore, a need for a wavefront correction in the reconstructed image of an object in order to guar-
antee the image fidelity. This is particularly impactful for in-line holographic reconstructions, since this
technique uses the incident beam as a reference wave for encoding the object’s phase information [38].

We will present our progress in this topic in Chapter 4.

High-resolution lensless imaging techniques have also been playing an important role on the 3D
knowledge of the nano-world. The single-shot technique of diffraction-before-destruction allows imaging
radiation-sensitive nanospecimens in a close-to-natural state [2, 49, 50]. However, to retrieve a 3D
reconstruction, it requires an enormous number of identical samples, not allowing imaging of unique
objects or non-reproducible processes. Moreover, it generates an extremely large amount of data that
needs to be sorted, classified and combined to provide a full set of consistent 3D data [1, 3]. Thus, there
is an intensive research effort on decreasing the number of orientations in the direction of retrieving 3D
information from a single acquisition. Techniques to retrieve the 3D structure from a single diffraction
pattern have been proposed, but they work under limited circumstances and heavily rely on samples a
priori knowledge [51-55]. We will present our progress in this topic in Chapter 5.

3D structural imaging with nanometric-spatial and atto/femtosecond-temporal resolutions promises
novel ways in the quest to discover new physical and biological phenomena. This has motivated the
development of X-ray sources and optics, and the improvement of lensless imaging techniques to make

them more suited to the high demands of future breakthroughs [56]. In this manuscript, we will con-



tribute primarily to this later point. New advances in the XUV/X-ray imaging are emerging either through
improvements on available techniques, or through novel approaches, some by adapting methods from
cross-fields of study. Here we explore both. We propose and investigate improvements to available
techniques, particularly by inputting computational corrections from source issues, such as coherence
and wavefront aberrations. These corrections are respectively studied for Fourier transform holography
and in-line holography. We also propose to adapt methods from vision science or machine learning, par-
ticularly Computer Stereo Vision [57], for increasing performances of lensless techniques in the quest
for single-shot 3D imaging regardless of the nature of the sample. For these studies we use HHG as our

main source of XUV radiation.

1.1 State of the Art

In 2011, the contribution of H. N. Chapman et al. changed the reality of structural imaging by recon-
structing for the first time a 3-dimensional structure of a protein using nanocrystallography [1]. For that
purpose, protein nanocrystals were streamed into the path of a hard X-ray free-electron laser (in Linac
Coherent Light Source, LCLS) and illuminated with bursts of laser light so brief that the recorded diffrac-
tion patterns gathered all the information needed to make an image before they got destroyed. The 3D
reconstruction was, then, obtained from millions of these diffraction images, after orientation recognition.
Later in the same year, M. M. Seibert et al. recorded single "diffraction-before-destruction” images of
sprayed uncrystallizable viruses [2], whose 3D reconstruction was achieved by similar means in 2015
[3], opening the way to single-particle 3D-imaging of non-reproducible samples.

In 2012, Vodungbo et al. took advantage of ultrafast XUV pulses from a high-harmonic generation
(HHG) source, to follow the femtosecond laser-driven demagnetization process of a [Co/Pd]3g multilayer
film [8]. This combination of ultrashort-ultrabright pulses with ultrafast optical lasers - for “pumping” the
target - has enabled the realisation of "molecular movies” where femtosecond changes in structures and
electronic states are tracked in time [4, 5]. In 2019, Duarte et al. was able to extract 3D information
in a single acquisition, employing an XUV femtosecond-pulsed laser [57]. This was accomplished by
stereo-processing two images of a nanoscale object, taken simultaneously from two different angles.

With these signs of progress, the access to 3D structural information with nanometric-spatial resolu-
tions at ultrafast-time scales foresees huge accomplishments, from the structure determination of single
molecules and viruses, to the time-resolved study of structural changes of transient phenomena. Up to
now, this quest has actively motivated the development of XUV/X-ray sources and the improvement of

lensless imaging techniques, making them more suited to the high demands of future breakthroughs.

1.1.1 Coherent XUV and X-ray sources

Synchrotrons, free-electron lasers and the compact high-harmonic generation setups constitute the main
sources of coherent XUV and X-ray radiation, with applications in lensless nanoscale imaging. The state-

of-the-art features, regarding the motivation of this PhD work, will put the focus of this section on the two



latter cases.

An X-ray free-electron laser (XFEL) is a coherent source of X-rays in which the light amplification
is achieved in an undulator, fed with accelerated relativistic electrons. This undulator is constituted by
a periodic arrangement of magnets, which generate a periodically varying Lorentz force, forcing the
electrons to radiate with a frequency that depends on their energy, the period of the magnets and,
more weakly, on the magnetic field strength. Compared with other synchrotron radiation sources (pure
undulators and wigglers), XFELs can generate an output beam with much higher spectral brightness
and coherence. This 4th generation X-ray light source features a brilliance 1 billion higher than that
of the most advanced synchrotrons (see Fig. 1.1), while producing ultrashort pulses of polarized and
coherent light [58-60].

A
2 X-ray
free-electron lasers 2 FELs
o
c
- Synchrotron
X-ray sources
= -

Time

synchrotron 3. generation ) » 5
radiation sources =] <

2. generation Il

1. generation Ml

modem X-ray tubes |l

W~ first X-ray tube

[}
£
3
g
>
g
<
b4
[
€
[}
o
c
S
E
o
x
[}
[}
Q
o
2
5
e

| [ T () (T .

Peak Brilliance [Photons/(s mrad” mm> 0.1% BW)]
>

a4 1 F ka3 K F 1 % F & T

UA 8
z PETRA Il
= ALS
us.0 H
19 L ol 3 ovd el davobel 3ol Vit

10°  10°  10°
Energy [eV]

Figure 1.1: XFELs peak brilliance and comparison with other X-ray sources [61]. Note that these
data are prior to the hard X-ray FEL from Switzerland - the SwissFEL -, which was the last one to be
built, inaugurated in December 2016 [60].

The Linac Coherent Light Source (LCLS) at the SLAC National Accelerator Laboratory, California,
constitutes the first XFEL, online since 2009, running with wavelengths down to 0.1 nm and pulse du-
rations below 50 fs [59, 62, 63]. Sub-angstrom wavelengths were reached for the first time in 2011, at
the SPring-8 Angstrom Compact Free Electron Laser (SACLA) of RIKEN in Harima, Japan [64]. Also
in SACLA, intensities of 102 Wem~—2 were obtained at 7.1 keV (1.75 nm wavelength) with pulses of
7 fs [65]. The most ambitious X-ray free-electron laser is probably the European XFEL in Hamburg,
Germany, which produces hard X-ray light with unprecedented performance features (see Fig. 1.1). It

is based on new superconducting accelerator technology, which enables it to generate 27,000 X-ray



flashes per second - more than 200 times the repetition rate of any other XFEL [58, 66]. It hosts wave-
lengths from 0.05 to 4.7 nm and pulse durations below 100 fs [58].

Indeed the key tendencies of the new XFELs are increased average brilliances, supported by high
repetition rates, with a higher number of end stations accessible for users [56, 66]. This increased
access has boosted as well the implementation of different setup configurations, pushing forward the
diversity of experiments. For example, hard X-ray split-and-delay lines, compatible with the realisation
of synchronised stereo experiments, are under design at SACLA XFEL [67] and at the European XFEL
[68].

The unprecedented features of XFELs are crucial for breakthrough experiments in the most diverse
scientific areas. The ultrashort duration of XFEL pulses allows data to be collected before radiation
damage has time to set in, which is particularly important for resolving highly radiation-sensitive sam-
ples [1, 2, 49, 50]. Close-to-physiological states of single biological particles become as well accessible,
as this "diffraction-before-destruction” allows to resolve structures at room temperature, without crys-
tallization [11, 66, 69]. In addition, spatial and temporal resolutions, together, are crucial for capturing
dynamics and fast processes, impossible to detect by other methods. This is the case, for example,
of structural changes in enzymes [66, 70—-72]. In addition, the polarized beams of FEL light allow the
exploration of magnetic materials, key for new information technologies [73-75].

However, XFELs large and expensive setups restrict their use to only a few facilities in the world,
limiting their access to the scientific community. Therefore, future advancements move also towards the
development of "table-top” compact sources, capable of meeting the huge demand for coherent X-rays
usage.

Contrarily to the limited XFEL facilities, high power ultrashort lasers are available worldwide in indus-
trial and university-scale laboratories. Ultrafast pulse trains (pico-femtosecond duration) were possible
with the emergence of mode-locked lasers and the ability to lock in phase, and amplify, equally spaced
frequencies in a comb [76]. However, making even shorter pulses was difficult to handle in the 80s as
the optical peak intensities became too high for the amplifying medium itself. This was overcome by
the development of the chirped-pulse amplification (CPA) method, which was originally developed in the
context of radar technology, but later applied to optical amplifiers [77].

Femtosecond lasers opened a new domain in light-matter interactions, with the new possibility of
concentrating all laser’s energy in a short period of time, thus, enabling the study of nonpertubative
non-linear optics. When a very intense laser pulse (with optical intensities on the order of 10'4 - 1015
Wcm~2) is focused into a noble gas, strong non-linear interactions can lead to the generation of sev-
eral high-order odd harmonics of the pulse, in a phenomenon called high-order harmonics generation
(HHG). HHG in gases was first reported in 1987, when McPherson et al. observed the harmonics of
the fundamental driving laser up to the 17th order, in a neon medium [78]. Almost simultaneously, at
CEA Saclay, harmonic light as high as the 33rd harmonic in the XUV range (32.2 nm wavelength) was
generated in argon [79]. The first theoretical breakthrough of HHG came, in 1992, when Krause et al., by

solving the time-dependent Schrodinger equation numerically, showed the existence of a total maximum



photon energy - cutoff energy - in a high-order harmonics (HH) spectrum. Nowadays HHG is under-
stood using the semi-classical three-step model, proposed by P. Corkum, in 1993 [80] and generalized
by Lewenstein et al. in 1994 [81].

Compared to XFELs, the photon number of HHG is smaller (10° - 10'! photons/pulse), however it is
still enough to carry out single-shot experiments [12, 13, 82]. Indeed, the low conversion efficiency is
the largest limitation of HHG [83], affecting the harmonics peak flux, essencial to collect diffraction data
for imaging at the nanoscale. Recent phase-matched HHG conversion efficiencies reached 10~° in the
XUV region and 10~ 7 to 106 in the X-rays [23]. Besides these values, in 2002, at CEA Saclay, Hergott
et al. reported a harmonic beam with microjoule energy, using an incident infrared (IR) laser of 27-mJ
energy with loose focusing geometry in a xenon gas cell (5-m focal-length lens) [21]. Also, Hadrich et al.
reached 100 mW of average power per harmonic in 2014 [84]. Strategies to improve this efficiency or
peak flux can be employed as, for instance, using the HHG beam to seed a laser plasma amplifier [85]
or a free-electron laser [86]. Below-threshold harmonics generated in a “seeding cell” can also boost
the HHG process in a “generation cell” [87].

Besides the high availability, compactness and extremely low equipment cost, contrasting with the
huge XFELs [14], high-harmonics sources reveal ultrashort pulse durations [8, 13, 17], high degree of
spatial coherence [14, 26], high brightness [24, 25] and wide tunability. These features make HHG-based
XUV sources of high interest to ultrafast high-resolution lensless imaging [14, 27]. Pulses from HHG in
this wavelength range have already been used in applications such as single-shot coherent diffraction
imaging (CDI) [13, 88], holography [12, 38], plasma diagnostics [89, 90] and pump-probe studies of
ultrafast processes [8, 91]. Moreover, the wide spectral bandwidth of this source allows probing the

electron dynamics on its natural time scale, using attosecond pulses [16].

1.1.2 Attosecond Pulses

The large spectral bandwidth associated with the HHG process holds an attosecond pulse-structure.
During the HHG process, coherent attosecond bursts of light are emitted at each half-optical cycle.
During propagation, these pulses interfere in the spectral domain to form a frequency comb with a
period of twice the fundamental-laser frequency. This frequency comb forms the so-called "harmonic
spectrum”, which corresponds in the time domain to a train of attosecond pulses. Allowing a single
re-collision during the HHG process will generate a single attosecond pulse and no harmonics will be
observed but a continuous spectrum.

The first attosecond pulses were observed in 1996, by Antoine et al. [92], when a Neon atom
was exposed to an 825 nm wavelength radiation at an intensity of 4x10'* W cm~2. The attosecond
generation pushed the frontiers of temporal resolution to the timescale of the interactions of valence
and inner-shell electrons, which hold characteristic times of 150 as and 2 as, respectively [93]. Different
schemes have been realized to their production. Examples are phase-locking of many harmonics [92],
compression of chirped harmonic pulses [94] and generation with a few-cycle driving laser [17, 95] and

with CEP-stable pulses [17]. Attosecond-pulse generation has become a subject of intense effort in



the scientific community due to its potential of probing matter on an unprecedentedly short time scale.
Theoretically, through HHG, pulses with durations as short as 2.5 as are, in principle, possible [23].
The current limit obtained experimentally for attosecond pulses is set at a duration of 43 as in a single

isolated pulse [17].

Pioneer experiments already demonstrated electron-dynamics measurements with attosecond res-
olution though spectroscopic measurements. One can refer for instance to the measurements of the
lifetime of M-shell vacancies of krypton in 2002 [96], of the intra-atomic transient electron dynamics
in 2004 [97] and the observation of the motion of a D27 vibrational wave packet with a precision of
about 200 attoseconds [98]. However, experimental implementations combining attosecond-time res-
olution with atomic-distance scales were not yet achieved. This remarkable challenge will require the
development of new imaging techniques that deal with attosecond soft and hard-X-rays sources specific
properties (bandwidth, coherence, wavefront, etc...). With such capacity, the 3D motion of electrons
would finally be accessible, foreseeing a revolutionary new era for different research fields including

physics, chemistry, biology and fostering the development of new technologies.

1.1.3 XUV and X-ray Coherent Diffractive Imaging and Holography
1.1.3.1 Coherent Diffraction Imaging

Coherent diffraction imaging (CDI) has its origins in crystallography, when in 1952 David Sayre pro-
posed that the methods used in the technique could be adapted for imaging general non-periodic ob-
jects, suggesting a new form of lensless high-resolution imaging [99]. In 1978, J.R. Fienup proposed
a phase-retrieval algorithm to solve the phase problem [35] and only in 1999 an image was recovered
successfully from oversampled coherent X-ray diffraction data [30]. Nowadays several types of phase-

retrieval algorithms are used to reconstruct CDI data [2, 30-33, 100].

In 2006, Chapman et al. reported the first experimental demonstration of diffraction-before-destruction
using the FLASH soft-X-ray free-electron laser [50], opening new horizons [1-3]. Other ultrafast X-ray
imaging of individual fragile specimens can also be meantioned such as aerosols [101] and live biospec-
imens [31]. These unique capabilities also enabled the investigation of metastable or transient states
that exist only in the gas phase. Pioneering experiments have explored this frontier and demonstrated

CDI of ultrafast nanoplasma formation [102] and explosion of laser-heated clusters [9].

Besides the XFEL acomplishements, CDI has also shown advances in single-shot imaging with table-
top lasers [15, 88], pioneered by our group [13], making the reality of diffraction-before-destruction of
dose-sensitive samples accessible to laboratory-scale experiments. For instance, in 2017, single-shot
gas-phase nanoscopy was first implemented with a HHG source, where isolated helium nanodroplets
were imaged in single-shot. In 2019, Duarte et al. was able to extract 3D information from CDI recon-

structions in a single acquisition, employing a XUV femtosecond-pulsed laser from HHG [57].



1.1.3.2 Digital In-Line Holography

Holography was discovered in 1948 by Dennis Gabor [103], but only in 1994, Schnars and Jueptner used
for the first time a charge-coupled device (CCD) camera connected to a computer for digital recording
and processing [104].

Since the beginning of X-ray holography, Gabor holography has been widely used, specially, in the
hard X-rays regime. Even though a fine-focus X-ray tube was firstly used as a coherent source for X-
ray Gabor holography [105], high-brilliance synchrotron radiation X-ray sources [106—109], free electron
lasers [110] and high harmonic generation sources [38, 111] are now used for in-line holographic imaging
in the XUV and X-ray spectral ranges.

In 2006, digital in-line holography was demonstrated using a fully coherent high-order harmonic
source emitting at 32 nm [38]. The authors claimed that for increasing the spatial resolutions beyond
800 nm, the holograms were strongly distorted due to beam aberrations. Indeed, XUV holography
with wavelength spatial resolution in a high-numerical-aperture Gabor configuration was reported using
a compact, tabletop capillary-discharge XUV laser emitting at 46.9 nm. Even though these are, to
our knowledge, the highest spatial resolution holograms obtained with a tabletop setup, the recording
process was not digital. The highest resolution ever reported with digital in-line holography was 200
nm, generated by a spatial filter composed of a Fresnel zone plate (FZP) and a 200-nm-radius pinhole,
employing 2.38-nm wavelength synchrotron radiation [112]. The authors claimed that the configuration
still had room for further resolution enhancement, foreseeing sub-100 nm resolution in a near future

[112].

1.1.3.3 Fourier Transform Holography

The unavailability of X-ray optics and limited coherence at X-ray wavelengths led to the proposal of lens-
less Fourier transform holography (FTH), in 1965, by Stroke [113]. The first Fourier transform hologram
to be recorded at X-ray wavelengths was only demonstrated in 1972 [114].

Throughout the years FTH featured several achievements from providing new insights into the mag-
netic properties of nanostructured materials [115] to reaching higher-resolutions in combination with
iterative phase retrieval methods [27]. In 2015, a discrete frequency comb of high-order harmonics until
the XUV range, yielding a train of attosecond pulses, has been used to record spatially and spectrally re-
solved images employing FTH [19]. The highest resolution ever reported with FTH was 34 nm, achieved
with a tabletop HHG source in 2018 [37].

FTH was also subject to several modifications throughout the years, leading to new techniques based
on Fourier Holography.

Some examples are Fourier holography with uniformly redundant array (URA) as reference [116];
with a customizable reference [117]; or with an additional membrane containing a pupil and apertures in
transmission [118] and reflection geometry [119]. One of the most important examples was holography

with extended reference by autocorrelation linear differential operator (HERALDQO), whose first experi-



mental demonstration was reported in 2008 [120] and have allowed single-shot 20-femtosecond imaging
with LUCA’s HHG source performed by our group in 2010 [12]. Recently, the first X-ray holograms of
free nano-sized viruses were demonstrated using a new holographic method called in-flight holography,
also based on Fourier holography. This work also reported the highest lateral resolution so far achieved

via single shot X-ray holography (below 20 nm) [11].

1.2 Thesis Outline

This manuscript is divided into six chapters. In Chapter 2 the reader is introduced to the concept of
Coherent Lensless Imaging and its different schemes, particularly coherent diffraction imaging, Fourier
transform holography and in-line holography. It is also in this chapter that a large part of the theoretical
background of this thesis is provided, with references to relevant articles and textbooks.

In Chapter 3 some experimental studies of spatial coherence and Fourier transform holography im-
plemented in the HHG beamline of LUCA are presented. The reader is firstly introduced to the concept
of HHG and to the XUV beamline. Follows spatial coherence measurements on this source, where we
will use a new method, which allows a single-shot characterisation of the spatial coherence of a beam.
We report the first experimental demonstration of this technique in single-shot regime. Finally, employ-
ing this technique, we investigate the possibility of compensating the magnitude of spatial coherence in
Fourier transform holography. The discussions are supported with experimental data.

In Chapter 4, we demonstrate a new approach, single-shot-compatible, to correct in-line hologra-
phy reconstructions from the aberrations of the optical system. Firstly, a numerical approach for in-line
holography with waves with aberrations is developed and discussed with simulation results. After verify-
ing the presence of the twin image in the reconstructions, a new algorithm is proposed for simultaneous
correction of in-line holograms from optical aberrations and twin image. Experimental validations with
beams with and without aberrations are also provided, employing respectively a tabletop UV source and
a HeNe laser.

In Chapter 5 we propose to extend the concept of Computer Stereo Vision to XUV and X-rays in
the perspective of single shot 3D imaging. The reader will be firstly introduced to the concepts of
Computer Stereo Vision and to the different reconstruction steps which lead to the implementation of
X-ray stereo imaging. We then explore practical cases by means of a simulation and by reconstructing
experimental data from different types of samples. We demonstrate nanoscale 3D stereo imaging of
a pure amplitude sample from a single dual-diffraction pattern acquisition, using XUV radiation from
LUCA’s beamline. Samples with predominantly-curved topography are also analysed to explore the
limitation of the technique. Finally, we implement the technique in X-rays, showing that nanoparticles
used as labels further extend the applicability of the technique to complex 3D samples.

In Chapter 6 we present the general conclusions of this manuscript along with some future perspec-
tives. A brief description of some developed work, which requires significant further efforts with the aim

of creating an XUV spatial light modulator is presented.
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Chapter 2

Basics in Coherent Lensless Imaging

This chapter provides a theoretical overview of Coherent Lensless Imaging, the central topic of this

thesis. The theoretical models as well as the formalisms used in this manuscript are presented.

2.1 Fourier Relationships in Optics

The Fourier transform is a powerful mathematical tool to describe and analyse periodic profiles. In signal
processing, for instance, it is frequently used in the time and temporal frequency domains. Although
these domains are intuitive for our perception, due to our ability to detect sound and understand its
frequency, the interest of this manuscript lies in a less obvious domain - the domain of space and spatial
frequencies. Analogous to the temporal case, the one-dimensional Fourier transform in space is defined
by

G(fx) = Fla@} = [ " g@)e > Ix e, (2.1)

where g : R — C is a function of = in real space and fx is the respective frequency coordinate in the

reciprocal space. The capitalisation of the function, G, and the operator F both denote Fourier transform.

The field of Fourier optics employs the mathematical formalisms of linear systems, typically applied
in the time domain for signal processing, to the spatial domain, providing both analog and numerical ap-
proaches to image processing. While analog image processing emerged as a powerful tool in the 1960s,
nowadays, digital acquisition and processing prevail. The work developed throughout this manuscript

exploits this latter case.

In a digital approach, the continuous Fourier transform is approximated by the discrete Fourier
transform (DFT), computed using fast Fourier transform (FFT) algorithms. Considering N the array
dimensions, with m and p the integer pixel coordinates in object and Fourier domains, respectively,
(m,p € {0,1,...,N — 1}), the FFT of g € C™ in one dimension is written [29]:
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N . (2.2)

N—-1 .

Glr) = FFT {g(m)} = —= ;_Ogm)e‘””
Function G and, as well, the operator FFT both denote fast Fourier transform.

Let’'s now consider that g(m) represents the discrete sampling of a continuous function g(x) at a step

A,. For a numerical calculation of the analytical transform by means of FFT, the distribution g(z) has to

be sampled in = coordinates. Assuming that the centre of the coordinate system x is the centre of the

distribution of ¢g(z), the sampling occurs at the points [39]:

z(m) = (m—i—l—];f) Ay, m=0,...N—1, (2.3)

which in the Fourier domain gives

fx(p) = <p+1];[) Ap, p=0,.,N -1 (2.4)

Here A, is the corresponding pixel size in the Fourier domain, which has a relation with A, given by
[121]:

1
- NA,'

A, (2.5)

As we will see in the next sections a huge portion of the formalism used in diffraction, and conse-
quently coherent imaging techniques, relies on the application of two-dimensional (2D) Fourier transfor-
mations. The diffraction signals measured will be sampled digitally and, therefore, a numerical treatment

will be used through the application of 2D FFTs.

2.2 Principle of Image Formation in Coherent Lensless Imaging

Coherent lensless imaging is a technique for imaging objects in which conventional image-forming optics
(such as lenses, mirrors or holographic optical elements) are replaced by free-space propagation, an
array for intensity detection and computational image reconstruction.

In conventional imaging systems, such as optical microscopes and photographic cameras, a single
lens or assembly of lenses are generally employed to form the image of the target object (Fig. 2.1 (a)).
More complex imaging systems can additionally include other optical elements, such as mirrors, filters,
beam splitters or windows. In any of the configurations, the image quality is generally limited by this
image-forming system, particularly by the ensemble of aberrations induced by all the optical elements.
Specially in the X-ray spectral range, this imposes strong constraints on the manufacturing of these
elements and, likewise, on the design of the optics system itself.

The penetrating nature of the X-rays allow imaging objects much thicker than those that can be in-
spected in a transmission electron microscope (e.g. 10 um), at resolutions much better than those of

visible microscopes [122]. However, the constraints on optical elements become more critical for these
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wavelengths. The highest spatial resolution in X-ray microscopy, to date, was obtained using zone plate
Fresnel optics [123]. The resolution of such image-forming optics is limited by the smallest outer feature
of the zone plate, which raises a real manufacturing challenge, specially when targeting nanometric res-
olutions. Moreover, the strong photon absorption of materials in this range limits these optics efficiency
to typically less than 10%, and often as low as few percent [124]. This efficiency of photons is critical
for high resolution imaging, specially for specimens that are sensitive to radiation damage [125, 126].
With all these constraints, lensless imaging techniques present a remarkable solution for high resolution
imaging, with applications ranging from biology to materials science.

In a lensless imaging system, no optics are required after the sample (Fig. 2.1 (b)). Thus, in principle,
aberration-free, diffraction-limited images can be obtained. The object is illuminated by a coherent
wave, ideally monochromatic, and its diffraction induces changes in amplitude and phase of the incident
wave, containing all the information on the object. The resulting diffraction pattern is, then, measured
in the near or far field by a pixel-array detector, typically a charge-coupled device (CCD), which is only
sensitive to the intensities of the electromagnetic wavefield. Even though this diffraction pattern has
all the information on the object, the phase information is lost in the detection process. This so-called
phase problem constitutes the main obstacle in the extraction of object information from the measured
diffraction pattern. To address this problem, different configurations of coherent lensless imaging have

been proposed, all resorting to computational data treatments to avoid optical elements.

Lens system

Object Image

Detector (CCD)
= Computational
Algorithms Image

D_iffraction» - -
pattern T

(b)

Figure 2.1: Schematic comparison between conventional and lensless imaging systems. (a)
Schematic of a conventional imaging system. The image of the object is formed by a lens system. (b)
Schematic of a coherent lensless imaging setup. The array for intensity detection and the computation
algorithms replace the conventional lens system. Images from Ge [127].

There are different schemes and configurations of lensless imaging. According to the reconstruction
principle used to retrieve the object’s image, they can be classified into two main categories. The first,
called coherent diffraction imaging (CDI), uses phase retrieval algorithms to reconstruct the phase lost

during detection. The second, called holography, uses holographic modulations to record and encode
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this phase. In this manuscript these two different approaches will be used, with two different variations
of the second one: Fourier transform holography (FTH) and in-line holography. The image formation for
these three configurations is based on the same principles, including formalisms of diffraction, object
transmittance and digital detection. The main distinction occurs during data analysis and reconstruction.
The coherent diffraction imaging (CDI) configuration is based on the iterative and non-deterministic
reconstruction of the phase with a phase retrieval algorithm [2, 13, 73, 100, 122, 128]. The Fourier
transform holography (FTH) and in-line holography schemes are based on a principle of non-iterative
and deterministic reconstruction (analytic solution) by phase demodulation recorded in the hologram
[19, 27, 37-39, 119, 129].

To account with the conceptual differences, the experimental implementation of these three tech-
niques have as well some small particularities. While CDI and FTH have the same experimental setup,
varying just in the sample design, in-line holography requires a different positioning of the sample and
CCD in the setup. While in the first two cases the sample is placed at the focal spot of the coherent beam
and the CCD in the far field, in in-line holography the sample is placed after the focus and the diffraction
pattern can be collected in the near field. This will be explored later on when these techniques will
be presented and their reconstruction formalisms discussed. But before, the formalisms behind image

formation in lensless imaging will be introduced.

2.2.1 Diffraction

When a coherent light wave encounters an obstacle, comparable in size with its wavelength, it exhibits a
characteristic behaviour. Instead of exhibiting a profile similar to the obstacle, as our intuition could sus-
pect, the light distribution forms a pattern of dark and bright regions in a phenomenon called diffraction.
Diffraction can be explained with the Huygens’ principle, which states that every point of a wavefront can
be considered as a point source for secondary spherical wavelets. The coherent superposition of these
wavelets define the propagated wavefront at any other point in space. A schematic of the phenomenon
is illustrated in Fig. 2.2.

Figure 2.2: Phenomenon of diffraction through a single slit (left) and double slit (right) [130].
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2.2.1.1 Helmholtz equation and diffraction limit

Diffraction theory is treated in depth by a large number of authors [131, 132]. The approach followed in
this manuscript begins with the Helmholtz wave equation. Considering a monochromatic wave, repre-
sented by the wave vector k = 2 and described by the scalar function v (z, y, z), the wavefield transmit-

ted by the object has a behaviour given by the Helmholtz equation:

V2 (2,9, 2) + K¢ (2,y,2) =0 (2.6)

where /2 is the Laplacian.
The amplitude of the wavefield is described in space as a plane transverse to the direction of prop-
agation, z. Separating both Cartesian components, transverse ((x,y) = r,) and longitudinal (z), the

Helmholtz equation is written in the form:

2
viw(m,zw%w (ri,2) +k*¢(ry,2)=0 (2.7)

Applying a Fourier transform to this equation for the transverse coordinate r; we have:

. 92 - -
—k3(kL,2) + @U’(lﬁa 2) + k*(kL, 2) =0 (2.8)
with ¢» = F(¢) and k_ the spatial frequencies. The general solution of this equation yields

O (ki,z) =0T (ki,0)e™ + 47 (ki,0)e ", (2.9)

with the two terms representing respectively the propagation solutions towards a positive (+) and neg-
ative (—) z - forward and backward scattering. In our case, back-propagating terms can be neglected

and, therefore, only the first term applies. Inserting this term into Eq. (2.8) we obtain
(k= k? —E2) ¢(kL) = 0. (2.10)

This formulation gives us directly two solutions: ¢(k) = 0, which is the trivial solution; or (k) # 0, with
x = /kZ —k%. In the Fourier space the set of non-trivial solutions consists, thus, of a sphere of centre
O = (0,0,0) and radius |k|. This sphere is known as Ewald’s sphere and is schematized in Fig. 2.3.
The initial condition is given by the Fourier transform of the transverse dimension of the complex
amplitude in z = 0 and, finally, the solution in the direct space is given by the inverse Fourier transform

of i (k. , z) written:

Wk, z) = F! {z/}+ (k.,0) em}. (2.11)

This solution does not use any simplification and takes into account all the frequencies k of the angular

spectrum. Eq. (2.11) allows two situations:
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Figure 2.3: Representation of the wave vector in Ewald’s sphere [121]. Angular spectrum, rep-
resented in Ewald’s sphere, which describes the angular distribution of the "diffracted” wave vector of
modulus value |k| in reciprocal space. The Ewald’s sphere allows a representation of the diffracted”
wave vector in agreement with the conservation of energy (elastic scattering).

1. k* — k? > 0 : where & is real and therefore the wave propagates;

2. k* — k* < 0: where x is complex; the term +irz is then real and the amplitude of the wave
decreases exponentially with z. This type of wave is called evanescent and is particularly exploited

by near-field microscopy.

From here one can deduce that the waves having a frequency content greater than & (corresponding
to a wavelength smaller than ) can not propagate. This corresponds to the so-called diffraction limit,
which explains why in a coherent diffraction imaging experiment the maximum resolution is limited by

the wavelength of the source.

2.2.1.2 Fresnel and Fraunhofer Diffraction

A widely adopted integral solution of the scalar Helmholtz equation is the Rayleigh-Sommerfeld diffrac-
tion integral [133]. Its derivation can be found in detail in Goodman’s book [131]. Assuming an aperture
lying in a plane (z,y) and illuminated in the positive z direction, the wavefield across a (X,Y") plane,

parallel to the (z,y), at a normal distance Z from it, is given by

e

ikr
>V dzdy (2.12)

Udgirt (X, Y) = efikz//Uo(-T,y) X

7

with k = 27/X and r = /(X —2)2 + (Y — y)% + Z2. Here U,(z,y) represents the field in the aperture
plane, while Ugi(X,Y) is the field of the diffraction pattern, following the coordinate convention defined
in Appendix A. Assuming now that the diffracting object is significantly small in comparison with the
propagation distance, i.e. (X — )2 + (Y — y)? < Z2, one can carry out a binomial expansion of the

square root for r and keep only the first two terms, so that:

(X =P+ (¥ —y?

~ 7
T + 27

(2.13)

This constitutes the Fresnel approximation, which introduced in Eq. (2.12) yields the Fresnel diffrac-
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tion equation:

LkZ ) 5 5
Ugi(X,Y) / / Uy (z, y)e'2z (X =2+ =0 grq,, (2.14)

The accuracy of Fresnel approximation is guaranteed from what is called the near field, if Z3 >>
KX -0+ (v —y?;,, [131]

Developing the factorizations in the exponential of equation 2.14, the Fresnel diffraction equation
takes the form:

ekZ L, o o
Usin(X,Y) = ——e'22 (XY >/ ¢ 72 @) (3 4)e 27 (37) @XA9Y) g gy, (2.15)
Fresnel Phase

In Equation 2.15 the quadratic phase exponential term labelled Fresnel Phase will approach unity
over the entire aperture if Z >> T (22 + y?) a0 - known as the Fraunhofer approximation. This leads us
to a limiting case of the Fresnel diffraction, called Fraunhofer diffraction, which occurs in what is called
the far field.

With the Fraunhofer approximation, the diffraction field at a distance = from the object yields

(2.16)

which is recognised (aside from the multiplicative factors) to be the Fourier transform of the complex field
U,(z,y). Since it is the intensity, and not the field, that is detectable, our Fraunhofer diffraction pattern

is, then, the squared magnitude of the two dimensional Fourier transformation of the aperture field:
I = |Ugire|*. (2.17)

Comparing the above equation with 2.1, one can identify the spatial frequencies fx and fy as given

by & VA and 2 sz respectively. It is, therefore, the scaling factor:

1
Fscaling = Ev (21 8)

which transforms the “real” space coordinates in a Fraunhofer diffraction pattern (measured in [m]) into
the space of spatial frequencies (measured in [m=1]).
The Fraunhofer diffraction approximation is valid when F <« 1, with F' denoting Fresnel number,

which is defined by

a

= . 2.1
F \Z (2.19)

Here a represents the characteristic dimension of the (diffracting) object. Small and large Fresnel
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numbers correspond to, respectively, the far field and near field regimes. From Eqg. (2.19), one can
consider far field at Z > ‘3—2

In this manuscript both types of diffraction described here will be addressed. In-line holography will
be treated in the Fresnel regime, while coherent diffraction imaging and Fourier transform holography

require far field regimes, where Fraunhofer approximation takes place.

2.2.2 Transmittance of an Object in Projection Approximation

It has been shown in Egs. 2.14 and 2.16, for near field and far field, respectively, the relation between
the diffracted wave at the plane of detection (note that the intensity of the measured diffraction pattern
constitutes the squared magnitude of this wavefield) and the wave transmitted by the object in the trans-
verse plane. It is now relevant to find the relation between the image of the object and this reconstructed
transmitted wave.

When imaging an object, one can describe it by means of a transmission function, typically called
object’s transmittance. The transmittance of an object describes the passage of rays through its struc-
ture by defining a nominal surface/plane, in which all the transverse phase and amplitude changes are
imprinted. This notion implies that the object’s modification to the complex amplitude of an incident
wave is independent of the properties of the incident wave and that it is only a function of the two dimen-
sions transverse to the direction of propagation. When in far field, this is accomplished in what is called
the projection approximation [134, 135]. The projection approximation assumes negligible diffraction
within the scattering volume, so that all scattering within the object is fully described by one single exit
wave. This way, the transmitted wave, U,(r ,w), is simply expressed as the product of an incident wave,

Uine(r1,w), by the object’s transmittance function:

Up(r1,w) = Uipe(ry,w) t(ry,w), (2.20)

where this transmittance ¢(r ,w) is defined in a nominal plane localised immediately after the object.

If one can consider that the incident wave is a monochromatic plane wave, Eq. (2.20) is even more
simplified. A plane wave propagated along the optical axis, z, is described by Uj,.(r1) = e**. By
defining an axis, with z = 0 at the object location, one can reduce U;,..(r;) = 1. Consequently, the

spatially transmitted field yields

Uo(rp,w) =t(rL,w). (2.21)

In the projection approximation, the object should be considered optically thin so that the diffraction
within its thickness is negligible when compared to the propagation distance. If e is the object thickness
and §;; is the lateral resolution of the reconstruction, the condition for an optically thin object is described
as [122]:

2
e < Plat. (2.22)
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Hence, to reach a resolution of A, it is, thus, necessary to have a thickness of less than 2\. The term

ﬁiaf in Eq. (2.22) describes the depth of field (DOF), which is also a function of the diffraction angle

amaac :

2
DOF = Wi (2.23)

When the object thickness is smaller than the DOF, the exit wave is associated to a single object
plane, which corresponds to the reconstruction plane visualized with computational algorithms. Other-
wise, there will be more than one object plane, thus more than one possible phase associated to the
measured diffraction pattern. This can prevent the convergence of iterative algorithms. Indeed, one
may need additional constraints on the object support to associate only one object plane for the recon-
struction. Other methods are more suited to image “optically thick” specimens, such as ptychography
[136—139] or holography with back-propagation functions [38, 119, 129, 140]. In holographic experi-
ments (FTH, HERALDO, in-line and off-axis holography,...), the phase information is encoded in the
hologram. Thus, there is a unique solution obtained in the plane of the object and the reference. All

these concepts will be explained later on in this chapter.

2.2.2.1 Transmittance and Complex Refractive Index

As discussed, the transmittance of an object describes the passage of rays through its structure, by
defining a nominal exit surface, in which all the transverse phase and amplitude changes are imprinted.

This imprinted changes can be described in terms of the sample’s complex refractive index, 71, yielding:

t(ry,w) = eFrlrow)z, (2.24)

In general, an object is defined by a refractive index, which is a macroscopic representation of the
radiation-matter interaction. The complex refractive index, 7i(r, ,w), is a unitless quantity, corresponding
to the ratio of the speed of light in vacuum to the speed of a given electromagnetic wave in a particular
medium. In the UV-X spectral range, this index deviates only slightly from unity, being for convenience

commonly written in the form:

n(r,w) =1—-46(r,w) —if(r,w) (2.25)
with
TeA?
5r.) = X ne (1) i) (2.26)
2
8(r,) = " (1) o) @27)

where w denotes the radiation frequency, r. is the classical electron radius and n. the electron density
[28]. The factors fi(w) and f2(w) define the real and imaginary parts of the atomic scattering factor,

whose values are tabled for the spectral range of interest [141].
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Substituting equations (2.24) and (2.25) in Eqg. (2.20), we obtain

U, = inceiknzeikﬁz (228)

with n = (1 — §), such that » = n + 8i. From Eqg. (2.28) one can notice that the real part of the
complex refractive index, R {n} = n, accounts for refraction, describing the phase, ¢ = knz, accrued
by the wave as it propagates across the medium. In turn, the imaginary part, S {n} = 5, accounts for
the absorption of light in the medium, describing the attenuation of the wave as it is absorbed. This
formalism is commonly used in the IR, visible and UV spectral ranges where the real part, n, is the

familiar index of refraction that appears in Snell’s law and the Fresnel equations [142].

2.3 Detection and Reconstruction of Fraunhofer Diffraction Pat-

terns

In this section we will introduce far-field detection techniques obeying to the formalisms of Fraunhofer

approximation.

2.3.1 Coherent Diffraction Imaging

Coherent diffraction imaging or coherent diffractive imaging (CDI) is a type of coherent lensless imaging
in which a beam is focused on an isolated object, reflective or transmissive, and the produced diffraction
pattern is measured with an intensity detector array in the far field. This diffraction pattern is then
inverted with phase retrieval algorithms to overcome the phase problem and recover the image of the
object [35, 128, 143].

The technique of CDl is particularly used in the XUV and X-ray spectral ranges. Based on an imaging
system of easy implementation, that is devoid of image-forming optical elements, CDI promises spatial
resolutions that are limited, in principle, only by the wavelength of the incident light. Besides these
aspects, this technique offers a large number of other significant advantages including the possibility of
retrieving amplitude and phase information of the sample; the versatility of the processing techniques
that can be applied to the digitally acquired data; the diversity of the samples it can image, which

generally require no preparation; and the compatibility with single pulse illumination.

Amongst its limitations one can find the need to have an isolated sample; the restrictive two-dimensional
object reconstructions; the use of a complex algorithm, whose performance requires some time; and the
possibility of failure or ambiguity in the convergence of this algorithm as, in some specific cases, dif-
ferent objects can have identical diffraction patterns (homometric structures) [144]. When not applied
in single pulse illumination regime, radiation damage is also a practical limitation of this technique for

dose-sensitive samples [145].
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2.3.1.1 Coherent Diffraction Imaging: the Principle

The procedure to perform CDI is illustrated in Fig. 2.4. For a typical transmissive sample, the object is
positioned in a plane perpendicular to the optical axis and is illuminated by a highly coherent beam. The
light scattered from it is then detected in the far field. Assuming a paraxial approximation, the diffraction
pattern is exactly the squared magnitude of the two-dimensional Fourier transformation of the field’'s
spatial profile at the object plane, as discussed in Section 2.2.1. For a plane wave, one can assume that
this spatial profile, apart from constant factors, is given by the object’s complex-valued transmittance,
ie.

I(X,Y) = [F{t(z,y)} (2.29)

(see Sections 2.2.1 and 2.2.2).

Far field diffraction pattern Phase Retrieval

Figure 2.4: Typical setup for coherent diffraction imaging. In the typical implementation of CDI in
transmission, a highly coherent beam is focused onto the sample, gaining modulations from its phase
and amplitude. The resultant diffraction pattern is, then, collected in a CCD detector placed in the far
field. Finally, computational phase retrieval algorithms are implemented to retrieve the "lost phase” and
reconstruct the image of the object.

As introduced before, the problematic of the reconstruction consists in finding the object without
phase detection on the reciprocal space. In CDI, this phase is recovered through an iterative process. It-
erative phase retrieval algorithms converge to the spatial phase in the diffraction plane using constraints
in both real (object plane) and reciprocal (diffraction plane) spaces. In the reciprocal space, the diffrac-
tion pattern recorded by the detector allows building our constraint, substituting the iterated version of
I(X,Y) in Eq. (2.29). In the real space, the object is contained in a finite dimension, called “support”. An

example of a commonly-employed first constraint to this support is the object’s autocorrelation. Follow-
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ing Fraunhofer’s approximation, this autocorrelation is defined as the Fourier transform of the measured
diffraction pattern, i.e. F{I(X,Y)}. This way, a simple Fourier transform links the two constraints be-
tween real and reciprocal spaces. During the detection of the diffraction patterns, the coherence of the
incident wave plays an important role. CDI requires an illuminating beam with a transverse coherence
that is at least as large as the object is wide. This coherence creates a characteristic speckle pattern in
the diffraction plane, which constitutes the phase signature of the diffraction pattern. In general, most
phase retrieval algorithms use these two kinds of constraints to reconstruct, simultaneously, the “lost
phase” in the reciprocal space and the object image in the real space. The solution is generally unique

for problems that have more than one dimension [146, 147].

2.3.1.2 Coherent Diffraction Imaging: Iterative Phase Retrieval Algorithms

The phase reconstruction algorithms are inspired by that of Gerchberg-Saxton, originally used in crys-
tallography in 1972 [148].

The Gerchberg-Saxton (GS) algorithm relies on two intensity measurements - one captured in the
Fourier space and one in the near field - to reconstruct the object. The process is described in Fig. 2.5.
Let's consider the two planes of measurement called image plane and diffraction plane, with measured
intensities |Fi|2 and |Fd|2, respectively. The first step of the GS algorithm consists in generating a
random phase to perform a first image, denoted g. The following steps are:

1. apply a Fourier Transformation to the image g and obtain the phase term ¢ from G = |G|,
where G = F{g};

2. impose the first amplitude constraint: the squared modulus of G has to be equal to the intensity
pattern in the diffraction plane, which leads to G’ = |F| e*¢;

3. perform an inverse Fourier Transformation to the image G’ and obtain the phase term ¢’ from the
obtained complex image ¢’ = |¢/| !¢';

4. impose the second amplitude constraint: the square modulus of ¢’ has to be equal to the intensity
pattern in the image plane, which leads back to the image g = | F;| ¢’

5. iterate this process.

The GS algorithm gives the phase distributions in the two detection planes. As one can see, these are
reconstructed by propagating the complex-valued wavefield between the two planes, back and forward,
and replacing the updated amplitudes at each iteration with the measured amplitudes. This back and
forward propagations are ensured with Fourier transformations, according to Fraunhofer approximation.

In CDI, however, only one intensity measurement is available — the diffraction pattern. Similarly to
the GS algorithm, CDI's method also relies on back and forward propagations of the complex-valued
wavefield, but this time, between the object and detector planes. To ensure the convergence of the
algorithm and compensate for the "missing plane” information, CDI restricts the solutions space by

using constraints. These constraints are:

— in the detector plane (reciprocal space): the amplitude of the updated wavefield is replaced by the

square root of the measured intensity;
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Figure 2.5: Schematic drawing of the Gerchberg-Saxton phase determining algorithm [148]. This
algorithm allows retrieving the phase distributions in the two detection planes, receiving as input the
measured intensity patterns.

— in the object plane (real space): the object "support” of the reconstruction is defined. For the sup-
port, the object distribution must be surrounded by known values, typically zeros, in accordance
with the oversampling conditions (which will be discussed later on). Depending on the experi-
ments, this support may or may not be precisely known. In all cases, one knows that the object
is supported by its autocorrelation, corresponding to twice its dimensions. The autocorrelation
is, thus, a commonly used first input support. This constraint can also be combined with other

requirements, as for instance, the real and positive nature of the object distribution.

This algorithm approach was proposed in 1978 by Fienup [35], upgrading the GS algorithm by allow-
ing to reconstruct the object using only the intensity constraint in the reciprocal space. Fienup’s hybrid
input-output algorithm (HIO) is a significant contribution to the imaging community and is probably the
most popular phase retrieval algorithm nowadays, inspiring as well several variations. The steps of the
algorithm are summarised in Fig. 2.6. It starts by generating a random phase and performing a first
reconstruction, denoted g. Follows to:

1. apply a Fourier Transform to the object g and obtain the phase term ¢ from G = |G| ¢'?;

2. impose the reciprocal space constraint: the square modulus of G has to be equal to the experi-
mental diffraction pattern |F|*, which leads to G’ = |F|¢?;

3. perform an inverse Fourier Transform to G’ and recover the object ¢’;

4. apply the finite object support constraint in order to obtain the new iteration of the reconstruction
gs

5. iterate this process.

Note that the notation follows the one of Fig. 2.6. During the iterative process, an error function

based on the satisfaction of the constraints is computed (an example will be provided later). A final
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reconstruction is achieved once this measured error is minimised or below a specified threshold.

g——=(F1 =G =[Gle*

SATISFY SATISFY
FUNCTION FOURIER
CONSTRAINTS CONSTRAINTS

ge—{F i |~——0" [He

Figure 2.6: Schematic drawing of a general algorithm for iterative phase retrieval [143]. This
algorithm allows a simultaneous reconstruction of the phase of the diffraction pattern and the wavefield
in the image plane (reciprocal plane to the detection plane).

Several types of CDI algorithms exist [34, 149] and the choice of one of them over another de-
pends closely on the experimental conditions. In this work, we use the GS algorithm (Future prospects,
Section 6.1) and the algorithm developed by P. Thibault based on the difference map technique [36]
(Chapter 5), which is a generalisation of Fienup’s HIO algorithm. This algorithm consists in project-
ing the solutions on a set of constraints spaces [127], denoted C1, Cs, ..., Cy,, defined as subsets of a
finite-dimensional Hilbert space, £. This set of constraints concern real physical constraints, such as
the measured diffraction pattern, the object support in real space, phase positivity, etc. The goal of the

reconstruction algorithm is then to find the solution (reconstruction) « € £, which satisfies:

2€CINCoN...NCh. (2.30)

Forall z € £ and i € [1, N], we define the projection operator Pc, : £ — Pc, as [127, 150]:

Pe, : x — Pe,(xz) =y, such thaty € C; (2.31)

which minimises ||z — y||.

The solution resulting from all the projections on the constraints then verifies [127]:

Vi€ [1,N], Po,(Tso1) = Tsol- (2.32)

In our case, we have N = 2: a support constraint and an intensity constraint, for which we define the

corresponding projectors P1 and P2. Thereby, the iteration l00p (21 )ne(1....,n..,] C&N be written in the

.....

form:
Tpt1 = T + B X d(zy), (2-33)

with
d(x) = y2 — y1, (2.34)
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and
y1 = Po[(14+m)Pi(x) — 1zl

y2 = P1[(1 +72) Pa(z) — 727]

(2.35)

where v1, v et 8 are complex parameters. The diagram presented in Fig. 2.7 illustrates the principle of

projections on both spaces.

Figure 2.7: llustration of successive projections applied to = between two spaces of constraints
[140].

At each iteration, an error function is computed, measuring the similarity of the reconstruction to
the "true” solution. A final reconstruction is achieved once this error function is minimised or below a

specified threshold. Here, it is given by:

(2.36)

where N; is the number of constituting elements of the solution z. This error falls sharply during the first
iterations to then fluctuate around a minimum. Typically, from a few hundred iterations originating from
the same initial condition, one retrieves a dozen reconstructions that minimise the error function ¢. in
the approach followed in this work, these reconstructions are, later, summed coherently to improve the

signal-to-noise ratio (see Section 2.5.2.3).

2.3.2 Fourier Transform Holography

As a holographic technique, Fourier Transform Holography (FTH) is built upon an interference phe-
nomenon between a reference wave and a scattered wave from a sample [19, 27, 37, 74]. In its most
standard implementation, FTH uses a well characterised aperture (such as a pinhole) as a reference,
generated in plane with the unknown specimen, commonly called the object. This lensless imaging
technique exploits the convolution of object and aperture to encode the object information in a holo-
gram, recorded in the far field, as a Fraunhofer diffraction pattern.

In this manuscript will be exploited the technique of digital Fourier transform holography (DFTH),
in which the hologram is electronically recorded and stored, while all the reconstruction is retrieved

computationally. Amongst the advantages of this digital detection one can find the ability to acquire fast
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images, the possibility of retrieving both, amplitude and phase data of the optical field, and the versatility

of the processing techniques that can be applied to the complex field data.

DFTH (from now on generalised as FTH) is a scheme which is usually applied in the XUV and X-ray
spectral ranges, where efficient lenses are difficult to produce. It also offers a large number of other
significant advantages such as its simplicity, speed and accuracy; high spatial resolutions, not limited
by detector’s pixel size; and its compatibility with single pulse illumination. The disadvantages of its
use are mainly the compromise signal-resolution given by the reference wave; the required sample
preparations; the restrictive two-dimensional object reconstructions; and the limitations attributed to
the micro and nano-fabrication abilities of the equipments used to manufacture the holographic masks.
Reaching wavelength-limited spatial resolutions will thus require innovative approaches such as the use

of nanoparticles, atoms or molecules as references, besides extremely intense coherent light.

2.3.2.1 Fourier Transform Holography: the Principle

The first procedure to perform Fourier Transform Holography is the recording procedure, illustrated in
Fig. 2.8 (a) and (b). The object and reference are placed in the same plane, perpendicular to the optical
axis, and both are illuminated by a highly coherent beam. The light scattered from the reference and
object interfere and is detected in the far field. The recorded intensity distribution is called hologram (see
Fig. 2.8 (b)). Assuming a paraxial approximation, the hologram is exactly the squared magnitude value
of the two-dimensional Fourier transformation of the field’s spatial profile, at the object/reference plane,

as discussed in Section 2.2.1.

With the detection of the intensity pattern alone, the phase information from the Fourier transform
is lost leading to the before-mentioned "phase problem”. FTH addresses this problem with the use of
a reference wave, encoding the phase information in the form of fringes inside the hologram. Recon-
structing a real space image of the object, the last procedure of FTH, involves recovering this encoded
phase information. This is accomplished from the autocorrelation of the object, recovered through the
extraction of the two-dimensional Fourier transform of the recorded hologram. This 2D FT can be imple-
mented by optical means or by the numerical implementation of a Fast Fourier transformation. The real
space image of the object, the one recovered in the reconstruction process, corresponds to the spatial
convolution of the "real” object with the reference (whose size should be comparable to the wavelength

to ensure that it acts as a Dirac delta point), Fig. 2.8 (c).

To understand the physical sense behind the phase encoding, we first need to consider the waves
emitted from both, reference and object, as spherical waves of matched curvature. At any given de-
tection point on the hologram, the phase of the waves differ only by the path length difference between
their respective points of origin at the sample (object and reference) and any additional phase induced
by the object. Interference fringes arise from the modulation of this phase across the spatial extent of
the detector. The spatial frequency of those fringes is inversely proportional to the separation between

the reference and the points on the object.
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Figure 2.8: Schematic of Fourier Transform Holography. (a) A sample with an object - rooster - and
a reference - pinhole -, both in the same plane, is coherently illuminated. (b) A hologram is recorded in
the far field as a Fraunhofer diffraction pattern. (c) A Fourier transform of the hologram allows the object
reconstruction from the cross-correlation of the sample.

2.3.2.2 Fourier Transform Holography: Mathematical Approach

After a conceptual explanation, a mathematical treatment is provided [142, 151].

The spatial amplitude transmittance function from a sample with coplanar reference and object, as

illustrated in 2.8 (a), can be defined as

t(z,y) = tr(2,y) + to(z, ), (2.37)

where t,.(z,y) is the amplitude transmittance function from the reference and ¢,(x, y) from the object.
Let’'s now consider a spatially coherent monochromatic plane wave (i.e. light with infinite transverse and
longitudinal coherence), propagated along the optical axis, illuminating the sample. The incident wave
function is, thus, defined by U;,..(z,y) = Us(z,y)e’**. By choosing the origin of the z-axis so that z = 0
at the object location, one can simply work with the incident amplitude distribution Uy(z,y). Therefore,

the spatially transmitted field, U,(z, y), yields

Uo (:ZE, y) = UO(‘Ta y)t(zv y)
= UO(I, y)tr (I, y) + UO (Iv y)tO(I7 y) (238)
=r(z,y) + o(z,y),
with r(z, y) = Up(x, y)t,-(z,y) the reference contribution to the transmitted field and o(z, y) = Uy (x, y)to(x, y)
the field transmitted by the object. Note that o(z, y) is the real space object reconstruction.

Applying equation 2.16 to equation 2.38, we find that the complex field amplitude in the far field is
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given by

Uh(X’ Y) = ]:{ Uo(x,y)} (va)
= F{r(z,y)} (X,Y) + Flo(z,y)} (X,Y) (2.39)
— R(X,Y)+O(X,Y)= R+O.

where the capital letters O and R denote Fourier transformations of o(x, y) and r(z, y), respectively, and
X, Y are the coordinates of the hologram measured in a detector. In this step the linearity property of
the Fourier Transformation was used (see Appendix C). More details on Fourier Transform properties
can be found, for instance, on Appendix A of Schnars and Juepter book [104]. The detected intensity,

H(X,Y), which constitutes the hologram is, thus, given by

H(X,Y)=|R+O0J?
= RR* 4+ O0* + OR* + RO* (2.40)

= |R|? +|O)* + OR* + RO*

The first two terms of equation 2.40 arise from each one of the apertures alone while the last two terms

come from waves from both apertures, giving rise to the interference pattern, responsible for the fringes

in the hologram. A simulated hologram, obtained from a simulated sample is illustrated in Fig. 2.8 (b).
The real space images are reconstructed by calculating the two dimensional Fourier transformation

of the hologram as follows:

I(u,v) = F{H(X,Y)} (u,v) = F{|R]*} + F {|O*} + F{OR*} + F{RO*}
(2.41)

=r*r+oxo+oxr—+rxo.

self-correlation cross-correlation

with » and v the new real space variables and the x denoting complex correlation. In the last step the
correlation theorems of FT's were applied (see Appendix C). The cross-correlation terms of equation
2.41 correspond to the twin images in Fig. 2.8 (c), while the self-correlation ones correspond to the
undifferentiated pattern in the middle. The reference used in the sample illustrated in Fig. 2.8 (a) is the
conventional FTH reference: one single pinhole, which, mathematically, can be represented by a delta
function. In that case, a similar image of o is returned in the cross-correlation since r x o = 0. Looking
at Fig. 2.8 (c) one can see that both cross-correlation images are identical, differing only by a conjugate
and their orientation. Since the reference is a real function, OR* = OR, the term o x r can also be
considered as a convolution o ® r, according to the convolution theorem of the FT.

For the approximation reasons stated before, in an ideal FTH, the reference should be a delta function
with respect to the transmitted radiation intensity. However, in reality, the extent of the reference limits
the spatial resolution of the reconstruction, thus blurring the image. Although a smaller pinhole leads to
better resolution, it also implies a reduction of the reference signal intensity. This problem can be solved

by an "enlargement” of the reference structures, as studied for instance by Schlotter and Guizar-Sicairos
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in their PhD dissertations [29, 142]. This can be overcome by using
— multiple reference patterns - which consists of an arrangement of several pinholes;

— extended reference patterns - extended continuous references with corners or kinks, such as lines,

rectangles or other shapes.

In the work presented here, only one reference pinhole is used, but the principle is the same for the
other two types of references, differing only in some numerical treatment for the last case.

As one can see also in Fig. 2.8 (c), in order to ensure a valid reconstruction, the cross-correlation
images should be spatially isolated from the self-correlation. Therefore, in order to perform FTH, one
must respect some separation conditions. The limiting distance between the self-correlations and the
cross-correlations depends on the size of the object as well as the distance between the object and the
reference. The pinhole must be at least three times the radius of the object away from the centre of the
object, in order to avoid overlapping. The existence of more than one pinhole adds the extra condition

that the pinholes must be separated by a distance, at least, equal to the size of the object.

2.3.3 Detection and Sampling of Fraunhofer Diffraction Patterns

Even though the theoretical models presented in this manuscript are generalised with a Fourier nota-
tion F, as discussed before, lensless imaging relies on a digital detection. Thus either simulations or
reconstructions are based on discrete mathematics, often by means of FFT’s.

The detection of the diffraction pattern occurs in an array, typically a CCD camera, which accumulates
incoming photons (diffraction and noise) during the exposure time. The measured diffraction signal is
then the photon flux, photons/m? or J/m?, digitalised with a defined sampling ratio. This digitalisation
and, particularly, the finite number of pixels of the detector, impose restrictions to the resolution and field
of view (FOV) that are achievable for the reconstruction. For this reason, in this section, we will reveal
some sampling notations required for the recovery of useful data from a diffraction pattern/hologram
recorded in the far field.

Let's consider a diffraction pattern defined by Ia,(p,q) and sampled at a step A,, given by the
pixel size of the detector. In the far-field, this magnitude is equal to the squared modulus of the two
dimensional Fourier Transform of the exit field, U,(z,y), at the position of the sample (Eq. (2.17)).
Assuming Ua, (m,n) the discrete function of U, (z,y), at a step A, the intensity pattern at the detector

takes the form: ,

pm+gqn
N

1 .
In,(p,q) = [Ua,(p.)|" = VMN > Ua,(m,n) e

m,n

(2.42)

(note the 1D discrete FT definition from Eq. (2.2)).
If one can consider that the incident wave is a monochromatic plane wave, Eq. (2.21) applies, and

the Fourier transform of the diffraction pattern of Eq. (2.42) gives:

imz)-%—nq

I(m,n) = FFT{Ia,(p,q)}(m,n) = ZIAP (p,q) e ™ N =[ta, *ta,](m,n), (2.43)

p,q
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with ta,(m,n) the sampling function of ¢(z,y) and the x denoting complex correlation. In the last step
the correlation theorems of FT’s were applied. Indeed, as discussed before, the Fourier Transform of
the diffraction pattern is the autocorrelation of the object’s trasmittance function and is defined in a
support equal to twice the size of the object [121, 140]. This autocorrelation function is the basis of our
reconstruction procedures for the far-field techniques used in this manuscript.

According to Eq. (2.5), one can extract from Eq. (2.43) the relation between both sampling steps,

which is given by:

1

A, = .
NA,

(2.44)

Here, A, is the pixel size of the CCD, which is a matrix of N x N pixels, and A, is the pixel size of
the discrete representation of the transmittance autocorrelation, i.e. the reciprocal space of the plane of
the detector (given in [m=1]).

For an object with size a x a, sampled in N, x N, pixels in its reconstruction plane, the relation
between the real physical dimensions of the object and the sampling of this reconstruction plane is

given by:

Aiz = N,A,, (2.45)
with Z the distance between the object and the detector array and %Z the scaling factor (Eqg. 2.18), which
defines the transition from the real space to the reciprocal space of the plane of detection (space of the
reconstructed image) [121, 127]. Remark that in FTH « corresponds to the longest spacing between
object and reference.

From here one can extract the effective pixel size of the reconstruction, given in object dimensions

(in [m]), which occurs for a = NoA ;-

Aoy = ArAZ, (2.46)
which in function of the CCD pixel size (substituting Eq. (2.44)) yields:

VA
The field of view (FOV) of the reconstruction, defined as FOV = NA;; is then given, in terms of the
experimental parameters by:
VA

FOV = A (2.48)

To allow a reliable reconstruction of the object, the sampling ratio is a key factor. When the sampling

interval is too large, frequencies higher than the Nyquist frequency will be wrapped and will appear as

lower frequencies [150]. This phenomenon is called aliasing.

Since the sample has a finite size, reconstructing its entire field of view must satisfy the Nyquist-
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Shannon sampling theorem, which states that the diffraction pattern/hologram must be sampled at, at
least, twice the maximum spatial frequency of its fringes. In other words, each fringe period must be
sampled by, at least, two pixels in the detector, in order to be distinguishable for reconstruction [152, 153].
This way, the sampling interval A, of the diffraction pattern should obey

A< T

P= 20 max

) (2.49)

where o, is the Nyquist frequency, corresponding to the maximum frequency in the diffraction figure.
Since in the reciprocal space of the diffraction pattern, the maximum frequency is given by the size of

the autocorrelation of the object, which in turn is twice the object size, we have that

Omax = QNZAT = NOAT" (250)

Therefore, from Egs. (2.49), (2.50) and (2.45):

A, <22 (2.51)

The treatment described above suits both the lensless techniques implemented in this work, whose
detection process occurs in the Fraunhofer regime: coherent diffraction imaging and Fourier Transform
Holography. All of these considerations should be taken into account with the purpose of achieving the
optimal sampling conditions and field of view, for a detector with a finite number of pixels. Carefully
dimensioning these characteristic distances, successful reconstruction of diffraction patterns/holograms

are achieved, even in cases with multi-coloured or broadband illumination [18, 19].

2.3.3.1 Nyquist sampling of the intensity pattern in CDI

During the phase retrieval reconstruction process the sampling ratio is particularly important. Indeed,
a diffraction pattern suitable for reconstruction in CDI should be Nyquist sampled - or, as often gener-
alized, oversampled. The notion of oversampling was first proposed by D. Sayre in 1952 [154], which
applied the Shannon sampling theorem to crystallography. One commonly used parameter of CDI is
the oversampling ratio, which measures the oversampling of a diffraction pattern [155]. One can define
this ratio as a relation between the size of the diffraction figure (IV pixels) and the size of the object (N,
pixels) as:

=, 2.52
0=+ (2:52)

From Egs. (2.52), (2.44) and (2.45) we can write O as:

VA

0= al\,

(2.53)
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where, taking the Shannon sampling condition applied to A, (Eq. (2.51)) yields:
0O>2— N>2N,. (2.54)

This last equation has a simple explanation: in fact, since the object transmittance is a complex func-
tion, there are 2N, equations in each dimension. However, the total representation is contained in N
pixels. Thus, for the problem to be solvable, at least as many equations as unknowns are required,
therefore: N > 2N,, i.e. O > 2. This condition is necessary but not always sufficient, especially in
the unidimensional case. In the multidimensional case (our case), oversampling is generally sufficient
[146, 147].

2.4 Detection and Reconstruction of Fresnel Diffraction Patterns

In this section we will introduce the technique of in-line holography, which obeys to the formalism of

Fresnel diffraction, admitting a detection in the near field.

2.4.1 In-Line Holography

In-line holography refers to the original holographic scheme, introduced as A new microscopic princi-
ple by Dennis Gabor, in 1948 [103]. This setup constitutes the simplest realisation of the holographic
method, requiring no lenses between object and detector, and no sample’s special treatment. The
application of this lensless imaging technique has been however limited until recently, owing to the non-
practicality of the object’s image reconstruction with another wave. With the emergence of digital imaging
devices and their application to the topic, this was no longer a problem. Ever since, the versatile in-line
scheme has been employed in numerous experiments using different types of waves, from electrons to
X-rays [38, 39, 104, 129, 156].

The technique explored in this section is the digital in-line holography which, alike previous tech-
niques, involves digital recording and a numerical reconstruction process. Amongst the advantages of
this holographic method one can find its simplicity: the setup required is usually only a coherent source
and a CCD camera (sometimes a pinhole is used as well); the speed: intrinsic changes in the object
can be followed at the capture video rate of the CCD chip; maximum information: a single 2-D hologram
contains all the information about the three-dimensional structure of the object; high resolution: optimal
resolutions, of the order of the wavelength of the laser, can be achieved; and, finally, the simplicity of
sample preparations: no sectioning or staining is required - feature valued especially in the imaging
of biological samples, where living specimens can be viewed [129]. As for drawbacks, the main ones
are the requirement of a high numerical aperture and the superposition, on the reconstruction, of an
out-of-focus virtual twin-image of the object, due to the symmetry of the in-line setup. Also, with the
full incoming beam acting as a reference wave, this coherent technique is particularly vulnerable to the

aberrations of the source.
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2.4.1.1 In-Line Holography: the Principle

By definition, in in-line holography, the reference and object waves share the same optical axis. In
a typical setup, a wave passes by an object, located nearly in a central position related to the beam
illumination. Part of the wave is scattered by the object, thus creating the object wave O, and the
unscattered part of the wave forms the reference wave R. The interference of this two waves is captured
by a detector, placed perpendicularly to the optical axis, at a distance Z from the object. If the scattered
wave from the object is small compared to the unscattered reference wave, the recorded interference

pattern constitutes a hologram.

Figure 2.9 illustrates the two typical in-line holography schemes utilising, respectively, plane and
spherical waves. In the first case (Fig. 2.9 (a)), an incident plane wave is illuminating the sample, with
a diameter considerably high with respect to the sample’s size. In the last scheme (Figs. 2.9 (b)-(c)),
a highly coherent beam illuminates the sample after being focused with proper optics. This focal spot,
which can be filtered resorting to a pinhole, acts as a "point source” of spherical waves. In both cases,
the diameter of the reference beam in the plane of detection will set the interference area, in which the
fringes encode the phase induced by the sample to the beam. Analogously to FTH, this interference
pattern constitutes the hologram. In-line holography with spherical waves is also called Gabor hologra-
phy [103] and is the one which most suits the wavelength range of interest, due to the requirement of
high numerical aperture of the technique and, as well, the possibility of retrieving reconstructions with
magnification.

After the recording process, a numerical reconstruction takes place. The reconstruction in in-line
holography contains 3D information of the object encoded in the 2D hologram measured by the detector.

The numerical procedure recovers the object reconstruction through back-propagation calculations.

2.4.1.2 In-Line Holography: Mathematical Approach

In this section, simple methods for simulation and reconstruction of holograms, with both plane and
spherical waves, will be summarised [39, 131, 157, 158]. Before proceeding, we remark that all the

reasoning follows the coordinates convention defined in Appendix A.

General Approach: Separation of Contributions

Let's begin, similarly to Section 2.3.2.2, with the spatial amplitude transmittance function of the plane
(z,y) where our object is located. One particularity of in-line holography is that the object covers only a
part of the illuminated plane and, where there is no object, the distribution of the incident wave remains

undisturbed (see Fig. 2.9). This allows the plane transmittance function to be defined as

t(@,y) = 1+ to(z,y), (2.55)
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Figure 2.9: In-line holography schemes. Schematic of in-line holography with respectively (a) plane
and (b-c) spherical waves. (c1) An object "3” is coherently illuminated by a reference spherical wave.
(c2) A hologram is recorded as a Fresnel diffraction pattern. (c3) A reconstruction of the original object
can be accomplished by a back-propagation algorithm.
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where the reference wave has a transmittance of value 1 all over the plane and the object imposes
a perturbation ¢,(z,y) to this reference wave. As a remark, this transmittance definition allows the
separation of both contributions, by defining the object perturbation ¢,(z,y) in the interval [-1,0]. This
way, the actual object transmittance is given by t,(z,y) + 1 = t(x,y) and not ¢,(x,y), like in the FTH

case.

llluminating the sample with an incident wave U,,.(x, y), the wavefront distribution in the plane of the

object, immediately after i, is given by

UO(:C7 y) = UinC(xv y)t(l}, y)
= Uinc(xa y) + Uinc(xv y)to(-rv y) (256)

=r(z,y) +o(z,y),
where r(z,y) describes the reference and o(z, y) the field transmitted by the object. The wave propaga-
tion from this point, towards the detector, is described by Fresnel diffraction equation 2.14. Considering

a detector positioned in the plane (X,Y), the field distribution in this plane, denoted U, (X,Y), can be
described, separately, for both contributions, R(X,Y) and O(X,Y’). With this notation, the recorded
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hologram is

H(X,Y) = |Un(X,Y)]?
= |R(X,Y) + O(X,Y)|? (2.57)

=|R|* +|0* + OR* + RO*,

where the first term is the constant background, originated by the reference wave alone; the second term
comes from the object alone; and the last two terms give rise to the interference pattern, responsible for
the fringes in the hologram. The second term is assumed to be substantially small when compared to

the strong reference wave term [39].

To retrieve the reconstruction of the object from the resultant hologram, one must normalise it in a
first step to remove the dependence on external factors such as the intensity of the reference wave and

detector’s sensitivity. This can be accomplished by dividing the hologram into the background image:
B(X,Y) = |R(X,Y)|% (2.58)

This background corresponds to the image recorded under the exact same experimental conditions as

the hologram, but without the object in the setup. The normalised hologram is, therefore, given by

H(X,Y
_ OR* + RO"

[RIZ

(2.59)

where the subtraction of 1 allows the calculations to proceed only with the interference terms, assuming

IR |01
‘R‘2 + ‘R‘z ~ 1"’0

The reconstruction of the digital hologram consists of multiplying the normalised hologram, with the
reference wave R(X,Y), followed by a back-propagation of the Fresnel diffraction pattern to the plane

of the object. This is given by the integral

eikZ

VA

Ur(z,y) = — / / R(X,Y)Ho(X,Y)e "2 [(X—2"+Y 0] g x gy (2.60)

Since this reconstructed wavefront corresponds to ¢,(x, y), to obtain the object transmission function

t(z,y), the value 1 needs to be added to the result [39].

In-Line Holography with Plane Waves

A plane wave propagated along the optical axis, z, can be simplified by U;,.(x,y) = 1, with choice of

proper axis (Appendix A). Consequently, the spatially transmitted field at the object plane, illuminated by
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such wave yields

UO(‘/Z:7 y) = t(I’? y)

=1+ to(amy) = T(ﬁt,y) + O(l’,y).

(2.61)

Propagated in the Fresnel regime, up to the detector position Z (equation 2.14), the corresponding

hologram field becomes

sz ik 5 5

Un(X,Y) / / (z,y)e' 2 (X2 =] gp gy, (2.62)
VA

According to the convolution definition (see Appendix B), neglecting the constant phase factor ¢+,

equation 2.62 can be rewritten in the form of a convolution between the object transmission function

t(z,y) and the Fresnel function s(x, y) defined by

1
s(z,y) = e ig7 (@ +y%), (2.63)

Thus, U,(X,Y) becomes
Up(X,Y)=tX,Y)®s(X,Y) (2.64a)

Up(X,)Y)=[14+t,(X, V)] ®s(X,Y)
(2.64b)

1+ t(X,)Y)®s(X,Y),

R(X,Y) O(X,Y)

where R(X,Y) = 1dueto 1 ® s(X,Y) = 1. As a remark, in Eq. (2.64b), ¢(z,y) was again split
into the two contributions: object o(z,y) = t,(x,y) and reference r(z,y) = 1, according to Eq. (2.55).
Being a convolution, O(X,Y"), according to the convolution theorem [104], can be expressed by Fourier

transformations. Therefore, U, (X,Y’) can be rewritten in the form:

Un(X,Y) = 1+ FH{F {tola,y)} (u,0) - F {s(2,p)} (u,0)} (X,Y), (2.65)

with (u, v) the spatial frequency coordinates in the Fourier plane and - denoting usual multiplication.

The hologram recorded with plane waves is, therefore,
H(X,Y)=|1+F {F{to(z,y)} (u,v) - F {s(z,y)} (u,v)} (X, Y% (2.66)
The reconstruction of the object transmission function is given by equation 2.60, which can also be

expressed in the form of a convolution by

Ur(z,y) = R(z,y)Ho(z,y) @ 5™ (z,y)

= F HF{Ho(X,Y)} (u,v) - F{s"(X,Y)} (u,0)} (2, 9).

(2.67)
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where R(X,Y) = 1 was substituted in the last line.

In-Line Holography with Spherical Waves

A spherical wave propagated from a point source, located at a distance z, from the object, is described

by

eikrl (z,y)

Uine(,y) = (2.68)

ri(z,y)
with 7 (x,y) = /22 + y? + 23. Consequently, the spatially transmitted field at the object plane, illumi-

nated by a wave in the form of Eq. (2.68) becomes

etk (z,y)

Uo(z,y) = - t(x,y). (2.69)

7’1(1, y)

Assuming a Fresnel propagation of this field (Eq. (2.14)) until a detector position Z, Eq. (2.69) yields

ethZ zkrl(z y) e 5 5
X,Y) iy [(X—2)?+(Y —y)?] 2.70
Xy =5z [ e drdy, @70)

which developed in a paraxial approximation, where r1(z,y) follows the approximation of Eq. (2.13),

gives:
Un(X,Y) /DC /OO t(x,y) ¢! Ty | =)+ —0)"] dxdy, (2.71)
with
M= 2T (2.72)
20
and
Zeff = % (2.73)

Indeed, this spherical geometry, apart from constants and factors of unit modulus, relates to a plane
wave illumination (see equation 2.62) through an equivalent propagation distance z.;s and a magnifica-
tion factor M, given by the simple relations (2.72) and (2.73) [158].

Eqg. (2.71), similarly to the plane-wave case, can be written in the form of a convolution between the

object transmission function ¢(z, y) and the Fresnel function s(z, y) for a spherical-reference wave:

1 F Kk 2,2
s(z,y) = — " T @YD) (2.74)

The hologram recorded with spherical waves is, therefore, calculated from equation (2.66), with a
wavefield given by (2.64a), and its size corresponds to the size of the object area, multiplied by the
magnification factor M. Likewise, the reconstruction of the object transmission function is given by
equation (2.67), where the size of the reconstructed object area is equal to the size of the hologram,

divided by the magnification factor M.
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2.4.2 Sampling Considerations in In-Line Holography

Alike the far-field techniques, the hologram captured in in-line holography is a discrete representation of
the phase-modulated intensity profile, digitalised with a specific sampling ratio. Therefore, again, even
though the theoretical models presented in this section are generalised with a Fourier notation F, the
implementation is made through two-dimensional FFT’s (see Sections 2.1 and 2.3.3 for reference).

As implicit in the mathematical approach presented earlier on, in in-line holography, both the holo-
gram and reconstruction are sampled in "real space”, contrasting with the previous far-field techniques.
Indeed, the field of view and pixel size of the reconstruction are given by the dimensions and pixel size
of the detector, apart from the magnification factor if a spherical wave is used as reference. When using
plane waves, the reconstruction is achieved in a field of view FOV = NA,;, where N is the number of
pixels of the detection array and A.,; = A, is the pixel size in both object and reconstruction planes. As
well, from Section 2.4.1.2, we know that the pixel size in the hologram recorded with spherical waves,
A,, corresponds to the pixel size of the plane wave illumination case, multiplied by the magnification fac-
tor M. Therefore, in in-line holography with spherical waves, our field of view is given by FOV = NA;
where Agj = %, with M given by Eq. (2.72). This means that the smaller the pixel sizes on the detec-
tor, the better the detection of the fringes with higher spatial frequencies in the hologram, and the better
the sampling of the reconstruction. However, this parameter should be optimised along with the available
field of view, which should be extended enough not to lose essential information in the reconstruction.

In order to ensure proper sampling of the hologram, there is a condition which should be considered,
given the process’s intermediate passage through the Fourier domain. Indeed, during the reconstruction
procedure, the Fourier transform of the normalised hologram is multiplied by the spherical phase term

F{s*(x,y)} (see equation 2.67). This term is only correctly simulated with N x N pixels when
NAZ < Az. (2.75)

The deduction and discussion of this condition can be found in Latychevskaia’s work [39].

2.5 Image Quality in Coherent Lensless imaging

In order to analyse the quality of the reconstructions achieved from coherent lensless techniques, two
characteristic quantities must be highlighted: the resolution and the signal-to-noise ratio (SNR). In this
section, these two concepts are exploited with three main purposes: evaluation of the image quality;

discussion of the limitations to this quality; and identification of means and strategies to improve it.

2.5.1 Resolution

The fidelity of an image, representative of some real sample, is a very important concept in imaging.
It can be categorised by several distinct and measurable criteria, with a special emphasis on one: the

resolution.
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Multiple criteria have been suggested for determining the resolution of an image. One of the most
commonly accepted is the Rayleigh criterion [28]. The Rayleigh criterion defines resolution as the short-

est distance required to discern two point sources, as schematized in Fig. 2.10.

Resolved Rayleigh Limit Not Resolved

Figure 2.10: The limit of resolution, according to the Rayleigh criterion, shown by the overlapping diffrac-
tion patterns of two single Airy Disks. Left: well resolved; middle: just resolved; right: not resolved.
Image from [159].

2.5.1.1 Resolution Evaluation in Reconstructions

Quantitatively, the Rayleigh criterion can be described as the distance between the 10% and 90% points
of a rising edge [28]. Therefore, the resolution R of an image, which, by definition is a two-dimensional

discretized space, can be expressed as

R = N1o%—90%Lobj - (2.76)

Here N9y _g0% is the number of pixels that constitute the 10%-t0-90% rising (or falling) edge, in intensity,
and A,; the image pixel size. This criterion is the one adopted in this manuscript for the evaluation of

the resolution of the achieved experimental reconstructions.

2.5.1.2 Achievable Resolution of a Setup

The resolution one can expect from a coherent lensless imaging experiment is directly related to the
value of the accessible frequency components at the detection plane.

In CDI, as the detection occurs in the far field, the mapping of the diffraction pattern represents
the spatial frequencies of the diffractive object, which makes the low frequencies located in the centre
and the high frequencies on the extremity areas. Similarly, in digital FTH and in-line holography, the
fringes that encode the phase of the smallest features in the object are formed by the interference
between reference and object wave, scattered at large diffraction angles. The achievable resolution is,
thus, limited by the detection of the finest interference fringes in the hologram, given by the numerical
aperture (NA) of the reference beam at the detector. Therefore, in all cases, increasing the NA of the
beam will allow detecting the high frequencies, leading to a better final resolution. The latter writes, by
Abbe’s criterion [160]:

Olat = (2.77)

2NA’
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with NA the numerical aperture of the beam, which can be defined by the ratio:

D
NA= . (2.78)

Here L is the "source”-detector distance and D the beam diameter at the detector.
In CDIl and FTH, L = Z and the diameter D can be written in terms of the number of pixels extending

the diffraction figure, Nignq- ASSuming a pixel size in the detector given by A, yields:

AZ

_ 2.79
NsignalAp ( )

6lat =

The achievable lateral resolution in digital in-line holography with plane waves also follows Eq. (2.79)
noting that, in this case, N,igna: is the number of pixels which samples the hologram, usually limited by
the reference wave aperture. In digital in-line holography with spherical waves, because it induces a

magnification M, this achievable resolution is reduced by 1/M [38, 39]:

NZ

_ 2.
NqignalApM ( 80)

6lat =

If M is large enough, though, the resolution is limited by the NA of the optical system (Eq. (2.77)) [38],

which can be written:

)\(20 + Z)

—_ 2.81
NsignalAp ( )

(Slat =

with Z the distance detector-sample and z, the distance from the latter to the point source.

Thus, in order to optimise the achievable resolution, the object-detector distance must be reduced,
while ensuring that the sampling conditions are fulfilled. In CDI, one must also ensure that the over-
sampling condition is valid. Increasing too much the (over)sampling, without binning the intensity on the
detector pixels, can though decrease the number of photons per pixel and, consequently, the signal-
to-noise ratio (SNR) of the recorded diffraction pattern. As the distribution of the signal in a diffraction
pattern decreases in the extremities, the influence of noise is always greater on the high-frequency
components of the image. Thus, a low SNR can decrease the diameter of the reconstructible signal,

downgrading the achievable resolution of the apparatus.

2.5.2 Signal-to-noise Ratio (SNR)

As briefly mentioned in the earlier section, the signal-to-noise ratio (SNR) is a key factor for quality
reconstructions, restricting the useful signal, and therefore, the achievable resolutions. This quantity is

defined by the ratio between the respective signal and noise powers [140]:

o Psignal o RMSsignal ?
SN = Proise B ( RMSnoise (282)

with RMS the root mean square value.
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The lensless configurations described in the previous sections are susceptible to white noise arising
from the experiment (deficient filtering, unintended reflections/transmissions in the setup components...);
photon noise, which is directly related to the diffraction signal (follows a Poisson distribution); readout
noise, intrinsic to the detection device; and finally dark noise (dark current).

Even though one can not completely get rid of the noise, we can reduce it by adopting proper actions.
Indeed, one can add light shields and additional filters in the setup to avoid parasite white noise, which
also entails a decrease of the signal. One can also increase the SNR associated to the photon noise by
increasing the total number of coherent photons. Experimentally, this can be achieved by an effective
optimisation of the beamline-output (photon flux, coherence...) and focusing, for instance. As well, one
can perform the imaging acquisition with the CCD camera closer to the object plane to have higher
photons/pixel ratio and, thus, enhance the SNR associated to the photon noise. Note again that the
object-CCD distance should always fulfil the sampling requirements for the holographic techniques or
the oversampling condition for CDI. To reduce the readout noise, one can, if there is the option, decrease
the readout frequency of the CCD or use techniques such as hardware binning, which combines the
charge from adjacent pixels into a single large pixel during the readout process. Finally, to reduce the
dark noise, techniques such as cooling down the CCD camera can be employed (for example, —40° are
used in LUCA beamline described in the next Chapter).

2.5.2.1 Interest of Signal Accumulation

Often, in XUV/X-ray coherent lensless imaging experiments, the sources have short pulse duration, in
the order of a few tens of femtoseconds. This is the case, for instance, of the LUCA beamline (described
in the next Chapter and used for some of the experiments of this manuscript), which is based on the
generation of high-order harmonics. The high-photon flux beamline of CEA allows to work in single-shot
regime and to resolve temporal dynamics of the same order of magnitude as the pulse’s temporal width
[161]. However, when no temporal dynamics are involved, it is possible to integrate the photon flux over
a few seconds to improve the signal-to-noise ratio, essentially limited by the readout noise.
Nevertheless, when detecting a diffraction pattern resultant from accumulation, it is important not to
saturate the camera, to avoid incorporating artificial data into the reconstruction. On the other hand,
an unsaturated image might not detect enough signal in the high spatial frequencies areas, which de-
creases the SNR and substantially degrades the resolution. To overcome these issues, one can resort

to the High Dynamic Range (HDR) technique.

2.5.2.2 High Dynamic Range (HDR)

The High Dynamic Range (HDR) technique is widely used in photography to improve the contrast and
dynamics of images, intrinsically limited by the camera. This post-acquisition processing technique in-
volves recording two images with two different exposure times - one long and one short - and assembling
them, in order to artificially increase the detection dynamics. This method applied to diffraction patterns

has several advantages. Firstly, by acquiring a high gain image, we are able to detect with high SNR
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the less intense high spatial frequencies, which are located in the peripheral regions of the diffraction
pattern. Additionally, accessing a second image recorded at the limit of saturation allows, in turn, to
have all the acquisition dynamics in the centre of the pattern, where the previous image is saturated.
The advantages associated with each of the input images are thus exploited: one can get an effective
detection of both high and low frequencies, thus increasing the acquisition dynamics. The steps for HDR

post-processing are as follows:

the area of saturated pixels is delimited by a rectangle;

a binary mask is constructed from this rectangle: it will be applied to the saturated image, while its

negative will be used on the unsaturated image;

a Gaussian filter is applied to these masks in order to smooth out the binary boundaries - not to

introduce parasite high frequencies into the inverse Fourier Transforms of the signals;

a multiplying coefficient - found by calculating the average value of pixels located just outside the

saturated area, in both images - is applied to the unsaturated image in order to level both images;

— the unsaturated image, inside the rectangle, and the saturated image, outside the rectangle, are

finally assembled.

Even though several input images can be exploited for both exposure times, the diffraction patterns

post-processed with HDR in this thesis use only one for each.

2.5.2.3 Coherent Superposition of Image Reconstructions

The technique of coherent superposition of image reconstructions constitutes another strategy for the
improvement of the SNR, when several reconstructions of the same object are obtained. This method
will be introduced briefly as it is used in the work presented in this manuscript [162].

In coherent diffraction imaging, since the algorithm starts from a random phase, slightly different
constructions are obtained from one algorithm launch to another, even with the same input diffraction
pattern. Moreover, for each new reconstruction, the position of the object fluctuates in the loose support
allocated to the reconstruction. In order to improve the contrast and the signal-to-noise ratio of the fi-
nal reconstruction, several reconstructions resulting from independent launches of the algorithm can be
superimposed coherently. This coherent superposition also allows any possible inconsistent features to
be averaged out, ending up in the reduction of the high-frequency noise that cannot be reliably recon-
structed. It should be performed in amplitude and phase. Indeed, particularly with binary objects, the
phase plays a crucial role in the contrast: note that it is well defined within the object but random outside
it.

The CDI reconstructions presented in this manuscript are coherently superimposed from some runs
of the phase retrieval algorithm. To sum up the reconstructions efficiently and accurately, we resort to

a DFT (discrete Fourier Transform) sub-pixel registration algorithm, developed by Guizar-Sicairos [163],
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which computes an upsampled cross correlation between the two images and locates its peak. The
algorithm uses a matrix multiplication implementation of the 2D DFTs to refine the initial peak location
estimate, achieving subpixel registration.

This technique can also be used in FTH with multiple or extended references, which involve the re-
construction of several versions of the same object. Applying a coherent superposition of all the obtained
reconstructions, besides improving the SNR, allows improving the spatial quality of the reconstructions.
Indeed, one can get rid of different experimental conditions at the level of the reference apertures, such

as non-uniform illumination or partial coherence.

2.6 Summary of Beam Requirements for Ultrafast Coherent Lens-
less Imaging

Tu summarise, CDI, FTH and in-line holography are three important types of lensless imaging tech-
niques, allowing high-resolution imaging at ultrafast time scales. As we have seen along this chapter,
even though their reconstruction procedures are distinct, they all rely on high-quality diffraction patterns.
Therefore, in order to obtain high-resolution reconstructions, the imaging beam must fulfil some require-

ments. They are:

high coherence;

high photon flux;

ultrashort pulse duration;

short wavelength;

non-aberrant wavefront.

High-resolution lensless imaging requires high coherence. The treatment of diffraction and, conse-
quently, lensless imaging described above assumes fully coherent illumination [131]. In real experi-
ments, however, samples are usually illuminated with partially coherent waves. The lack of coherence
of the illuminating beam affects the contrast of the fringes in the diffraction pattern/hologram and, con-
sequently, the reconstruction is altered [47]. This way, with an SNR reduced, as discussed in Section
2.5, the achievable resolution is also affected.

Another restrictive factor for coherent lensless imaging is the beam flux. As discussed along Section
2.5.2, the number of photons is crucial to ensure a high quality diffraction pattern with a satisfying SNR.
Moreover, a high flux of photons is critical for high resolution imaging of specimens that are sensitive to
radiation damage [125, 126].

Free Electron Laser facilities, synchrotron facilities and high-order harmonics beamlines are exam-
ples of qualified sources for high-flux coherent XUV photons (see Section 1.1.1). FELs and HHG sources
can provide coherent radiation with ultrashort pulse durations (typically in the femtosecond scale or even

down to the attosecond scale).
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Ultrashort pulse durations have allowed the concentration of huge amounts of energy in a really
short time period. This concentrated photon flux is responsible for high-resolution imaging, overcoming
the time scales of most damaging processes. Moreover, combined with short wavelength radiation it
allows performing dynamic studies on femtosecond-resolved scales (or even attosecond-time scales in
a near future). Indeed, the short wavelengths, as presented in Sections 2.2.1 and 2.5.1, are an intrin-
sic requirement to achieve high-spatial resolutions specially when seeking nanometric or even atomic
scales.

Finally, high-resolution lensless imaging requires a high-quality wavefront. Even though coherent
lensless techniques are in principle aberration-free, as they dispense any type of optics between the
sample and the detection plane, they still require a focusing system to focus the beam onto the sample.
As XUV and X-ray radiation have short absorption lengths in materials, the production of focusing sys-
tems involve high technological requirements, which makes the optics very limited and expensive. Very
often, reducing the high photon absorptions at the level of the optics implies lenses configurations which
induce strong aberrations [28], imposing a limitation to coherent imaging techniques.

Collecting all these requirements, coherent lensless imaging can be implemented as a powerful
imaging tool for users in a large variety of scientific domains. In all its variations, it offers a remark-
able solution for high resolution imaging, with current applications ranging from medicine to solid-state

physics.
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Chapter 3

Experimental Studies of Spatial
Coherence and Fourier Transform
Holography in LUCA’s High Harmonic

Generation Beamline

3.1 Introduction

As presented in the previous theoretical chapter, in order to perform ultrafast nanoscale coherent lens-
less imaging a key requirement is a high-quality diffraction pattern. Therefore, a beam with high spa-
tial coherence, strong photon flux, short wavelength, good wavefront and ultrashort pulse duration is
needed. High harmonic generation (HHG) beamlines can generate XUV radiation which meets these
criteria [8, 13, 14,17, 26].

In this thesis, we use HHG to generate the XUV beam for the lensless imaging experiments. The
HHG beamline of LUCA, developed by the ATTO group of the LIDYL laboratory of CEA Saclay, provides
an intense source of coherent XUV photons (a few tens of nanometres) with ultrashort pulse duration
(20 femtoseconds). lts features have allowed to carry out single-shot experiments of different natures:
from coherent diffraction imaging (CDI) [13] to holography [12] and, more recently, single-shot spatial
coherence characterisation [82]. Such a beamline provides a cheaper and easy-to-access alternative to
large laser installations such as FELs and synchrotrons. In addition, the almost complete control of the
properties of the harmonic beam allows a wide spectrum of applications, from biomolecular studies to
developments in solid-state physics.

XUV/ X-ray sources, whether HHG, synchrotrons or XFELs, present partial spatial coherence [26,
40, 41, 164, 165]. Moreover, these sources exhibit shot-to-shot variations of this parameter along with

other spatial properties, including beam-pointing. The ultrashort pulse duration of such sources requires
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single-shot consistent characterisation methods to address these phenomena, which can affect the
lensless imaging techniques.

Most optical devices used to characterise the coherence of conventional laser beams do not work in
the XUV and X-rays ranges [166—168]. On the other hand, the techniques available either require par-
allel intensity measurements [169—-171], either the use of sequential measurements [41, 168, 172—-175],
being incompatible with single-pulse characterisation. In addition, beam-pointing instabilities, which
strongly affect HHG and XFEL sources, have been reported to be critical in coherence studies based on
sequential single-shot measurements [41]. Besides the challenge of measuring this parameter with tem-
poral resolution and beam-pointing instabilities, the use of characterised XUV/X-ray sources improves
the quality of the results in multiple applications [15, 42, 43, 46, 176, 177].

The characterisation of the spatial coherence of a source has different uses. Firstly, knowing the
coherence of a source helps to understand the physics behind the generation process [41, 169], opening
the way to XUV beam shaping [178]. On the other hand, both temporal and transverse coherence effects
play an important role in the now accessible field of non-linear excitations of atoms and molecules [176].
Furthermore, diffraction depends on the spatial coherence of the source [131], making the knowledge
of this parameter important for applications based on interferometric techniques. This is the case, for
instance, of lensless imaging where the quality of the reconstruction strongly depends on the degree of
coherence of the illuminating beam [42, 43, 46]. By having a knowledge of the partial coherence of the
source, some authors have already input this information in CDI algorithms to improve the image quality
of 2D or even 3D reconstructions [42, 43, 46, 177]. The effects of partial coherence have been as well
reported in holography [12, 44, 45], even though no correction was tried so far.

This chapter is divided into three main parts. Firstly, the concept of high harmonic generation will
be addressed and a presentation of the LUCA’s XUV beamline, will be provided. Follows some spatial
coherence measurements on this source, where we will use a new method, which allows a single-shot
characterisation of the spatial coherence of a beam while being compatible with beam-pointing insta-
bilities. The mathematical formalism of this method was partially developed in previous theses at CEA
[178] and experimentally implemented here. The method is based on the interferometry through a 2D
non-redundant array (NRA) of apertures, designed in a strategic configuration to disentangle the de-
gree of spatial coherence from the intensity distributions of a beam. We report the first experimental
demonstration of this technique in single-shot regime, using an XUV beam generated at LUCA’s beam-
line. Finally, employing this technique, a compensation of the magnitude of spatial coherence in Fourier
Transform holography will be investigated. Spatial coherence corrections will be tested on experimental

data from Fourier Transform holography.

3.2 High Order Harmonics Generation in Gases

In this section, the process of high-order harmonics generation (HHG) in gases will be briefly introduced.

The aim is to provide some foundations to better understand the concept and, as well, the parameters
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that allow its optimisation as a source of XUV radiation. The HHG process will not be discussed in detail,
but a more extensive approach can be found for instance in the thesis of W. Boutu [179] and the book of

R. W. Boyd [180].

3.2.1 Principle of HHG in Gases

When a highly intense laser pulse (with optical intensities on the order of 102 - 10'®> Wem—2) is focused
into a noble gas, strong non-linear interactions occur. If phase-matching conditions are ensured, this
can lead to the generation of several high-order odd harmonics of the fundamental laser frequency. This
phenomenon is called high-order harmonics generation, or simply high harmonic generation (HHG)

[181, 182]. A typical setup is shown in Fig. 3.1.

Short pulse Interaction High-order

Lens . .
IR laser Medium Harmonics

Figure 3.1: Schematic of a setup for HHG.

HHG is characterised by a very typical spectrum, presented in Fig. 3.2. It includes a plateau con-
stituted by several orders, presenting an approximately equal number of photon counts, followed by a

cutoff order after which the harmonic signal decreases sharply.

2m,

Intensity

I

Figure 3.2: Typical spectrum of high-order harmonics. A typical spectrum of high harmonics displays
a regular decrease of the harmonic intensity for the first few orders, followed by a fairly uniform intensity
spectral range, known as the plateau. It, then, abruptly falls off in the cutoff. The harmonics are sepa-
rated by two times the fundamental laser frequency w, and correspond to odd multiples of it, due to an
inversion symmetry of the gas media [183].

Frequency

High harmonic generation from rare gases is one of the most prominent sources of XUV radiation
nowadays [8, 13, 20, 22, 184, 185]. Besides the laboratory-scale apparatus and wide tunability ensured
by its specific spectrum, this source provides bright ultrashort pulses with a high degree of spatial co-
herence. For more information on the state-of-the-art features and applications of HHG-based XUV

radiation please refer to Section 1.1.1.
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3.2.2 Microscopic Effects: Three Step Model

The first theoretical breakthrough of HHG came in 1992, when Krause et al. showed that the cutoff
energy (i.e. total maximum photon energy) in a high-harmonics (HH) spectrum is given by the universal

law:
h - veuott = I, + 3.2U),. (3.1)

Here h is the Planck’s constant, vquf the cutoff frequency, I, the ionization potential of the gas and

22
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(3.2)

p

is the ponderomotive energy, i.e., the cycle-averaged kinetic energy of an electron in the laser electric
field [184].

HHG can be understood using the semi-classical three-step model proposed by P. Corkum in 1993
[80]. According to this model, the physical processes that lead to the generation of high harmonics in a
gas follow a sequence of three steps, illustrated in Fig. 3.3. What happens is that, for a high-intensity
laser, the laser-electric field becomes comparable to the atomic-electric field felt by outer shell electrons
of the noble-gas atom. This leads to a perturbation of the atom potential which allows the electron to
tunnel through the potential barrier to the continuum, according to the first step of Corkum’s model, Fig.
3.3 (b). While in the continuum, the electron is accelerated by the oscillating laser field, Fig. 3.3 (c), until
the inversion of the electric field direction brings the electron back to the nucleus. Here it occupies its
original ground state, upon recombination and high-energy photon emission, Fig. 3.3 (d). This three-
step process repeats at every half-cycle of the driving laser. The ionization potential and the acquired
kinetic energy from distinct ionization/recombination times are, then, emitted as a single, very broad
continuous light spectrum. Spectral interferences lead to the appearance of the harmonics as shown in

the profile of Fig. 3.2.

Laser field

Coulomb potential

CNAH K (Y

(d)

Figure 3.3: Schematic of the three-step model [20]. According to this model, HHs are generated from
a process of tunnelling, acceleration (in the laser field) and recombination of the electrons in the atoms,
which occurs at every half cycle of the driving laser.

In 1994, Lewenstein et al. proposed a "Strong Field Approximation” model to analytically solve the

time-dependent Schrodinger equation. This model:
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— assumes a "Single Active Electron” approximation, i.e. only one electron in the outermost shell is

involved in HHG (all the others remain “frozen”);
— adopts a two-level system, consisting of a ground state and a continuum state;
— ignores the ground-state depletion due to ionization;

— assumes the electron wave packet is not affected by the Coulomb potential, when in the continuum

state.

The "Strong-Field Approximation” theory did not only successfully derived the cutoff law, but also showed
that there are several relevant electron paths which bring the electron back to the nucleus after the tun-
nelling, propagation and recombination processes. Thus, at every half cycle of the driving laser, a
valence electron can leave the parent atom at different times and upon recombination, also at different
times, some of the electrons may have the same energy, contributing to the same harmonic [81]. Exper-
imentally, it is possible to modulate the laser field to confine the emission to a single optical half-cycle,

thus generating isolated attosecond pulses [186].

3.2.3 Macroscopic Effects: Phase Matching

Harmonic signals depend not only on microscopic response (single-atom response), but also on macro-
scopic phenomena. These include the propagation in a partially ionized medium, phase-matching and
gas absorption.

Generating bright, fully coherent HH beams requires macroscopic phase matching. The driving laser
and the high-order non-linear polarization must propagate in phase throughout the medium, in order to
ensure that the HHG light, emitted by many atoms, adds coherently [23, 187] (see Fig. 3.4). This can
be achieved by balancing the neutral gas and free-electron plasma dispersion, experienced by the laser,
and is only possible up to some critical ionization level, which depends on the gas species, radiation

wavelength and experimental conditions [23]. Overall, this balance is not straightforward to reach:

— The transverse illumination is needed of high intensity to ionize the noble-gas atoms and allow HH
emission. However, an ionization beyond a few percent degrades the phase matching due to the
strong presence of free electrons, which induce a "blue shift” of the fundamental frequency and

strong refraction of the laser beam.

— A high atomic density of the gas reflects in a higher number of harmonic transmitters (maximum
dipole density). However, the high density of free electrons on the axis acts as a diverging lens,
modifying the phase-matching properties of the HHs. In addition, the gas density increases the

reabsorption of the harmonic radiation in the generation medium.

— A loose-focusing geometry (lens with long focal-distance) provides a large cross-section of the
interaction volume in the focal region and, as well, gently varying spatial properties of the laser

field at the focus, which favour phase-matching conditions. This is the configuration used at CEA.
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Constructive addition
of X-ray fields

Figure 3.4: Macroscopic phase matching [20]. The driving laser and the high-order non-linear polar-
ization must propagate in phase throughout the medium, in order to ensure that the HHs, emitted by
many atoms, add coherently.

The optimisation of an HHG source is indeed a complex process, both theoretical and experimentally,
due to the number of parameters that regulate this physical phenomenon. Moreover, optimising different
features generally requires different parameters. For instance, increasing the number of generated pho-
tons is sometimes at the expense of the overall quality of the harmonic beam (spatial profile, wavefront,
spatial coherence, beam-pointing stability...). Experimentally, we will mainly optimise the coherent flux

and the wavefront. This will be detailed in the next section.

3.3 LUCA’s Harmonic Beamline

The imaging experiments described in this Chapter and in Chapter 5 of this manuscript were carried out
on the harmonics beamline of LUCA (for Laser Ultra Court Accordable) at the CEA research centre in
Saclay, France. This beamline delivers a high-flux femtosecond XUV harmonic source generated from
the tabletop LUCA’s infrared femtosecond laser. The history of the HHG beamline can be found in the
thesis works of Gauthier and Ge [121, 127].

3.3.1 Setup

LUCA is a Ti: Sapphire laser system that can deliver 60-fs pulses with energy up to 50 mJ at a wave-
length of 800 nm and a repetition rate of 20 Hz.

The beamline comprises a lens stage in air, followed by three experimental chambers in vacuum,
where the HHG and XUV interactions take place (see Fig. 3.5). At the lens stage, a long focal-length
lens (f = 5.6 m) is used to focus the IR beam into the adjustable gas cell, mounted in the first chamber.
A loose-focusing geometry is employed to target high-flux HH, by enlarging the interaction volume in the
focal region, with a focus diameter of about half a millimeter [181]. This scheme also promotes a uniform
phase-matching, which is further enhanced using a fiber spatial filter, thus increasing the HHG efficiency
[21]. To optimise the generation, the focusing lens is mounted on a motorised translation stage, offering
an easy control of the beam-focus position with relation to the gas cell. The Rayleigh range is about 13
cm. Finally, the IR beam aperture and flux can also be adjusted by a diaphragm placed just before the
lens.

The experimental chambers of the beamline, which enclose the vacuum part of the experimental

arrangement, are shown in Figs. 3.5 (a) and (b). In the direction of propagation of the IR beam, they
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constitute the HHG chamber, the optics chamber and the diffraction (or imaging) chamber.

Ti:Sa
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Figure 3.5: LUCA’s harmonic beamline. (a) Photograph of LUCA’s harmonic beamline. The image
shows the three experimental vacuum chambers, with a red arrow pointing to the direction of propagation
of the HH beam. All the setup is around 5 m long. (b) Scheme of the setup in (a) with the elements at
each chamber.

The HHG chamber contains the gas cell, a cylindrical tube with a hole of 500 um at each end.
The length, orientation and position of the vacuum cell can be adjusted by means of an assembly of
motors. Its dimensions can vary from 0 to 15 cm in the IR beam propagation-axis and its position in
the lateral direction can be adjusted with precision thanks to a motorised translation stage. Additionally,
the orientation of the cell can be regulated by tilting it in the transverse directions. Finally, one can also
control the pressure of the noble gas inside the cell. Note that the parameters of cell length and gas-
pressure are essential to control the macroscopic effects of the generation, in order to maximise the flux
and optimise the spatial properties of the harmonics beam (e.g. stability, coherence, intensity profile)
[121, 127, 162].

In the optics chamber, the harmonics beam and the incident IR beam, which are collinear at the
output of the cell, are separated. For the purpose, an IR-treated anti-reflective fused-silica plate (SiO-) is
used to transmit the IR, while directing the HHs to the diffraction chamber in grazing-incidence geometry
to increase the reflectivity for XUV radiation. Alternatively, this SiO- plate can be replaced by a toroidal
mirror and a diffraction grating to study the harmonics spectrum, although this was not needed for this
thesis. Two LUXEL 150-nm thick aluminium filters are then placed between the optics chamber and the
diffraction chamber to filter the residual IR. The filters are continuously pumped to prevent from oxidation.

In the diffraction chamber (Fig. 3.6) an off-axis parabola (OAP) at 22.5° with a focal length of 20

cm focuses the beam into the sample. This OAP has a multilayer treatment designed to select the 33rd
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harmonic (wavelength of 24 nm). Another OAP with a focal length of 10 cm is alternatively used for
selecting harmonic 25th (A = 32 nm). Note that, besides the parabola, the noble gases used in each
HH generation also differ. In these cases particularly, we generate H33 from neon (Ne) and H25 from
argon (Ar). The harmonic photon number generated in Ne is, in general, about one order of magnitude
less than in Ar [127]. Nevertheless, H33 is already located in the cutoff region of Ar, thus presenting a
much lower photons/pulse number than in a Ne-generation case. Note that this latter gas has a higher
ionization potential than the first (energy of 21.6 eV required for the first ionization of Ne against 15.8 eV
for Ar [162]) so, from Eq. (3.1), his cutoff takes place at higher energy.

The setup used in the experiments of this Chapter is presented in Fig. 3.6 (a), inside its respective
chamber. This constitutes a typical imaging setup for CDI and FTH, Fig. 3.6 (b), where the sample is
positioned in the focal spot of the focusing optics (in this case the OAP) and a CCD camera in the far

field, to record the diffracted beam. The camera used for the measurements is an XUV PI-MTE CCD

FTH mask

from Princeton Instruments, with a sensor of 2048 x 2048 pixels and a pixel pitch of 13.5 pm.
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Figure 3.6: LUCA’s diffraction chamber. (a) Photograph and (b) scheme of the setup used for the
measurements of the magnitude of spatial coherence and Fourier Transform holography. A multilayer-
coated off-axis parabola is used to focus the beam while selecting the wavelength used for the imaging
experiments. The XUV beam is focused onto the imaging sample, mounted in a suited all-motorised
sample-holder. Finally a CCD camera, positioned in the far field, records the diffraction pattern resulting
from the interaction.

3.3.2 Optimisation of the Harmonics Signal

In order to find the macroscopic conditions for the generation process, which most suit our experimental
purpose, a source optimisation step is required before each experimental run. Generally, this means
to find the best compromise between photon flux, spatial coherence, wavefront and beam-pointing sta-
bility. In LUCA’s experimental scheme, the parameters affecting these properties are the length of the
generating medium (gas cell), the medium density (regulated by the gas pressure), the diameter of the

IR beam at the cell (regulated by the opening of the IR diaphragm before the focusing lens) and the
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position of the IR-beam focus with respect to the gas cell (more rarely adjusted due to setup-practical

limitations).

Concerning the optimisation of the length of the gas cell, studies performed on the source showed
that the variation of this parameter influences significantly the photon flux while having a much smaller
effect on coherence. Some quantitative information about these measurements can be found for in-
stance in Ge thesis [127]. This way, an optimisation based on a beam intensity maximisation is suited

for this parameter.

The same intensity-based optimisation can be adopted for the parameters of gas pressure and the
opening of the IR diaphragm before the focusing lens. Indeed, when modifying these generation pa-
rameters, for both H25 and H33, the spatial coherence generally presents the same behaviour as the
average intensity of the harmonic beam [162]. This means that optimising the average intensity of the
harmonic flux generally implies optimising its spatial coherence. This property is particularly interesting
for lensless imaging, for which we have seen (Chapter 2) that photon flux and spatial coherence are two

critical parameters for obtaining a diffraction pattern with good SNR and a faithful object’s reconstruction.

For most of the experiments carried out in this thesis work, it was necessary to accumulate laser
pulses in order to get a diffraction pattern with a sufficient SNR for a satisfying object reconstruction.
Typically, more than 100 and up to 4800 laser pulses were accumulated for the experiments of this
manuscript (Chapters 3 and 5). This makes the beam pointing another property to consider when dealing
with the beam optimisation. The effect of accumulation can be detrimental to the quality of the diffraction
pattern if the beam pointing is not stable [162]. In such scenario, the wave transmitted by the object
is recorded in the far field as an incoherent superposition of different shifted contributions, resulting in
a decrease of the fringes visibility at the diffraction pattern. This is particularly critical for CDI, which
depends on the convergence of an iterative algorithm for the reconstruction. The possibility of obtaining
or not a satisfying reconstructed image of the object will depend directly on the number of accumulated
shots and the stability of the beam. Therefore, in experiments which require high accumulation times,
an optimisation based on the beam-pointing stability at the expense of some beam-pulse energy might
sometimes be more adequate. In the experiments of this thesis work, which did not seek for a single-shot
measurement, we concentrated on optimising the compromise beam-pointing stability versus intensity,

rather than obtaining the maximum energy possible out of a laser pulse.

In order to account with all these issues when optimising the HH beam, the intensity and beam-
pointing stability of the harmonic beam were observed and optimised in real time. This inspection was
possible by recovering the image of the HH beam in the far field with the CCD camera and using this

information as input for further adjustments.

The optimal properties obtained for the harmonic beams H25 and H33, achieved after full-system op-
timisation are summarized in tables 3.1 and 3.2. A typical value for each of the optimisation parameters

is also presented, for each case, in table 3.3.
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Wavelength 32 nm
Pulse energy in the focal plane 10 photons/pulse
Pulse duration 20 fs
Intensity at the focus 1012 Wem—2
Diameter of the focal spot 4.5 um x 7 um
Spatial coherence at the focus (in fringes visibility) 0.8
Spectral bandwidth (A/A\) 50

Table 3.1: Optimal experimental properties and respective parameters used for the generation of H25
from Ar at LUCA’s harmonic beamline. Some values were obtained from previous theses at CEA [127,

162].

Wavelength

Pulse energy in the focal plane
Pulse duration

Intensity at the focus

Diameter of the focal spot

Spatial coherence at the focus (in fringes visibility)

Spectral bandwidth (A/AX)

24.24 nm
107 photons/pulse
20 fs
1010 Wem—2
5um x 7 ym
0.85
120

Table 3.2: Optimal experimental properties used for the generation of H33 from Ne at LUCA’s harmonic
beamline. Some values were obtained from the thesis [162].

H25 (from Ar)

H33 (from Ne)

Diameter of the IR diaphragm
Gas pressure

Gas cell length

Laser energy

Pulse duration

~ 19 mm
~ 2.1 mbar
~52cm
20-40mJ
60 fs

~ 24 mm
~ 5.8 mbar
~5cm
20-40 mJ
60 fs

Table 3.3: Optimal experimental parameters used for the generation of both H25 and H33 at LUCA’s

harmonic beamline.
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3.4 Fabrication of the Test Samples

In order to be able to reconstruct the object in a single plane, the sample needs to be considered
“optically thin”, as explained in Section 2.2.2. Assuming a sufficient resolution of 100 nm, we would
need to draw an object thinner than 625 nm and 833 nm, respectively, for experiments with H25 and
H33 (Eqg. (2.22)). For the HHG experiments of this manuscript, the samples were patterned on 75-nm
silicon-nitride (Si3Ny) membranes, where a 150-nm layer of gold (Au) and a 4-nm layer of chromium (Cr)
were deposited, this latter one to achieve adhesion between the other two materials. The objects were
etched by a gallium focused ion beam (FIB) (see Fig. 3.7) at the Center for Nuclear Science and Material
Sciences (CSNSM) in Orsay. This system was coupled to a scanning electron microscope (SEM), which
allowed to observe the patterning step in real time and take images of the final samples. The process of

etching removes all the thickness of SisN,, Cr and Au with an accuracy of about 10 nm.

FIB
l Au
— Cr
500 pm SigN,

Figure 3.7: Diagram of the etching of 2D samples with FIB. The gold, chromium and silicon nitride
membranes are 150 nm, 4 nm and 75 nm thick, respectively. Adapted from [162].

The 150-nm layer of gold has a virtually zero transmission, making the object contour opaque to our
illumination source (t = 2.8x10~? for H25 and + =1.8x10~7 for H33 according to the CXRO database
[188]), resulting in an object of purely binary amplitude (transmission of 0 for the membrane and 1 for
the object).

The patterned membrane containing the test samples can be observed in Fig. 3.8. For the work
described in this Chapter two types of objects were used. One consisted of a non-redundant array
(NRA) for spatial coherence measurements, see Fig. 3.9 (a). The other depicted a sample for Fourier
Transform holography (FTH), see Fig. 3.9 (b). The pattern chosen was a rooster for being a symbol
of both Portugal and France. This FTH sample was designed to have several pinhole references, with
different sizes, to test at the same time the compromise time-dose/features size. However, the smaller

projected holes were not fully drilled, so only single-pinhole FTH samples were produced.

3.5 Single-Shot Characterisation of the Spatial Coherence of an
XUV Source

There are several methods to characterise the spatial coherence of a beam. The standard technique

is based on the double-aperture interferometer (Young experiment). Zernike observed that the visibility
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(b)

Figure 3.9: Example of a fabricated NRA and FTH test samples. (a) NRA of 5 apertures fabricated
with FIB for measurements of the degree of spatial coherence in LUCA’s beamline. (b) Example of
a rooster test object with 5 reference apertures (only one fully etched) to perform Fourier Transform
holography. The fully drilled pinhole has a diameter measured from the front face of the membrane of
approximately 139 nm.

of Young’s interference fringes [189] reveals the spatial coherence between the fields at the two aper-
tures positions [190]. Therefore, when both apertures are illuminated with the same intensity function,
by varying the double-aperture separation, one can map out the spatial coherence [41, 172]. The te-
diousness of this process has led to the development of several alternative approaches. For instance,
some authors reported the use of a lateral-shearing Sagnac interferometer for the purpose [166, 167].
Alternatively, a fixed double-slit separation can be exploited by laterally shifting the slits across the field,
along with a reversed copy of this field created by a cube beam splitter, which is also shifted laterally.
This method consists of the so-called "reversed-wavefront” Young interferometer [168]. However, these
two techniques use several optics restraining their application to XUV and X-ray radiation. Moreover,
the methods based on the two-source interference [41, 166—168, 172] are not suitable for single pulse
characterisation, since the separation distance between the sources must be changed for each inter-
ferogram. Other approaches rely on phase-space methods that exploit the propagation of the partial-
coherent field as described by the Wigner function [173, 174]; make use of a pair of non-parallel slits

for multiplexing one-dimensional interferograms [191, 192]; or exploit wavefront sensors [193]. However,
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they all require several measurements.

Strategies for acquiring the spatial coherence function with one-single interferogram have been al-
ready proposed. One relies on the use of non-redundant arrays (NRA) of apertures to measure the
spatial coherence at different distances [170, 171, 175]. Other shows that by using only one interfero-
gram it is also possible to measure the spatial coherence of XUV sources, as a function of the vectorial
separation for a fixed magnitude of separation [169]. In both cases, though, separate intensity measure-
ments are needed to retrieve the spatial coherence function.

The method presented in this section is based on a multiple aperture interferogram [170, 171, 175]
generated by an NRA of apertures. The two dimensional NRA has been designed to generate a set of
equations that allows calculating the spatial coherence and the intensity at the position of each aperture.
It can be applied for Gaussian Schell-model beams [43, 46, 168, 171, 175, 194], where the magnitude
of the spatial coherence is shift invariant, i.e. is a function of the separation between the fields at
the positions of the apertures. The mathematical formalism of this method was developed at CEA by
Gonzalez in her thesis works [178]. According to simulations, the error induced by this technique is
smaller than the one induced by the Young interferometry technique, which works under the supposition
of equal intensity at each aperture. In addition, this technique shows good results under beam-pointing
instability scenarios, which strongly affect HHG and XFEL sources and were reported to be critical with
other methods [41].

3.5.1 Spatial Coherence

When the light from two light bulbs is directed towards a same target, a uniform brightness appears,
given by the sum of their individual intensities. If instead two beams from the same laser source are used,
the outcome is a sequence of dark and bright fringes. The property responsible for this phenomenon is
called coherence.

A light field is called coherent when there is a fixed phase relationship between the electric field
values at different locations or at different times (see Fig. 3.10 (a)). Two types of coherence are typically
considered: spatial and temporal. Spatial coherence describes the mutual correlation of different parts
of the same wavefront (Fig. 3.10 (b)), while temporal coherence depicts the correlation of a wave with
itself, at different instants (Fig. 3.10 (c)) [104]. In this work, our attention will be given to the first type.
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Figure 3.10: Spatial vs temporal coherence. (a) Electric field distribution around the focus of a Gaus-
sian laser beam with perfect spatial and temporal coherence. (b) Laser beam with high spatial coher-
ence, but poor temporal coherence. (c) Laser beam with high temporal coherence, but poor spatial
coherence. Images from [195].
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Quantitatively, the coherence is a statistical measurement of the correlation between the field os-
cillations at two different positions, at two different times V (#,,¢,) and V (7,,t,). For a statistically

stationary and ergodic field [131], the second order coherence is given by the cross-correlation function:

where () denotes the temporal average, and 7 = (z,y) is the spatial coordinate of each of the points
where the coherence function is measured [196]. I'(7,, ¥m; tn, tm) IS generally called mutual coherence
function. Note that the notion of stationary and ergodic field specifies that the ensemble averages are
independent of the origin of time and, therefore, the ensemble average in Eq. (3.3) can be given by a
temporal average [131].

Both the spatial and temporal coherence contributions can be isolated from Eq. (3.3) by setting to
zero either the temporal delay 7 = t,, — t,,, or the spatial separation J;Lm = T, — Tm, respectively. One
could attribute the first case to an amplitude splitting interferometer (Michelson interferometer) and the
second case to a wavefront splitting interferometer (Young’s double-aperture).

In the particular case where 7 = 0, one can define Eq. (3.3) as the mutual intensity, J(7p,Tm) =
(7., 7m; ™ = 0). The complex degree of spatial coherence, here denoted p,,,,, can be written in terms

of this mutual intensity in the form:

J (T, Trm)

3.4
T (T T) /T Py T o

with \/J(F.m, Tn,m) = I(7.m) the intensity value at the point n,m. This complex degree of spatial

coherence, from now on called simply spatial coherence, is defined in the interval
0 < finm < 1. (3.5)

These two limits represent, respectively, the incoherent case, pn., = 0, and the fully coherent, py,, = 1

[131]. Any value in between is a case of partial spatial coherence.

3.5.2 Description of the Method

As have been discussed, the spatial coherence is a function of four variables: p(z,,, Yn; Tm, ym ). As the
diffraction is related to the spatial coherence, the intensity of the diffracted beam after propagation is as
well a four-dimensional function. Following the description given by Goodman in his book [197], one can
calculate the field intensity at a plane z > 0 as the superposition of all the interference fringes generated
by the different pairs of punctual sources of the field at = = 0. One can then relate the diffraction intensity

at a far-field plane z to the mutual intensity J;(7,, 7, ) at a plane z = 0 in the form:

1 2n (> = = =
Hp:2) = W/ / / / Jo! (s P& S W T =fm T 25, 425, (3.6)
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where g = (X,Y) denotes positions in the plane of detection, parallel to the plane z = 0 with points

given by ¥ = (xz,y).

This four-dimensional integral is, however, hard to use in practice. Firstly, because the problem not
always has an analytical solution and the numerical calculation can be, as well, not trivial. Secondly, it
implies that a four-dimensional characterisation of the spatial coherence has to be done. Consequently,
the Gaussian Schell-model beam approximation is often employed by researchers in the field [43, 46,
168, 171, 194]. For a Gaussian Schell-model beam, the magnitude of the spatial coherence is shift
invariant, i.e. is only a function of the magnitude of the separation vector |dy,,,,| = ||(7 — 7| [171, 178].
This reduces the spatial coherence to a 2-dimensional problem. Note that his approximation is generally

only valid for the magnitude of the spatial coherence, not always applying to its phase [168, 178].

It has been shown that the use of an NRA of apertures allows the measurement of the spatial
coherence between all its aperture-pairs {n,m} (n,m = 1,2,...,N) [170, 171, 175]. The concept can
be understood as an extension of the Young double-aperture interferometer, but in this scheme, a series
of double-pinhole interferograms, corresponding to different separation distances and orientations, are
acquired simultaneously. The degree of spatial coherence is, then, retrieved from the Fourier transform
(FT) of the interferogram generated by the diffraction of the field through the NRA. This Fourier spectrum

takes the form:

I(F2) =AM im(f’) + i Ni VInTn 5 {amd (7= dum ) + 118 (74 Jnm)}] . (3.7)
n=1 n=m-+1m=1

where ® denotes the convolution operation; I,, and I,, are the individual beam intensities at the cor-
respondent apertures {n,m} and u.., is the complex degree of spatial coherence. Here A (7) is the
autocorrelation of the function that describes the geometry of each aperture h(7), i.e., h(7) = circ(i/a)

for circular apertures of radius a.

For an NRA, the autocorrelation of Eq. (3.7) consists of a distribution of peaks centred at the different
separation vectors, d,., = 7, — 7’m, between the apertures of the array. The magnitude of the spatial

coherence for each pair of apertures {n, m} is, then, estimated from

‘Cnm| SO

| = =m0 3.8
‘/’L | \/E\/Im |OO‘ ( )

with Sy = Y I,, the total intensity of the field thought the NRA and |Cy| and |C,,,,|, respectively, the

magnitudes of the central peak of the Fourier spectrum and the peak centred at d,., [171].

One can now generate an NRA of N = 3 apertures in a configuration where

cfnm’ is constant for

all the aperture-pairs {n,m} (see Fig. 3.11 (a)). The autocorrelation of such array comprises six peaks
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located at each separation vector s Fig. 3.11 (b). From Eq. (3.8) we have a set of 3 equations:

Ci2 5o

|p12] =
VI I, |Col

Ci3 So
13| = — 3.9
s VI 15 |Co (3.9)

Caz  So

p23] = :
| VLI |Co

For a shift-invariant magnitude of spatial coherence: ‘Jﬁ’ = 'dgg‘ = |u12| = |pues|. The solution for

Figure 3.11: NRA’s elementary block for achieving intensity-independent measurements and re-
spective autocorrelation. (a) Array composed by 3 pinholes, with equal separation distances ‘Jnm'.

This NRA-set constitutes the elementary block for NRA’s construction, in order to achieve intensity-
independent measurements. (b) Autocorrelation of the NRA of (a), featuring the different separation

vectors |d.,,, | of the pairs of apertures that constitute the array.

this set can be found in terms of the intensity of only one of the apertures. Considering this reference

aperture Iy, yields

o 1y = S12618 S0
o Cas  |Col
Cos )’
=1 =— .
2 1 (Clg) (3.10)

C 2
I;=1 (é’) .

20 can be normalised after interpolation of the magnitude of spatial

The multiplicative factors I; and ren

-

coherence to |d,.| = 0, where the condition p.,,, = 1 holds. This allows a simultaneous disentanglement

of both coherence and intensity contributions in the 3 apertures of the NRA.

Using this scheme as basis, one can build NRAs with N > 3 apertures, generated by different
elementary blocks with the structure of Fig. 3.11 (a). With such scheme, the degree of coherence
is found directly for a set of N(IN—1)/2 pairs of apertures, from one single interferogram and without
intensity measurements. An example of an NRA of 7 apertures is presented in Fig. 3.12 (a) with its
respective autocorrelation in Fig. 3.12 (b), showing the 21 pairs of apertures that compose the array.

The NRA of Fig. 3.12 (a) was associated with a Gaussian distribution of intensity (I = Iye=2(/wD),

with radius w; = 5.2 ym) and a Gaussian degree of spatial coherence (ji,, = e~ 2(nm/w2) | with radius
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Figure 3.12: Example of a 7-aperture NRA for spatial coherence measurements and respective
autocorrelation. (a) NRA composed of three sets of elementary blocks from Fig. 3.11 (a), highlighted
with dotted lines. (b) Autocorrelation of the NRA from (a).

w. = 4 um). The Fourier transform of the respective interferogram was simulated employing Eq. (3.7).
Two different beam pointings, Figs. 3.13 (a) and (c), were tested. Using the simulated values of Cj
and C,.,,, and applying Egs. (3.10), the degree of coherence was calculated, for both cases, assuming
unknown intensity values.

The results of the simulation are presented in Figs. 3.13 (b) and (d). The graphics show the calcu-
lated values (black squares) and the degree of simulated coherence (red bold line), for the two different
beam positions on the NRA. Despite the position-shift of the intensity profile with respect to the NRA,
the coherence calculated presents the same behaviour and a good agreement with the simulation. From
the calculated coherence values, the individual intensity values over all the apertures could as well be
extracted.

These results show that single-shot measurements of the magnitude of spatial coherence employing
this method are independent of the beam position and distribution of intensity. This way, the beam-
pointing instabilities of XUV sources, which were reported to be critical for spatial coherence characteri-
sations employing other methods [41], are not a problem with this technique.

Further simulations, including the study of the error induced in accumulation conditions, and re-
spective comparison with the standard Young interferometer, can be found in Gonzalez thesis [178].
By simulating accumulation conditions, Gonzalez found that the error from beam-pointing instabilities
induced with the NRA technique was smaller than the one induced with the Young interferometry tech-

nique (under the supposition of equal intensity at each aperture) [178].

3.5.3 Experimental Validation at LUCA’s Harmonic Beamline

The setup employed for the measurement of the magnitude of spacial coherence of LUCA’s harmonic
beamline is shown in Fig. 3.6. In this experimental validation, harmonic 25 from Ar was used (see Table
3.1). The NRA was placed at the focus of the off-axis parabola and the far-field diffraction pattern was
recorded 52-mm away from the sample. The harmonic beam was optimised to generate the maximum

flux at the expense of the beam-pointing stability, observed in significant intensity-distribution and beam-
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(c) (d)
Figure 3.13: Simulations of NRA measurements of the degree of spatial coherence with variation
of beam pointing. Gaussian intensity profile (a) centred at the NRA reference aperture and (c) dis-
placed (-1.6;-1.1) um from it. The aperture positions are denoted with black circles. (b),(d) Simulation of
|unm| @s a function of the separation distance (red bold line) and calculated values of the degree of spa-
tial coherence (black squares) for the beam pointings of (a) and (c), respectively. The calculation of the

degree of spatial coherence was achieved after normalisation of the intensity, without any assumption
on its profile. Images from [178].

pointing fluctuations. The parameters used for this optimisation are detailed in Table 3.3.

To characterise the magnitude of spatial coherence of our source, the NRA of 5 circular apertures
from Fig. 3.14 (a) was used. It has an overall size of 4.5 x 3.2 um? with circular apertures of approxi-
mately 310 nm. The overall dimension was designed so that the sample would be smaller, but not too

far from the H25 focal spot size, in order to measure the degree of coherence over all the spatial extent
of the beam.

(@) (b)

Figure 3.14: SEM image of the NRA sample and respective simulated autocorrelation. (a) SEM
image of the NRA sample used for the measurements of the degree of spatial coherence of LUCA’s har-
monic beamline. The NRA has an overall size of 4.5 x 3.2 um? with circular apertures of approximately
310 nm. The two elementary blocks are connected with dotted lines, to allow a better visualisation. (b)
Simulation of the autocorrelation of an array with the structure of (a), assuming a uniform intensity profile

and full spatial coherence. Note that all peak values of this autocorrelation image are equal. The color
scale denotes arbitrary intensity units.
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The magnitude of spatial coherence can be extracted from the autocorrelation of the NRA, employing
Egs. (3.10) for the two sets of tri-equidistant circular references, (n,m) = {1,2,3} and (n,m) = {1,4, 5},
with aperture 1 the common reference. The simulation of this autocorrelation can be found in Fig. 3.14
(b) for a case of uniform intensity and perfect coherence. Hence, solving the two systems of equations

by the same method shown previously, yields for the intensities:

Cas 2 Cos

L =1 I3 = 1I(==)?
2 1(013 ) 3 1(012) )
045 2 045 2
Li=0(25)2?, =% 11
4 1(015 ) 5 1(014) ) (3 )
which gives for the different aperture-pairs:
012013 014015
— B, = B
| 23] Oy DO |1ta5] Cw DO
C24C15C3 C25C14C13
_ bbb g _ Cabubs g 3.12
24| CosCys 0 Jazs| Co3Cys ° ( )
04| = C34C15C12 Bo, |piss| = C35C14C12 By
Ca3C45 ’ Ca3C45 '

The factor By = Ci(h can be found from the normalisation of the Gaussian function, obtained from the

fit to the |unm| values.

3.5.3.1 Experimental Results and Discussion

Fig. 3.15 (a) shows a single-shot experimental diffraction pattern of the 5-apertures NRA from Fig. 3.14
(a). The diffraction pattern was acquired in a 20-fs shot, with a reading frequency of 100 kHz, a binning
factor of 4 x 4 and the CCD camera cooled down to -40° C. The Fourier transform of this diffraction
pattern, i.e. the experimental autocorrelation of the NRA can be found in Fig. 3.15 (b).

Observing the autocorrelation image from Fig. 3.15 (b) one can notice the 10 peaks with respective
conjugates, for the corresponding 10 aperture-pairs. From here, one can immediately conclude that
the entire NRA was illuminated and that the entire spatial extent of the beam has non-zero coherence.
Comparing with the simulation from Fig. 3.14 (b), achieved for a uniform intensity profile and full-spatial
coherence, one can identify here amplitude variations of the autocorrelation peaks, given by the partial
spatial-coherence and the non-uniform illumination of the NRA. Assuming a shift-invariant coherence
magnitude, the amplitude variations exhibited at the same |cfnm| distances can have two causes: they
can either be associated to diameter-differences at the level of the fabrication of the apertures; or to the
non-uniform intensity-distribution of the beam at their positions. General intensity modulations affecting
the harmonic beam profile could be directly observed on its footprint at the CCD. Indeed, we would
like to recall that the H25 beam was optimised to generate the maximum photon flux at the expense
of the beam stability, observed in significant intensity-profile and beam-pointing fluctuations. On the
other hand, focusing on the peaks from the smaller elementary block (apertures (n,m) = {1, 2,3} from

Fig. 3.14 (a)) and measuring the amplitudes of these peaks on 100 single-shot autocorrelations, it
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was noticed that, in average, the peak associated with the pair of pinholes (2, 3) was 11% less intense
than the one associated with the pair of pinholes (1,2), in turn 9% less intense than the (1, 3) peak.
These intensity variations are then possibly justified with apertures structural differences. In this scenario
aperture 1 is probably better drilled (or has a larger diameter) than aperture 3, which is possibly also
larger than that of 2. The SEM image presented in Fig. 3.14 (a) shows only the front-face of the NRA,
being possible that, in the rear face, the apertures have a different diameter. Therefore, with these
amplitude variations justified, the shift invariance of the single-shot spatial coherence distribution seems
to be a good approximation to this source. This is also corroborated by the coherence function retrieved
from these experimental data, Fig. 3.15 (c), which seems to fit extremely well a Gaussian distribution.
The data points from Fig. 3.15 (c) were calculated from Egs. (3.12) and the curve of magnitude of
spatial coherence, in red in the image, arises from a Gaussian fit to these points. The root-mean-square
error of this fit was 2.5% and the estimated radius of the coherence function was w. = 3.85 um. Besides
the good agreement of the experimental curve to the points, these results also report a source with
extremely good magnitude of spatial coherence. One can highlight that the radius calculated for the
coherence function is larger than the radius of the focal spot of the beam (see Table 3.1), where the

measurement of coherence with the NRA was performed.

3.6 Case Study: Compensation of the Magnitude of Spatial Coher-
ence in Fourier Transform Holography

As discussed in Chapter 2, the coherence of the source is a critical factor for lensless imaging. Indeed,
the mathematical formalisms of diffraction and, consequently, lensless imaging techniques, assume fully
coherent illumination. However, XUV/X-ray radiation from FELs, synchrotrons or HHG sources has been
reported to possess only partial spatial coherence [26, 40, 41].

Several authors have shown the effects of partial spatial coherence in lensless-imaging reconstruc-
tions [15, 42, 43, 46, 198, 199]. Their works showed that in real-life experiments, an assumption of total
coherence seems sometimes rather inaccurate.

The compensation of the spatial coherence effect in CDI has been the subject of several studies.
Some authors reported that, in some cases, a phase curvature in the incident wavefield can compen-
sate for the effect of the spatial coherence in the image reconstruction [46]. A modification of the CDI
iterative algorithm has been proposed to improve reconstructions when a wavefield with a known spatial
coherence is used [43]. In both approaches, a Schell-model beam approximation (which will be dis-
cussed later on in this section) was used, including the assumption of shift-invariance in the phase of
the spatial coherence. Spatial coherence correction was also proposed for ptychographic imaging. In
2013, P. Thibault and A. Menzel developed a reconstruction technique to compensate for the effects of
decoherence on ptychographic reconstructions, attributing it to mixed states in the illumination source
[42].

The effects of partial coherence in Fourier Transform holography have been already reported by

64



06

05F

‘ Hnm ‘

04F

0.3F

0.2

1 1 1 1 1 1 1 1 1
0 0.5 1 1.5 2 25 3 3.5 4 45 5

| 1]

()

Figure 3.15: Measurement of the magnitude of spatial coherence of a single H25 pulse from
LUCA’s harmonic beamline. (a) NRA diffraction pattern with single-pulse acquisition. The scale bar
denotes the intensity value measured at the detector. (b) NRA autocorrelation corresponding to the
Fourier transform of the diffraction pattern of (a). The image is presented in logarithmic scale to allow a
better visualisation of the magnitude-differences between the peaks. (c) Curve obtained for the magni-
tude of spatial coherence of the beam. The radius of the Gaussian distribution is w. = 3.85 um. The fit
was obtained with a root-mean-square error of 2.5 %.

some groups [12, 44, 45]. To the best of our knowledge, a correction of this parameter has, however,

not yet been experimentally studied. Moreover, no single-shot imaging compatibility was reported.

In this section, a possible correction of the spatial coherence in Fourier Transform holography will be
investigated. The case study is performed at LUCA’s harmonic beamline with measurements employing
harmonic 33 of the IR HHG-driving laser. Spatial coherence measurements will be performed using the

technique detailed in the previous section.

3.6.1 Fourier Transform Holography with partially coherent sources

Our treatment of FTH in terms of the spatial coherence of the illuminating field starts with Goodman’s
description of diffraction, given in Eq. (3.6) [197]. Assuming J; (7., ) the mutual intensity in the plane

of the object, at the exit pupil of the system, one can write [197]:

Jo' (Froy Tom) = (7 )t (Fon) Jo (P o) (3.13)
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where t(7) is the object’s transmittance function and Jy (7, ) is the mutual intensity of the field before
interaction with it. In an FTH sample, the transmittance function is given by the superposition of the
object and reference transmittance, as given in Eq. (2.37). For a punctual reference, it can be written in
the form:

t(F, ) = to(F) + 0(F — 7), (3.14)

with 6 (7 — 7,.) the Dirac delta function centred at the reference position 7.
To reconstruct the object in FTH, a Fourier transform is applied to the diffraction intensity acquired in

the far field (see Section 2.3.2). Taking the Fourier transform of Eq. (3.6) yields
I(7,2) = / / Jo/ (P, T — N20)d27, (3.15)

where v = A7/\z, with A the distance between two points in the transmittance plane [197]. Inserting
Eqgs. (3.13) and (3.14) in Eq. (3.15), one can find an analytical expression of the holographic term for

the object reconstruction as a function of the spatial coherence of the illuminating field:

I(7,2,7,) = / / Jo(Fos T — N2B) [tol(Fa) 2 (7o — Ae?)] Pt
/ / Jo(Fos Ton — Ne) [8(Fo — 72)0 (P — (A + 72))] A2+ (3.16)
/ / To(Fons P — A2D) o (T )0 (F — (A2 + 7))] 27t

/ / Jo(Fry T — N2D) [6(Fy — T tE(Fr — A2)] d2F,.

In Eqg. (3.16), the two first factors correspond to the object and reference self-correlations, respectively.
The last two terms define the holographic image and its complex conjugate, as functions of the source-
mutual intensity Jy. After calculating the double integral in the third term of Eq. (3.16) we obtain the
analytic expression that determines the object reconstruction, Og, in terms of the mutual intensity of the
source:

Ogr(V,z,7) = Jo(Fr, Tr + A20) to(Fr + A2D). (3.17)

This means that the FTH reconstruction retrieves, in fact, the object transmittance function modu-
lated by the mutual intensity between the different pair of punctual apertures in the combination object-
reference. Taking into account the relation between mutual intensity and spatial coherence (Eqg. (3.4)),

Eqg. (3.17) can be written in the form:
Or(7r, 7) = p(7, 7)1 (7 ) I(7) to(T). (3.18)

One can then see that in the particular case where the source is fully-spatially coherent, u(7.,7) = 1,
we obtain the same result as in standard FTH and the holographic term determines directly the object
reconstruction. On the other hand, if the source is spatially incoherent, u(7,, ¥) = 0, we do not have any

interference and the holographic term is zero, Og (7, 7) = 0.
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Eqg. (3.18) also shows that for a partial-spatial coherence case, 0 < u(7.,7) < 1, the object re-
construction is modulated by the spatial coherence between the reference and the object. As all the
combinations of distances d, = (¥ — 7,.) between the object and a punctual reference are different, the
reconstruction problem is non-redundant. This means that one point sampled in the Fourier transform
of the diffraction pattern (autocorrelation of the object) corresponds to only one pair of points object-
reference. A consequence of this non-redundancy is that the phase of the spatial coherence can be ne-
glected in the calculation of the amplitude reconstruction of the object [178]. We note that this principle
was also subjacent in the measurements of the magnitude of spatial coherence with the NRA, allowing
its separation from the phase contribution. Extending this comparison, one can also note that, in the au-
tocorrelation image of the FTH sample, where the reconstruction is obtained, the configuration/distances
are displayed similarly as discussed for the non-redundant array used in the earlier section. Only that
despite having just pinhole-apertures, we have now one or more isolated pinhole-apertures, plus one
more-complex structure - the object. This can be better visualised in Fig. 3.16 with the same d,. vectors
represented in the same colours in the sample and respective spatial autocorrelation. Several references

were used to see the effect.

(a)

Figure 3.16: Example of an FTH sample and respective reconstruction with corresponding sep-
aration vectors d,.. (a) FTH sample with four pinhole references. Two vectors denoting the separation
between different object-points and distinct references are presented in different colours. (b) Autocorre-
lation of (a) given by the Fourier transform of the diffraction pattern generated by the sample. The image
shows the same separation vectors of (a) displayed with the same colours. Note that in a multiple-
punctual reference scheme, the same sample is reconstructed for each reference, along with its com-
plex conjugate, which is located radially opposite to the origin. Therefore, in the image, we have four
non-redundant complex reconstructions of the same object.

In turn, for the case of an extended reference, different pairs of points object-reference can have the
same separation vector d,., i.e. our reconstruction will be redundant. The whole set of pairs of points
with a separation vector d,. will be sampled with only one point on the Fourier transform of the diffrac-
tion. Therefore, the modulation of the object reconstruction at d,, is given by the combined modulations
induced by each pair of points with the same distance d,.. If the phase of the spatial coherence for the dif-

ferent pairs in such a set is different (shift-variant phase), the total amplitude of the object reconstruction
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at that position will be modulated by the phase of the spatial coherence.

In conclusion, from this description, one can see that any modulation in the object reconstruction
induced by a shift-variant phase of the spatial coherence is avoided by using Fourier Transform holog-
raphy with a punctual reference. In the case of an extended reference, shift variations of the phase in
the spatial coherence may generate a superposition out of phase in the object reconstruction, which can

degrade the object reconstruction.

3.6.2 Experimental Studies at LUCA’s Harmonic Beamline

In order to test an experimental correction of the magnitude of spatial coherence in Fourier Transform
holography, the setup of Fig. 3.6 was used. In this part, harmonic 33 was generated from Ne (see Table
3.2) and the second off-axis parabola was used to focus the beam. The harmonic beam was optimised
for a good compromise between photon flux and beam-pointing stability with the parameters detailed in
Table 3.3. Several samples from the produced membrane (Fig. 3.8) were tested. One example can be
seen in Fig. 3.9 (b). The sample was placed in the focal spot of the parabola and the far-field diffraction

pattern was recorded 40-mm away from it.

3.6.2.1 Experimental Results and Discussion

Figs. 3.17 (a) and (d) show two experimental diffraction patterns of two different fabricated samples.
They will be addressed as sample 1 and 2, respectively. The diffraction patterns were acquired with an
accumulation of 100s, reading frequency of 100 kHz, a binning factor of 2 x 2 and the CCD camera
cooled down to -40° C. The Fourier transform of these diffraction patterns, with a zoom in the object
reconstruction, can be found in Figs. 3.17 (b) and (e).

The reconstructions from Figs. 3.17 (b) and (e) were acquired with an average resolution of 90 nm
and 86 nm, respectively (see Section 2.5.1.1). These values suggest that the diameter measured for the
reference aperture (approximately 139 nm at the upper face of the membrane) is, in fact, larger than the
actual diameter patterned over all the thickness of the sample.

Comparing now the reconstructions of Figs. 3.17 (b) and (e) with the pure-binary samples of Figs.
3.17 (c) and (f), one can notice considerable artefact-modulations. From Eq. (3.18), we know that they
are given by the magnitude of spatial coherence and beam-intensity variations at the spatial extent of the
sample. Comparing both Figs. 3.17 (b) and (e) one can also note that the modulations follow different
profiles, depending on the case. While for sample 1 the amplitude distribution does not seem to follow
a uniform tendency, having peaks of higher and lower counts in the body, tail and head of the rooster
object; in sample 2 the amplitude seems to follow a close-to-linear (decreasing) profile from the head to
the tail. This latter part seems to have not been sulfficiently illuminated.

Under the consideration of different amplitude-profiles, a similar amplitude correction for both sam-
ples seems already not sufficient. However, we proceeded with the spatial-coherence correction study
and performed NRA measurements under similar experimental conditions. Fig. 3.18 (a) shows the

diffraction pattern obtained from the same 5-apertures NRA used in the earlier section (Fig.3.14 (a)).
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(d) U]

Figure 3.17: Experimental diffraction patterns and respective reconstructions obtained for two
different FTH objects. (a),(d) Diffraction patterns resulting from an accumulation of 100s. The detected
patterns were converted to a logarithmic scale to allow a better visualisation of the spatial dynamics.
The colour scale is common to both images and denotes the intensity measured at the detector, after
application of the logarithmic filter. (b),(e) Zoom in the object reconstruction, given by the Fourier Trans-
form of the diffraction patterns from (a) and (d), respectively. The colour scale is arbitrary and common
to both images. Also the scale bar is common to both. The images are presented in logarithmic scale
to allow a better visualisation of the magnitude-variations of the reconstructions. (c),(f) SEM images of
samples which seem to correspond to the objects imaged.

The diffraction pattern was acquired with an accumulation of 180s, with a reading frequency of 100
kHz and 2 x 2 binning factor. The Fourier Transform of this diffraction pattern, i.e. the experimental

autocorrelation of the NRA can be found in Fig. 3.18 (b).

Observing the autocorrelation image from Fig. 3.18 (b) one can notice again the 10 peaks with
respective conjugates, for the corresponding 10 aperture-pairs. The corresponding curve obtained for
the magnitude of spatial coherence can be found in Fig. 3.18 (c). The data points were calculated from
Egs. (3.12) and the Gaussian fit to these points revealed a radius of the coherence function of w. =
3.7 um, with 4% root-mean-square error. This, again, reports a source with high-magnitude of spatial

coherence.

In order to try a correction of this profile in the FTH reconstructions, according to Eq. (3.18), one
must multiply the reconstruction by the 2D map 1/u(7,.,7). This means that the autocorrelation of the
sample must be multiplied by the Gaussian distribution displayed in Fig. 3.18 (d) (note that even though
this map shows the right coherence radius, the colour scale used does not reflect well the effect of the
multiplication, as it was chosen to allow a better visualisation of the profile and, therefore, is not the

same used in Figs. 3.17 (b) and (e)).
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Figure 3.18: Experimental diffraction pattern and respective NRA autocorrelation achieved with
similar generation conditions to the FTH samples. (a) NRA diffraction pattern resulting from an
accumulation of 180s. The scale bar denotes the intensity measured at the detector. (b) NRA autocor-
relation corresponding to the Fourier transform of the diffraction pattern of (a). The image is presented
in a logarithmic scale to allow a better visualisation of the magnitude-differences between the peaks. (c)
Curve obtained for the distribution of the magnitude of spatial coherence of the beam. The radius of the
Gaussian distribution is w. = 3.7 um. The fit was obtained with a root-mean-square error of 4 %. (d) 2D
Gaussian distribution of the magnitude of spatial coherence inverted, i.e. 1/u(7, 7). The multiplication
of this profile by the autocorrelation of the sample must account for the effects of the magnitude of spatial
coherence in the reconstruction. The colour scale is the same from image (b) and is arbitrary.

The result of the multiplication of the samples’ autocorrelations with the Gaussian map from Fig.
3.18 (d) can be seen in Figs. 3.19 (b) and 3.20 (b) with respective versions prior to “correction” in
Figs. 3.19 (a) and 3.20 (a). A zoom in the cross-correlation region (i.e. object reconstruction), before
and after “"correction”, can be seen in Figs. 3.19 (c)-(d) and Figs. 3.20 (c)-(d), for samples 1 and 2
correspondingly. Analysing the set of images from Fig 3.19, corresponding to sample 1, one can see
that the amplitude distribution, which before did not seem to follow any uniform profile (Fig 3.19 (¢)), now
follows the trend of the Gaussian map, with an induced gradient in the radial direction (Fig 3.19 (d)). In
Fig 3.20, corresponding to sample 2, one can not see a relevant alteration in the amplitude modulations
besides an increase of the signal in the tail, which is comparable in fact with the increase of the noise
in that region. Indeed, in both sets of images from Figs. 3.19 and 3.20 one can see that the noise is
accentuated after the multiplication of the Gaussian map, which is predictable as it gives more weight to
features at larger radii. One could easily overcome this by limiting the Gaussian radius to the limits of
the sample.
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Figure 3.19: FTH reconstructions before and after ”correction” with the measured profile of |/|.
(a)-(b) Autocorrelation of sample 1 before, (a), and after, (b), multiplication of the correction map for
the effect of spatial coherence. The colour scale is arbitrary and common to both images. Also, the
scale bar is common to both. (c)-(d) Zoom in the reconstruction of sample 1 before, (a), and after, (b),
multiplication of the correction map for the effect of spatial coherence. The images are presented in
logarithmic scale to allow a better visualisation of the structures. The red arrow indicates the gradient
directionality that could be induced by partial coherence.

Considering the results, one can conclude that a Gaussian map correction does not make any clear
positive impact in our FTH reconstructions. According to Eq. (3.18) this could have two reasons. One,
the magnitude of spatial coherence does not follow a shift-invariant approximation, and therefore, the
spatial-coherence profile would be more complex than just a Gaussian distribution. Two, strong intensity
variations affect the illuminating beam at the spatial extent of the sample. Even though the first case
could be true, we believe that it does not have a relevant influence here. Contrarily to the case of the
NRA, where the autocorrelation peaks will have a distribution just given by the separations dpm, and
therefore completely distinct from the original sample arrangement, here the distances of the recon-
struction, d,., are measured in relation to the centre, as in the sample-plane to the pinhole reference.
This structure preservation allows us to admit that a profile affected by the spatial coherence could only
accuse an increase of signal for the structures as they approach the centre of the autocorrelation image
(or reference in the sample) and, likewise, a decrease as they get further from it. This directional inten-
sity gradient is illustrated by the red arrows in Fig. 3.20 (c)-(d). As this gradient is not visible in any of
our reconstructions, we conclude that the intensity distribution of the beam under accumulation regime

had strong modulations, which made the influence of the partial coherence negligible.
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Figure 3.20: FTH reconstructions before and after ”correction” with the measured profile of |/|.
(a)-(b) Autocorrelation of sample 2 before, (a), and after, (b), multiplication of the correction map for the
effect of spatial coherence. (c)-(d) Zoom in the reconstruction of sample 2 before, (a), and after, (b),
multiplication of the correction map for the effect of spatial coherence. The images are presented in
logarithmic scale to allow a better visualisation of the structures. The scale and colour bars of all images
are the same from Fig. 3.19. The red arrow indicates the gradient directionality that could be induced
by partial coherence.

The effect of a non-uniform intensity profile was also observed for several NRA measurements.
Figs. 3.21 show experimental diffraction patterns and respective autocorrelations, acquired with 180-
s accumulation and three different gas-pressure values inside the generation cell. Each of them yields
different intensity and coherence distributions. Observing the autocorrelation images - Figs. 3.21 (b),(d)
and (f) - one can note that the peaks have different relative magnitudes for the different pressure values.
In Fig. 3.21 (d) for instance, the peak in dys (notation from Fig. 3.14 (a), see red arrow showing ds
in Fig. 3.21 (b)) presents extremely low counts, while all the peaks associated with aperture 5 in 3.21
(f) have lower counts than the remaining ones. This effect is explained by a different illumination of the

NRA apertures, simulated in Fig. 3.22.

Fig. 3.22 shows a simple case where an NRA sample is illuminated by a perfectly coherent beam
with a Gaussian-intensity distribution. The simulation was performed employing Egs. (2.16), (2.20),
and (2.17), with U;,..(r1) given by the square-root of a Gaussian distribution. The autocorrelation was
obtained from the Fourier Transform of Eqg. (2.17). Observing the images one can see that, depending
on the NRA positioning with respect to the beam, and consequently, depending on the different inten-

sity values affecting the NRA apertures, the autocorrelation shows a different signal for the different
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(a) Gas pressure: 4.75 mbar. (b) Gas pressure: 4.75 mbar.

(c) Gas pressure: 5.25 mbar. (d) Gas pressure: 5.25 mbar.

(e) Gas pressure: 5.50 mbar. (f) Gas pressure: 5.50 mbar.

Figure 3.21: Experimental diffraction patterns and respective NRA autocorrelations achieved
from H33 for a scan of values of gas pressure inside the generation cell. Left images: (a),(c)
and (e) NRA diffraction patterns with an accumulation of 180 s for values of gas pressure of 4.75 mbar,
5.25 mbar and 5.50 mbar, respectively. The scale bar is common to all the patterns and denotes the
intensity measured at the detector. Right images: (b),(d),(f) NRA autocorrelations corresponding to the
respective left-sided diffraction patterns. The images are presented in logarithmic scale to allow a better
visualisation of the magnitude-differences between the peaks. The red arrow in (b) represents dys. The
scale bar is common to all the images.

autocorrelation peaks.

The curves of the magnitude of spatial coherence associated with each measurement of Fig. 3.21
are presented in Fig. 3.23. For gas-pressure values of 4.75 mbar, 5.25 mbar and 5.50 mbar, the radii of
the Gaussian distributions found were w. = 3.9 ym, w. = 5.0 ym and w. = 5.2 um, respectively. The fits
were obtained with root-mean-square errors of 8 %, 11 % and 5 %. Comparing with the results from the

single-shot regime, Fig. 3.15 (c), the high dispersion of the data points and the consequent increase of
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Figure 3.22: Effect of the intensity profile of the illuminating beam in the NRA autocorrelation. Left
images: (a),(c) Visual representations of the NRA sample at different positions with respect to a beam
with perfect coherence and a Gaussian-intensity distribution. The scale bar is arbitrary and common

to both images. Right images: (b),(d) Simulation of the two NRA autocorrelations corresponding to the
respective left-sided scenarios. The scale bar is again common to both images.

the error from the measurements are evident. This was predicted by Gonzalez simulations [178], arising

from the accumulation of several pulses with different intensity distributions and beam-pointings.

In conclusion, according to the reconstructions obtained employing Fourier Transform holography in
regime of accumulation, the intensity map \/W in Eq. (3.18) was seen to play a much larger
influence in our reconstructions than the magnitude of spatial coherence. In the light of these results,
a correction by means of a Gaussian distribution showed not only to be incomplete, but also to induce
additional gradients in the reconstructions. Indeed, our attempt to compensate for the effects of spatial
coherence in Fourier Transform holography would be more obvious with a lower partial coherence and

a more intensity-homogeneous beam.

Looking into the actual parameters that affect the reconstruction in Eq. (3.18), one could also study
FTH configurations with multiple apertures which could provide some additional and/or compensated
information. An interesting configuration is an FTH mask where the object is placed in a central position
with respect to several equally-separated punctual references. Besides allowing as many reconstruc-
tions as the number of references, such scheme has several particularities. Firstly, all the reconstructions
carry different spatial-coherence profiles covering, with equal angular separations, 360° in the image of
the autocorrelation of the sample (we recall that this autocorrelation needs to be non-redundant, i.e. the

reconstructions must be separated from the self-correlation area and from the reconstructions - cross

74



£06} £0.6}
= =
0.4} 0.4
0.2} . 0.2
0 1 2_ 3 4 5 0 1 2_ 3 4 5
|drrm| [11m] || [12m]
(a) Gas pressure: 4.75 mbar. (b) Gas pressure: 5.25 mbar.
1
0.8
£06
=
0.4}
0.2
0 1 2 3 4 5
‘dnml [ppm]

(c) Gas pressure: 5.50 mbar.

Figure 3.23: Calculation of the H33’s degree of spatial coherence from the experimental data for
different gas-pressure values, using the NRA of 5 apertures of Fig. 3.14. For the calculations, the
aperture 1 from image 3.14 was used as reference for the intensity. In each case, the red line shows the
Gaussian fit to the experimental values. (a) Curve obtained for a gas-pressure value of 4.75 mbar. The
radius of the Gaussian distribution is w. = 3.9 um. The fit was obtained with a root-mean-square error of
8 %. (b) Curve obtained for a gas-pressure value of 5.25 mbar. The radius of the Gaussian distribution
is w. = 5.0 um. The fit was obtained with a root-mean-square error of 11 %. (c) Curve obtained for a
gas-pressure value of 5.50 mbar. The radius of the Gaussian distribution is w. = 5.2 ym. The fit was
obtained with a root-mean-square error of 5 %.

correlations - associated with all the reference-apertures). Secondly, for all the reconstructions, the
beam-intensity map at the sample, I(7), is the same (see Eq. (3.18)), varying just the contribution of
the beam intensity at each reference position, I(7,.). As this I(7,.) is a simple factor, normalising each
reconstruction allows to get rid of it and, this way, have reconstructions differing only by the coherence

effects.

An example of such a sample was used by W. F. Schlotter ef al. [200] and can be found in Fig.
3.24 (a). Extracting the reconstructions from Schlotter’s article and readjusting the colour scale with
Imaged to a range where the variations in magnitude are visible, one can, in fact, directly see the spatial-
coherence effects (Fig. 3.24 (b)). Analysing Fig. 3.24 (b), one can note the stronger reconstructed
signal at distances in the object closer to the centre of the autocorrelation image (measured with relation
to the pinhole reference in the sample) and weaker signal as it moves away from it. Note that the
reconstructions are not normalised and thus the intensity value in their associated references, I(7,),

gives to some "F’s a general higher signal than to others. The respective reconstructions for each
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pinhole reference are also presented in Fig. 3.24 (c) for better visualisation of the effect.

(b)

Figure 3.24: FTH mask and holographic reconstructions with a clear effect of the partial spatial-
coherence. (a) SEM image of the FTH mask used by Schiotter et al. in [200]. (b) Reconstructed
holographic images of the object, i.e., mask’s autocorrelation. The colour scale was set to a range
where the amplitude variations are visible. (c) Visualisation of the experimental reconstructions obtained
for each reference pinhole in the FTH mask.

By averaging the 5 reconstructions of a Fourier Transform hologram recorded in the photon noise
limit ((2.5 + 0.3) x 10° detected photons, considerably less than the ~7 x 10° measured for the data
of Fig. 3.24 (b)-(c)), Schlotter departed from only-partial reconstructions to a full object reconstruction
[200], reporting a considerable SNR enhancement. This SNR improvement is directly linked with the

compensation of the spatial-coherence effects, given that:

N

OR(F) = % Z On(anf)

n=1

N
= to(IVIP) 5 3 VITI (o), (3.19)
n=1

with O,, the reconstructed sub-image achieved for each of the N = 5 apertures and I(7) the intensity
distribution of the beam illuminating the sample. In fact, as we see in Eqg. (3.19), this averaging process
will actually average the +/I(7,)u(7,, ) contributions, which creates a composed image, Or, more
equilibrated from the effects of spatial coherence and intensity-variations between the references. The
coherence profiles u(7,,7) will complement some part of the effect of each other as they cover with
equal angular separations, 360° in the image of the autocorrelation of the sample, while the \/m give

more weight to sub-images with higher SNR, decreasing the influence of noise-related artefacts.

If now the individual reconstructions are normalised before the averaging process, one can get rid of
the factors yielding:
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n=1
with O, (7) the composed reconstruction achieved from the average of the normalised O,,or-m,, (7, 7)
reconstructions and I, (7) the normalised intensity profile of the beam at the spatial extent of the

sample.

If one could say that the average of the coherence values on the spatially-distributed sample recon-
structions approximates to a situation where the coherence effect is negligible, i.e.
N

> (.. 7)~1 V 7 € object (3.21)

n=1

1
N

one can obtain the value of the distribution +/I,,,,- (7) and extract individual coherence profiles for each

individual reconstruction, given by:

o = 622
Therefore, besides compensating for the coherence effects in FTH reconstructions, a well-characterised
test mask with the format of Fig. 3.24 (a), could potentially be used to measure the 2D spatial coher-
ence of the beam. Coherence maps of radial slices of the autocorrelation could be retrieved by fitting
Gaussian-Schell profiles to the 2D coherence distributions of Eq. (3.22). As in Section 3.5.2, these
d, (7, )| = 0),
allowing to recover, for each sub-image, the factor associated with the spatial coherence which was lost

Gaussian functions obey p(7,,7,) = 1 at the centre of the autocorrelation (i.e. at

in the normalisation process. Interpolation functions could then be used to retrieve the magnitude of the
spatial coherence of the regions between the reconstructions. Note that, as discussed before, contrarily
to the case of the NRA, where the autocorrelation peaks have a distribution distinct from the original
sample arrangement, here the distances of the reconstruction, J; are measured radially with respect to
the centre, as in the sample to the pinhole reference. This structure preservation, allied with the radial-
regular distribution of references, seems to be able to avoid shift-invariant approximations, allowing for
2D measurements, which are sensitive to directional variations of the spatial coherence. Another con-
sequence of this shift variance is that one could, in principle, have access to the phase of the degree of
spatial coherence, in addition to the magnitude. Therefore, with a well-characterised simple shape as
an object, and the full sample covering the biggest area possible of the beam at the focus, single-shot

full-2D characterisation of the complex spatial coherence function could be potentially reached.

This example constitutes only a simple idea which requires further simulation efforts and could be

developed for a future work in the topic. The case provided follows the approximation given by Eq.
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(3.21), however, other more appropriate simplifications can be studied. As example, we can propose the
separation of the coherence function between the two transverse directions of propagation, frequently
used for the coherence characterisation of X-ray sources [41, 165]. Such approximation would retrieve
an ellipse Gaussian distribution for the magnitude of spatial coherence, which would be itself the as-
sumption to extract the optimal parameters from the fit. We note that, without approximation, for each
autocorrelation image we directly have a system of N equations of the form of Eq. (3.22), with the same
denominator \/I,.rm (7) to(7). Therefore, by dividing the contributions from the different sub-images one
can directly write the maps of the magnitude of spatial coherence, for all the sub-images, with respect

to only one.

3.7 Conclusion Notes

This chapter presented some examples of experimental studies performed in the HHG beamline of
LUCA, which provides an intense source of coherent XUV photons with 20-femtoseconds pulse duration.

Here, a typical setup for lensless imaging in the far field was successfully mounted. After the opti-
misation of the generation process and the overall beamline, the samples were positioned in the focus
of an off-axis parabola, followed by an XUV CCD camera, located in the far field. Two types of objects
were fabricated. One consisted of a non-redundant array (NRA) for spatial coherence measurements,
the other a Fourier Transform holography (FTH) sample.

A new technique to characterise the magnitude of the complex degree of spatial coherence of
Gaussian-Schell beams [178] was studied and implemented in LUCA’s beamline. It is based on the
interferometry through an NRA, with different separation distances and orientations, allowing for spatial
characterisation of the entire light field in a single shot. Besides allowing single-pulse characterisation,
this method is also independent of the intensity profile of the beam and the stability of its pointing, in
contrast to other methods such as the Young double slits [41]. The measurement revealed a very good
magnitude of spatial coherence with a radius w. = 3.85 um, fit with a root-mean-square error of 2.5%
(larger than the radius of the focal spot). Overall, the simplicity and versatility of this method give it enor-
mous potential as a tool for single-shot spatial coherence characterisation of the most varied sources,
ranging from ultrafast laser-based sources to XFELs and synchrotrons.

Followed a study to compensate for the impact of partial-spatial coherence in Fourier transform
holography. For the purpose, we showed that any modulation in the object reconstruction induced by
a shift-variant phase of the spatial coherence is avoided by using FTH with punctual references. The
same does not directly apply to holography with extended references, though. An extension of the study
to these techniques would be interesting, as shift-variant phases of the spatial coherence may generate
a superposition out of phase in the object reconstruction, which can degrade it.

In the FTH experiments, provided in Section 3.6, harmonic H33 of LUCA’s beamline was used.
We selected two examples of reconstructions of two different samples to perform the studies of this

manuscript. By using the NRA method, a radius of the coherence function of w. = 3.7 um was obtained,
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with 4% root-mean-square error. Performing a compensation of the partial coherence no substantial
improvement of the reconstructions was obtained and, inclusively, additional gradients were induced.
The main explanation found is that strong intensity variations across the sample affect the image recon-
struction, leading to a limited effect of the partial coherence in the experimental test. Indeed, a limited
spatial coherence would induce a radial intensity gradient (as illustrated by the case of Schlotter et al.
[200]), which is not observed. The modulations are thus mostly attributed to a non-uniform illumination
of the sample.

A multi-directional Fourier transform hologram, as shown by Schlotter, can recover the information
lost radially by the lack of spatial coherence. Based on this, we saw that single-shot full-2D character-
isation of the complex spatial coherence function could be potentially reached, using a characterised
extended object as probe. A consequence of this allowed shift variance is that one could, in principle,
have access to the phase of the degree of spatial coherence, in addition to the magnitude obtained with
the NRA.

In the same context, one could also propose as a future work perspective an extension of this study
to imaging with extended references. Indeed, the effect of spatial coherence is also observed for holo-
graphic reconstructions employing the technique of HERALDO (i.e. holography with extended reference
by autocorrelation linear differential operator), as presented in Fig. 3.25 [12]. A description of derivative
algorithms for FTH imaging with extended references in terms of the spatial coherence would, thus, be

of interest.

Figure 3.25: Fourier transform holography based on the use of extended references with a clear
effect of the partial spatial-coherence [12]. In the image, one can see the respective reconstructions
achieved for each HERALDO reference. One can observe in the individual reconstructions the typical
coherence profile, where the reconstructions show stronger signal at distances in the object closer to
the reference, and weaker as they move away from it. The image presented in the bottom-right corner
represents the sum of all the 4 contributions.
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Chapter 4

Digital In-line Holography corrected
from Aberrations by Resorting to

Wavefront Sensor Measurements

4.1 Introduction

Future emerging applications of extreme-ultraviolet and X-ray imaging are directed towards the struc-
ture determination of single molecules, viruses and cells by resorting to ultrashort and extremely bright
pulses, briefer than the timescale of most damage processes [1, 2].

In 2011, the 3-dimensional structure of a single protein was revealed to the world with the resolution
of a few angstroms [1]. This was accomplished employing “diffraction-before-destruction” CDI, after
spurring fully hydrated nanocrystals into the path of an angstrom-wavelength FEL, in LCLS. Under similar
conditions, diffraction data were collected from non-crystallized mimi-virus [2]. Nonetheless, this time,
the reconstructions only reached nanometre-spatial resolutions. Behind these results are the limited
photon flux - critical to ensure a reliable SNR in a single shot [2, 13]; some influence of the focal-spot
quality [15, 38] -, particularly important, since no statistical analysis is achievable for such samples; and
the low dynamic range of the detection [2]. Indeed, especially affecting measurements which can not be
replicated, there is a clear need to achieve higher resolution in single shot [2].

The reduced photon flux, in the energy ranges of interest, is a major constraint in single-shot imaging.
To reconstruct molecular structures from diffraction snapshots of random orientation, requires, by current
proposals, ~1000 times more signal than the currently available in next-generation XFEL sources [201-
203]. Single-shot imaging of complex biological samples with tabletop high-harmonic generation (HHG)
sources is even more challenging [13]. In addition to the low efficiencies of the HHG sources [83], they
intrinsically produce an ultra-broadband spectrum. Even though some progress is made towards the use

of a broad part of this spectrum for imaging purposes [18, 19], current techniques require a spectrally
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filtered beam, enclosing flux reductions of 3-4 orders of magnitude [204].

Another central condition for imaging with single-shot configurations is the beam quality. It has been
demonstrated that the optimisation of the beam wavefront leads to significantly improved resolutions
[15]. Indeed, the same object placed in different positions on the same wavefront with aberrations ex-
hibits distinct diffraction patterns [48]. Nonetheless, wavefront optimisations are not always possible, or
sufficiently satisfactory, and, often, the beam has to be spatially filtered [73]. This entails extra photon
reductions, working as an experimental compromise between the two demanded conditions. In the XUV
and X-ray ranges, this compromise is specially emphatic due to the limited available optics. Very often,
better quality focal spots require extremely high photon absorptions [205]. Reducing these absorptions
or achieving tighter focusings usually implies specific lenses configurations which induce strong aberra-
tions [28, 38].

In-line holography, as originally proposed by Gabor [103], is the simplest and most versatile reali-
sation of the holographic method, offering both absorption and phase contrast images, while requiring
no lenses between object and detector, and no sample special treatment. This technique uses the
full beam diameter, not requiring a particular photon filtering in the reference wave, as for instance in
Fourier Transform holography or its extended-reference variants [37, 120]. Due to this configuration, it

has, however, a particular vulnerability to the quality of the beam (Fig. 4.6).

{
Spherical  wavefront with L

wavefront aberrations S Hologram

Figure 4.1: Scheme of in-line holography with spherical waves versus waves with aberrations.

In 2003, digital in-line holography was demonstrated using a fully coherent high-order harmonic
source emitting at 32 nm [38]. The spatial resolutions achieved, however, did not go beyond 800 nm,
even though setups with higher numerical apertures were tested. It was observed that, for these cases,
the effect of the beam aberrations was non-negligible, originating strongly distorted holograms. Indeed,
the presence of optical aberrations significantly affects the reconstructions, as usual algorithms always
assume either a purely spherical, or a purely plane wave illuminating the sample [39]. Moreover, its high-
numerical aperture requirements, makes it particularly dependent on tighter focusings, often requiring
optics configurations with additional aberrations content. This has been limiting the application of this
lensless technique to high-resolution XUV and X-ray imaging.

Recently, several methods have been proposed with the purpose of compensating the aberrations of
digital holograms. Most of them are based on the computation of a phase map to be multiplied some-
where in the reconstruction process [206—209], others are based on adding extra physical components
to the setup [210]. All these methods, however, present considerable drawbacks or, simply, show not
to be suitable for single-shot configurations. For instance, they often require extrapolation of fitted poly-

nomials in different areas, which can be deceiving for some objects [206], restricted object dimensions
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[207, 208] or prior knowledge of the object diffraction pattern [209]. The great majority are actually de-
signed to correct only one aberration type [211, 212]. Other physical approaches involve the use of extra
optics as, for instance, deformable mirrors [210], entailing unnecessary photon absorptions.

In this Chapter, we propose and demonstrate a new approach, compatible with single-shot imag-
ing, which uses the data collected on a wavefront sensor to correct in-line reconstructions from the
aberrations of the optical system. By employing this technique one can achieve diffraction-limited recon-
structions, without the need for a high-quality beam and, therefore, allowing for imaging processes using
all the photons available. This method is particularly advantageous for coherent imaging in the XUV
and X-rays, considering these energy-ranges often offer reduced photon fluxes. For the same reason, it
can also have a crucial role in the expansion of digital in-line holography as a high-resolution single-shot
imaging technique for these energy ranges, where its capability of 3D imaging from a single hologram
can be of extremely high value.

This chapter is divided into five development sections. In Section 4.2 some theoretical overview is
provided, introducing the concepts and formalisms of optical aberrations and generalised pupil function.
Follows, in Section 4.3, the development of the approach for simulation and reconstruction of holograms
generated from ”in-line holography with waves holding aberrations”. The approach proposed departs
from the formalisms of in-line holography with spherical waves, in order to make use of the magnification
in in-line configurations. The details for simulation of a hologram and respective object reconstruction,
generated in this scheme, are then described in Section 4.4. After verifying the presence of the twin
image in the reconstructions, a new approach is presented in Section 4.5, where an algorithm is pro-
posed for simultaneous correction of in-line holograms from optical aberrations and twin image. A test
with experimental data from a biological sample (phase and amplitude) illuminated by an aberration-
free spherical-wave reference is also provided. Section 4.6 presents an experimental validation with an
astigmatic wavefront employing a HeNe laser. The setup was assembled with a wavefront sensor, which
allowed the caption of the phase map and respective Zernike coefficients in the conditions whereby the
hologram was recorded. The object reconstructions are presented with respective resolution measure-

ments.

4.2 Aberrations and Generalised Pupil Function

An optical aberration occurs when the performance of an optical system departs from paraxial optics
predictions. It can be associated with different causes, ranging from a simple misalignment of the focus-
ing optics, to inherent properties of perfectly spherical lenses. In the great majority of the cases, they
arise from the simple fact that, in a real optical system, the incident angles can hardly be accounted as
paraxial, what makes the paraxial theory not a completely accurate model [131]. In an image-forming
optical system, the presence of aberrations leads to a blurring of the produced image.

Physically, aberrations are defined as wavefront modulations, representing path-length errors in a

phase map. Assuming an effective path-length error at a point (£, 7), defined as W (¢, ), the phase
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error at that point is represented by £ W (¢, n), where k = 2w /). The complex amplitude transmittance

associated with such perturbation is given by

P(&,n) = VI(E n)e*WED, (4.1)

usually referred to as the generalised pupil function [131]. Often, it is more convenient to define W (¢, n)

in units of wavelength (\) and therefore Eq. (4.1) becomes:

P(&,n) = VI m)e?™VEm, (4.2)

The propagation of a wavefield affected by aberrations of the form W (£, ), measured in a distinct
plane from (£,7), is equivalent to a Fresnel diffraction pattern of a point/aperture with complex transmit-
tance P(&,n).

4.2.1 Main types of Aberrations

Astigmatism

Astigmatism is a very common type of optical aberration which occurs when rays, propagating
in perpendicular planes, have different foci. Between the astigmatic foci, the image of a point is
blurred and takes the shape of an ellipse. A tilted plate or lens, mounted in the way of a converging
cone of light, induces astigmatism [213]. The creation process of the astigmatism aberration can

be visualised in Fig. 4.2 (a).

Coma

Coma describes the aberration inherent to certain optical designs, or due to imperfections in the
lenses or other components, which results in off-axis point sources. A plate or lens displaced from
the optical axis constitute examples of systems that induce coma. The image of a point, formed by
these kinds of systems, presents the shape of a comet [213]. The creation process of the coma

aberration can be visualised in Fig. 4.2 (b).

Spherical aberration

Spherical aberration is another type of optical aberration, which occurs due to reflection, when
some light rays strike a mirror, near its edge, in comparison with those that strike nearer the
centre. It can also occur due to the increased refraction of light rays when they strike a lens. The

process of creation of the spherical aberration can be visualised in Fig. 4.2 (c).

4.2.2 Zernike Polynomials

To interpret the optical output, it is convenient to express the wavefront data in a polynomial form.

Zernike polynomials are often used for this purpose, being composed by terms, which are similar in
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Figure 4.2: Schematic of the main aberrations. Schematic of the (a) astigmatism aberration [214], (b)
coma aberration [215] and (c) spherical aberration [215].

form to the types of aberrations often observed in optical systems [216]. These polynomials, introduced
by the Dutch scientist Fritz Zernike, in 1934, can be applied to mathematically describe 3D wavefront
deviations from its zero mean plane. This plane is defined as a surface, for which the sum of deviations,
on either side, - opposite in sign one to another - equals zero. The combined sum of the different Zernike
polynomials - commonly referred to as terms - can produce a large number of complex surface shapes,
capable of fitting the specific forms of aberrations. By including the sufficient polynomials, the degree of
accuracy can be defined.

Zernike polynomials, by definition, describe wavefront deviations from its zero mean, in a pupil de-
fined as an unit-radius circle. These deviations are represented as a function of the radial distance, p,
and the angular circle coordinate 0, with 0 < p < 1 and 0 < 4 < 2x . Therefore, the wavefront profile,

described by a series of Zernike wavefront modes, is given by

W(p,0)=> > Crz7(p,0), (4.3)

n=0m=0

with CJ* denoting the Zernike coefficient associated with the Zernike polynomial Z" (p,8). In turn,
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Z™ (p,0) is given by
Normalization Factor

Radial variable Angular variable

20D ()

1‘f'(s'mO
—/2(n+1) lel

The polynomials R, (p), n € N, m € Z, are defined such that

— .
zZ" (p,0) = cos(mf) if m>0

sin (md) if m <O0.

> : (_1)j (n —j)! n—2j

The wavefront modes for each Zernike polynomial are illustrated in Fig. 4.3.
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Figure 4.3: Wavefront modes associated with each Zernike polynomial [214].

,]'p , with n>|m| and n—|m| even.

(4.4)

(4.5)

The main types of aberrations, described in the previous section, can be determined by Zernike poly-

nomials, as given in table 4.1. The normalization factors used in the table, are chosen so that its product

Z» n . m Polynomial Aberration Name
Zi 1 1 2pcosf Tilt X

zZ;h o1 2psin 0 Tilt Y

z§ 2 0 V3 (2p% - 1) Defocus

zz 2 2 V6p? cos 260 Astigmatism 0°
Zy? 2 -2 V/6p? sin 26 Astigmatism 45°
Z: 3 1 V8(3p®—2p)cosh Coma X

z;y' 3 -1 8(3p®—2p)sing Coma'Y

Z) 4 0 +/5(6p*—6p°>+1) Spherical aberration

Table 4.1: Description of the main aberration with Zernike polynomials.

with the peak-to-valley (PtV) deviation equals the PtV-to-RMS wavefront error ratio for the aberration.

This way, by multiplying this product with the expansion coefficient C;* - which equals the RMS error for

a given aberration - yields the PtV wavefront error corresponding to the coefficient. Therefore, for any
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value of the polynomial, for a given pupil coordinate p, the product of the normalization factor with C7,

yields the wavefront deviation from its zero mean, for that particular pupil coordinate [216].

4.2.3 Hartmann Wavefront Sensor

In a Hartmann wavefront sensor, a beam is sampled through an array of apertures and its projection
captured in a 2D photon sensor - typically a CCD. This technique, as proposed by J. Hartmann in 1900
[217], allows tracking the directions of individual rays in a beam. Its basic working principle is illustrated
in Fig. 4.4. First, a reference beam - usually a nearly-perfect plane or spherical wavefront - is allowed to
pass through the aperture-array, called Hartmann plate. The positions of the pattern of the XUV/X-ray
pulses, projected onto the detector, are then recorded and saved as reference (green dots in Fig. 4.4).
When an unknown beam illuminates the Hartmann plate, the projected pattern (red dots in Fig. 4.4)
deviates from this reference. By estimating the change in position for this pattern to that of a perfect
wavefront, the wavefront errors can be estimated.

Thus, with this technique, every phase aberration is approximated with a set of discrete tilts, sam-
pled in each aperture of the array. Since only tilts are measured, the Hartmann sensor cannot detect
discontinuous steps in the wavefront. This type of wavefront sensor is often used in the XUV/X-rays
ranges [15, 47, 218, 219] and was the one employed to measure the experimental values used in the

simulations section (Section 4.4).

CCD y W

Hartmann plate
Plane Reference

: i wavefront
Diverging Test
wavefront

Figure 4.4: Principle of operation of the Hartmann wavefront sensor. To measure the wavefront-
aberrations, the pattern generated by the unknown wavefront, after the Hartmann plate, on the CCD
(red dots) is analysed with relation to a reference wavefront (green dots). Image from [220].

4.2.4 Quadriwave Lateral Shearing Interferometry Wavefront Sensor

In a quadriwave lateral shearing interferometry wavefront sensor, the incident light is diffracted by a
complex amplitude diffraction grating, called a modified Hartmann Mask, which results in its replication
into 4 beamlets. These replicas interfere on a CCD detector. The interferogram recorded is deformed
by the wavefront gradients, which are recovered by Fourier analysis [221].

Due to the fact that the recorded interferogram is mostly sinusoidal, a small number of pixels is
needed to recover a phase pixel. This leads to an increased resolution (at least by a factor 4), compared

to all other gradient-recovery-based wavefront sensors, such as the Shack-Hartmann wavefront sensor
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(similar to the Hartmann wavefront sensor, but with an array of lenses instead of an array of apertures)

[222]. This type of wavefront sensor is used in the experimental validation presented in Section 4.6.

4.3 In-line holography with waves with aberrations

The first holographic setup proposed by Gabor in 1948 used a plane wave as the reference wave [103].
In this case, the sampling is limited by the detector pixel size as seen in Section 2.4.2, which is not
satisfying for nano-scale imaging in the XUV and X-ray ranges. Digital in-line holographic microscopy
(DIHM), which uses spherical waves as reference waves was developed as a new tool, yielding 3D
images of objects with higher resolution [38, 156]. Because it induces a magnification, M, the sampling
and achievable resolution are reduced by 1/M (see Sections 2.4.2 and 2.5.1.2).

In order to account with the best implementation for XUV and X-rays, the treatment described below
is given for in-line holography with spherical waves. It can be easily transposed to in-line holography
with plane waves (Z < z) by replacing M = 1, z¢ = Z and including in the phase map definition
any coefficient of defocus, €Y, extracted from the wavefront sensor. Here, to make use of the magnifi-
cation M, we define the aberrated wavefront discarding this coefficient and perform the simulation and
reconstructions based on Section 2.4.1.2, accounting with a spherical-wave reference.

Assuming the same coordinates system as given in Section 2.4.1.2, a spherical wave propagated
from a point source to an object, both separated in the optical axis by a distance zy, is given by Eq. (2.68).
Considering now that, besides its divergent character, the beam is affected by optical aberrations, one
can include a phase contribution in the form of Eq. (4.2). The spatially transmitted field in an object-plane

with transmission function ¢(x, y), illuminated by this wavefield then yields

ethri(z,y)

ri(z,y)

,P(xay) = m eiQWW(xay) .

with - denoting multiplication.

“t(x,y), (4.6)

The propagation of this pupil function at z = 0 towards a detector in z = Z can be described by the
Fresnel approximation of the Rayleigh-Sommerfield diffraction formula (Eq. (2.14)) [131]. Therefore, the

field distribution in the plane of the detector U (X,Y"), assuming a distance Z from the object becomes

ethZ etkr (z,y)

Un(X,Y) = 7 / / { VI(z,y) e2™W @) )
oo . ik (X 2L (Y2
O</ / {meﬁﬂ'W(z,y) .t(%y)} o' Ty [(F—2)°+(37—v)7] dzdy.

‘t(l‘7y):| ¢z [(X=2*+(=u)°] gray
(4.7)

with M and z. given by Egs. (2.72) and (2.73). Note that the last expression was obtained similarly to
Eq. (2.71).

Eqg. (4.7), similarly to the spherical-wave case can be written in the form of a convolution be-
tween the term /1(x,y) > @) . t(z,y), here denoted U, (z,y), and the Fresnel function s(z,y) for
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a spherical-reference wave, given by Eq. (2.74). One can separate this term into the object and refer-
ence contributions, considering the definition of the transmission function in the plane of the object as
t(z,y) = 1+1t,(x,y) (Eq. (2.55)). We then obtain for a wave with aberrations, U, (z,y) = r(x,y) + o(x, y)
with:

r(z,y) = VI(z,y) 2V @), (4.8)
and
o(z,y) = tolz,y) - VI(z,y) 2"V EY), (4.9)

which allow us to define U;,,.(z, y) as
Uinc(2,y) = VI(z,y) e (4.10)
from Eq. (2.56).

One can then write Eq. (4.7) in the form:

Uh(Xa Y) = [T(:Evy) + 0(.’L‘,y)] ® S(:L’,y)

=7r(z,y) @ s(z,y) + o(z,y) ® s(x,y), (4.11)

R(X)Y) O(X)Y)

with R(X,Y) and O(X,Y) denoting, again, the reference and object contributions to this field. Being
two convolutions, R(X,Y) and O(X,Y) can be expressed in terms of Fourier transformations so that
Un(X,Y) becomes

Uh(X7 Y) = ]:_1 {f{r(m,y)} (’LLMJ) : S(u,v)} (Xa Y) +]:_1 {]:{0(377y)} (uvv) : S(“?”)} (X’Y) (4 12)
= R(X,Y) + O(X,Y).

In Eq. 4.12 the function S(u,v) corresponds to the Fourier transform of the Fresnel function s(z,y) of

Eqg. (2.74), which can be analytically solved yielding

S(u,v) = e_i”)‘szf(“z'*'“Q), (4.13)

with (u, v) the spatial frequency coordinates in the Fourier plane.

The hologram recorded with waves with aberrations is, therefore, computed by the squared magni-
tude of Eq. (4.12) and its size corresponds to the size of the object area, multiplied by the magnification
factor M.

The reconstruction of the object transmission function is given by Eq. (2.60), which can also be

expressed in the form of a convolution by

89



Uy(z,y) = R(X,Y)Ho(X,Y) ® s*(X,Y)

(4.14)
= FHF{R(X,Y)Ho(X.Y)} (u,v) - S*(u, )} (z,y).
where S*(u, v) is the conjugate Fresnel function:
S* (u, v) = ez (W H0?), (4.15)

Note that, if no multiplication with the digital reference R(X,Y) is performed, before the back-
propagation process, the reconstruction follows the typical reconstruction procedure for in-line holog-
raphy with spherical waves. In such case, the actual reconstruction retrieved includes amplitude and

phase modulations given by the aberrations of the incident wavefront.

4.4 Simulation

The numerical implementation described below follows the model described in the previous section.
The algorithm was tested for plane and spherical waves and as well for the individual aberrations, using

different Zernike coefficients. Additional simulation results, without magnification, can be found in [223].

4.4.1 Transmittance of the Object-Plane

The sample used in the simulation was a totally opaque "3” (0 transmission function) drawn in a uniform
background with 1-transmission function, as illustrated in Fig. 4.5. The object-plane was defined with
a pixel size of A,,; = 0.2 pm, so that the object represents a two-dimensional "3” with 14.8-um height
(see Fig. 4.5). These measurements correspond to image dimensions of 74 and 15 pixels, respectively.

The simulated plane was defined with a total of 3050x3050 pixels, corresponding to a FOV of
610x610 um. Fig. 4.5 represents a zoom in the object area. The extended FOV ensures that the sub-
sequent calculated planes (diffracted field and the reconstruction) are inside the window dimensions,

avoiding numerical errors arising from backscattering phenomena on the window limits.

15

Figure 4.5: Transmission function ¢(z,y) used in the simulation. The object consists of a pure
amplitude ”3” shape.
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After a correct sample definition, the value 1 was subtracted to the sample’s transmittance, in order to
work with the object perturbation ¢,(x, y) separately from the reference contribution (see equation 2.55).
This separation of contributions is helpful for a simulation with less numerical errors, allowing, if needed,
for a separation of the amplitude and phase of the reference wave at the detector. Moreover, for the
calibration of the code with plane wavefronts with no aperture definition, it was critical. By propagating
directly the field transmission function t(z,y), as defined in Fig. 4.5 - as a matrix of ones around the
object -, we are incorporating an extra-object, with the finite dimensions of our matrix. As a consequence,
our hologram is affected by non-real diffraction contributions through a square aperture. Thus, if the
reference wave at the detector is known, by employing the linearity of the Fourier transformation, one
can define t, as the complex function describing the presence of the object and add the known reference

wave after the propagation steps, plotted correctly in all the FOV considered (Eq. (4.11)).

4.4.2 Phase-Map Definition

The wavefront profile at the sample position was defined with the experimental Zernike coefficients
presented in Fig. 4.6. These coefficients were measured with a Hartmann wavefront sensor from an
XUV HHG-based source focused by a Kirkpatrick-Baez (KB) optics system (see Fig. 4.6 (a)). Details
on the setup and experiment can be found in [223]. The KB system was composed of two fused silica
spherical mirrors mounted perpendicularly to each other, at grazing angles between 10° and 15°. The

focal lengths used were f; =1 m and f; = 0.5 m (Fig. 4.6 (a)).

The wavefront profile at the sample position was defined with the Zernike coefficients from Fig. 4.6
(b). The point spread function associated with such XUV beam is shown in Fig. 4.6 (c) for reference.
The phase plane, with cartesian coordinates (z, y), was defined as a 3050x3050 matrix, with pixel size
0.2 um, so that it would correspond to the FOV used for the sample. As explained in Section 4.2.2, the
function W (z, y), describing the deviations from the wavefront zero mean, was defined in an unit-radius

circle, in order to be determined by a linear combination of Zernike polynomials (Eq. (4.3)).

W (p,8) was defined within a circular aperture of radius 200 um, centred in the sample. For the
phase definition in an unit-radius circle, a new coordinate system was adopted. (z1,y:) were defined to
represent discrete coordinates, derived from (z, y), centred in the circular aperture, and chosen so that,
inside it, they could be defined as regular increments in the [ -1, 1] interval. The Zernike polynomials
were then represented as a function of the radial distance, p?> = 2?+4y?, and the angular circle coordinate
f = arctg (%) with 0 < p <1 and 0 < § < 27. The polynomials were plotted in this aperture according

to Table 4.1 and with the coefficients from Fig. 4.6 (b). The phase deviations outside this aperture were

considered zero.

Having defined the wavefront profile, described by a series of Zernike wavefront modes (Fig. 4.6 (d)),
the incident field at the object was defined by Eq. (4.10) with W(x,y) = W(p(z,y),0(x,y)) and the field

amplitude, \/I(&,n), given by a simple matrix of 1s.
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Figure 4.6: Setup and phase map, with respective Zernike coefficients, obtained experimentally
from the measurement of an XUV-HHG source with a Hartmann wavefront sensor. (a) Setup
and XUV beam (A = 32 nm) focused by a Kirkpatrick-Baez optics system. The data were obtained
in Laboratoire d’Optique Appliquée (LOA), employing a high-harmonic generation source set up by the
focusing of a Ti:Sapphire laser in a gas cell filled up with argon [223]. (b) Zernike coefficients of the main
aberrations, in RMS (root mean square) values, obtained from the analysis of the XUV wavefront with
the Hartmann wavefront sensor, after focusing with the KB system. (c) Point spread function of the XUV
beam measured at the wavefront sensor. (d) Computed phase map with the Zernike coefficients from

(o).

4.4.3 Hologram simulation

The simulation followed the reasoning presented in Section 4.3, which is schematized in Fig. 4.7.

Having clarified in Section 4.4.1 the advantage of the separation of reference and object waves,
the computed fields were defined as a sum of both contributions. The hologram, H(X,Y’), was then
computed from r(z,y) and o(z, y), given by Egs. (4.8) and (4.9) with ¢,(x, y) and U;,. defined according
to Sections 4.4.1 and 4.4.2.

We remark that S(u,v), in Fig. 4.7 (given by Eq. (4.13)) is defined in the Fourier domain. This
way, the plane with spatial frequency coordinates « and v, where it is defined, has a pixel size inversely

proportional to the sample’s pixel size A,; (see Eq. (2.5)):

M

Ar = .
d NAobj

(4.16)

In an illumination with magnification, it includes the factor M [158].

From Fig. 4.7, one can also see that to retrieve the digital reference wave at the detector, R(X,Y),

the reference contribution, r(x, y), was propagated from the object position until the plane of the detector.
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Figure 4.7: Hologram simulation scheme for in-line holography with waves with aberrations.
Schematic of the Fresnel propagation processes applied to the object wave and reference phase map,
from the object to the detector. At the bottom right, one can visualise the different propagation planes
with respective coordinates system. For in-line holography with plane and spherical waves, all the left
branch is nonexistent and the reconstructions follow R(X,Y) = 1.

In this process, one can choose to keep a uniform amplitude in the propagated reference wave and work
just with the propagated phase. For the purpose, we can add the step in green in Fig. 4.7 and use
only the propagated argument of the complex field as the new phase map. This was not used in the
simulation results presented in this manuscript, however, it was seen to be useful to avoid numerical
amplitude errors by simulating other setups.

As a last remark, we recall that the hologram generated from Fig. 4.7 has also a magnification given
by M.

4.4.4 Object Reconstruction

The process used for the reconstructions is described in Fig. 4.8. It follows Section 4.3 and is based on
the formalisms presented in Section 2.4.1.2.

Before reconstruction, the hologram was normalised, in order to remove the dependence on exter-
nal factors. This was accomplished by dividing the hologram into the background image, defined by
B(X,Y) = |R(X,Y)|?, and subtracting the value 1, as explained in Eq. (2.59). After multiplication with

the digital reference R(X,Y), this field was then back-propagated until a distance z.ss, according to
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Figure 4.8: Schematic of the reconstruction process.

Fresnel (Eq. (4.14)). The reconstructed intensity at the object is then computed by taking the squared
modulus of the reconstructed field at the object plane. Note that the reconstruction without correction of
aberrations is achieved the same way, but without multiplication of the digital reference wave R(X,Y),

which is assumed to have a value 1.

4.4.5 Results and Discussion

The holograms simulated by the described process and respective reconstructions without and with
aberrations correction are shown in Fig. 4.9. Each line corresponds to datasets extracted for different
sample-detector distances, with values Z = 4 mm, 6 mm and 10 mm, respectively. The sample-point
source distance was assumed zo = 10 mm.

The real space reconstructions with and without correction of the aberrations of the beam are pre-
sented in the central and right rows of Fig. 4.9. The images constitute the intensity reconstructions
lto(z,y) [

Observing the results, one can see a clear improvement of the reconstructions including the refer-
ence wave information, when compared to a standard reconstruction procedure (right-side images vs
central images in Fig. 4.9). One can also see that the experimental phase map of the KB system anal-
ysis, which was employed for the simulation, induces strong aberration-effects on the reconstructions.

Indeed, larger Z distances could not be reached as the reconstructions were too deteriorated when
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employing the standard reconstruction method, without accounting with the aberrations. We would also
like to point out that the phase-map was computed in a considerably large pupil when compared to the
sample size (see Fig. 4.6 (d)), which also attenuated the general effects of the aberrations otherwise too

strong to be able to obtain reconstructions without aberrations-correction.
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Figure 4.9: Simulation results for in-line holography with waves with aberrations, using a phase
map with Zernike coefficients measured experimentally from an XUV beam focused with KB op-
tics. (a)-(d)-(g) Normalised holograms achieved for sample-detector distances with values Z = 4 mm,
6 mm and 10 mm, respectively. (b)-(e)-(h) Reconstructions achieved from the respective left-hand holo-
grams, assuming no aberrations on the reference beam. (c)-(f)-(i) The same reconstructions performed
with aberrations correction, i.e., by including the aberrations phase-map in the propagation. The colour
scale bar from (a) denotes arbitrary units and is common to all images.

Observing the reconstructions from Figs. 4.9 (c)-(f)-(i), one can identify some smooth magnitude
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modulations, not included in the object’s transmittance, which get stronger with the decrease of Z. These
modulations are even more evidenced in the reconstructions from Figs. 4.9 (b)-(e)-(h) (due to the smaller
contrast of the reconstructions), even though no comparison is possible with the object transmittance.
Their cause can be attributed to the twin image problem, which occurs in the in-line configuration, due
to symmetry reasons. Indeed, the reconstructions of in-line holograms suffer from the superposition of
the hologram of a twin image of the object, with similar information content, but located at a distance

z = —2z from it. A compensation of this twin image problem will be addressed in the next Section.

4.5 In-line Holography with Correction of Aberrations and Twin
Image

The existence of a twin image is a standard problem in in-line holography, which limits the information
obtainable from a holographic record. Indeed, arising from the Hermitian symmetry of the complex field,
there are always two images appearing in a hologram and affecting the reconstruction. The two images
present mirror-symmetry with respect to the point source and thus, the twin image appears as an out of

focus image in the reconstructed object-plane (see Fig. 4.10).

reconstructions

hologram

Figure 4.10: Object with respective twin image [224].

In visible light holography, the object and its twin image can be separated by using parallel beams
and subtracting a second hologram from the reconstructed image [103, 225, 226]; by employing off-axis
approaches with a beam splitter [227]; or introducing additional lenses into the recording and recon-
struction schemes [228]. However, such approaches are not available for XUV and X-rays. Another
widely employed approach to address the twin image problem is to record a set of holograms at different
wavelengths [229, 230]. However, this method is experimentally difficult to implement, and particularly
unsuited for fragile biological samples subject to radiation damage. Other numerical methods to reduce
the effect of the twin image are restricted to holograms of purely absorbing objects [231-233] and later
ones are based on iterative methods for phase retrieval [224, 234—236]. For the implementation of twin
image correction presented in this Section, we base our approach in the iterative method developed by

T. Latychevskaia and H.-W. Fink [224]. This method eliminates the twin image by numerical reconstruc-
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tion of the phase of the hologram, without using assumptions or imposing any restrictions on the object
to be imaged.

The aim is to reconstruct the distribution of the complex sum U, (X,Y) = R(X,Y) + O(X,Y). This
is achieved by an iterative procedure consisting of the back and forth propagation between the detector
and object-planes until all artefacts due to the twin image are removed. The procedure followed is

described in Fig. 4.11 and includes the steps:
1. Creation of the input complex field as R(X,Y)+O(X,Y) = |R(X,Y)+O(X,Y)|e'*XY) where the
amplitude is always given by the square root of the normalised hologram |R(X,Y) + O(X,Y)| =
VH(X,Y)/B(X,Y), and the phase ®(X,Y) is initially set to 271, (X, Y") - the phase of the known

reference wave at the detector R(X,Y). This phase evolves towards its true value during the

iteration process.

2. Back-propagation to the object-plane, according to Fresnel diffraction formula applied to a distance
Zeff.

3. The reconstructed complex field multiplied with the conjugated back-propagated incident wave
e~ 12mWobi(2,9) and subtracted from its numerical amplitude, with the addition of the value 1, gives
the complex transmission function in the object-plane 1 +¢,(z, y). The obtained complex transmis-

sion function describes the object’s absorption and phase shift given by the relation:
Lt to(z,y) = (1= alz,y))e"#or(o), (4.17)

where a(x,y) describes the absorbing properties of the object and ¢, (x, y) the phase shift in-
duced by the object to the incident wave [224]. This way, due to the presence of the reference
wave, the absorption a(z,y) and phase yq;(z, y) of the object can be extracted. Here, the follow-

ing constraints can be applied:

— If the object is perfectly opaque, then it is possible to discard the phase term to accelerate the

convergence. This yields 1 + t,(z,y) = (1 — a(z,y)).

— a(z,y) > 0, which describes the basic physical notion of energy conservation, stating that, after a
scattering process, absorption can not result in an increased amplitude. Thus, whenever negative
values of a(z,y) emerge, they arise from the interference between the twin image and the reference
wave and are subsequently replaced by zero-absorption values, while the phase values remain
unaltered. Based on this constraint of positive absorption values, we can derive a re-combined

absorption and phase distribution for the object, creating a new transmission function in the form:

1+t (z,y) = (1 - a’(:my))e_w"bj(x’y). (4.18)

4. Next, without the reference wave with aberrations, we propagate the new transmission function

1+t (x,y), according to Fresnel, until the detector plane. We then recover the phase value from
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this new complex field and use it as the input phase value for the next iteration, starting at step
1. We note that the first iteration already reconstructs the complex object with similar quality as
the reconstruction routine described in Sections 4.3 and 4.4.4 and used for the simulation. Further

iterations eventually lead to the elimination of the twin-image term.

The routine created imposes no limitations on the object properties or its surrounding. Moreover, it
can be applied for in-line holography with waves with and without aberrations by proper definition of the

reference wave.
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4.5.1 Experimental Test with a Phase Sample illuminated by an Aberration-free

Spherical Wave Reference

The algorithm was tested first using data from in-line holography using waves without aberrations. The
data were obtained at the NanoXim setup of CEA Saclay, employing a source of 405-nm wavelength
[237]. The sample consisted of a zebrafish embryo, which was positioned at |zy| = 4.8 mm from a 1-um
pinhole, aligned at the focus of a 3-mm focal-distance lens. The hologram was captured by a CCD
detector, with 5.4-um pixel size, positioned at Z ~ 31.2 mm from the sample (note that the sample has
non-negligible thickness). Under these parameters, the magnification reached was M = 7.5, with z¢s =
4.16 mm. The hologram and respective background images can be observed in Fig. 4.12. They were
provided by R. Corman [237] to the author, which in turn provided the algorithm for the data analysis of

the system.

mm

(@) (b)

Figure 4.12: In-line hologram of a zebrafish embryo and corresponding background image. (a)
Experimental hologram. The highlighted region shows the area where the reconstructions are presented
zoomed in, in order to allow a better visualisation of the sample details. (b) Experimental background
image. The colour scale presented in (a) is arbitrary and common to both images.

The reconstructions from Figs. 4.13 were obtained from the hologram and background image of
Fig. 4.12. In the figure, one can see the amplitude and phase reconstructions obtained after 1, 5 and
20 iterations of the reconstruction code (Figs. 4.13 (a)-(b), (c)-(d) and (e)-(f), respectively). With the
increase of the number of iterations, one can note a clear improvement of the reconstructions, cleaned
from the twin image, with better visualisation of the sample details. One can also see these details
changing as a scan in the reconstruction plane is made. In Fig. 4.14 (b) the reconstruction was achieved
for a plane separated 100 um from the one reconstructed in Fig. 4.14 (a), which is the same image of
that of Fig. 4.13 (e). The new reconstruction parameters were then: zp = — 4.7 mm, Z = 31.3 mm,
which led to M = 7.660 and z.;s = 4.086 mm. Comparing both depth planes one can note that the
sample’s cross-section decreases slightly in size, from the first to the second image, and that different
depth-structures are reconstructed. Some of these are highlighted with white arrows in the images.

These results show good compatibility of the routine with 3D imaging using back-propagation functions
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in free space and were crucial to set a trustworthy base, which allowed the increase of complexity for an

implementation with aberrations correction.
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Figure 4.13: Amplitude and phase reconstructions for 1, 5 and 20 iterations of the reconstruction
algorithm. (a) Amplitude and (b) phase reconstructions for iteration 1 of the twin-image correction
algorithm. (c)-(d) The same as (a)-(b), but after 5 iterations. (e)-(f) Amplitude and phase reconstructions
after 20 iteration of the twin-image correction algorithm.
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Figure 4.14: Amplitude reconstructions for different depth planes of the sample, separated from
100 um. (a) Reconstruction of the cross-section of the sample obtained with the parameters 2y = — 4.8
mm and Z = 31.2 mm. (b) Reconstruction obtained with the parameters zo = — 4.7 mm, Z = 31.3 mm.
Different reconstructed structures are highlighted with white arrows, for easier perception.

4.6 Experimental Validation with a HeNe laser

To implement the routine for correction of aberrations and twin image, an experimental test was per-
formed in the visible range. The experiment was carried out at GoLP/Instituto de Plasmas e Fusao
Nuclear installations of Instituto Superior Técnico (IST), Lisbon, Portugal. The setup, procedure and

results are presented throughout this section.

4.6.1 Experimental Setup and Experimental Data

The setup employed a HeNe (helium—neon) laser, Ayene = 632.8 nm and can be found in Fig. 4.15 (a).
After magnifying the beam with a telescope (combination of two plano-convex lenses with a pinhole in
between - magnification with a factor 3), the beam was focused with a 20 cm focal-length lens to create
the Gabor configuration for in-line holography. A plano-concave cylindrical lens (focal length f = —100
cm) was placed before the focal-spot position to create an astigmatic beam. The hologram was captured
by a 640x480-pixels CCD, with 6 um pixel size, positioned at Z = 2.6 + 0.1 cm from the sample. The
intermediate focal-spot position of the astigmatic beam was estimated at zg ~ —4.7 cm, yielding a
magnification M = 1.56 and z.;y = 1.68 cm. The sample consists of a ThorLabs Resolution test target,
with a positive pattern. The illustration of the sample and respective hologram can be observed in Figs.
4.15 (b) and (c), respectively.

After the recording process, the sample and CCD were removed, and the beam was analysed by
a PHASICS SID4 wavefront sensor. This device was fixed at 2y = 6.2 + 0.1 cm from the position of
the sample. The Zernike coefficients measured are presented in Table 4.2. They were extracted from a

circular aperture of diameter 2871 um, capturing the 1/e? width of the beam at the sensor.
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Figure 4.15: Experimental setup used for testing the correction of aberrations by resorting to
wavefront sensor measurements. (a) Experimental setup implemented with a HeNe laser and a
cylindrical lens, to create an astigmatic beam. (b) ThorLabs Resolution test target, used as sample.
The illumination of the target is schematized by a red ellipse, which represents the astigmatic beam. (c)
Experimental hologram.

Defocus -4.579
Astigmatism 0° -0.301
Astigmatism 45° -0.009
Coma X -0.018
ComaVY 0.001
Spherical aberration  0.017

Table 4.2: Zernike coefficients measured in the wavefront sensor. The measured RMS error was 4.873
A

4.6.2 Data Analysis and Reconstruction Procedure

The different steps of the reconstruction procedure used in the experimental data are illustrated in Fig.
4.16. The process followed the routine of twin image and aberrations correction described in Section
4.5, after the proper definition of the reference wave at the CCD.

To obtain the reference wave at the CCD, the phase information extracted at the wavefront sensor
had to be propagated until the CCD plane and correctly positioned with respect to the hologram. For
the purpose, the phase map defined by the Zernike coefficients of Table 4.2 was plotted in a circular
aperture of diameter 2871 um, as given in the experiment. The coefficient of defocus was discarded
in order to provide reconstructions with magnification, as discussed in Section 4.3. The field at the

wavefront sensor was then described, according to this phase map by
Unis (§,7m) = e 2m W (rlem 0tem), (4.19)

different of a minus sign in the phase with respect to Eq. (4.2). This correction of the direction of

propagation was calibrated with the defocus term measured at the wavefront sensor.
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Figure 4.16: Different steps of the reconstruction procedure used in the experimental data. The
hologram and background images, recorded at the CCD, together with the phase-map measured at the
wavefront sensor, constitute the input data of our numerical routine. The first two are used to generate a
normalised hologram which, associated with the phase map, propagated from the wavefront sensor until
the detector, allow us to obtain reconstructions corrected from the optical aberrations of the illuminating
beam.

Phase map

The field from Eq. (4.19) was back-propagated as Fresnel diffraction until the detector position, as
schematized in Fig. 4.17 (a), assuming a field with unitary amplitude. At the detector, the field amplitude
resulting from propagation was filtered out and the propagated argument was used as the new phase
map of the reference wave R(X,Y).

In order to correctly perform the reconstructions, it is mandatory to define the phase map on its cor-
rect position with respect to the hologram. Indeed, the same object located in different positions on the
same wavefront with aberrations was reported to exhibit distinct holograms [48]. Similarly, an incorrect
positioning of the wavefront with respect to the hologram can induce additional propagation-artefacts in
the reconstruction, instead of correcting them. The method developed to ensure the success of this step
was to use the intensity-centroids of both detectors, CCD and wavefront sensor, as references. For this
purpose, a Gaussian-intensity profile was centred at the position of the centroid of the intensity image at
the wavefront sensor. This intensity map was then associated with the phase map at the wavefront sen-
sor and propagated until the detector, in a parallel step illustrated in Fig. 4.17 (b). This process allowed
to trace the intensity-centroid associated with the propagation of that specific phase map. By knowing
its lateral displacement over a propagation through the experimental distance, the phase map achieved
in the process of Fig. 4.17 (a) was re-centred so that the propagated intensity centroid matched the
centroid of the background picture recorded at the CCD detector.

After the definition of the reference wave at the CCD, the reconstruction process followed the pro-

cedure of correction of aberrations and twin image described in Fig. 4.11. Note that, to reduce the
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Figure 4.17: Schematics of the process through which the experimental R(X,Y) was obtained. (a)
Schematic of the phase map back-propagation, from the wavefront sensor to the detector. (b) Schematic
of the parallel step, in which a Gaussian intensity profile is associated with the wavefront at the wavefront
sensor and propagated, from its position until the detector. According to the lateral displacement of the
intensity centroid associated with the propagation, the reference wave R(X,Y’) achieved in (a) is re-
centred in a correct position with relation to the background picture, captured at the CCD.

numerical errors on the reconstruction process, a padding of zeros was made to the background and

hologram images. The FOV used was 3048x3048 pixels.

4.6.3 Results and Discussion

The amplitude reconstructions (absorption maps) obtained by following the process described in the
earlier section are presented in Figs. 4.18 (a) and (c), for 1 and 20 iterations of the twin-image correction
algorithm respectively. The corresponding reconstructions achieved with the conventional method, i.e.
without accounting with the phase map of the beam, are presented on the left, Figs. 4.18 (b) and (d).
Looking first into the results from the twin-image correction, one can note a significant improvement of
the reconstructions after running several iterations of the twin-image correction algorithm. In fact, the
algorithm was seen to converge around the same 20 iterations for both datasets.

Considering now the impact on the reconstructions given by the corrections of the measured phase
map, the results also reveal a significant success. Comparing Figs. 4.18 (c) and (d) one can see a clear
improvement of the borders definition for the first case, which accounted with the experimental phase
map measured at the wavefront sensor. This improvement can also be observed in the lineouts of Fig.
4.18 (e). Indeed, for the conventional reconstruction case (Fig. 4.18 (d)), the reconstruction showed dif-
ferent regions better "focused” at different Z positions sample-detector, consequence of the astigmatism
and its inherent different experimental foci. The images shown were obtained for the best compromise
between the vertical and horizontal resolution degradations, corresponding to an equivalent focal-spot
distance of zy = 4.68 cm, optimized numerically. The object position also optimised numerically yielded
avalue of Z =2.62 cm.

From the plots of Fig. 4.18 (e) and the opposite edges, it was obtained an average resolution
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Figure 4.18: Experimental in-line reconstructions with and without correction of the beam aberra-
tions and twin image. (a) In-line reconstructions with and (b) without correction of the beam aberrations
for the first iteration of the reconstruction algorithm. (c) Reconstructions with removal of the twin image
contributions with and (d) without correction of the beam aberrations. (e) Lineouts in two different posi-
tions, vertical and horizontal, of the images in (c) and (d) (blue and orange profiles, respectively).

(Rayleigh criterion) of 9.00 um against 16,77 um, in the z-axis; and 8.27 um against 11.20 um in y;
both first values referencing to the case where the aberrations-correction was performed. The results
show a significant improvement of resolution for the case where the correction of the aberrations was
applied, when compared to the conventional approach.

The achievable (theoretical) lateral resolution for this experiment is estimated to be ~7.14 um in the
x-axis and ~6.13 um in y, according to Eq. (2.80). These results point out diffraction-limited reconstruc-
tions when the proposed algorithm is used. Note that the values of achievable-lateral resolutions are
different in both axes due to the astigmatism of the beam, which manifests in different numerical aperture

values in both directions. All resolution values are organised in Table 4.3 for better visualisation.

Case R;[um] R, [pm]
(c) 9.00 8.27
(d) 16.77 11.20
Olat 7.14 6.13

Table 4.3: Resolution values, R, calculated from the experimental reconstructions and corresponding
setup-achievable resolutions, d;4;.

Concluding, this experimental section proves the validity of the algorithm proposed and, more im-
portantly, shows that a correction of the wavefront aberrations in the reconstruction is possible and
compatible with a twin-image correction. We would like to point out that even though the technique is

exploited here with a commercial wavefront sensor, any other wavefront-sensing methods can be used
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[238—240]. Indeed, the defocus term can be easily extracted from any wavefront measurement by fit-
ting the respective Zernike polynomial to the measured map, limiting this analysis to a circular aperture
[140, 206]. Moreover, the wavefront measurement can be performed at any position in the setup, making

of this technique extremely versatile and easy to use.

4.7 Conclusion Notes

In this chapter, we proposed and demonstrated a new approach, compatible with single-shot imaging,
which uses the data collected on a wavefront sensor to correct in-line reconstructions from the aberra-
tions of the optical system.

We started by developing a formalism, in Section 4.3, which allows for simulation and reconstruction
of holograms generated from in-line holography with waves with aberrations. The proposed approach
separates the measured phase map from the defocus term, allowing for in-line reconstructions with
the resolution improvements of magnification. Applying this formalism, simulations were performed in
Section 4.4. The phase map employed was based on the Zernike coefficients measured from an XUV
HHG-based beam, focused by two fused-silica spherical mirrors in a KB configuration. We saw that
the wavefront aberrations induced by that focusing system were enough to compromise the quality of
in-line reconstructions. Accounting with the beam phase maps we were able to overcome the effects
of aberrations, reaching accurate object reconstruction, only polluted by smooth amplitude and phase
modulations arising from the twin image.

In order to clean the reconstructions from the twin-image effects, we proposed an algorithm in Section
4.5, which allows a simultaneous correction of in-line holograms from optical aberrations and twin image.
A test with experimental data from a biological phase sample illuminated by an aberration-free spherical-
wave reference was also provided. The results validated the twin-image correction without the aberrated
phase-map, setting a trustworthy base. Moreover, by reconstructing different planes of the sample, with
different focused details, the routine showed good compatibility with 3D imaging using back-propagation
functions.

Finally, in Section 4.6, an experimental validation with an astigmatic wavefront was presented. The
setup was assembled with a wavefront sensor and a HeNe laser, which allowed the caption of the
phase map and respective Zernike coefficients in the conditions whereby the hologram was recorded.
We have proven the validity of the algorithm proposed and showed that a correction of the wavefront
aberrations in the reconstruction is possible and compatible with a twin-image correction. By employing
this technique we achieved close to diffraction-limited reconstructions, without the need of a high-quality
beam and, therefore, allowing for imaging processes using all the photons available, which is particularly
advantageous for coherent imaging in the XUV and X-rays. Moreover, the technique presented is single-
shot compatible and setup-versatile, allowing for aberrations correction, regardless of the wavefront-
sensing method and its position in the setup.

Even though the proof of the technique was made in the visible range, the great impact would be in

106



the XUV/X-rays as discussed in the introduction of this chapter. Therefore, a future prospect is the imple-
mentation of in-line holography in these spectral ranges. Here, diffraction-limited resolutions associated
with higher-numerical aperture systems, which entail strong aberration effects [38], could really change
the scenario of XUV/X-ray in-line holography, with possible extension to high-resolution 3D imaging.
However, an implementation in these wavelengths faces practical difficulties. An attempt to perform such
an experiment was realised at Laboratoire d’Optique Appliquée (LOA). The experimental implementa-
tion is illustrated in Fig. 4.19 and detailed at its legend. The experiment was however not successful due
to equipment problems allied with beamtime limitations. For an experimental implementation in the XUV,
in-line test samples were also fabricated at INESC—MN. Some examples are presented in Fig. 4.20.
The fabrication process included the coating of two layers of PMMA; electron-beam exposure of the
customized pattern; deposition of 5 nm of Cr and 50 nm of Au; and, finally, PMMA lift-off. The batch file
of the fabrication process can be found in Appendix D, providing a strong basis for similar fabrications

performed in the future.

107



325.5cm

3.5cm

50 cm Valve 33 cm

Focussjng Mirror

30cm

60 cm Pinhole  Object Si mirror

(removaby/'
& . Gas|Cell J&
PgtS L) > ane Grating

27.5cm

Si mirror

120 cm 345 cm

Hartmann Plate:
50 um
150 pm
25°
20 mm’

Figure 4.19: HHG beamline and setup implemented at LOA to perform XUV in-line holography,
corrected from the aberrations measured with a Hartmann wavefront sensor. (a) Schematic of the
HH beamline at Salle Corail, Laboratoire d’Optique Appliquée (LOA). A commercial Ti:Sapphire laser
system provides a beam with a central wavelength of 800 nm, pulse duration < 40 fs, pulse energy of
3.5 mJ (which can be increased up to 5 mJ) and repetition rate of 4 kHz (which can be increased up to 5
kHz). The IR laser is focused on a gas cell of length 15 mm, using a plano-convex lens with a focal length
of 750 mm. The cell is centred in a first vacuum-chamber, and for this experiment was filled up with 60
mbar of Ar (optimised for the photon flux). The XUV beam generated at the gas-cell chamber travels
through the diagnostics chamber (central chamber, which we did not use for the experiment) and two
aluminium filters, of thicknesses 150 nm and 300 nm, which are placed before the experimental chamber
to filter-out the residual IR. (b) Experimental chamber with respective imaging setup. A multilayer-coated
off-axis parabola with 10-nm bandwidth and 32-nm central wavelength, focused at 20° after 75 mm, was
positioned at the extremity of the chamber to select and focus H25 (A = 32 nm). A 0.5-um pinhole
(possibility to increase to 1, 2 and 5 pm) was aligned at the focus to allow an aberration-free image
reconstruction for reference. This pinhole would be later removed to test configurations with aberrations.
Parabola misalignments would be additionally induced. The sample was placed after the pinhole. Due
to setup constraints the minimum separation distance sample-pinhole was 6 mm. An XUV CCD with
2048 x 2048 square pixels with a pixel size of 13.5 pm was mounted after the sample, at a minimum
experimental separation distance of 7 cm. Due to a problem with the CCD device allied with the reduced
experimental time, we were unable to perform the experiment. (c) Scheme and image of the in-vacuum
high-NA XUV Hartmann wavefront sensor [241], which would measure the aberrations of the beam in
a later stage of the experiment, after replacing the imaging system. Image adapted from [220]. The
device consists of a Hartmann plate attached to an in-vacuum detector (2048x2048 pixels; pixel size
13.5 pm), mounted in an assembly of translation, rotation and tip/ilt stages for optimising its alignment
during experiments. 108




(a) (b)
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Figure 4.20: In-line XUV test samples fabricated at INESC-MN. (a)-(b) Patterned objects composed
by lines of 300 nm-nominal width. (c) Object with lines of 200 nm-nominal width. (d) Lines with 400 nm
nominal width. The scale bar in all images denote 1 pm.
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Chapter 5

Computed Stereo Lensless X-ray

Imaging

5.1 Introduction

In nature, most dynamic systems hold a complex 3D structure, whose deep understanding is crucial for
several fields in medicine or biology. It is also relevant for many areas of research in academic science
or applied physics such as semiconductor technology or nano-technologies. The wide development of
ultrafast coherent X-ray sources on small-to-large-scale facilities has allowed 2D single-shot lensless
imaging at nanometre-femtosecond scales [2, 8, 10-13, 242, 243]. Nevertheless, the expansion to ul-
trafast 3D imaging is showing some challenges. Nowadays, 3D nanometre-scale imaging techniques
are mainly based on computed tomography. In this scheme, the sample is rotated with respect to the
illumination source, while a full set of 2D projections is extracted and recombined to form a 3D image
[122, 244, 245]. The number of views can exceed several hundreads [125]. To allow imaging extended
objects, a new branch called ptycho-tomography has been proposed, combining concepts from tomog-
raphy and ptychography [137—139]. Even though it leads to improved axial and transverse resolutions,
this technique is also demanding in terms of number of projections, requiring large scanning times
[246]. These approaches are, however, incompatible with single shot imaging of ultrafast processes or
dose-sensitive samples, as many projections are required. The flash technique of “diffraction-before-
destruction” of single nanospecimens, as proposed on X-ray FEL sources, overcomes this radiation-
dose problem [1, 2, 49, 50]. However, to retrieve a 3D reconstruction, it requires an enormous number
of identical samples, not allowing imaging of unique objects or non-reproducible processes. Moreover, it
generates an extremely large amount of data that needs to be sorted, classified and combined to provide
a full set of consistent 3D data [3].

There is an intensive work on decreasing the number of orientations in the direction of retrieving
3D information from a single acquisition. An extreme solution is imaging through Computer Stereo Vi-
sion. Although X-ray stereoscopy was discovered in the end of the 19th century [247], it did not find
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wide scientific applications immediately. Recently, however, electron stereopsis microscopy has shown
to produce unprecedented 3D perception of nanometre scale details [248]. The main drawback about
this approach is that the 3D effect is purely physiological. Indeed, the human brain can attain a fast 3D
perception of the sample by processing binocular disparities in the cortex region, but it cannot access
quantitative depth information. Moreover, to allow the cognitive 3D reconstruction, the angle between
the two stereo views has to be small, limiting the gain in structural information. Several experiments
have taken place at synchrotron beamlines using stereo imaging, but none have achieved a 3D recon-
struction stemming from a single-shot pair of images [249-251]. In 2008, Schmidt et al. [252] proposed
a theoretical study of a method dividing an X-ray FEL beam into two sub-beams using a crystal. In 2014,
Gallagher-Jones et al. [253] probed the 3D structure of an RNAi microsponge by combining coherent
diffraction imaging (CDI) reconstructions from successive single-shot diffraction patterns from an X-ray
FEL, and from X-ray diffraction at a synchrotron. However, this method requires several acquisitions to
record multiple angles. Techniques to retrieve the 3D structure from a single diffraction pattern have
also been proposed, but they work under limited circumstances and heavily rely on sample a priori
knowledge [51-55]. To date, it has not been possible to obtain a 3D reconstruction from a single X-ray
acquisition. Still, stereoscopic coherent imaging has been proposed as a future and promising technique
for nanoscale fast-time-frame 3D imaging at XFEL sources [56].

In this chapter we propose to extend the concept of Computer Stereo Vision to XUV and X-rays.
Instead of constructing a stereo anaglyph with only qualitative 3D perception, our approach retrieves
depth information by computing disparity maps from two CDI stereo views. Using this method, we
explore different types of samples to prove the applicability and the limitations of the technique.

This chapter is divided into six sections. In the theoretical section, 5.2, the concepts of Computer
Stereo Vision are introduced, with a detailed description on the different reconstruction steps which
lead to the implementation of X-ray stereo imaging. In Section 5.3, we explore this implementation by
means of a simulation, while identifying the issues specific for pure amplitude and phase samples and
proposing ways to overcome them. In Section 5.4, nanoscale three-dimensional stereo imaging of a
pure amplitude sample from a single dual-diffraction pattern acquisition is demonstrated, using XUV
radiation from a HHG source. In Section 5.5 the limitations of the implementation of this technique to
samples with predominantly-curved topography are tested and discussed. In the last content section,
5.6, we implement the technique in X-rays. We show that nanoparticles used as labels further extend
the applicability of the technique to complex 3D samples. The last section, 5.7, provides the conclusions

of the chapter.

5.2 Computer Stereo Vision: Principle and Reconstruction Steps

The field of Computer Vision deals with the computational understanding of the 3D information present in
two-dimensional representations of the real (3D) world [254]. In particular, Computer Stereo Vision con-

sists in the extraction of 3D information from pairs of digital images of the same scene. This technique,
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of great importance in the field of machine vision and robotics, allows retrieving depth information by
analysing the relative positions of objects in each view, captured with well-known projective parameters.

Generally, the stereo reconstruction problem can be divided into four big processes:

1. Acquisition of the stereo image pair;
2. Pre-processing of the stereo images, which can require the procedure of image rectification;
3. Stereo matching and computation of the disparity maps;

4. Retrieval of depth information and 3D reconstruction.

In general lines, the first step of a stereo reconstruction scheme consists in the acquisition/generation
of the stereo views. After pre-processing, if the images are not captured by a parallel camera system,
they are projected onto a common image-plane to allow comparison with the pair-image. This step is
known as image rectification. Follows a process in which the disparity map is created. This map encodes
the difference in horizontal coordinates of corresponding image points, in the two views. Applying con-
siderations on the configuration of the system, this disparity map can be converted into depth information
and the 3D coordinates of the pixels can be projected into a 3D point cloud. From this arrangement, if
needed, some additional intermediate points can be interpolated to achieve a more complete 3D scene.
Finally, in case of knowledge of the textures/colours, this information can be, as well, added to achieve
the ultimate representation of the 3D sample.

The sequence of steps used in this manuscript is schematized in Fig. 5.1, with distinction between

simulation and experimental cases.
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Figure 5.1: Steps followed in the reconstruction of the 3D structure of a sample from stereo data.
In the block scheme, one can identify the main differences between the reconstruction process followed
for the simulations (gray) and experimental data (black).

A resumed description of each of these steps is presented next, along with the presentation of the
methods commonly adopted for all the studies, aiming a computed stereo imaging approach in trans-
mission geometry. Note that this section introduces a global view over the adopted stereo reconstruction
process. The particular path followed for each of the samples/cases studied in this manuscript will be
detailed in its specific section.
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5.2.1 Generation of the Stereo Image Pair

Computer Stereo Vision extracts 3D knowledge about a scene by comparing information from two van-

tage points. To these vantage points we call the stereo pair (Fig. 5.4).

(@) (b)

Figure 5.2: Example of a stereo image pair - "Man” - from Kim et al. [255]. (a) Left view. (b) Right
view.

In order to make use of the nanometre-scale spatial resolution in an aberration-free system, the
stereo pairs in this chapter result from coherent lensless imaging techniques. The views are generated
by different beams with controlled incident (stereo) angles on the sample, which diffract and are collected
in a CCD. These different beams can origin from the same beam, after split and redirection with proper
optics. Such system will be employed in this chapter for the generation of XUV stereo views in single

acquisition (section 5.4).

5.2.1.1 Choice of the appropriate stereo angle

The choice of the angle between the stereo pair of images is a key factor in Stereo Vision. The optimal
parallax between two view points results from a trade-off between the adequate depth resolution of
significant details and the competent sampling of the same areas of the specimen. Indeed, inferring
depth information is only possible by the presence of identical features in both views, which is improved
by a reduction of the stereo angle. On the other hand, when the two views are separated by a very
small angle, the disparities observed on the images are very small in comparison with the pixel size
of the digital stereo views. This decreases the depth perception and, as well, the accessible depth
resolution. Consequently, the proper choice of the stereo angle depends on the nature of the specimens
topography. Generally, if the sample has extremely rough topography, the angle separation between
both images of the stereo pair should be low. Conversely, slight topography will produce better stereo
effect with a larger angle. For stereopsis, the typical range for the stereo angle is between 4° and 10°
as usually the observers find stereo images achieved with an angle larger than 102 difficult to fuse [256].
In Computer Stereo Vision, however, this angle can considerably increase, since it is based in a digital

treatment, thus overcoming the biological limitations of having the 3D perception captured by two eyes.
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5.2.1.2 Stereo views in transmission

After digital detection of the diffraction-pattern pair, generated with a suited stereo angle, follows the
reconstruction process. In this process our stereo images are formed as 2D projections of our sample
since they are acquired in a transmission regime. The reconstruction procedures can vary from holo-
graphic methods to phase retrieval procedures, depending on the setup employed. All the experimental
data presented in this chapter were collected in coherent diffraction imaging configuration, hence the
reconstruction is performed using phase retrieval routines.

In the visible range, the standard imaging devices collect stereo views in reflection geometry, which,
apart from an offset in intensity, should exhibit similar illumination conditions (if no transparent objects
are present in the scene). In the XUV and X-ray spectral ranges, though, most of the samples are probed
in transmission as reflectivity is quite poor. Additionally, one can make use of the penetrating nature of
this type of radiation. This allows the imaging of objects much thicker than those which can be imaged
by a transmission electron microscope, at resolutions much better than the ones achieved with visible
microscopes [30]. The transmission geometry poses, however, a difficulty to the typical stereo approach,
due to the superimposition of different structures/layers in the same pixel, which induces ambiguities in
the stereo correspondence problem. As we will see later on, this is, however, not a limitation of the
proposed scheme. In the next topics we present the different steps specific to treat a transmission

stereo pair.

5.2.2 Stereo Correspondence and Image Rectification

If the stereo images are not captured in the same camera, or in a parallel camera system, they require
a projection onto a common image plane in a first step, to allow comparison between them. This step is
known as image rectification.

To understand the idea of rectification, it is helpful to firstly introduce some concepts of epipolar
geometry. As shown in Fig. 5.3 (a), the centres of projection of the two cameras of a stereo setup and
any point in their field of view define what is called an epipolar plane. The intersection of any epipolar
plane with the left and right image planes generate two conjugate lines - called the epipolar lines -,
defined in their respective 2D images space [257]. Naturally, each pair of corresponding points of the
two images is mapped in conjugate epipolar lines (Fig. 5.3 (b)).

When the stereo images are acquired by a parallel camera system, the conjugate epipolar lines
are collinear. In this arrangement, the cameras are assembled with their optical axes parallel and,
thus, perpendicular to the line connecting their optical centres, the baseline. The images are, hence,
separated by a simple horizontal shift, which enables each feature in one image to find its match in a
1D-horizontal search over the conjugate epipolar line of the second image.

The process of image rectification allows for the transformation of any stereo images pair, captured
with a relative rotation, into a parallel camera system. This transformation consists, precisely, in pro-

jecting the initial stereo views onto a common image plane, such that their conjugate epipolar lines are
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vertically aligned and, therefore, parallel to horizontal scan lines on the images (Fig. 5.3 (c)). It allows

o N\
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Figure 5.3: Schematic representation of image rectification, by means of epipolar lines. (a) Stereo
camera system with concepts of epipolar geometry. The camera baseline intersects each image plane
at its respective epipole, e and ¢’. Any plane containing the baseline consists of an epipolar plane and
intersects the image planes in corresponding epipolar lines I and . As the position of the 3D world
point varies, the epipolar planes “rotate” about the baseline so that all epipolar lines intersect at the
epipole. (b) Example of a stereo image pair with representation of some epipolar lines. The images were
acquired in a system as illustrated in (a). (c) Stereo image pair of (b) after the process of rectification.
The rectification projects the original stereo images in a normal image plane so that the epipolar lines
correspond to horizontal lines, and therefore, conjugate epipolar lines are collinear.

reducing the 2D stereo correspondence problem to 1D.

o General world-point

Left image plane Right image plane

Epipolar line Epipolar plane

Left Camera
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. Baseline
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5.2.2.1 Stereo correspondence and fundamental matrix

In order to find the proper plane for re-projection of the stereo views, in a first stage, one needs to retrieve
the fundamental matrix between the two views. In Computer Vision, the fundamental matrix F consists
of the 3x 3 matrix, which describes the relation between corresponding points in a pair of stereo images
[258]. This way, considering x and x’ image coordinates of matching points in a stereo pair, I'= Fx
describes the epipolar line of x on which the corresponding point x’, on the other image, must lay. In
other words, x’ " Fx = 0 for all pairs of corresponding points.

The fundamental matrix can be computed from a set of corresponding points x <+ x’ in the two views.
The process of identification of matching points can be performed either manually or by combining fea-
ture detection [259-263] (e.g., corners, blobs) and feature matching [264—266] algorithms. Retrieving
matching points manually requires a careful analysis of both images with visual identification of cor-
responding feature points, which is not optimal when several datasets are to be evaluated. While the
resource to algorithms to identify interest points offers a more automatised process, the selection of the
right combination of algorithms is not straightforward, as the results vary with the datasets. Moreover,
these algorithms do not work for all stereo pairs, being particularly challenging for objects with slight

topography or repeated pattern regions.
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If the selected matching points are inliers, i.e. all matches are correcly done, one can compute the
fundamental matrix employing the Normalised Eight-Point Algorithm [267]. As its name suggests, the
Normalised Eight-Point Algorithm estimates the fundamental matrix from a minimum of eight corresponding-
image points in the two views. The procedure is well documented in references [267, 268]. If, on the
other hand, the matched input points are not all reliable, outlier points can be detected and excluded by
using a robust estimation technique such as RANdom SAmple Consensus (RANSAC) [269]. RANSAC
is an iterative method that estimates parameters of a mathematical model from a set of observed data,

accounting with the presence of possible outliers, which must not contribute to the estimation.

5.2.2.2 Computation of the projective transformations

With access to the fundamental matrix, one can finally obtain the projective transformations that allow
the rectification of the stereo images, as described by Hartley et al. [268]. Briefly, the rectification
algorithm starts with the computation of the overall transformation for the right image. The image is
rotated so that its epipole is translated to the line at y = 0 (see Fig. 5.3) and, after, warped in a way that
the epipole is moved to a position at infinity. A synthetic camera matrix M is then computed for this view,
from the factorization of F as F = SM, where S is a skew-symmetric matrix. Unfortunately, M cannot
be computed using the usual factorization, where S = [e|, and M = [e], F , because then M would be

singular. Instead, M should be computed using the singular-value decomposition (SVD) of F, which

gives
F =UDVT = UWzZD' VT =(UWUT)(UZD'VT)= SM (5.1)
with
0 10 0 -1 0
W=1|-10 0[;Z=1[1 0 0 (5.2)
0 0 0 0 0 1

and if D = diag(s,t,0), then D’ =diag(s,t, (s + t)/2). On the other hand, WZ = diag(1,0,0), so
WZD' =D.

From M, which is the matrix representing the required homography, one can finally compute the
transformation for the left image. This transformation is achieved so that the rows in this image corre-
spond to the rows at the same location in the second image and, as well, so the input correspondent

points have (approximately) the same column locations in the right and left images [268].

5.2.3 Stereo Matching and Computation of the Disparity Maps

From a pair of rectified stereo views one can compute two disparity maps (Fig. 5.4). Disparity refers
to the distance between corresponding points in two images of the same scene taken under different
viewpoints. By matching the pixels from one image to the other, one can produce a map where each

pixel quantifies its disparity value, measured in relation to the corresponding pixel in the pair image (Fig.
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5.5) [255, 270].

(a) (b)

Figure 5.4: Example of a pair of disparity maps of the ”Man” - images from Kim et al. [255]. (a)
Left map. (b) Right map, with background removal.
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Figure 5.5: Explanatory scheme of the disparity calculations. From a rectified pair of stereo images,
for each pixel in the left image, a scan is made over the horizontal scan line in the right one. Finding
the corresponding match, the scan position is saved as a disparity value. This process is followed for all
pixels in both images, creating two disparity maps, left and right map.

In order to properly retrieve disparity values, one needs to first identify the point matches in both
images. The process of estimating corresponding points in a pair of stereo images, also known as
stereo matching, has been one of the most fundamental and disputed topics in the fields of Computer
Vision. Even though numerous routines have been proposed, it still remains a challenging task due
to several factors including absence of texture in the objects, repeated-pattern regions, occlusions and

photometric deficiencies incurred by camera variations and/or illumination problems [271-274].

5.2.3.1 Stereo matching constraints

To approach the stereo-matching problem, it is important to firstly identify and impose some matching
constraints, in order to minimise the number of false matches. The most commonly used constraints in

Computer Stereo Vision are:

— Similarity (or Compatibility ) [275], which states that matching pixels must have similar inten-

sity/magnitude values (i.e. differ only from a specified threshold) or the matching windows must
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be highly correlated. In case of matching features (instead of intensities), they must have similar

attribute values.

— Uniqueness [276]. According to this constraint, a feature/pixel from one image can match no
more than one feature/pixel from the other image. This admits that some pixels or features can
have 0 matches assigned if their corresponding pixel/ feature is occluded in the other image. This
constraint may fail if transparent objects are present in the scene, as this often entails superposition

of different structures in the same pixel.

— Continuity [276]. Continuity suggests that matching features should have nearly the same depth
value as its neighbours. In other words, the disparity of the matches should vary smoothly almost
everywhere over the image. Note that this constraint fails at depth discontinuities (e.g. object

borders), as they cause an abrupt change in disparity.

— Ordering [277]. States that the ordering of features is preserved across images. If m; <> my and
n; < no and if my is to the left of ny, then my, should also be to the left of ny and vice versa. The

ordering constraint fails at regions known as the forbidden zone, Fig. 5.6.

image 1 image 2

Figure 5.6: Failure of the ordering constraint at the Forbidden Zone [278]. The ordering constraint
fails if a 3D point, N, falls onto the forbidden zone of another point M, represented in the image by the
shaded area. In the image, the left image-plane shows n on the left of m, while in the right image this
ordering is reversed.

— Epipolar [257]. For each feature point in the left image, the corresponding feature point must lie
on the corresponding epipolar line. Lets recall that this constraint was explained in detail in the
previous section 5.2.2, as it is implemented in the process of image rectification. Unlike all the

other constraints, the epipolar constraint never fails once the epipolar geometry is known.

— Relaxation [279]. Consists in a global matching constraint, which is imposed by an iterative update
process as follows. Firstly, a probability value is assigned to each match-candidate based on some
quantitative “goodness-of-match” criteria. This probability value is then iteratively updated for each
match-candidate. Finally, those matches whose probability value is below a specified threshold are

discarded. One example of implementation of the update process, as proposed by Barnard and
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Thompson [279], consists in increasing the probability of a given candidate match, in each iteration,
by a value that is proportional to the number of neighbouring matches that have consistent disparity
values with it. Other criteria may also be used as, for instance, the geometric support as proposed

by Ayache and Faverjon [280].

5.2.3.2 Stereo matching algorithms

Conventionally, stereo matching algorithms are divided into two categories: aggregated and global al-
gorithms [281-284]. In either of them, four steps are usually required: matching cost computation, cost
(support) aggregation, disparity computation and disparity refinement (or post-processing) [281].

Local (window-based) stereo matching algorithms, such as sum of absolute differences (SAD) [255,
270, 285], sum of squared differences (SSD) [286], adaptive supported weight [287], guided filter [286],
histogram aggregation [288], geodesic stereo [289] and accelerating cost filter [290] constitute an im-
portant part of the aggregated ones. In this type of algorithms the computation of the disparity at a given
point depends only on intensity values within a finite window and generally make implicit smoothness
assumptions by aggregating support. The fundamental behind them is the local disparity consistency
assumption [291], which states that all of the pixels within a local supported window have constant
disparity values. A typical non-local aggregated method is the non-local cost aggregation (NLCA) al-
gorithm [292]. In this approach, cost volumes are aggregated on a minimum spanning tree. Based on
the NLCA framework and with integration of additional features other non-local algorithms have recently
risen [293—295]. Conceptually, aggregated algorithms implement a matching cost computation at first
and then execute a cost-aggregation step with a local or non-local framework. A winner-takes-all (WTA)
optimisation is then performed to select, for each pixel, the disparity value associated with the minimum
aggregated cost value [281, 284, 291]. This strategy has been reported to provide fine and fast disparity
estimation. A limitation consists in the fact that the uniqueness of matches is only enforced for one
image (the reference image), while points in the other image might get matched to multiple points.

Global algorithms, also called energy minimisation algorithms, minimise a predefined energy function
and omit the step of cost aggregation by directly formulating an explicit smoothness term. Even though
some produce much improved results than those of the aggregated algorithms, they face the bottleneck
of computational complexity. Indeed, minimising an energy function is a non-deterministic polynomial
hard problem, thus former researchers have focused on several approximate optimisation approaches.
The two most notorious optimisers are belief propagation [296] and graph cut [297]. Based on these
optimisers, some significant progresses have been made [298-300].

Recently, some approaches integrating aggregated algorithms into the energy function model have
also been investigated [301-304]. These algorithms, combining concepts from aggregated and global
routines, have shown to provide generally better results. Nevertheless, they hold too much computational
load.

All of the above-mentioned stereo matching algorithms resort to disparity refinement strategies

for attaining a final refined disparity map. Techniques such as sub-pixel estimation [305], left-right
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consistency-check [306], peak ratio [307] and occlusion filling [308] are widely employed. Recently,
other learning-based [309—-311] or convolutional neural network (CNN)-based [312—314] approaches
have been proposed, boosting the performance of confidence estimation.

In the implementation of X-ray stereo imaging described in this manuscript, a local algorithm based
on absolute intensity differences (AD) was used for stereo matching. Together with the squared intensity
differences (SD), this pixel-based matching cost is one of the most commonly employed in Stereo Vision,
requiring low computational load, while still offering fine disparity estimations [255, 270, 281, 285, 291].
After the matching-costs aggregation we resort to WTA optimisation to select the best match from the
several candidates. For disparity refinement, sub-pixel registration [305] and left-right consistency-check

[306] strategies are employed.

5.2.3.3 Detailed methodology

Following a local approach, the process of locating the corresponding pixels in both stereo images was
achieved with a block-matching routine. In a block-matching routine, the images are divided into support
windows/blocks and, for each block of the reference picture, a scan is made over blocks of the same size
in the pair picture (Figs. 5.5 and 5.7). The scan is allowed to a number of pixels N to the left (negative
disparity) and the same amount to the right (positive disparity) of the block central-pixel position. A cost
function, which should be minimised, specifies which window is the best match from the set of candidate
blocks. Expression (5.3) presents the cost function employed in this work, depicting a simple sum of
absolute differences (SAD), added to a less weighted pixel proximity term [255, 270, 281, 285]:

C@oyord) = Y | Li(wi,yi) — Lo(a; + d,yi) | +od. (5.3)
(zi,yi)E€Block

Here, (z;,y;) represents the coordinates of all the pixels in the evaluated block; I; and I, are the
intensity values of the respective pixels in both images; a constitutes the weighting factor of the pixel-
proximity term and d is the distance between the scanned pixel and the one under evaluation. C(z,, y,, d)
gives, therefore, the cost function of the block central pixel (z, + d,y,) in the second image, which
measures its matching potential with the pixel (z,, y,) from the first one (Fig. 5.7).

Note that in (5.3) no particular smoothness term is included in the function, since we preferentially
deal with disparity measurements over edges and, for that reason, the final disparity maps do not nec-
essarily follow a smooth-dense field of point correspondences. This will be explored along with the
datasets in the next sections.

The cost function value of the best pixel match p is, therefore, given by

Op(xoayoadp) = Enelgc(xoay07d)) (54)

with d, the disparity value of p, in pixels, and d, € ©, @ = {—N,...,0,..., N}. Selected the best

match, the corresponding disparity value is stored and the scan is allowed to the next block.
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Figure 5.7: Schematic representation of the block-matching routine employed in the disparity
estimations. To find the best match for the pixel with coordinates (z,, y,) in the left image, a window of
pixels surrounding it is considered. By comparing each pixel in this window to the corresponding one in
each scanned window on the right image, the closest match is evaluated. This evaluation looks for the
disparity value d,,, achieved through a minimisation of a cost function.

The final disparity values are obtained after refinement by second-order sub-pixel interpolation [305].
For the purpose, a quadratic estimator is applied over each disparity value arising from the sorting

process. This estimator takes the form:

Cp+1 - Cp—l
(QCP - Cp+1 - C}Ofl)7

D= dy+ (5.5)

where, C},—; and C,; are the respective cost function values of the left and right pixels of p. Here D
is the maximum of the the second-order function that fits our cost distribution and corresponds, therefore,
to the final disparity attributed to the block’s central pixel of the reference image.

Resuming, breaking down the used methodology into the four stereo-matching pipelines [281], we

have that:

1. The matching cost employed is based on the absolute difference (AD) of intensity values at a
given disparity. This cost function guarantees the fulfilment of the similarity and continuity con-
straints (this last one only for the samples to which we allow the creation of a dense disparity
map). Besides the AD, a less weighted pixel-proximity term is added to the cost function, whose
main purpose is to follow the ordering constraint when computing disparity values just over edges.

2. Aggregation is performed by summing the matching cost over square windows, with constant
disparity.

3. Disparity computation is achieved in a WTA optimisation, by selecting the minimal (winning)
aggregated value at each pixel.

4. Disparity refinement is accomplished with sub-pixel interpolation [305] and left—right cross-check
[306] strategies. As the latter states that reliable conjugate pairs are found with both direct and
reverse matchings, it reinforces the uniqueness constraint. Even though this constraint can fail
with the presence of transparent objects, which are predominant in a transmission apparatus like
ours, we will avoid failing it by ensuring a separation of different superimposed structures/layers in

a pre-processing step of the stereo images (more details are given later on).
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5.2.3.4 Selecting an appropriate window size

In a block-matching routine, the images are divided into support windows/blocks, which are evaluated in
the light of a stereo-matching metric. In this manuscript, blocks from 3x3 to 29x29 pixels were used,
depending on the sample under study.

The choice of the appropriate block size is a crucial parameter in stereo matching, as it affects
largely the quality of the disparity maps. A stereo-matching algorithm based on small support windows
generally entails lower algorithm run times. However, it fails particularly in textureless and repetitive-
image regions, as well as areas with only horizontal texture. Indeed, the drawback of blocks-reduced
sizes is that they are often unable to capture enough texture variation to resolve matching ambiguities.
On the other hand, they provide significantly better preservation of disparity/depth discontinuities [291].

A way to overcome the ambiguity problem is to use large support windows. For a large 23x23 win-
dow, for instance, the disparity map is considerably smoother, at the expense of the bad preservation
of the object’s borders. In fact, the issue is our implicit smoothness assumption, since pixels within the
window are presumed to have constant disparity. This smoothness assumption is, yet, broken in the
proximity of depth discontinuities, when the window captures a mix of foreground (object) and back-
ground disparities.

The classic problem of local algorithms is exactly the choice of the ideal window size such that the
algorithm gives accurate results at the same time in low-textured areas and regions close to object
borders. For that reason, a significant part of the work on local stereo matching focuses on the use
of adaptive windows [306, 315, 316]. In this work, however, we use uniformly-sized windows in each
dataset, along with complementary strategies to ensure the correct computation of the disparity maps.

As will be discussed, the use of adaptive windows would not be justified for our datasets.

5.2.4 Retrieval of Depth Information and 3D Reconstruction

Having access to the disparity values, one can retrieve depth information on the object by employing
camera geometry considerations (see Fig. 5.8). In the fields of Computer Vision and Computer Graph-
ics, the pinhole camera model is widely used, offering a simple and reasonably accurate mathematical
description to retrieve a 3D scene [257]. However, this approach does not suit the proposed case, since
the original stereo views are acquired in a lensless setup. Hence, before proceeding to the description
of the reconstruction process, it is important to understand the configuration of our system so that one

can properly treat it.

5.2.4.1 From disparity to depth

The starting points of our stereo scheme are two 2D coherent diffraction imaging (CDI) reconstructions,
from which we know exactly the pixel correspondence in terms of object dimensions. One can, thus,
understand them as direct projections of our object at known angles, given by the geometry of our

probes. In our experimental demonstration presented in section 5.4, the same CCD captures both
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Figure 5.8: Example of a 3D reconstruction originating from a pair of stereo images. The sample
is the "Man” - images from Kim et al. [255].

diffraction patterns, which corresponds to a direct parallel camera geometry. This setup, as well as any
stereo pair stemming from a lensless system, after rectification, allows retrieving the depth values only

from the geometric relations described in Fig. 5.9.

Figure 5.9: Stereo system geometry. The stereo images are captured by a parallel camera system,
with the two diffraction patterns recorded simultaneously in the same CCD. The two stereo angles, ¢, and
02, are defined by the angles of the two incident beams on the sample. Note that after the rectification,
the stereo images collected with different rotation angles, are as well converted into this geometry.

In the geometry of Fig. 5.9, the depth of a point in real space with spatial coordinates (x,,y, z,) is
given by:
(z1 — 22) —(z2 — 1)

o ) ) ) = = 6
zo(21,x9,01,02) tanb; + tanbs tanbi + tanbs (56

with (z1 — z2) the disparity value of the left view picture with respect to the right view and (x5 — z1)

the inverse situation. From Eq. (5.6) one can notice that the voxel size on the depth axis decreases with
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the angle between the two illuminating beams. As discussed before, there is however a physical limit
for the increase of this angle, as identical features need to be identified in both views to allow disparity
computations.

In order to match the information of the two disparity maps, it is necessary to correct the z; and
x4 coordinates, from the left and right disparity maps, respectively, to the object coordinate z,. This

conversion is obtained from the relations

Zo(T1, 20,01) = T1 — 2, tanby (5.7)

and
Zo(T2, 20, 02) = T2 + 2, tanbs. (5.8)

After retrieving all the coordinates of the points in the 3D space, the stereo consistency of the two
disparity maps is evaluated. Indeed, reliable conjugate pairs are found with both direct and reverse
matchings. In this step, the 3D points extracted from each disparity map whose coordinates do not have
a match for the second map are discarded. This bi-directional check was made with z,, y and z, values
rounded to a defined number of decimal digits or, when not mentioned, to the unity (i.e. 1 um precision).
It is important to note that this precision is not meaningful, since an outliers removal routine is applied in
a later stage.

From the left-right consistent points, a point cloud is created. At this moment, the 3D shape of the
sample is already visible, with some structures partially/fully reconstructed. The next steps consist in
crossing the information of the 3D point cloud to the direct stereo images if some final 3D renderings
are requested. This part can change from sample to sample, and according to the approach followed in

each case, but the general lines employed in our studies are described next.

5.2.4.2 Post-processing

Before proceeding, it is important to recall the transmissive nature of our stereo views. In fact, contrarily
to the standard stereo setups, the images, arising from a transmission regime, are affected by a su-
perimposition of different structures in the same (z,,y) coordinates, positioned at different depths. The
3D points retrieved can, then, be attributed to different sample components. It is, therefore, necessary,
when a 3D interpolation is aimed, to identify isolated sample components and address each component
individually, in order to ensure no wrong connections are stablished in a surface rendering. Routines like
image segmentation tools [317, 318] and gradient calculations [319, 320] are useful to automatise this
process.

After identifying the structures, they are separated in different point clouds and the outlier points are
removed from each of them. If their points are sparse, but following a well-defined profile, one can fit
surfaces in each with topography according to their amplitude and phase variations. This was used, for
instance, in our study of section 5.3 to obtain the point cloud of the simulated phase sample. These

surfaces can be useful not only in the detection of outlier points, but as well, they can provide additional
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points to the point clouds to help with the 3D interpolation of other intermediate values. If the structures
are not clear, another algorithms can be used to perform the outliers removal, addressing the isolation
of the 3D points from the cloud arrangement. In the terminology used for some of our case-studies, a
point was considered an outlier if the average distance to its xk-nearest neighbours was above a specified
threshold ¢ [321]. For all datasets where this outliers-detection approach was used, x = 20 or 80 points
and ¢ = 0.05. This threshold ¢ specified the number of standard deviations away from the estimated
average distance.

When more points are needed, as for instance, when the extraction of the 3D coordinates occurs only
on the edges, a 3D scattered interpolation can be performed over the resultant point cloud(s) to infer
the intermediate values. The routine employed for the purpose in this work applies a Natural Neighbour
Interpolation to the scattered sample points [322, 323].

Another consequence of the stereo transmission regime is the possibility of recovering information
on the opaque and empty regions of the sample. Indeed, by identifying the areas of the stereo views
where the transmission function is 1, one can have access to the empty volume of our sample. For
instance in this manuscript, for both simulations and experiment presented in sections 5.3 and 5.4, this
information was crucial. For such cases, additional point clouds are computed, composed by stacks of
planar points, which are known to correspond to these empty regions. Excluding from the interpolated
3D meshes the neighbours of the empty region clouds, detected with a standard neighbours detection

algorithm [265], one retrieves a final 3D rendering of the sample.

5.3 Simulations with a pure-amplitude versus phase sample

This section presents the results of a simulation applied in the study of two cases: stereo imaging with a
pure amplitude sample; and with a phase sample. The two studies are presented together to foster the
comparative analysis. While the pure amplitude 3D sample reproduces the experimental case of Section
5.4, the study with a phase sample was included to evaluate the advantages of adding this information

to the reconstruction algorithm.

5.3.1 3D sample and Generation of the Stereo Views

The 3D object used for the simulation of a pure-amplitude sample, Fig. 5.10 (a), was drawn in AutoCAD,
inspired by the sample used in the experiment. A symmetric cross was detached from a plane and
rotated 90° about two contact points in opposite extremities. From a random starting position, two
stereo views were captured, Figs. 5.10 (b) and (c), with a total separation angle of 12°.

In Fig. 5.11 one can observe the corresponding images for a phase sample. The same cross sample
was used, but non-zero transmission was assumed to the probe beams. To simulate the different phase
shifts, distinct absorption values were attributed to the central cross and to the membrane, resulting in
stereo views composed by different grey tones. A transmittance of 60% was attributed to the lid-cross,

contrasting with the 30% of the substrate plane that supports the cross-hole. As the object allows the
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Figure 5.10: Simulated pure-amplitude sample and correspondent stereo views. (a) Sample de-
signed in AutoCAD. (b)-(c) Pair of stereo images used in the simulation. In the images, the black areas
correspond to the opaque parts of the object, while the white areas are empty regions. Stereo angles:
(b) -6°, left view; (c) +6°, right view.

transmission of the light in all its extent, one can "see” through the different planes.

(@ (b)

Figure 5.11: Pair of stereo images used in the simulation of a phase sample. In the images, the
different grey tones denote the different phase values, in a range between 0 and 2x, from white to black.
Stereo angles: (a) -6° - left view, (b) +6° - right view.

5.3.2 Stereo Correspondence and Image Rectification

Since the simulated views were obtained from a rotation of the sample, a rectification step was nec-
essary. As explained in section 5.2.2, the process of image rectification requires a set of point corre-
spondences between the two stereo views. In the dataset of Figs. 5.10 (b)-(c), for a pure-amplitude
sample, the object presents an extremely symmetric binary shape. Although several feature detection
and feature matching algorithms were tested [259-266], the retrieved results were ambiguous, due to
the colour/topography similarities of all the features. Therefore, sixteen extremity-points were manually
selected in the two images (Fig. 5.12 (a)). Applying the Normalised Eight-Point Algorithm to these points,
the fundamental matrix between both views was computed and the images were finally re-projected onto
a parallel camera system, following the procedure described in section 5.2.2. The images resulting from
the rectification can be observed in Fig. 5.12 (b). They are shown superimposed to create an anaglyph.

Fig. 5.13 displays the corresponding cases of Fig.5.12, but for a phase sample. Note that the same

matching points were used for the rectification process, since the images present exactly the same
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Figure 5.12: Stereo images of a pure-amplitude sample, with corresponding point matches, be-
fore and after rectification. (a) Original and (b) rectified stereo views, superimposed, with selected
points and respective matches. In the images, the red/cyan areas correspond to the empty areas of the
left and right stereo images, respectively. Empty areas which are common to both, are coloured white.
Image (b) consists of an anaglyph, allowing for a 3D visualisation by the use of a proper pair of stereo
glasses.

views.
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Figure 5.13: Stereo images of a phase sample, with corresponding point matches, before and
after rectification. (a) Original and (b) rectified stereo views, superimposed, with selected points and
respective matches. Image (b) is the stereo anaglyph.

5.3.3 Stereo Matching and Computation of the Disparity Maps

Using the method described in section 5.2.3, two disparity maps were generated for each simulated
sample. Figs. 5.14 (a) and (b) represent, respectively, the disparity of the left image with respect to
the right one (left map) and the reverse case (right map), stemming from the stereo views of the pure
amplitude sample. Figs. 5.15 (a) and (b) present the similar images for the sample containing phase
information.

The disparity range N was established to 65 pixels. This means that the scan was allowed 65 pixels
to the left (negative disparity) and the same amount to the right (positive disparity) of the block’s central-

pixel position. The colour scale of the images encodes this range. The weighting factor « used for this
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data (Eq. (5.3)) was defined as 0.01. lts effective purpose here is just to make sure the closer border is

selected, in the case where more than one border is found within the range allowed.

(a) (b)

Figure 5.14: Disparity maps obtained from the rectified stereo views of a pure-amplitude sample.
(a) Left map. (b) Right map. The disparity maps displayed were achieved from a scan with blocks of
5x5 pixels (in contrast to the 3x3 pixels used in the data analysis) to provide a better visualisation. The
scale bar denotes disparity, in pixels.

(a) (b)

Figure 5.15: Disparity maps obtained from the rectified stereo views of a phase sample. (a) Left
map. (b) Right map. The disparity maps displayed were achieved from a scan with blocks of 5x5 pixels
(in contrast to the 3x3 pixels used in the data analysis) to provide a better visualisation. The scale bar
denotes disparity, in pixels.

Observing both sets of images (Figs. 5.14 (a)-(b) and 5.15 (a)-(b)) one can note that the disparity
values were only retrieved over the edges of the 3D structure. Indeed, it is ambiguous to find matching
blocks in the uniformly-coloured regions. One way to overcome this ambiguity would be to allow really
large windows in the scanning process, so that at least two edges are covered by it and therefore, the
disparity values of the central region are well framed. However, this would lead to a bad preservation
of the object borders, which are in fact our most unambiguous depth references. Thus, we opted for
reduced matching-blocks, which favour the disparity over the borders, and restricted the disparity cal-

culations to the border regions of our sample. Hence, blocks of 3x3 pixels were employed and, in the
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computational routine, the disparity values were directly set to zero for homogeneous blocks. Besides
avoiding disparity calculation errors, this helped reducing significantly the computational time (estimated
average in a normal laptop of 18s, for 592x591 pixels images).

Comparing the images of the simulation without and with phase information, one can directly notice
the presence of additional disparity data for the last case. The new structures with disparity values
are, in fact, the regions of overlap of planes, which in the first case are hidden in the opaque sample.
Analysing Fig. 5.15 with detail, one can identify, however, some lost connections in areas of the images
which have different superimposition status in the different views. In fact, as the views are acquired in
transmission, it happens that a same feature is imaged in a completely different colour tone in the two
views, due to the effect of the other superimposed structures in the pixel intensity. In order to avoid
the missing of disparity information in these areas, a new disparity estimation was realised, this time
targeting specifically the discontinuity regions.

Therefore, a directional gradient [319] was applied to the rectified stereo views of the phase sample
and two additional disparity maps were extracted from the resultant images, Figs. 5.16 (a)-(b) and 5.17

(a)-(b), respectively.

(a) (b)

Figure 5.16: Stereo images of a phase sample submitted to a directional gradient along the z-axis
- direction of the disparities. (a) Left view and (b) right view. The discrete differentiation operator
(Sobel gradient operator) [319] computes, at each point, the norm of the gradient vector in x, providing
the gradient of the image intensity function.

Observing the disparity maps of Fig. 5.17 one can see that, with the edges identified, the pixel
correspondence is allowed in the regions which show superposition of different structures in different
views. However, despite presenting more disparity information, these disparity maps present as well
more errors. A final disparity estimation is, therefore, ensured by a combination of the four generated

disparity maps, where an outliers removal routine gains special importance.

5.3.4 Retrieval of Depth information and 3D Reconstruction

In the reconstructions of the simulated samples, the procedure described in section 5.2.4 was followed.

For the pure amplitude sample, the disparity values of Figs. 5.14 (a)-(b), were first converted into
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(a) (b)

Figure 5.17: Disparity maps obtained from the gradient-intensity stereo views of a phase sample.
(a) Left map. (b) Right map. The disparity maps displayed were achieved from a scan with blocks of
5x5 pixels (in contrast to the 3x3 pixels used in the data analysis) to provide a better visualisation. The
scale bar denotes disparity, in pixels.

depth values, employing equations (5.6), (5.7) and (5.8). After retrieving all the coordinates of the points
in the 3D space, the stereo consistency of the two disparity maps was evaluated and only the consistent
points were kept. The outliers were then removed with the parameters « = 20 points and ¢ = 0.05 (see
Section 5.2.4), and a point cloud was created (Fig. 5.18 (a)). Due to the high quality of the stereo
views, it was immediately possible to identify the existence of two planar structures in the resultant
point cloud, each holding a respective cross shape. Noting that the stereo views present a uniform
profile surrounding these borders, two plane surfaces were fitted to the 3D data. For the purpose, the
M-estimator SAmple Consensus (MSAC) algorithm [324] was employed. To make sure no false point
would interfere with the interpolation, the point cloud was further cleaned to keep only a small amount
of consistent points. Thus, points were discarded from a distance of 0.2 um to the fitted surfaces, giving

rise to the point cloud of Fig. 5.18 (b).

From the 3D planar surface containing the cross-shaped cut of the membrane, a square frame with
three points of length was added to the point cloud (Fig. 5.18 (c)). These points set the limit within which
the interpolation would be performed, defining the physical boundary of our 3D rendering. We note
that this frame do not necessarily translate the physical extent of our sample, just of our representation.
A 3D Natural Neighbour Interpolation was then applied to infer the intermediate values, whose depth
information could not be retrieved from the disparity maps (Fig. 5.18 (d)) [322, 323]. These values were

computed in a mesh of 0.2-um pitch for all the extent defined by our frame of points.

Crossing the information on the white regions of the stereo views, one extra point cloud was com-
puted, composed by stacks of planar points, which are known to correspond to the empty regions of the
sample (Fig. 5.18 (e)). To compute this point cloud, only one stereo view was used. This way, from each
coordinate z» from the right view, corresponding to an ’'empty’ pixel (amplitude value 0), the respective
sample coordinate x, was calculated employing Eq. (5.8). This was performed for 600 z, values in the

range of [—4, 4] um. Excluding from the interpolated 3D mesh, the neighbours of this empty-region cloud
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(from a 3D-separation distance smaller than 0.1 um), a final 3D representation of the simulated sample
was reached (Fig. 5.18 (f)). Note that in the images of Fig. 5.18, the sample coordinates used in the
textual explanations as (z,, y, z,) are denoted by (X, Y, Z). For simplicity, this coordinate system will be
adopted in figures, from now on.

Examining the 3D rendering of Fig. 5.18 (f), one can note that the cross-shaped structure is clearly
visible, however it presents some artefact-connections to the membrane in the areas where the different
planes superimpose. This stems from the fact that the sample is a pure-amplitude object. In fact,
opacity to light induces shadow effects from the occulted areas in the projection geometry. When an
interpolation is needed to retrieve a 3D rendering from sparse data points, as in our case, one must be
aware of critical areas. Areas of depth discontinuities in the 3D cloud arising from the disparity maps
information can reveal superposition of different elements in different depths. If these elements are in
the areas where there is no light transmission, as in a pure-amplitude sample, one cannot trace their 3D
profile and therefore surface orientation and borders are under-determined.

A similar process was followed for the disparity maps of Figs. 5.15 and 5.17, relative to the phase
sample. After discarding the inconsistent points between right and left images, for both pairs of disparity
maps, the resultant point clouds were merged. This was performed before the outliers removal process,
so that the sample’s structure would be more consistent and the outlier points could be more accurately
traced. The parameters used for outliers removal were « = 20 points and ¢ = 0.05 (see Section 5.2.4).

Due to the existence of superimposed structures, it was necessary to identify isolated sample com-
ponents and to address each component individually. Hence, recognizing the existence of two crosses
with different orientations in the achieved point cloud, and noting the flatness of the phase images, two
planes were fitted to the 3D shape. Similarly to the previous case, a frame of edge points extracted
from the fit to the cross-hole structure was added to the cloud (Fig. 5.19 (a)). Two new point clouds
were, then, generated constituted by the inlier points of each fitted plane (inliers considered at distance
smaller than 0.2 um from each fitted surface).

The 3D interpolation and removal of the empty volumes for a phase sample followed the same
lines of the pure-amplitude case. However, each step was performed for each component/point cloud
individually. In fact, for the empty regions removal, each individual component at the sample - attributed
to a different point cloud - had to be identified in one of the stereo views and separated in a new
modified image, where 0’s were attributed to its surroundings. Those images were, then, used in the
‘empty-regions’ removal for each structure/point cloud, ensuring the component was correctly isolated
in the 3D treatment. Note that if the 3D interpolation was made directly for the full point cloud arising
from the disparity maps, one would have wrong connections between structures, as the 3D scattered
interpolant would treat all the data points as belonging to one single surface.

The final 3D reconstruction of the simulated phase sample can be found in Fig. 5.19 (b). It was
reached by assembling together the two sample parts. Comparing with the reconstruction of Fig. 5.18
(f) one can see a clear improvement of the 3D structure, with the access to the phase information.

The extremities of the cross, before occluded behind the opaque membrane structure, are now visible
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Figure 5.18: Different stages of the 3D reconstruction process of the simulated amplitude sample.
(a) Point cloud with the depth information retrieved from the disparity maps. (b) Point cloud (a) after
removal of the outlier points. (c) Structure of (b) with a frame of border points achieved from a plane
fitting in the cross-hole profile. These will set the limit within which the interpolation will be performed.
(d) Scattered interpolation over all the point cloud, from two perspectives. (e) Stack of planes in the 3D
space corresponding to empty areas of the sample. Only a selection of 15 equidistant planes is shown,
for better visualisation. (f) Final 3D reconstruction, from two perspectives. For a better understanding of
the 3D structure, the colour scale of all figures represents the depth value, Z, in um.
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and their 3D orientation revealed. Indeed, the information on the phase shifts unveils the existence of

superimposed planes, which allows retrieving 3D features otherwise hidden.

7 (jim)
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Figure 5.19: Point cloud and final 3D reconstruction of the simulated phase sample. (a) Point
cloud with the depth information retrieved from the disparity maps with a frame of edges points achieved
from a plane fitting in the cross-hole structure. (b) Final 3D reconstruction, from two perspectives. For a
better understanding of the 3D structure, the colour scale of all figures represents the depth value, Z, in
pm.

Overall, for a phase sample with clear edges we obtain a satisfying 3D rendering, with relevant depth
content on the object. This simulation shows that ambiguities can be reduced by using the information
on the phase of the object. In fact, investigating cooperatively the information of amplitude and phase
of a sample gives us additional stereo views and, therefore, extra useful information to correlate for
the 3D reconstruction. This is indeed one of the big advantages of exploiting this technique integrated
with lensless CDI, where these reconstructions are retrieved simultaneously, if the object is not a pure-
amplitude sample.

Phase contrast stereo imaging can be further exploited for multiple applications, having a special

impact if 3D information is combined with femtosecond-temporal resolution.

5.4 Computer Stereo XUV Imaging in Single Acquisition Using a

Pure-amplitude Sample

The present section describes our experimental implementation of single-acquisition stereo lensless
imaging. In this first experimental study we demonstrate stereo imaging using an XUV optical setup,
based on the separation of a high-order harmonics (HH) beam into two coherent sub-beams. These
sub-beams are focused on the sample with a controllable angle, permitting the capture of two stereo
diffraction patterns in single acquisition. The setup employed allows nanometre-transverse resolution in

a femtosecond timescale.
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5.4.1 Experimental Setup

The experiment was performed at LUCA’s beamline of the SLIC laser centre in CEA Saclay, employing

the imaging apparatus of Fig. 5.20. The high-order harmonics setup is described in section 3.3.

Off-axis parabola

Hig,
h
arthn ’bs 8 ;
g, m

Silicon plate

Figure 5.20: Experimental setup for single acquisition 3D stereo imaging. A multilayer coated off-
axis parabola selects harmonic 33 from the laser beam (A = 24 nm) and focuses it into the sample.
A grazing-incidence prism inserted after the focusing optics splits the beam into two stereo halves.
Controllable silicon mirrors are then used to reflect each sub-beam onto the sample. A single CCD
camera is positioned in the far field and used to simultaneously record the two diffraction patterns, which
constitute the input images to generate the two stereo views.

Briefly, the source is generated from an amplified Ti:Sa laser system, which delivers 30 mJ - 60 fs
pulses, with a loose-focusing geometry. The harmonics are generated in a neon gas cell. A 22.5° off-
axis-parabola of 20 cm focal length is employed to focus the harmonics beam into a 5x7 um focal spot
(FWHM). This parabola also selects harmonic 33 (A = 24 nm), thanks to a multilayer coating deposited
on its surface. After optimisation, this apparatus provides 4 x 10° photons/pulse with the beam properties
given by Table 3.2.

To generate the two sub-beams, a grazing incidence prism (6°) was inserted between the off-axis
parabola and the sample, in order to increase the angle between the two sub-beams, otherwise limited
by the parabola’s aperture (Fig. 5.20). The sharp edge of the prism splits the HH beam into two halves.
Two flat silicon mirrors were then adjusted such that the two-beams foci overlapped at the sample’s
position. The focus of each stereo spot was then enlarged (compared to the direct parabola’s focusing)

to 10x7 um? at the sample’s position. As the reflection angle in the parabola also limited the angle
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between the two sub-beams in the experimental apparatus, the arrangement was implemented vertically
in the vacuum chamber (note that, in Fig. 5.20, the setup is displayed horizontally to provide a better
visualisation and to follow the standard stereo design, where the stereo pair renders right and left views).

After the two synchronised X-ray stereo-beams illuminate the sample, they are diffracted by it and
detected, simultaneously, on a single CCD camera. From the average number of photons per pulse
captured in the far field, the XUV transmission of the overall apparatus was estimated to about 75% for
the operating wavelength.

To implement the synchronised stereo system, a first rough alignment was made with the incident
infra-red (IR) beam to verify the superposition and the angle between the two sub-beams. At first, the
height of the prism was corrected for a balanced division of the two sub-beams. After, the angle was
set by aligning the top beam onto the sample. The next step consisted in adjusting the bottom beam at
the symmetric angle by superimposing it on top of the top beam. To validate the temporal and spatial
overlap of the stereo beams, a Beta-Barium Borate crystal (BBO) was employed. The second harmonic
generated by phase matching the top and bottom beams was measured. The final alignment was then
performed by visualising the XUV beam transmitted by the sample.

The positions and tilts of the two silicon plates were remotely controlled by vacuum compatible mo-
tors, offering the possibility to change the angle between the two optical lines. The position of the sample
was controlled by piezo controllers to allow an effective search for the parabola’s focus. Overall, this con-
figuration enables a fine tuning of the time delay with sub-femtosecond jitter between the two pulses. It
offers therefore a compatible alternative to perform femtosecond time-resolved X-ray-pump/X-ray-probe

experiments.

5.4.2 3D Sample and Generation of the Stereo Views

The sample used in the experiment consists of a 6.9x6.1 um? cross (Fig. 5.21), drilled on a membrane
with a focused ion beam (see section 3.4). The composition of the membrane includes 75 nm of Sizs Ny,
a 150-nm Au layer and 4 nm of Cr for adhesion of the gold to the substrate. The outer edges of the cross
were first patterned with a low gallium ion current. The soft patterning allowed to control the attachment
of the inner cross to the edges. The 3D was then created by the natural rotation of this cross about two

contact points.

Figure 5.21: SEM (scanning electron microscopy) image of the experimental sample, observed at
a 60° angle. The scale bar has a length of 1 um.
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Due to the gold layer in its constitution, the membrane is totally opaque to high harmonic radiation.
It depicts, therefore, a purely binary amplitude object (transmission 0 or 1), similarly to the homologous

simulation in the previous section.

5.4.2.1 Stereo diffraction patterns

The two XUV beams provided by our stereo system were focused on the sample with an angle of 19°
between them (see Fig. 5.20). Even though this angle is generally large for a stereo approach, this
value choice ensured a good compromise between the aperture-size of the CCD (so that relevant high
frequencies are not cut) and the overlap of the two diffraction patterns in the array.

The CCD detector was located 26 mm away from the sample, fulfilling the required conditions to per-
form two CDI reconstructions from the two resulting diffraction patterns. Indeed, these setup conditions
place our sample in the far field, Z > 1.5 mm (F <« 1, Eqg. (2.19)), and lead to an oversampling ratio of
O = 8 (Eq. (2.52)), with a = 6 um.

A typical set of stereo diffraction patterns, acquired under these conditions, is shown in Fig. 5.22. The
figure shows a logarithmic scale diffraction pattern, rotated by 90° clockwise, obtained for an acquisition
of 180 s with 2x2-pixels binning. The number of useful diffracted photons in each diffraction pattern is
roughly equivalent, estimated in the order of 107 photons per shot. In the figure, the diffraction pattern
on the left originates from the beam reflected by the top silicon plate (top view of the sample) and the
right one from the beam reflected by the bottom plate (bottom view of the sample). From now on we will
proceed with the data treatment with this notation, and therefore will address the bottom/top views of the

sample as left/right views, respectively.

Figure 5.22: Typical dual diffraction pattern of the pure-amplitude cross sample. Diffraction pat-
terns, achieved from the two stereo beams, recorded on a single X-ray CCD. The image is shown in
logarithmic colour scale, with arbitrary units. The accumulation time was 180 s.

Still exploring Fig. 5.22, one can notice that the two patterns exhibit an overlap in the high-spatial
frequency regions originated by the mutual detection in a single CCD. This is, however, not a problem
of our system as this part of the diffraction pattern can be excluded without deteriorating the resolution
of the reconstruction. In fact, the overlap occurs for spatial frequencies higher than 6.6 pm~1!, which

correspond to a theoretical resolution of 75 nm at the sample.
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To compensate for the limited photon flux and the low dynamic-range of the CCD, the diffraction
patterns that originated from our stereo views were post-processed with high dynamic range (HDR)
techniques [325]. Hence, the diffraction data were recorded for different acquisition times ranging from
30 s to 240 s. These acquisition times correspond to patterns fully acquired close to the CCD saturation
and with maximal exposure time (saturated diffraction pattern), respectively. After selecting the two
extreme cases for each stereo figure, these two were merged. The process was as follows. At first,
the two stereo patterns were isolated by cropping slightly before the overlapped part, in order to work
individually with each projection. The central part of the short-acquisition pattern was then recombined
with the higher frequencies of the one with the large-integration time. A Gaussian filter (o = 2) was used
on the edge of the non-saturated area of this last, to stitch it smoothly to the respective area of the low-
range diffraction pattern. A ratio, extracted from both corresponding non-saturated regions, was then
applied to appropriately rescale the intensity values. The resulting diffraction figures can be observed in
Fig. 5.23. Note that the two patterns were achieved with different acquisition times for the low-exposition
images, in order to optimise the dynamics for each case. Hence, the HDR diffraction pattern from the
right view merged the integration times of 30 s and 240 s (Fig. 5.23 (a)), while the left view was achieved
with a combination of 35 s and 240 s (Fig. 5.23 (b)).

(a) (b)

Figure 5.23: Pair of diffraction patterns, from the pure-amplitude cross sample, after post-
processing with HDR. (a) Diffraction pattern from the top beam (right view after rotation) isolated and
treated with HDR, with integration times of 30s and 240s. (b) Diffraction pattern from the isolated bottom
beam (left view) processed with HDR with integration times of 35s and 240s.

5.4.2.2 Stereo views from coherent diffraction imaging

After the HDR post-processing, both diffraction patterns of Fig. 5.23 were reconstructed using a phase
retrieval algorithm [36]. The iterative routine used to reconstruct the two diffraction patterns was the
difference map algorithm, with support and Fourier magnitude as the two constraints (see Section 2.3.1).
An initial support was generated by thresholding the autocorrelation of the HDR diffraction patterns at
5% of their peak intensities.

For each projection, we launched 45 independent runs of the algorithm and selected, for each run,

the iteration that minimised the error function of Eq. (2.36). In our case, the algorithm converged after
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roughly a hundred iterations. The DFT image registration algorithm [163] was then used to superpose
the reconstructions with sub-pixel precision and average them to neutralise some of the amplitude fluc-
tuations in the reconstructions.

Figures 5.24 (a)-(b) show the 2D amplitude reconstructions of the two diffraction patterns achieved
experimentally, corresponding to the left and right views of the sample, respectively. The spatial reso-
lution of each view was estimated to be 127 nm, by the 10-90% criteria. Differences between the two
views are clear: all the edges of the cross-lid structure are visible in Fig. 5.24 (b), whereas some of
them are hidden in Fig. 5.24 (a). Indeed the 19° angle showed relevant view differences, including

some regions of major occlusions.

(b)

Figure 5.24: Pair of experimental stereo images from the pure-amplitude cross sample. 2D-
amplitude reconstructions, corresponding to the (a) left (stereo angle —9.5°) and (b) right (9.5°) views
of the sample, respectively. They are obtained from HDR diffraction patterns and correspond to the
coherent average of 45 reconstructions from independent runs of the CDI algorithm. Each view reaches
a spatial resolution of 127 nm. The scale-bar length is 2 pm.

As we see, qualitative 2D structural and spatial information from two observation angles can be
achieved in a setup compatible with single femtosecond acquisition. It is even possible to go further and

recover depth information from those images as we will disclose in the next steps.

5.4.3 Pre-processing of the CDI Stereo Views

One of the fundamental requirements of Computer Stereo Vision is similar illumination conditions in both
views. This happens because the stereo technique is based on pixel/features matching and, therefore,
is extremely sensitive to pixel magnitude variations. In the current configuration, the stereo views, aris-
ing from a CDI reconstruction routine, are affected by strong intensity modulations. Those can have
their cause either in algorithm-related artefacts inherent to the CDI technique (specially critical in low-
photon-flux regimes), either in experimental issues as for instance the beam non-uniform intensity profile
and partial coherence. Moreover, in a transmission configuration, intensity variations can be ambigu-
ous. Strong intensity attenuations can either arise from refractive-index variations within the sample
(e.g. crossing different materials) or same refractive-index structures with longer thicknesses along the
imaging axis. Consequently, depending on the quality of the data and the shape of the features present

in the sample, additional pre-processing may be mandatory. To minimise depth calculation errors due to
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all these phenomena, the followed approach relies on identifying non-ambiguous features to retrieve the
depth information. In the cases where these features are too sparse as, for instance, objects with spher-
ical structures or smooth gradients, the intermediate depth values are retrieved through 3D interpolation
methods, upon crossing the information of the achieved 3D shape with the stereo views.

For the stereo images of Fig. 5.24, because of the limited SNR, a first step of binary conversion was
required. This helped highlighting the edges of our 3D sample in order to use them as unambiguous
depth references. Therefore, first, the images were resized by a factor 4, with a bicubic interpolation in
the intermediate pixels (in a bicubic interpolation, the output pixel value is given by the weighted average
of the pixel-values in the nearest 4-by-4 neighbourhood). A Gaussian low pass filter was then applied
to both images to reduce the effect of the noise (standard deviation o = 1.9). After filtering, the images
were turned binary by defining suited binary thresholds. In left and right images, respectively, in a 0-
to-1 scale, the thresholds used were 0.40 and 0.25. These differentiated values intended to reproduce
as accurately as possible the limits of our sample in both images. Finally, to avoid errors in the binary
conversion, the isolated regions constituted by less than 400 aggregated pixels, with no correspondence
in the pair image, were removed.

Since both views were recorded with the same CCD, the parallel camera system is satisfied and no
rectification was required. The images needed, however, to be centred with respect to each other. Thus,
in the stereo views of Figs. 5.24 (a)-(b), thirteen edge points were manually selected (see Fig. 5.25 (a)).
Using the four extremity points of the hole-cross in both views, both images were re-centred according
to the central position obtained from these points. All the remaining selected points were used to refine
this central position.

The final stereo anaglyph, generated from this process, can be observed in Fig. 5.25 (b). Note that
with the rotation accounted in the earlier section for the diffraction patterns (and respective reconstructed
stereo views), the epipolar lines should be already horizontal and, therefore, coincide with the image

rows.
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Figure 5.25: Stereo anaglyphs of the experimental pure-amplitude cross sample. (a) Before pre-
processing. (b) After pre-processing. In the images, the red/cyan areas correspond to the empty areas
of the left and right stereo images, respectively. Empty areas, which are common to both, are coloured
white.

From a fast analysis of Fig. 5.25 one can directly see that the epipolar constraint is not flawlessly
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fulfilled by our rectified stereo images. Observing the points which should match in both views, one
can easily realise that most of them present more than just a horizontal offset. A process of image
rectification was, thus, performed to the images in order to evaluate if it was a rectification problem.
Note that, in principle, this could only be the case if there was an angle in the stereo system, namely
in the diffraction patterns at the CCD, which made the epipolar lines with an angle with respect to the
horizontal reference. With this additional rectification, however, the resultant images were too distorted
and led to a completely deformed 3D reconstruction. This made us believe that the epipolar mismatches
derived from artefacts in the experimental CDI reconstructions, due to the low SNR or beam aberrations;
or due to the projection angles of the diffraction patterns on the CCD. Discarding this rectification test,

the further steps of the reconstruction process used the stereo images of Fig. 5.25 (b).

5.4.4 Stereo Matching and Computation of the Disparity Maps

Using the method described in section 5.2.3, two disparity maps were generated. Figs. 5.26 (a)-(b)
represent, respectively, the disparity of the left image with respect to the right one (left map) and vice-
versa (right map).

In this part, blocks of 3x3 were used, and the disparity range N was established to 65 pixels. Simi-
larly to the simulation case, we sought for disparity calculations along the object edges and, therefore,
prioritised the borders accuracy over the (horizontal) disparity continuity, later compensated with a 3D in-
terpolation. The weighting factor o was defined to 0.01, since its purpose was just to act as a tie-breaking

criteria, in case more than one matching block was found with the SAD benchmark.

(a) (b)

Figure 5.26: Experimental disparity maps computed from the stereo views of the pure-amplitude
cross sample. (a) Left map. (b) Right map. The disparity maps displayed were achieved from a scan
with blocks of 5x5 pixels (in contrast to the 3x3 pixels used in the data analysis) to allow a better
visualisation. The scale bar denotes disparity, in pixels.

Observing the images of Fig. 5.26, one can see that no disparity values were found for the internal
borders of the cross. In fact, inspecting the stereo images (Fig. 5.25 (b)) only one has these borders
defined, which implies no relative position can be traced and, consequently, no depth information can
be achieved in those areas. Moreover, one can note recurring discontinuities in the disparity values,

contrasting with the smooth disparity contour achieved in the simulation with a pure-amplitude sam-
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ple (compare with Fig. 5.14). This may reveal some depth errors in the measurements, which were
somehow predictable due to the deficient fulfilment of epipolar constraints, as discussed in the previous

step.

5.4.5 Retrieval of Depth Information and 3D Reconstruction

The 3D rendering of the experimental sample was achieved similarly to the simulation case of a pure-
amplitude sample. After depth computations employing equations (5.6)-(5.8), the disparities consistency
was evaluated likewise. This time, however, due to the worst quality of the point cloud achieved from
the disparity estimations, the constitution by plane surfaces was not straightforward to observe. The
post-processing was, thus, followed with the whole undefined structure, without outliers removal by fitted
surfaces. The outliers removal routine consisted just of a simple detection of isolated 3D points from the
cloud arrangement (x = 80 points and ¢ = 0.05). A single plane fitting was, though, performed to the
data points, but merely to retrieve the frame of points that would set the limit of the 3D interpolation in
the membrane. The final point cloud is presented in Fig. 5.27 (a).

Similarly to the simulation, the 3D Natural Neighbour Interpolation was applied to infer the interme-
diate values. Those were computed in a mesh of 0.05-um pitch for all the (z,,y) extent defined by our
frame of points. The empty-region cloud of the experimental sample was retrieved from the right stereo
view, which provided additional information concerning the borders of the internal cross. This was per-
formed for 150 z, values in the range of [—3.7,3.7] um. Excluding from the interpolated 3D mesh, the
neighbours of this empty-region cloud (from a 3D-separation distance smaller than 0.05 pm), a final
representation was reached. The 3D rendering of the experimental amplitude sample can be found in
Fig. 5.27 (b). A surface was plotted in the data points to allow for a better visualisation.

Analysing the depth representation of Fig. 5.27, one can see that while the cross shape of the hole in
the membrane is clearly visible, the reduced signal quality makes the reconstruction of the cross-lid more
difficult. Furthermore, the reconstruction obtained presents some artefact connections to the membrane
in the areas where the different planes superimpose. This effect, arising from the pure-amplitude nature
of the sample, is not new and it was also observed and discussed for the simulation.

Indeed, the depth map retrieved does not seem to be the most accurate representation of our sample.
As discussed in the previous sections, the epipolar constraint is not clearly fulfilled in our CDI stereo
views, which points out some issues. These issues can have their cause in the signal quality (low signal-
to-noise ratio); beam aberrations; and, as well, in the high angle used. That high angle induces some
projection of the diffraction patterns on the detector, which was not taken into account. Additionally, the
19°-angle employed, besides providing better theoretical depth-resolution, originated a left view without
details on the internal-cross edges, precluding depth estimations in those areas.

The geometry of our system leads to a voxel size of 49x49x 146 nm?3 and an estimated 3D spatial
resolution of 127x127x379 nm3. The voxel size was calculated by combining the zy pixel size, A;,

obtained from each phase retrieval reconstruction and its corresponding projection on the z axis given
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Figure 5.27: Point cloud and final 3D rendering of the experimental sample of a pure-amplitude
cross. (a) Point cloud with the depth information retrieved from the disparity maps, after consistency
check and outliers removal. It contains as well a frame of edges points achieved from a plane fitting in
the structure. These will set the limit within which the interpolation will be performed. (b) Final depth
representation of the experimental sample of a pure-amplitude cross. The colour scale is common to
both images and represents the depth value, Z, in um, for a better visualisation.

by: A
.= m (5.9)
The spatial resolution was estimated by combining the zy spatial resolution obtained for each stereo
scene (using 10-90% Rayleigh criterion) and the respective z-depth resolution estimated using Eq. (5.9).
We would like to note that this estimation does not account for resolution degradations arising from the
numerical processing.
In this experimental study we made the first proof-of-principle of computed CDI-stereo imaging with
a HH source. We were able to retrieve depth insights of a pure amplitude sample in a stereo X-ray
setup compatible with single acquisition. This technique, developed with more photon flux, allows the
imaging of dynamical processes in 3D with a sub-100-nm voxel, at temporal resolutions in the femtosec-
ond range. With a huge impact in 3D structural imaging of single macromolecules, for instance, this

technique finds important applications in materials science, medicine and biology.

5.5 Computer Stereo X-ray Imaging Applied to Curved Biological
Samples

In this section, we discuss the application of computed X-ray stereo vision to biological samples with

predominantly-curved topography. This demonstration exploits two projections from tomographic data
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published and made available by Nishino et al. [244].

5.5.1 3D Sample and Generation of the Stereo Views

The sample used for this study was an unstained human chromosome. A set of CDI data from this
sample was collected at a photon energy of 5 keV, from a coherent X-ray diffraction microscope, using
the BL29XUL hard X-ray undulator beamline at SPring-8. The schematic of the setup is shown in Fig.
5.28 (a) and the procedure is described in detail in Nishino et al. [244].

The analysis of coherent X-ray diffraction data, acquired from 38 incident angles, originated the
chromosome reconstructions of Fig. 5.28 (b). The sample, as one can see in the schematic figures,

possesses a highly smooth structure, with no edged-borders or few-pixel-resolved features.

Cohereny
lefractiOn
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*( Human Chromosome Vertical Shce Generated Pro;ecnon Image

(@)

Figure 5.28: Coherent hard X-ray diffraction microscopy of an unstained human chromosome and
reconstructed 3D electron-density map. (a) Schematic of the experimental setup. A 20-um-diameter
pinhole defined the illumination for a single chromosome, while two guard slits carefully aligned reduced
the amount of missing data near forward-scattering angles. An X-ray CCD detector was used to acquire
the coherent diffraction data. A beam stop blocked the unscattered direct X-ray beam, and shaded nearly
a quadrant area of the CCD. The sample was rotated for 3D image reconstruction. (b) Reconstructed
3D electron-density map of an unstained human chromosome. One can observe, in a, the isosurface
of the chromosome drawn with a threshold value at 15% of the highest density. In b,c two planes of
the cross-sectional images are presented, including the position of highest electron density near the
centromere (indicated by arrows). A projection image generated from the 3D reconstruction is shown
in d, while e provides cross-sectional images of the chromosome at 409 nm intervals. All images were
extracted from Nishino et al. [244].

In this work, only two 2D CDI reconstructions were exploited, recorded at a separation angle of 5°.
Figs. 5.29 (a)-(b) show the respective left and right stereo views of the sample. The spatial resolution of

each view is estimated to be 38 nm [244].

5.5.2 Pre-processing and Image Rectification

Since the stereo views from Fig. 5.29 were acquired from a rotation of the sample, a rectification step
was necessary.
In order to find a set of point correspondences between the two stereo views in a systematic way,

several feature detection and feature matching algorithms were, at first, tested in the images of Fig.
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(a) (b)

Figure 5.29: Pair of CDI stereo images from an unstained human chromosome sample. Stereo
angles: (a) 10° - left view, (b) 15¢ - right view.

5.29 [259-266]. The matching points achieved with this approach were, however, not correct due to
the ambiguity of the object features in transmission geometry. A manual approach was then followed
and, therefore, ten corresponding points were manually selected in the two images (see Fig. 5.30 (a)).
Applying the Normalised Eight-Point Algorithm to these points and allowing the exclusion of outlier points
in a confidence level of 80%, the fundamental matrix between both views was computed. The images

were then re-projected onto a parallel camera system, following the procedure described in section

5.2.2. The images resulting from the rectification can be observed in Fig. 5.30 (b). They are presented

©  Matched points in 11
Matched points in 12

(o)

superimposed to create an anaglyph.

O  Matched points in I1
Matched points in 12

4

Figure 5.30: Stereo images of the human chromosome sample, with corresponding point
matches, before and after rectification. (a) Original and (b) rectified stereo views, superimposed,
with selected points and respective matches. Image (b) consists of an anaglyph.

(a) (b)

In order to avoid disparity calculations errors due to the background noise, the images of Fig. 5.30
(b) were pre-processed with a background filtering. For the purpose, binary masks including the object
areas were extracted from the stereo views and multiplied by it in order to provide a uniform background
before the disparity analysis. The masks used for this part are shown in Figs. 5.31 (a)-(b) with a black
colouration for better visual contrast. The chromosome reconstructions were included in the allowed

area for reference. The final stereo images can be seen in Figs. 5.32 (a)-(b).
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(a) (b)

Figure 5.31: Masks employed for background removal in the human chromosome stereo views.
Mask (represented in black) which was multiplied by the rectified (a) left view (b) right view in order to
remove the background noise. Note that in the final stereo images, the background is white.

% R

(a) (b)

Figure 5.32: Final stereo views of the unstained human chromosome, after rectification and pre-
processing. (a) Left view. (b) Right view.

5.5.3 Stereo Matching and Computation of the Disparity Maps

Using the method described in section 5.2.3, two disparity maps were generated from the stereo images
of Figs. 5.32 (a) and (b). Figs. 5.33 (a) and (b) present, respectively, the disparity of the left image with
respect to the right one (left map) and the reverse case (right map) achieved for the human chromosome
sample.

In the disparity maps presented, the disparity range N was allowed to 12 pixels, the weighting factor
« was defined to 0.01 and the block-matching process was performed with blocks of 29x29 pixels.

Several smaller sized windows were tested before arriving to the block dimensions presented in
the figures. For this sample, particularly textureless, smaller support windows were constantly finding
random values, full of sharp disparities, originating a completely non-smooth map. Indeed, the drawback
of blocks-reduced sizes, in these types of samples, is that they are often unable to capture enough
texture variation to resolve matching ambiguities. For that reason, a scan of windows sizes was made,
and the smaller value, from which the disparity profiles were giving the same results, was kept. This
value corresponded, as well, to the threshold from which the disparity profiles became smooth.

The problem of larger windows is, however, that they fail in the preservation of disparity/depth discon-
tinuities, something evident in the images of Figs. 5.33 (a)-(b). In our configuration, this is, nonetheless,
not a limitation. One can, in fact, consider that the object has a clear border line, actual requisite for the

CDI algorithm to converge (in other words, the object must be contained inside a finite support). This
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support/ border line was actually identified in the previous step and used as a binary mask for back-
ground filtering. Therefore, the final disparity maps of the human chromosome sample are shown in
Figs. 5.33 (c) and (d), resulting from the multiplication of the disparity values of Figs. 5.33 (a)-(b) by the

masks of Figs. 5.31 (a) and (b), respectively. As one can see, they present a smooth disparity profile,
while preserving the sample border lines.
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Figure 5.33: Disparity maps obtained from the rectified stereo views of the human chromosome
sample. (a) Left map without borders correction. (b) Right map without borders correction. (c) Left
map with multiplication of background-removal mask. (d) Right map with multiplication of background-
removal mask. The disparity maps displayed were achieved from a scan with blocks of 29x29 pixels.
The colour bar denotes pixels.

5.5.4 Retrieval of Depth Information and 3D Reconstruction

The retrieval of depth information from the disparity maps of Figs. 5.33 (c)-(d) followed the steps de-
scribed in Section 5.2.4.

After computing all the coordinates of the points in the 3D space, using the same methodology as
before, the stereo consistency of the two disparity maps was evaluated. This bi-directional check was
performed with z,, y and z, values rounded to one decimal digit, as the disparity range found was
considerably smaller than in the previous cases.

From the consistent points, the outliers were removed. This was executed with the parameters «
= 80 points and ¢ = 0.05 (see Section 5.2.4). As this time the borders of the 3D cloud were properly
defined and, as well, the data points did not obey a standard profile, no surface fitting was performed.

In Fig. 5.34 (a) one can find the final point cloud containing the depth information computed with the
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stereo approach. A surface was plotted in the data points to allow a better visualisation of the resultant

structure. One can observe it in Fig. 5.34 (b).

40.2

Z (um)

Figure 5.34: Point cloud and surface plot of the experimental sample of an unstained human
chromosome. (a) Point cloud with the depth information retrieved from the disparity maps, after con-
sistency check and outliers removal. (b) Surface plot in the data points to allow a better visualisation of
the structure achieved. The colour scale is common to both images and represents the depth value, Z,
in pm.

Comparing the depth-structure found in Fig. 5.34 with the reconstructed 3D electron-density map in
Fig. 5.28 one can see immediate differences. In fact, the stereo approach found clear matching am-
biguity and it is important to investigate why, in order to find the limitations of the technique. Coming
back to the stereo images of Fig. 5.29 (a)-(b), they constitute electron-density projections of our sample.
This means that each pixel magnitude encodes the density of electrons affecting the beam propagation
along that specific optical path. When we use such images as input for a stereo-matching approach,
the pixel matching do not translate the difference in relative positions of features from two well known
viewpoints. Instead, it translates a correspondence between the sample’s thickness versus constitu-
tion/density, which varies with the imaging axis. Such correspondence between two viewpoints has,
hence, no physical meaning and absolutely no relation with depth. Consequently, equations (5.6), (5.7)
and (5.8) do not apply, and the images of Fig. 5.33 are incorrectly called disparity maps.

The phenomenon described above affects both, amplitude and phase projection images, from sam-
ples with curved morphologies and non-negligible thickness. Indeed, both amplitude and phase CDI
reconstructions vary with the sample’s refractive index along the beam path, discretized in each pixel
value. Hence, similar pixel magnitude variations can stem from refractive-index changes within the
sample (e.g. crossing different materials/densities), or same-refractive-index structures with different
thicknesses along the imaging axis. Therefore, computed stereo CDI in transmission can only provide
reliable depth estimations over non-ambiguous features. By non-ambiguous features, we mean struc-

tures whose relative positions in both stereo views can be effectively traced. Examples of such profiles
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are borders, edges, sharp structures or small localised features within the object. In the images of Fig.
5.29, for instance, this could only happen in the borders of the sample, providing some insights over the
orientation of the arms of the chromosome. This information comes, though, with an associated error,

which must be taken into account. lts origin is schematized in Fig. 5.35.
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Figure 5.35: Volume projections of the refractive index real and imaginary parts of a simulated
cell, at 6 keV. (a) Real (left) and imaginary (right) parts of the refractive index at 0°. The inset shows
a zoom in the referenced area, with a selected region denoted by the blue square. (b) Real (left) and
imaginary (right) parts of the refractive index rotated 22° around the y-axis. The inset shows a zoom in
the referenced area, with the region corresponding to the blue square in (a) denoted by the same blue
square. The red square shows the region which would be attributed as the corresponding match by the
stereo block-matching routine.

Fig. 5.35 shows the real and imaginary parts of the refractive index for a simulated biological sample
at two angles 0° and 22°. Note that the real part relates to the phase, while the imaginary part relates
to the amplitude, describing the attenuation of the electromagnetic wave in the propagation through the
material (see Section 2.2.2.1). The insets show a zoom in the same spherical structure, with corre-
sponding regions denoted by blue squares. By running a stereo-matching routine on the images, one
can easily see that the block found as the corresponding match (in the second image) would be the
red one, which reveals a direct matching error. And this would be consistent over the whole structure,
due it its persistently curved composition, for both real and imaginary views. Indeed, borders of curved
structures possess an intrinsic matching error, when in transmission, which increases with the angle

with which the stereo views were acquired. Knowing the angle and the computed depth variations in the
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sample, one can, though, arrive to an estimation of the error associated with such depth values.
Concluding, the method shows difficulties in measuring the depth of structures with spherical to-
pographies and smooth composition gradients, which are ambiguous in transmission geometry. One
way to overcome this issue would be to use non-ambiguous labels to track from one projection to the
other the sample structure. Currently, labels are often used in different microscopy types such as con-
focal, deconvolution and multiphoton, to allow the imaging of specific structures. Even though such la-
belings work in fluorescence regimes, not compatible with our setup demands, some labels were found
to be metal nanoparticles. Conveniently, metal have contrast for X-rays in transmission, making such
labels extremely powerful for our purpose as well. Such nanoparticles, or clusters of them, if attached to
the smooth surfaces of a sample, could allow us to trace their depth arrangement and, ultimately, have
access to the sample’s 3D shape. In the next section, we investigate this option by implementing CDI

stereo imaging with a test sample composed by gold nanoparticles.

5.6 Computer Stereo X-ray Imaging Using Nanoparticle Labels

In this section we extend the computed stereo vision concept to X-rays and more complex samples,
testing the concept of using nanoparticles as surface labels. This demonstration exploits two views from

tomographic data published and made available by Chapman et al. [122].

5.6.1 3D Sample and Generation of the Stereo Views

The sample is composed by an arrangement of 50-nm-diameter gold spheres spread on a 1.8 um-tall
pyramid-shaped indentation of a SisN, membrane (Figs. 5.36 (a)-(b)). A complete set of tomographic
coherent diffraction imaging data were collected at a photon energy of 750 eV (1.65-nm-wavelenght) at
an undulator beamline [326] of the Advanced Light Source (ALS). The procedure is described in detail
in Chapman et al. [122].

In this work, only two 2D CDI reconstructions were exploited, recorded at a separation angle of 7°.
Figs. 5.37 (a)-(b) show the respective left and right stereo views of the sample of Fig. 5.36, each with
a reconstructed pixel size of 14.7 nm. The spatial resolution of each view is estimated to be 42 nm
(10-90% Rayleigh criterion).

5.6.2 Pre-processing of the CDI Stereo Views

As the images provided by Chapman et al. were already rectified, the only pre-processing performed
to Figs. 5.37 (a)-(b) was background filtering. Hence, binary masks selecting the object areas were
extracted from each view, similarly to the process followed for the human chromosome sample. The
respective left and right stereo masks are shown in Figs. 5.38 (a)-(b). These masks were then multiplied
by Figs. 5.37 (a)-(b), respectively, originating two stereo views with uniform background for the disparity

analysis. The final stereo images can be observed, in anaglyph form, in Figs. 5.39 (a)-(b).
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Figure 5.36: 3D pyramid sample and diffraction pattern acquired from a central view. (a) SEM
image of the 3D sample composed by an arrangement of 50-nm-diameter gold spheres lining the inside
of a pyramid-shaped notch in a 100-nm-thick silicon nitride membrane. The pyramid base has a width of
2.5 ym and 1.8-um height. The scale-bar length is 1 um. The inset shows a zoom emphasizing a detail
of 105-nm depth, §z. (b) Isosurface rendering of the 3D sample, reconstructed by Chapman et al.. (c)
Diffraction pattern acquired from a central view of the sample. Images from [122].

(a) (b)

Figure 5.37: Stereo image pair of the nanoparticles pyramid sample. Pair of 2D CDI reconstructions,
corresponding to 7°-apart views of the sample. (a) Left and (b) right views. Each view reaches a spatial
resolution of 42 nm.

Figure 5.38: Masks employed for background removal in the pyramid stereo views. (a) Mask
(represented in back) which was later multiplied by the rectified (a) left view (b) right view in order to
remove the background noise.
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Figure 5.39: Stereo anaglyph of the pyramidal structure of gold nanospheres.

5.6.3 Stereo Matching and Computation of the Disparity Maps

Using the method described in section 5.2.3, two disparity maps were generated from the stereo images
of Fig. 5.39. Figs. 5.40 (a) and (b) present, respectively, the disparity of the left image with respect to
the right one (left map) and the reverse case (right map) achieved for the pyramidal structure with gold
nanoparticles.

In the disparity maps presented, the disparity range N was allowed to 30 pixels, the weighting factor
« was defined to 0.01 and the block-matching process was performed for blocks of 23x23 pixels.

Similarly to the human chromosome sample, the choice of the blocks size for the block matching rou-
tine was achieved after a scan, where this value was consistently increased. The final value constituted
the smaller pixels-number from which the further disparity maps were providing the same results. This
value allowed capturing enough texture variation to produce, as well, a smooth disparity profile.

To compensate the failure in preserving disparity/depth discontinuities, consequence of the large
windows used, the images were multiplied by the masks of Figs. 5.38 (a) and (b), respectively. Again,
the required support for the CDI views allowed a clear definition of the sample borders. The final disparity
maps of the pyramid sample are shown in Figs. 5.40 (c) and (d). As one can see, they present a smooth

disparity profile, whereas preserving the sample border lines.

5.6.4 Retrieval of Depth Information and 3D Reconstruction

Similarly to all the previous cases, the retrieval of depth information from the disparity maps of Figs. 5.40
(c)-(d) followed the steps described in Section 5.2.4. After computing all the coordinates of the points
in the 3D space (equations (5.6)-(5.8)), the stereo consistency of the two disparity maps was evaluated.
This bi-directional check was performed with z,, y and z, values rounded to one decimal digit. From the
consistent points, the outliers were removed (parameters x = 80 points and ¢ = 0.05).

Fig. 5.41 (a) shows the final point cloud containing the computed 3D stereo depth-map. Our ge-
ometry leads to a voxel size of, approximately, 15x15x120 nm? and an estimated 3D spatial resolution

of 42x42x343 nm? (Eq. (5.9)). The inset highlights a feature corresponding to a z-depth value of 105
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Figure 5.40: Disparity maps obtained from the rectified stereo views of the nanoparticles pyramid
sample. (a) Left map without borders correction. (b) Right map without borders correction. (c) Left
map with multiplication of background-removal mask. (d) Right map with multiplication of background-
removal mask. The disparity maps displayed were achieved from a scan with blocks of 23x23 pixels.
The scale bar denotes disparity values in pixels.
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nm (see corresponding inset of Fig. 5.36 (a)). As one can see, such small feature was achieved even

though representing dimensions below the estimated resolution value.

To allow a better visualisation of the resultant structure, a surface was plotted in the data points. One
can observe it in Fig. 5.41 (b). This surface was acquired with a 3D Natural Neighbour Interpolation
from the point cloud values of Fig. 5.41 (a). It was computed in a mesh of 0.01-um pitch for all the
extent defined by the extremities of our sample. The borderline was defined by discarding from this 3D

surface-mesh the regions with a separation distance larger than 0.01 um from the data points.

The 3D structure from Fig. 5.41 reproduces quite well the pyramidal distribution of nanoparticles
shown in Fig. 5.36. One can see that the arrangement follows a pyramidal shape with dimensions
matching the dimensions of the reference SEM image. From the separation between the most extreme
data points (voxels) we measured 2.49 um of base-width (comparing with the 2.5 um-notch value) and
1.73 um of z-depth (comparing with the 1.8-um pyramid’s height). One can note, though, by observing
the SEM image of Fig. 5.41 (a), that the nanoparticles are not filling completely the indent and, therefore,

the nominal-notch values correspond to slightly upper values than the actually measured depth.

Analysing carefully the profiles of Fig. 5.41 one can also notice that the overall structure does not
follow straight pyramidal walls. In fact, in this experimental scenario, the gold nanoparticles are not ex-

actly labels attached to the sample’s surface. Instead, the 2D-CDI reconstructions, used as input stereo
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Figure 5.41: Final depth reconstruction of the pyramidal arrangement of gold nanoparticles. (a)
Point cloud with depth information on the sample retrieved from the disparity maps, without 3D interpo-
lation for surface rendering. The circle displays a zoom of the detail corresponding to the inset of Fig.
5.36 (a) (105-nm depth). The colour bar is common to both images and denotes the depth value, Z, in
pum. (b) Surface rendering of the structure in (a).

views, correspond to “views from the top” of the set of nanospheres collected inside the pyramidal indent
(see again Fig. 5.36 (a) for reference). Thus, the profile imaged do not follow flawlessly the pyramidal
walls, due to the existence of regions where there is superposition of several layers of nanospheres in
depth. Moreover, individual nanospheres can not be spatially distinguished in the reconstructions of Fig.
5.41. Indeed, the stereo reconstruction was achieved with a voxel size and estimated spatial resolution
in depth larger than the size of the nanoparticles. It is important to note though, that their reduced di-
mensions are beneficial for the accuracy of our measurements. In order to be able to neglect the depth
errors arising from their curved structure (see Fig. 5.35 and respective discussion), the nanosphere
labels should have, indeed, significantly-reduced dimensions with respect to the object size.

The stereo reconstruction of this section was obtained without any a priori knowledge, employing
just a simple background removal. This step was facilitated by the high signal-to-noise ratio of the
reconstructed views, provided by the high-scattering factors of the gold nanoparticles. With the present
demonstration we proved that metallic nanoparticles can be used as surface labels to trace the 3D profile
of complex and non-trivial objects. This is particularly impactful for biological samples, which could have
ambiguity in the direct implementation of the computed X-ray stereo method, allowing to overcome the

limitations of the technique.

5.7 Conclusion Notes

In this chapter, we demonstrated the technique of computed stereo lensless X-ray imaging and extended
its application to several types of samples, while discussing about their advantages and limitations.

In the implementation of X-ray stereo imaging described in this manuscript, we developed a local al-
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gorithm for stereo matching, based on absolute intensity differences (AD) [281, 285]. Together with the
squared intensity differences (SD) [286], this pixel-based matching cost is one of the most commonly
employed in Stereo Vision, requiring low computational load while still offering fine disparity estima-
tions. Further developments of the technique could use more complex algorithms, where a comparative
analysis with the present results could be of interest.

The case studies of this chapter started with a simulation in Section 5.3. We demonstrated that
quality 2D projections of a sample, captured from well known angles, effectively allow retrieving depth
information. We showed that, having samples with non-ambiguous 3D features, as for instance edges (or
labels), allows overcoming the problems inherent to the transmission geometry in X-ray stereo imaging.
Indeed, even if one can not have conclusive depth information along all the object area, directly from the
disparity calculations, we saw that we can follow the reference of non-ambiguous structures and infer
intermediate values.

In the same section, some limitations of the technique affecting pure-amplitude objects were also
disclosed. In fact, when an interpolation is applied to sparse data points, a comparative analysis of the
stereo views and the depth map retrieved must be performed a priori. Areas of depth discontinuities in
the 3D cloud arising from the disparity maps can reveal superposition of different elements at various
depths. If sample elements are hidden in occluded areas of the stereo views, i.e. in the areas where
there is no light transmission, one can not trace their 3D profile and, therefore, surface orientation and
borders are under-determined. This lack of information leads to an incomplete representation of the
sample and can lead to artefact-connections in the 3D rendering.

Occluding contour artefacts are a standard problem in vision science. In a transmission geometry,
it gets specifically critical for pure-amplitude binary samples. This problem can be solved, though, by
capturing additional 2D views as constraint to surface orientation determination. Multi-view stereo imag-
ing is able to reconstruct detailed 3D information of a scene and is fully exploited in reflective stereo
photometry [327]. However, in the context of X-ray vision, and due to optical indexes in this spectral
domain, the reflectivity of a scene can be quite poor.

Simulations with a phase sample show that occlusion ambiguities can be, as well, reduced by using
the information on the phase of the object. Indeed, if superimposed structures can be "seen” and if their
borders have contrast in transmission, one can still trace their 3D profile under other sample structures.

Ideally, amplitude and phase images are exploited together for stereo purposes. With two input
images in each view, additional stereo references can be extracted and further disparity information
collected (see, for reference, images of Fig. 5.35, which show different sample components, in phase
and amplitude). Furthermore, amplitude and phase views, from the same sample, generate redundant
information that can be exploited cooperatively to satisfy the stereo algorithm constraints. A remarkable
particularity of coherent lensless imaging techniques is that one can retrieve, simultaneously, information
on both, from a single diffraction pattern.

In a second part of our study, described in section 5.4, the implementation of single-acquisition

stereo lensless imaging was discussed. An XUV optical setup was mounted, based on the separation
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of a high-order harmonics (HH) beam into two coherent sub-beams. Those sub-beams were focused
on the sample with a controllable angle, allowing for the capture of a stereo-pair of diffraction patterns,
in single acquisition. The setup employed enabled a fine tuning of the time delay, with sub-femtosecond
jitter between the two pulses. This makes it, alternatively, suited to perform femtosecond time-resolved
X-ray-pump/probe experiments.

Quantitative 3D structural information was, then, achieved from two observation angles, in a setup
compatible with single femtosecond acquisition. This temporal resolution was not accomplished, though,
due to the low photon flux of the harmonics beam, which conducted us into the use of longer accumu-
lation times in the acquisition of the diffraction patterns. Still, we were able to retrieved depth insights
of a pure amplitude sample in a proof-of-principle of computed CDI-stereo imaging. The system em-
ployed is perfectly suited to be implemented at XFELs and make use of the high brilliance of these
sources [58, 59]. Note that the realisation of synchronized hard X-ray stereo beams is proposed at the
European XFEL [68] and a similar beamline is under design at SACLA XFEL, Japan [67]. With more
photon flux, computed stereo lensless X-ray imaging allows imaging dynamical processes in 3D with
sub-100-nm-spatial voxel and femtosecond-temporal resolution.

To further develop the technique, section 5.5 explored the application of computed X-ray stereo vision
to biological samples with predominantly-curved topography. This demonstration exploited two projec-
tions from tomographic data of an unstained human chromosome, made available by Nishino et al. [244].
The depth map achieved was, however, far from the expected in terms of shape. Indeed, this study high-
lighted a serious limitation of the technique. In transmission geometry, similar pixel magnitude variations
stem from refractive-index changes within the sample (e.g. crossing different materials/densities), or
same-refractive-index structures with different thicknesses along the imaging axis. Hence, for samples
with curved topographies and smooth composition gradients, a stereo-matching approach applied to
two input views does not translate the difference in relative positions of the same feature from two well
known viewpoints. Instead, it provides a correspondence between the sample’s thickness versus con-
stitution/density, which is meaningless as it varies with the imaging axis of the view. This way, the stereo
foundations fail, and no depth information can be extracted.

From the results of section 5.5 we conclude, therefore, that in stereo-ambiguous samples, the pre-
processing of the input views gains a special role to remove ambiguous content from the scene before
the disparity calculations. Indeed, computed stereo X-ray imaging in transmission can only provide re-
liable depth estimations over particular features. These feature constitute the ones from which relative
positions in both stereo views can be effectively traced.

With the aim of overcoming the stereo ambiguity in curved topographies and smooth composition
gradients, we propose two solutions. One is to include depth information from free-space propagation
functions (e.g. using in-line holographic techniques instead of CDI to reconstruct the input stereo views),
where out-of-focus features in the in-line 3D stacking could restrict ambiguities. Second is to use contrast

surface labels. While we keep the first proposal for a future work, the last one is exploited in section 5.6.

In the study of section 5.6, we tested the idea of using nanoparticles as stereo labels, extending the
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Computer Stereo Vision concept to harder X-rays and more complex samples. We exploited two views
from a test sample composed by an arrangement of 50-nm-diameter gold spheres spread on a pyramid-
shaped indentation. Contrarily to the previous study (section 5.5), the stereo reconstruction achieved in
this part was seen to reproduce successfully the pyramidal distribution of nanoparticles and, as well, the
object dimensions. The 3D reconstruction was obtained without any a priori knowledge, employing just
simple background removal. With this demonstration we proved that metallic nanoparticles (or clusters of
them), offering high contrast to X-rays, can be used as surface labels to trace the 3D profile of objects.
Here, the uniqueness constraint of the computed stereo technique is enforced by the nanoparticles
spatial localization, overcoming some ambiguity errors in the implementation of the stereo-matching
algorithm. This is particularly impactful for curved surfaces or smooth composition gradients, allowing to
overcome the limitations of the technique for these topographies.

Concluding, in this chapter we showed that Computer Stereo Vision concepts can be transposed
to XUV and X-rays. Computed lensless X-ray stereo imaging allows obtaining nanometre-scale-spatial
resolution of 3D thick objects, in an aberration-free system, only diffraction and dose-limited. Combin-
ing these spatial features [2, 10, 12, 13, 242] with the temporal resolution of ultrashort XUV and X-ray
pulses [8], this technique opens the way to multidisciplinary studies of 3D ultrafast dynamics at nanome-
tre scales. Stereoscopic coherent imaging systems, combining multiple deflecting optics, will enable
researchers to create unprecedented 3D movies of the nano-scale world, with a huge impact in 3D
structural imaging of single macromolecules. By using hard-X-ray CDI to recover the stereo views with
atomic resolution, specific atoms can, inclusively, be used as local 3D "labels” to fully satisfy the stereo
algorithm requirements. For all these reasons, we can, thus, foresee outstanding applications of X-ray

machine vision in biology, materials science, medicine and even industry.
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Chapter 6

Conclusions

Ultrafast 3D structural imaging of single, non-periodic nanospecimens has become an increasingly im-
portant topic of research, allowing to reach the structure and dynamics of large proteins, macromolecular
complexes and virus particles. This has motivated the development of coherent lensless imaging tech-
niques, where one can reconstruct a complex-valued image of an object from its diffraction pattern,
bypassing the limitations of the conventional lens systems. In this thesis, we performed several studies
employing different coherent lensless techniques, proposing and testing improvements to make them

more suited to the highly-demanding future of single-shot 3D imaging.

A first part of this work, described in Chapter 3, was dedicated to experimental studies employ-
ing 20-femtoseconds-pulse duration coherent XUV radiation from the HHG beamline of LUCA, CEA
Saclay. These studies finally aimed at a computational correction of spatial coherence in Fourier trans-
form holography, compatible with single-shot regime. For the purpose, some samples were successfully
patterned, employing the technique of FIB. We reported the first experimental demonstration in single
shot of a new technique for characterisation of the spatial coherence of a source, with application on
Gaussian-Schell beams [178]. The measurement revealed an extremely good magnitude of spatial co-
herence of LUCA’s H25, with a radius w. = 3.85 pum, fit with a root-mean-square error of 2.5% (larger
than the radius of the focal spot). The simplicity and versatility of the method used became evident,
revealing an enormous potential for single-shot spatial coherence characterisation of the most varied
sources, ranging from ultrafast laser-based sources to XFELs and synchrotrons. Indeed, the method
is based on the interferometry through a 2D non-redundant array (NRA) of apertures, with different
separation distances and orientations, allowing for spatial characterisation of the entire light field in a
single shot. Besides, the NRA design is strategically assembled to disentangle the degree of spatial
coherence from the intensity distributions of a beam. This feature not only makes it independent of the
intensity profile of the beam, but also compatible with beam-pointing instabilities, two critical parame-
ters for conventional coherence measurement techniques in the XUV/X-ray ranges. In this part of the
thesis we also presented the formalisms of partial-spatial coherence in Fourier transform holography,

showing that any modulation in the object reconstruction induced by a shift-variant phase of the spatial

159



coherence is avoided by using FTH with punctual references. An extension of the study to holography
with extended references would be interesting as future prospect since, as we have seen, shift-variant
phases of the spatial coherence may generate superpositions out of phase in the object reconstruction,
contributing to its degradation. Changing then for measurements in H33 of LUCA’s beamline, we re-
trieved the magnitude of spatial coherence of the beam under similar experimental conditions to a FTH
experiment, inputting this information in the reconstructions. A radius of the coherence function of w. =
3.7 um was obtained, with 4% root-mean-square error. We verified that a compensation of this profile
in our experimental FTH data offered, however, no substantial improvement to the reconstructions, in-
clusively inducing additional gradients. Indeed, a profile affected by partial coherence should accuse
a radial intensity gradient. This was, however, not visible in any of the reconstructions achieved. We
concluded, then, that the intensity distribution of the beam under accumulation regime was the promi-
nent cause, making the accumulated influence of the partial coherence negligible. The expected radial
intensity gradient was, however, found in the data from Schlotter et al. [200]. As Schlotter demonstrated,
a spatially multiplexed Fourier transform hologram in the configuration of Fig. 3.24 entails a significant
SNR enhancement in the reconstruction, when all the subimage reconstructions are averaged. We
demonstrated that this SNR improvement is, in fact, attributed to the compensation of the effects of
spatial coherence. We further expanded this idea and suggested some approaches to be followed in
the study of ways to use such samples for spatial-coherence measurements. With a well-characterised
simple shape as an object, and the full sample covering the biggest area possible of the beam at the
focus, single-shot full-2D characterisation of the complex spatial coherence function could be potentially
reached. Moreover, one could have access to the phase of the degree of spatial coherence, in addition
to the magnitude obtained with the NRA technique. We provided one example of approximation which
could be applied to disentangle the spatial-coherence values from an FTH sample in the configuration
described. This approximation was based on the results published by Schlotter for an easier context.
We saw, nonetheless, that several others can be applied based, for instance, on symmetry assump-
tions. Indeed, further efforts are required to develop the technique and, as well, be able to identify the

assumption which offers less error. Future work on this topic is, thus, proposed.

The main focus of Chapter 4 was given to the technique of in-line holography, due to the interest it
brings to the study of the impact of aberrations in the reconstruction. Indeed, the small reference of FTH
works as a spatial filter to the incoming beam, cleaning the aberrations of the reference wave. In in-line
holography, in turn, the object is directly illuminated by the incoming beam, and the reference wave con-
stitutes the light that is not scattered by the object. Consequently, all the process is more vulnerable to
the imperfections of the illumination, and the reconstruction can lead to distorted reproductions of the
original object. This is particularly critical in the XUV and X-ray ranges, where the aberrations actively
limit the access to high resolutions [38]. Therefore, in Chapter 4, we proposed and demonstrated a new
approach, compatible with single-shot imaging, to correct in-line reconstructions from the aberrations of
the illuminating beam. We started the chapter by developing the formalism of in-line holography with

waves with aberrations. Here, an approach was proposed, which separated the measured phase map
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from the defocus term, allowing for in-line reconstructions with magnification. This approach was ex-
plored with simulations using the phase map measured from an XUV beam, focused by two fused-silica
spherical mirrors in a KB configuration. We saw that the wavefront aberrations induced by that focusing
system were enough to strongly compromise the quality of in-line reconstructions. When accounting
with the beam wavefront, we managed to overcome the effects of aberrations, reaching accurate object
reconstructions, only affected by smooth modulations arising from the twin image. With the purpose
of cleaning the reconstructions from the twin-image effects, we proposed a new algorithmic approach,
which allowed a simultaneous correction of in-line holograms from optical aberrations and twin image.
We validated the twin-image correction without the aberrated phase-map using experimental data from
a biological phase sample. By reconstructing different planes of the sample, with different focused de-
tails, we saw that the routine presented good compatibility with 3D imaging. Finally, we were able to
validate experimentally the twin image and aberrations correction algorithm, employing a HeNe laser
with an astigmatic wavefront. The setup was assembled with a wavefront sensor, which allowed the
caption of the phase map and respective Zernike coefficients in the conditions whereby the hologram
was recorded. By employing this technique we achieved diffraction-limited reconstructions, without the
need of a high-quality beam and, therefore, allowing the imaging of processes using all the photons
available. Despite this setup, the technique presented is single-shot compatible and setup-versatile. An
implementation using XUV harmonics was also tried, however, due to a set of technical problems, added
to a limited beamtime, was not accomplished. It constitutes, thus, a proposal for a future work, account-
ing as well with in-line samples already fabricated during this thesis, whose production is described in

appendix.

The last content Chapter of this manuscript, Chapter 5 was dedicated to the application of concepts
from Computer Stereo vision to lensless X-ray imaging. In this context, we developed a local algorithm
for stereo matching, with a 3D rendering applied to a lensless X-ray transmission scheme. Through
simulations we showed that non-ambiguous 3D features such as edges, in samples, allow overcoming
the problems inherent to the transmission geometry in X-ray stereo imaging. Even without conclusive
disparity information along all the object area, we saw that we can follow the reference of non-ambiguous
structures and infer intermediate values. This simulation also disclosed some limitations, particularly for
pure-amplitude objects. Indeed, when an interpolation is applied to sparse data points, a critic analysis
of the depth map retrieved must be performed, comparing it with the stereo views. Areas of depth dis-
continuities in the 3D cloud arising from the disparity maps can reveal superposition of several elements
at different depths. Moreover, if sample elements are hidden in occluded areas of the stereo views, i.e.
in the areas where there is no light transmission, one can not trace their 3D profile. In these cases, sur-
face orientation and borders can be under-determined. This lack of information leads to an incomplete
representation of the sample and can originate artefact-connections in the 3D rendering. On the other
hand, we saw with simulations with a phase sample that occlusion ambiguities can be reduced by using
the information on the phase of the object. Indeed, if superimposed structures can be "seen” and if their

borders (or other features) have contrast in transmission, one can still trace their 3D profile under other
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sample structures. Ideally, amplitude and phase views, from the same sample, can be explored together
to reduce ambiguity as they generate redundant information that can be exploited cooperatively. A re-
markable particularity of coherent lensless imaging techniques is that one can retrieve, simultaneously,
information on both, from a single diffraction pattern. In a second part of our study, we discussed the im-
plementation of single-acquisition stereo lensless imaging in an XUV HHG-based setup. We presented
a setup based on the separation of a high-order harmonics (HH) beam into two coherent sub-beams,
which are later focused on the sample with a controllable angle. Under this scheme a stereo-pair of
diffraction patterns can be captured in a single-femtosecond acquisition. Moreover, this system is per-
fectly suited to be implemented at XFELs and make use of the high brilliance of these sources [58, 59].
Implementing this setup in LUCA’s harmonics beamline we were able to retrieve depth insights of a pure
amplitude sample in a proof-of-principle of computed CDI-stereo imaging. Even though the setup is
compatible with a single femtosecond acquisition, this temporal resolution was not accomplished due to
the low photon flux of the harmonics beam, which required longer accumulation times in the acquisition
of the diffraction patterns. Hence, with more photon flux, computed stereo lensless X-ray imaging allows
imaging dynamical processes in 3D with sub-100-nm-spatial voxel and femtosecond-temporal resolu-
tion. To further develop the technique, we applied computed X-ray stereo vision to biological samples
with predominantly-curved topography, mainly to explore the limitations of the technique. The results
highlighted that, for samples with curved topographies and smooth composition gradients, a stereo-
matching approach applied to two input views does not translate the difference in relative positions of
the same feature from two well known viewpoints. Instead, it provides a correspondence between the
sample’s thickness versus constitution/density, which is meaningless as it varies with the imaging axis
of the view. This way, the stereo foundations fail, and no depth information can be extracted. This al-
lowed to conclude that computed stereo X-ray imaging in transmission can only provide reliable depth
estimations over particular features. These features constitute the ones from which relative positions in
both stereo views can be effectively traced. With the aim of overcoming the stereo ambiguity in curved
topographies and smooth composition gradients, we proposed to use contrast surface labels. We ex-
ploited the idea using two views from a test sample composed by an arrangement of 50-nm-diameter
gold spheres spread on a pyramid-shaped indentation. We were able to successfully reproduce the
pyramidal distribution of nanoparticles and, as well, the object dimensions. The 3D reconstruction was
obtained without any a priori knowledge, employing just simple background removal. With this demon-
stration we proved that metallic nanoparticles (or clusters of them), offering high contrast to X-rays, can
be used as surface labels to trace the 3D profile of objects. This is particularly impactful for curved sur-
faces or smooth composition gradients, allowing to overcome the limitations of the technique for these
topographies.

Concluding, in this thesis we have further pushed the potential of coherent lensless imaging using the
beam properties (coherence, wavefront...) or image vision algorithms for 3D perception. We proved that
single-shot coherence measurements are at reach of the new XUV and X-ray sources, with impact for

different applications. Moreover, due to this work, X-ray in-line imaging can now reach higher resolutions
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by having access to information of the phase of the illuminating beam. This phase correction allows
the use of stronger focusing optics, inductive of significant aberrations, and allowing this tecnique to
reach, in a future, competing resolutions with the actual on-demand X-ray imaging techniques. For
instance, implementing computed stereo imaging with in-line holographic reconstructions could be a
promising achievement in the future. The 3D structural information arising from the reconstruction in
several planes of propagation could create an interesting symbiosis with the stereo approach, reducing
stereo matching ambiguity and, at the same time, the ambiguity of the out-of-focus features in the 3-
dimensional back-propagated in-line image. New algorithms may certainly benefit from such amount of
3D data from only two views to create a fully coherent stereo vision. Others could use this as input to
extend their applicability and performance. One could think of plenoptic X-ray imaging for example. We
have shown routes towards nanometre-scale-spatial resolution of 3D thick objects, in an aberration-free
system, only diffraction and dose-limited. Combining these spatial features [2, 10, 12, 13, 242] with the
temporal resolution of ultrashort XUV and X-ray pulses [8], this technique opens the way to studies of
3D ultrafast dynamics at nanometre scales. By using hard-X-ray CDI to recover the stereo views with
atomic resolution, specific atoms can, inclusively, be used as local 3D "labels” to fully satisfy the stereo
algorithm requirements. For all these reasons, and further more which we are sure to come, we can,
thus, foresee an outstanding future for 3D X-ray machine vision, with applications in the most varied
fields.

6.1 Future Prospects: XUV SLM

A Spatial Light Modulator (SLM) is a device which allows spatial beam shaping by modifying the original-
beam parameters, such as amplitude, phase and state of polarization. It generally consists of a crys-
talline structure, the orientation of which is electronically controlled [328, 329]. Even though being an
extremely versatile device in the visible and infrared ranges, its implementation in the XUV and X-rays
is not yet achieved, mainly due to incompatibilities with the technologies used. Moreover, the require-
ments of high-precision extremely-small features to create a controllable beam shaping; the strong pho-
ton absorption of materials in these ranges and, as well, vacuum requirements, make the realisation of

short-wavelength radiation SLMs a challenging task. This requires, thus, disruptive approaches.

6.1.1 Setup 1: Pump beam modulated with an SLM

In this test, we exploited the possibility to regulate the phase of a pump beam with an IR/visible SLM, to
make it generate a transient intensity mask on a surface, which could induce custom modulations on a
XUV beam reflected by it. Fig. 6.1 illustrates the principle.

In this scheme, an IR beam (or a 2w beam created by directing the IR beam through a BBO) is
used as pump beam. The SLM is mounted in reflection geometry, at room environment, and used to
modulate the phase of the pump-beam, which is later directed to the interaction vacuum chamber and

focused in the "XUV-SLM medium”. The medium proposed here is a vanadium dioxide (VO-) film. VO,
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Figure 6.1: Setup for an XUV SLM, where the phase of a pump beam is modulated with a con-
ventional SLM, generating a transient intensity map at the far field, which will imprint custom
modulations on a grazing-incident XUV beam. In this scheme, an orbital angular momentum (OAM)
is imprinted to the XUV beam, by means of a transient fork-grating mask, imprinted by an IR beam in a
vanadium dioxide (VO-) film. Light beams carrying OAM are characterised by having a helical wavefront
accompanied by a phase singularity in their centre [330]. They show an azimuthal phase dependence
in the form exp(—ime), where m is the topological charge and ¢ is the azimuthal coordinate in the plane
perpendicular to the propagation of the beam. Such beams carry an OAM of mh~ per photon [331].
The most common light beams carrying OAM display Laguerre-Gaussian modes characterised by a
donut-shaped intensity profile. Currently, interaction between matter and photons carrying OAM is an
intensively studied topic, with a large variety of applications [332]. For this reason, there is a large theo-
retical and experimental effort towards the generation of vortex beams with new coherent light sources
[333-338].

is a strongly-correlated material of particular interest because of a near-room-temperature thermally ac-
tivated insulator-to-metal transition (IMT) [8339-342]. This IMT was already exploited to perform transient
grating spectroscopy with an XUV probe, reached at an average fluency of 15 mJ/cm? of the pump laser
[343]. Thus, the focused intensity pattern of the pump-beam excites the VO,, generating a metal-opaque

diffraction mask, which modulates the XUV-probe beam reflected in this surface, in grazing incidence.

With the purpose of testing the operation of an SLM for implementation in this scheme, we used
a Liquid Crystal on Silicon (LCoS) reflective Spatial Light Modulator (SLM) from Meadowlark Optics,
operating at the wavelengths 400 - 1650 nm [328]. This SLM contains a crystal layer which is nematic
and can rotate under the effect of a voltage, causing local phase shifts on the incident beam. The matrix
consists of 512 x 512 crystals, with a pixel pitch of 15 um, corresponding to a total array size of 7.68

x 7.68 mm. These crystals can be considered numerically as pixels. The phase mask, coded in gray
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level as an image, is sent to the SLM via connection to a computer. In Fig. 6.2 (c) one can observe
an example of phase map used in experimental tests with the SLM. It was obtained by employing the
iterative Gerchberg-Saxton algorithm described in Section 2.3.1.2, assuming a uniform/neural amplitude
in the SLM given by Fig. 6.2 (a) and the desired amplitude at the VO, position, given by Fig. 6.2 (b). This
fork-grating mask, as illustrated in Fig. 6.1, is responsible for imprinting an orbital angular momentum
(OAM) in the XUV beam.

Amplitude @ SLM

Gerchberg-Saxton
Algorithm

Far-field propagation

@ vo%

\\\\w

Amplitude @ far field

Figure 6.2: Schematic of the input and output images, used in the implementation of the
Gerchberg-Saxton algorithm, to extract the phase map at the SLM. (a) Input image depicting a
neutral amplitude at the SLM (note that the white square is defined with the dimensions of the SLM).
(b) Input image of the GS algorithm defining the amplitude of the beam, reflected by the SLM, after
propagation until the far field (i.e., at the VO, film). (c) Output phase map, defining the phase modulation
at the SLM, which will affect the incident beam, in order to create the amplitude pattern of (b) at the VO,
position.

Inputting a phase modulation with the form of Fig. 6.2 (c) in the SLM, the far field image, created
upon interaction with an expanded HeNe beam was observed. The image, captured with a visible-
range CCD can be found in Fig 6.3. Observing the image, one can identify a fork-shaped structure, as
expected. The resulting image, though, presented an intense speckle content, preventing the creation
of an effective grating.

In order to evaluate the origin of the speckles, other phase maps were tested. Fig. 6.4 (b) shows
an example, corresponding to a rectangular profile in the far field (Fig. 6.4 (a), as inputted in the GS
algorithm). The respective reconstruction employing the same expanded HeNe laser can be observed in

Fig. 6.4 (c), showing as well a strong speckle content. The same measurement, this time performed with
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Figure 6.3: Experimental measurement of a fork-grating intensity map at the far field of the SLM.
The image was obtained employing a HeNe laser (A = 635 nm), corresponding to the wavelength of
the available calibration file. The region of the fork is highlighted with white dashed lines, for better
understanding. The image is affected by a strong speckle content.

the LUCA’s IR beam can be found partially in Fig. 6.4 (d). Besides the considerably lower distribution
of photons, when compared to 6.4 (c), the image presents the same speckle content, discarding the
possibility of it being caused by properties of the laser. The lower distribution of photons arises from the
poor definition of the phase steps, which is responsible, as well, for the strong zero-order beam found at
the bottom of Fig. 6.4 (d). This poor definition is caused by the lack of calibration to the IR wavelength.
Indeed, the nonlinear optical response of the liquid crystal (LC) to voltage needs to be calibrated to
allow a custom definition of the phase output of the beam. In our case, we were only in possession of
the calibration file for the 635-nm laser at the time of these tests. Nevertheless, the study revealed the
severity of the speckles, affecting the quality of the produced pattern and precluding the advance of the
experiment in this format.

After some bibliography consulting, we found that the speckles are inherent to LC-SLMs and no
technique succeeded so far to correct their presence [344]. As explained in [344, 345], these speckles

have two causes:

1. the pixelated (digital) character of the SLM display, that introduces phase discontinuities to the

computer-generated hologram (CGH);

2. the mutual interference between the neighbouring beams in the reconstructed image plane of a

CGH when they are very close to each other.

6.1.2 Setup 2 : Interference of two pump beams

Here we propose a second setup, where the hologram imprinted in the VO, is generated not by one
modulated beam, but by the interference of two. Fig. 6.5 (a) illustrates the principle, also aiming at an
XUV beam with induced orbital angular momentum. The setup described was optimised for LUCA’s

harmonics beamline, accounting with its optics and distance limitations. We opted for the creation of a
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Figure 6.4: Example of a generated phase map introduced at the SLM and respective far-field
measurements employing two different sources. (a) Input image of the GS algorithm (along with
Fig. 6.4 (a)), defining the amplitude of the beam at the VO, film position. (b) Output phase map defining
the phase map to modulate in the SLM in order to create the amplitude pattern of (a) at the VO,. (c)
Experimental measurement of a rectangular intensity map at the far field of the SLM, employing a HeNe
laser. (d) The same as (c) but employing an IR beam from LUCA.

diffractive transient mask (hologram) at the VO, film, which simultaneously focuses the harmonics and
imprints OAM. As advantages, we discard the need of focusing optics or spectrometers, since the whole
job is performed by a proper definition of the hologram. Additionally, in this configuration, we are not
limited by the pixelization of the SLM in the pump beam, allowing for smaller structures at the VO,.

In order to generate a fork grating with focusing properties (Fig. 6.5 (b)) we make a focused IR
Gaussian beam interfere with a collimated IR beam with OAM, in the interaction region of the VO,. For
the convergence of the first pump beam, we should consider that the focal length of the hologram to the
harmonic with order H, F, will be H times greater than that of the pump beam, R, i.e. Fy = HxR (see
Fig. 6.5 (a) for Fz and R). In Fig. 6.5 (b)-(d) one can see some simulation results. These results were
achieved for: 2-mm hologram size on the VO, (diameter); radius of curvature, R, of 2 cm (i.e. distance
VO, - focal spot of the converging pump beam); 15° angle between the two pump beams; distance
VO,-CCD of 54 cm, calculated for the focal spot of H27 (H = 27).
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Figure 6.5: Setup for generation of a hologram at the VO-, film, which works as a transient diffrac-
tion optics to the harmonics beam, separating, focusing and imprinting OAM in each harmonic.
(a) Setup, optimized for LUCA’s harmonics beamline. (b) Zoom at the center of the hologram (simulation
results). (c) Donut-shaped intensity profile of the H23 at its focus, after reflection in the hologram from
(b). Note that this shape corresponds to a Laguerre-Gaussian mode and is characteristic of beams
carrying OAM. (d) Respective image of H25 with induced OAM.
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Nomenclature

Ié] Imaginary part of the refractive index of a material.

\Vai Laplace operator.

A, Pixel size of the reciprocal space of the plane of the detector, measured in [m™!].
] Dirac delta function.

Olat Achievable lateral resolution.

An;  Pixel size in the object and reconstruction (real space) planes.

Ay Hologram pixel size.

A Laser beam wavelength.

F Fourier Transformation.

R Resolution.

] Magnetic permeability of the medium.

veutoff  Cutoff frequency.

w Radiation’s angular frequency.
Wo Fundamental laser frequency.
P Scalar wave function.

p, 0 Polar coordinates.

omaz  Nyquist frequency: maximum frequency, which can be reconstructed.
arg Argument of a complex number/function.

0; Grazing incidence angle.

Omae Maximum diffraction angle.

) Fourier transform of the scalar wave function .
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I Fourier transform of the far-field intensity pattern at the detector. Autocorrelation of the ob-
ject/sample.

n Complex refractive index of a material.

€ Electric permittivity of the medium.

® Phase of a wave.

d Vector of position.

a Characteristic dimension of the (diffracting) object.

c Speed of light.

D Beam diameter at the plane of detection.
DOF Depth of field.

e Thickness of the object.

F Fresnel Number

f1, f2 Lenses’ focal lengths.

Fiscating Scaling factor, which transforms the space of spatial frequencies (measured in [m~!]) into the

real space coordinates (measured in [m]) in a Fraunhofer diffraction pattern.
fx, [y Spatial frequency coordinates in the plane of the hologram/detector.
FOV Field of view of the reconstruction, given in real (object) space dimensions.
h Planck’s constant.

H(X,Y) Hologram.

I Intensity distribution.

i Unit imaginary number.
I, lonization potential.

j Summation index.

k Wave vector.

ki Spatial frequency of the angular spectrum transverse to the direction of propagation.
L General source-detector distance.

Ly, Lo Lineouts of the reconstruction image.
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m,n  Generalised indexes.

N Number of pixels that translates the extent of a discretized plane (it can refer to both directions,

vertical or horizontal, if both have the same number of pixels).
n Real part of the refractive index of a material.
N, Number of pixels in the detector matrix corresponding to the size of the object.
Nignar Number of pixels at the detector, which samples the diameter of the diffraction pattern/hologram.
(@) Oversampling ratio.
O(X,Y) Object contribution to the complex field at the hologram plane.
o(z,y) Object contribution to the spatially transmitted field at the sample.
R(X,Y) Reference contribution to the complex field at the hologram plane.
r(z,y) Reference contribution to the spatially transmitted field at the sample.
r(z,y,z) Modulus of vector of position - distance.
ry Cartesian coordinates transverse to the direction of propagation (x, y).
t(z,y) Transmittance function at the sample/object plane.
to(z,y) Object contribution to the transmittance function at the plane of the sample.
t,(z,y) Reference contribution to the transmittance function at the plane of the sample.
U, v Frequency coordinates in the Fourier domain plane of the detector.
Ur(X,Y) Complex field at the hologram plane.
Up Ponderomotive energy.
Us(z,y) Amplitude of the incident field on the object/sample.
Uqitt(X,Y) Complex diffracted field.
Uine(z,y) Incident field on the object/sample.
U,(z,y) Spatially transmitted field at the plane of the object/sample.
X,Y Coordinates in the plane of the hologram/detector.
x,y  Coordinates in the plane of the object.
Z Distance between object and detector.

z Optical axis.
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Fourier Transform Holography and Spatial Coherence

(7, Tm; tn, tm) Mutual coherence function.

A (7)  Autocorrelation of the function that describes the geometry of each NRA aperture.
unm  Complex degree of spatial coherence measured at the points n and m.

Temporal delay.

2

o Position of a point in the plane of detection.

—

dnm = ™ — 7, Spatial distance between two points generalised by the indexes n and m. This separa-

tion is measured in the same plane, perpendicular to the optical axis.
d, = (7 —7,) Distances between the object and a punctual reference.
T Position of the reference aperture.
h(¥)  Geometry of each NRA aperture.
I,orm () Normalised intensity profile of the beam illuminating the sample.
J(7, ) Mutual intensity between the field oscillations measured at the positions 7, and 7,,.

Jo (7, 7)) Mutual intensity of the exit pupil at the plane of the object/NRA.

N Number of apertures of the NRA or number of the subimage reconstructions in FTH with multiple

references.
On, Reconstructed subimage achieved for each the reference n in FTH with multiple references.
Og(7,7) Object reconstruction.
Onorm,, (Tn, ™) Normalised reconstruction of the subimage » in FTH with multiple references.
Onorm(7) Composed reconstruction achieved from the average of the normalised O,,or1m,, (7, 7).
So Total intensity of the field thought the NRA.
V(7,t) Field oscillation at a specific position and time.

We Radius (FWHM) of a Gaussian distribution of the magnitude of the complex degree of spatial

coherence.
wy Radius (FWHM) of a Gaussian distribution of intensity.
Jo(7n, 7m) Mutual intensity of the field at the sample position (z = 0).
In-Line Holography and Waves with Aberrations

Ar Pixel size in the intermediate Fourier plane.
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P(z,y) Generalised pupil function.

wobj(x,y) Phase shift induced by the object to the incident wave.

& Coordinates in the plane of the wavefront sensor.

a'(z,y) Updated value of a(x,y) after each iteration of the algorithm.
a(z,y) Absorption of the object.

B(X,Y) Background image at the detector.

cr Zernike coefficient of indexes m and n.

Hy(X,Y) Normalised hologram.

M Magnification factor.

r1 Distance between the object and the source of spherical waves.

ro Distance between the detector and the source of spherical waves.
R™(p) Radial component of the Zernike polynomial with indexes m and n.
S(u,v) Fourier transform of the Fresnel function.

s(z,y) Fresnel function.

t! (x,y) Updated value of ¢,(x, y) after each iteration of the algorithm.
Uwis(§,m) Spatially transmitted field at the plane of the wavefront sensor.
U.(z,y) Reconstructed field in the object’s plane.

W (p,0) Effective path-length error that modulates the aberrated phase of a plane.

W,(X,Y) Effective path-length error that modulates the aberrated phase of the known reference wave
at the detector, R(X,Y).

Wop;(x,y) Effective path-length error that modulates the aberrated phase of the reference wave at the

plane of the object.

xo Source/pinhole position in z.
Yo Source/pinhole position in .
20 Source/pinhole position in the optical axis.

ZM(p,0) Zernike polynomial of indexes m and n.

Zuts Wavefront sensor position in z.
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XUV Spatial Light Modulator

%) Azimuthal coordinate in the plane perpendicular to the propagation of the beam, which con-

tributes to the azimuthal phase dependence of light beams carrying OAM.

Fy Focal length of the hologram to the harmonic with order H.

m Topological charge.
H Harmonic order.
R Distance VO, - focal spot of the converging pump beam.

Computed Stereo Imaging

(z1 — x2) Disparity value of the left view picture with respect to the right view.

(zo — 1) Disparity value of the right view picture with respect to the left view.

! Weighting factor of the cost function for disparity calculations.

A, z-axis component of the 3D voxel of the stereo reconstruction.

k, ¢ Parameters of the algorithm for outliers removal.

o Standard deviation.

01, 62 Stereo angles defined by the angles of the two incident beams on the sample.

C(z0,90,d) Cost function to be minimised in order to reach the best match for the disparity estimations.
Cp(x0, Y0, d,) Cost function value of the best pixel match.

D Estimator applied to each disparity value arising from the sorting process for second-order sub-

pixel interpolation.

d Distance between the scanned pixel and the one under evaluation in the routine for disparity
estimation.
dp Disparity value of p.

e,/ Conjugate epipoles.

I, I, Intensity values of object points measured in stereo planes 1 and 2, respectively.
Lr Conjugate epipolar lines.

N Disparity range.

P Best pixel match arising from the sorting process.
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x1,zo Coordinates measured at each stereo plane 1 and 2, respectively, correspoding to projections in

these planes of to the object coordinate z,.

Zo Object point measured in the z-axis.
Zo Depth of a point in real space.
F Fundamental matrix.

mj, my, ny, ny Point projections from object points m and n in stereo planes 1 and 2, respectively.
M Synthetic camera matrix.
S Skew-symmetric matrix.

!

x, X' Image coordinates of matching points in a stereo pair.
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Glossary

(X)FEL
2D

3D

AFM

ALS
ATTO
BBO
BL29XUL
CCD

CDI

CEA

CEP
CGH
CMOS
CPA
CSNSM

DFTH
DFT
DIHM
DL
DOF
FFT
FIB
FOV
FTH
FT

(X-ray) Free-Electron Laser

Two-Dimensional

Three-Dimensional

Atomic Force Microscope

Advanced Light Source

Groupe ATTOphysique, LIDYL, CEA
Beta-Barium Borate crystal

Hard X-ray undulator beamline at SPring-8
Charge-coupled device

Coherent Diffraction Imaging or Coherent
Diffractive Imaging

Commissariat a I'Energie Atomique et aux
Energies Alternatives

Carrier Envelope Phase

Computer-Generated Hologram
Complementary Metal-Oxide-Semiconductor
Chirped-Pulse Amplification

Center for Nuclear Science and Material Sci-
ences

Digital Fourier Transform Holography

Discrete Fourier Transform

Digital In-Line Holographic Microscopy
Diffraction-limited

Depth Of Focus

Fast Fourier Transform

Focused lon Beam

Field of View

Fourier Transform Holography

Fourier Transformation
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FWHM
FZP

GS
GolLP
HDR
HERALDO

HHG

HH
IMT
INESC-MN

IPFN
IR

IST
KB
LCLS
LC
LIDYL

LOA
LUCA
MSAC
MSER
NA
NRA
OAM
OAP
PMMA
PtV
RMS
RMS
SACLA

SEM
SLAC

Full Width at Half Maximum

Fresnel Zone Plate

Gerchberg-Saxton algorithm

Group of Lasers and Plasmas

High Dynamic Range

Holography with Extended Reference by Auto-
correlation Linear Differential Operator
High-order Harmonics Generation or High Har-
monic Generation

High-order Harmonics

Insulator-to-Metal Transition

Instituto de Engenharia de Sistemas e Com-
putadores - Microsistemas e Nanotecnologias
Instituto de Plasmas e Fusao Nuclear

Infrared

Instituto Superior Técnico

Kirkpatrick-Baez

Linac Coherent Light Source

Liquid Crystal
Laboratoire Interactions, DYnamiques et
Lasers

Laboratoire d’'Optique Appliquée

Laser Ultra Court Accordable

M-estimator SAmple Consensus

Maximally Stable Extremal Regions

Numerical aperture

Non-Redundant Array

Orbital Angular Momentum

Off-Axis Parabola

PMMA Poly(Methyl Methacrylate)
Peak-to-Valey

Root Mean Square

Root mean square

SPring-8 Angstrom Compact free electron
LAser

Scanning Electron Microscope/Microscopy

Stanford Linear Accelerator Center
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SLIC Saclay Laser-matter Interaction Center

SLM Spatial Light Modulator

SNR Signal-to-Noise Ratio

SVD Singular-Value Decomposition
URA Uniformly Redundant Array

UVv-X UltraViolet-to-X-ray spectral range
uv Ultraviolet

Xuv Extreme Ultraviolet
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Chapter 4
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are acknowledged). | also performed the simulations. | developed the new algorithm, first imple-
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Appendix A

Coordinate Systems

Figure A.2: Coordinate system adopted for In-line holography.
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Appendix B

Convolution and Correlation Notation

Assuming the following relations denote Fourier transformation:

Convolution Notation

Autocorrelation Notation

Cross-correlation Notation

Fg()} (X) = G(X)

F{h(x)} (X) = H(X).

g h = /_OC g(z)h(z' — x)dx

Flg®ht(X) = GX)H(X)

grg= /_OO g(x)g"(x — 2')dx

g*xg= / g*(x)g(x + 2")dx

gxh= /_00 g(z — 2" h(x)dz

gxh= /_OO g(@)h(z + 2")dz
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Appendix C

FT Theorems

1 Linearity:
Flag+ph} =a F{g}+ B F{h}
2 Similarity:
Loz Ju

Flolwy) } =Glfafy) = F Lglaz,by) } = 2 GO )

3 Shift:
]:{ g(l’ —a,y — b) } = G(fx7 fy) e*j27\'(fma+fyb)

4 Rayleigh’s:

// oz, 9)|? dxdyf// Gl fos £, dfodf,

5 Convolution:

{// g(&;mh(z — &,y — n)dﬁdn} = G(fur f))H(fur £y)

C.5

(C.5)



6 Autocorrelation:

]-‘{//_O; g(&,mg (x— &y —n)dfdn} = |G(fw7fy)|2

ot} = [ Gemc i fun- pdein
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Appendix D

Batch file of the fabrication of in-line

test samples

This appendix includes the batch file of the fabrication process used for the fabrication of in-line test
samples at INESC-MN.
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Batch #2 - Summary

1. Samples

Small (7mm) Si bare substrates with 500umx500um SiN membrane

2. Coating:

Layer#1 PMMA 950k 30sec@3krpm — bake 4min@160sec

Layer#2 PMMA 950k 30sec@3krpm — bake 4min@160sec

3. Ebeam Exposure

3.1. Mask Layout : area 500um x500um

3.2.Samples

A&B : 10kV, 10um, Dose=100uC/cm?2

C&D : 10kV, 10um, Dose=80uC/cm2

Optical microscope images

Sample D: Exposure had to be repeated

BR

LINES 300nm
]

LINES 400nm
(]

LINES 400nm
[

MATRIXA
i

=

LINES 200nm
[}

LINES G00nm
1}

4. Audeposition

Cr 50A/Au500A deposition in Alcatel (sputtering system)

5. Liftoff

Wetbench: PMMA Remover@602C, no ultrasounds

Membrane of Sample B was damaged during this process.



6. SEM Inspection vs Mask Design
Samgle A: 100uC/cm?2. Expected: better pattern definition, but larger feature sizes

Golp 3x amplification Golp 1x amplification Golp 2x amplification

RAITH150 = 6004 ET=IDmKY  Sgrala Dat> 34 15
) w0 o g Dun e B2 Dt T RAITH150 Mag= 30K

RAITH150 e
o 0 Tee 15035

arurs Sze=7 S0 T 158

Lines Nominal size 300 nm Lines Nominal size 100 nm Lines Nominal size 200 nm

RAITH150 Mag= 7KK e 3 RAITH150 I RAITH150 Meg= 700Kx TR
i « 3 o w0 o

Lines Nominal size 400 nm Matrix Lines Nominal size 500 nm

RAITH150 E = o RAITH150 - RAITH150 EAT= 00 S
« ' w0 amn e

Sample C: 80uC/cm2. Expected: pattern definition quality can be affected slightly, but smaller feature sizes

Golp 3x amplification Golp 1x amplification Golp 2x amplification

PATTERNED NOT DEFINED!

RATTH150 h 3 - Osts 3 06

RAITH150 Mag= £00Kx EAT= 00 Sanala= ians
o e L 0




Lines Nominal size 300 nm (scan rotated 909) Lines Nominal size 100 nm Lines Nominal size 200 nm(scan rotated 909)

PATTERNED NOT DEFINED!

RAITH150 as= 7 T Ote 2.0 206
» s0pn

RAITH150 Mag= 70
it fim

Lines Nominal size 400 nm(scan rotated 909) Matrix (scan rotated 909) Lines Nominal size 500 nm(scan rotated 902)
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Appendix E

Publications

The publication of the work produced in this thesis will be done through three main articles.

- A first article, published in Nature Photonics, describes the application of computed X-ray stereo
lensless imaging, following the work presented in Chapter 5. The full article can be found in the link:
https://www.nature.com/articles/s415666-019-0419-1.

- A second paper describes the technique for single-shot spatial coherence characterization of X-ray
sources and its validation through simulation and experiment, following part of the work from Chapter 3.
This article will be soon submitted for publication, following here the last version at the moment of the
writing of this manuscript.

- A third paper will present the results on digital in-line holography corrected from aberrations by
resorting to wavefront sensor measurements, as reported in Chapter 4. This article is in preparation,

being in a too early version to be included here.
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Single-shot spatial coherence
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Spatial coherence is a crucial source parameter in many
applications ranging from atomic and molecular physics
to metrology or imaging. In lensless imaging, for example,
it can strongly impact the image formation, which is even
more stringent when the source exhibits shot-to-shot
variations of the spatial coherence. Single-shot
characterization of the degree of spatial coherence of a
source is thus crucial. However, current techniques either
require parallel intensity measurements or the use of
several masks, being incompatible with a single-shot
analysis. Here, we present a new method which allows for
a single-shot characterization of the spatial coherence,
while being compatible with beam-pointing instabilities.
The method is based on the far field interference
produced by a 2D non-redundant array (NRA) of
apertures, designed in a strategic configuration to
disentangle, simultaneously, the degree of spatial
coherence and the intensity distributions of a beam. We
report a demonstration in single shot using an intense
femtosecond HHG source. A statistical study of the spatial
coherence fluctuations in different regimes shows the
robustness of the method. This technique will find
scientific applications at several ultrafast laser-based
sources as well as X-ray free electron lasers and
synchrotrons.

1. INTRODUCTION

Ultrafast soft and hard X-ray sources, whether high-harmonic
generation (HHG) beamlines or X-ray free electron lasers
(XFELSs), present partial spatial coherence [1-3]. Moreover, these
sources exhibit shot-to-shot variations of this parameter along
with other spatial properties, including beam-pointing. The
ultrashort pulse duration of such sources requires unambiguous
single-shot characterization methods to address these
phenomena. Current methods to characterize the spatial
coherence of an X-ray beam either require parallel intensity

measurements [4-6], or the use of sequential measurements [1,
7-11], which are incompatible with a single-pulse
characterization. Beam-pointing instabilities, which strongly
affect HHG and XFEL sources, have been reported to be critical
in coherence studies based on sequential single-shot
measurements [1]. Besides the challenge of measuring this
parameter with temporal resolution, the use of characterized X-
ray sources had been seen to improve the quality of the results
in multiple applications [12-18]. For example, knowing the
coherence of a source helps to understand the physics behind
the generation process [1, 4], opening the way to X-ray beam
shaping. Furthermore, diffraction is based on the spatial
coherence [19], making the knowledge of this parameter
important for applications based on interferometric techniques.
This is the case for example of lensless imaging, where the
information on the partial coherence of the source can be used
as input in phase-retrieval algorithms, to improve the image
quality of 2D or even 3D reconstructions [13-16]. In this letter
we propose and demonstrate a new method to measure the
magnitude of the degree of spatial coherence of a source. The
proposed technique is based on the interferometry through a 2D
non-redundant array (NRA) of apertures, with different
separation distances and orientations, allowing for spatial
characterisation of the entire light field in a single shot.
Moreover, the NRA design is strategically assembled to
disentangle a shift-invariant degree of spatial coherence from
the intensity distribution of a beam. This feature not only makes
it independent of the intensity profile of the beam, but also
compatible with beam-pointing instabilities, two critical
parameters for conventional coherence measurement
techniques in the soft and hard X-ray ranges [1].

2. METHODS

We propose to use an NRA to measure the spatial coherence of
X-ray sources. The principle is based on the correlation between
pairs of apertures {i,j}(i,j = 1,2, ..., N) and can be understood
as an extension of the Young double-aperture interferometer [5,
6, 11]. Here, series of double-pinhole interferograms,
corresponding to different separation distances and
orientations, are acquired simultaneously. The degree of spatial
coherence is, then, retrieved from the Fourier transform (FT) of



the diffraction pattern of the field through the NRA. This Fourier
spectrum has the form:

1(:,2) = AF) @ [T [ 6G) + T4y X5 VT X
{0~ dy)+ w6+ )] )

where A(#) is the autocorrelation of the function that describes the
geometry of the apertures, (I;, I;) are the individual beam intensities at

the correspondent apertures {i, j} and y; is the complex degree of
spatial coherence. For an NRA, this consists of a distribution of peaks
centered at the different separation vectors, 811- = T, — T}, between the

apertures of the array. The magnitude of the spatial coherence for each
pair of apertures {i, j} is, then, estimated from:

|| s,

|| = N (2

where S, = Y. I; is the total intensity of the field thought the NRA and
|Co| and | G | are, respectively, the magnitudes of the central peak of the
Fourier spectrum and the peak centered ataij [6].

With this basis, one can now generate an NRA of N = 3 apertures in a
configuration where |Hij | is constant for all the aperture-pairs {i, j}, Fig.
1(a). The autocorrelation of such array comprises six peaks located at
each separation vector Hij, Fig. 1(b). From Eq. (2) we have a set of 3
equations. For a shift-invariant magnitude of coherence (|le | =
|523| = |12 = |p231), which is true for all Gaussian-Schell beams
[6,7,10,14], the solution for this set can be found in terms of the intensity

of only one of the apertures. Considering this reference aperture I, we
obtain:

g1y = 2222 3
2

L=1(2) (4)
2

Li=1 (2—2) . (5)

The multiplicative factors I; and S,/|C,|, from Eq. (3), can be
normalized, after interpolation of the value of spatial coherence to dj; =
0, where the condition p;; = 1 holds. This allows a simultaneous
disentanglement of both coherence and intensity contributions in the 3
apertures of the NRA. Using this configuration as basis, one can build
NRAs with N > 3 apertures, generated by different elementary blocks
with the spatial arrangement depicted in Fig. 1(a). With such scheme,
the degree of coherence is found directly for a set of N(N — 1) /2 pairs
of apertures, from one single interferogram and without intensity
measurements. An example of NRA with 7 apertures alongside with its
respective autocorrelation are presented in Fig. 1(c) and Fig. 1(d),
respectively.

3. SINGLE SHOT DEMONSTRATION

A 5-aperture NRA was used to characterize the spatial
coherence, in single shot of an argon-generated HHG source
developed at CEA Saclay. This beamline, dedicated to single shot
coherent diffractive imaging [12, 17, 20], is equipped with a

(a)
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Fig. 1. (@) Array composed by 3 pinholes, with equal separation
distances |d;; | This NRA-set constitutes the elementary block for NRA's
construction, in order to achieve intensity-independent measurements.
(b) Autocorrelation of the NRA of (a), featuring the different separation
vectors |Hi]- | of the pairs of apertures that constitute the array. (c)
Example of a more complex NRA, composed by three sets of elementary
blocks from (a), highlighted with dotted lines. (d) Autocorrelation of the
NRA from (c).

22.50 off-axis parabola that selects and focuses the 25t harmonic onto
the NRA within a 4.5 pm focal spot (see Fig. 2(a)). The latter was
designed to explore the degree of coherence over all the spatial extent of
the beam (Fig. 2(b)). The far-field diffraction pattern was recorded with
an XUV CCD camera, positioned 52-mm away from the sample. The
camera sensor has 2048 x 2048 pixels with 13.5 um-pixels size. Fig. 2(c)
shows an experimental diffraction pattern of the NRA acquired in a 20-
fs duration shot. Fig. 2(d) presents the Fourier transform of the
diffraction pattern of Fig. 2(c), i.e. the experimental autocorrelation of
the NRA. We can find in Fig. 2(f), for comparison purposes, the
corresponding simulation, acquired for a beam with a uniform intensity
profile and full coherence. For both cases, one can observe the 10 peaks
with respective conjugates, for the corresponding 10 pairs of holes.
Based on the assumption that the coherence is shift invariant, then all
the peaks associated with pairs of holes having the same |Hij | have the
same spatial degree of coherence. The amplitude variations amongst
these peaks in Fig. 2(d) originate mostly from the non-uniform intensity
profile at the NRA. The NRA autocorrelation of Fig. 2(d) provides two
systems of equations, as Egs. (3)-(5), given by the two sets of tri-
equidistant circular references (i,j = {1,2,3}; i,j = {1,4,5}). From
those, |u;;| was calculated for the respective |d;;| values, with the
intensity through the aperture 1 (see Fig. 2(b)) used as a common
reference. The degree of spatial coherence of the remaining 4 aperture-
pairs was obtained from Eq. (2), using the intensity calculated from Egs.
(4)-(5). The retrieved values are plotted as blue points in the graph of
Fig. 2(e), where the red curve represents the respective Gaussian fit. The
radius of the retrieved spatial coherence is 3.85 pm.
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Fig. 2. (a) Single-shot setup used for the measurement of the degree of
spatial coherence of the 25 harmonic. (b) SEM image of the NRA
sample, consisting of a 75 nm-thick SisNis membrane with a 150 nm
gold layer. The NRA has an overall size of 4.5 x 3.2 pm? with circular
apertures of 310 nm. The two elementary blocks are connected with
dotted lines, for better visualization. The scale-bar corresponds to 1 um.
(c) Measured single-shot diffraction pattern of H25 through the NRA
shown in (b). (d) Fourier transform of the diffraction pattern shown in
(c), which corresponds to the autocorrelation of the sample in (b). (e)
Curve of the degree of spatial coherence, | Hjj | ,retrieved from a Gaussian
fit of the experimental values obtained for the different separation
distances |Hij | (f) Simulation of the autocorrelation of an array with the
structure of (b), assuming uniform intensity and spatial coherence. Note
that all peak values of this autocorrelation image are equal. The color
scale of () denotes arbitrary units and is common for (c), (d) and (f).

4. ROBUSTNESS OF THE METHOD

A statistical study was performed over 100 single shot
diffraction patterns. The HHG parameters were set to reach the
highest HH power at the expense of shot-to-shot stability. In Fig.
3 the points in red correspond to the average of the coherence
values |uij| retrieved from the Fourier transform of the 21
successful diffraction patterns, over the whole data set. They
correspond to the average of the coherence values achieved for
the single-shot cases which allowed reconstructing all the peaks
of NRA autocorrelation. The radius of the degree of spatial
coherence was estimated to 4.1 pm. The |y;| points in green
were computed from the Fourier transform of the numerical
accumulation of these 21 “best” diffraction patterns. The spatial
coherence magnitude curve in green corresponds to a fit over
these points, illustrating a case of an “ideal’-stable beam
pointing. A radius of coherence of 3.6 pm was obtained. Finally,
the coherence curve from the sum of the 100 diffraction
patterns, corresponding to a real accumulation, is shown in
purple. Note that the 79 “unsuccessful” patterns show missing
peaks in the reconstruction of the NRA autocorrelation due to the
high beam—pointing deviations, since the diameter of the beam

1 T T
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0.9 —Fit single shot
a8 Best-shots accumulation
’ —Fit best-shots accumulation
0.7k » Real accumulation
_ —Fit real accumulation
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Fig. 3. Curves of the measured degree of spatial coherence, |uij|,
obtained from the fitting of Gaussian functions to the experimental
values, obtained for the different separation distances |81,| In red:
degree of spatial coherence fitted from the |uij| average values (red
dots) obtained from single-shot diffraction patterns. The data were
retrieved only from the 21 best diffraction patterns, which allowed
reconstructing all the peaks of the NRA autocorrelation spectrum. The
error bars correspond to the standard deviations of the |uij | values. In
green: coherence curve fitted from the |ui]-| values (green dots)
computed from the Fourier transform of the incoherent superposition
ofthe same 21 diffraction patterns. In purple: spatial coherence function
fitted from the |uij| values (purple dots) computed from the Fourier
transform of the incoherent superposition of all the 100 experimental
diffraction patterns.

approaches the NRA size. The Gaussian fit points out a degraded degree
of coherence with 3.3 um radius. From the 100 patterns, the average
standard deviation obtained for the 6-measured values of |;1i }-| was
Oymean = 18%, while the maximum standard deviation reached g, qx
= 37%. From the experimental autocorrelations we estimated shot-to-
shot intensity fluctuations in the order of ; = 42%, a value retrieved
from the standard deviations of the central-peak amplitudes.

The analysis pointed out a decrease of the experimental radius of the
degree of spatial coherence in the accumulation of several shots during
the acquisition, compared to the single-shot measurement. This can be
explained by the difference between the analytical expression for the
spatial coherence, Eq. (2), when considering the accumulation of “M”
pulses, which is given by

cil — So
| = ——==2. (6)
BiL, Jikag 1

Indeed, using the accumulation of multiple pulses without individual
intensity measurements supposes a unique intensity value for each
aperture, which yields Iy = Y¥_, I¥. This assumption induces a
reduction of the calculated degree of spatial coherence, in which the
error becomes stronger with the increase of the intensity variations
from shot to shot. This can be understood from Egs. (2) and (6) and as
has been verified experimentally during an extensive study carried out
for different generation parameters of the HH source. In the results
presented in Fig. (3), the discrepancy between the average values of
spatial coherence measured in the single shot case (red line) and cases
of accumulation, was reduced from 20% when using all the 100 shots,
down to 12% for the “ideal’-stable beam pointing accumulation.
Nevertheless, for all the cases, the diameter of the degree of spatial



coherence of the beam was found to be larger than the focal-spot size,
revealing a highly coherent source. The results are in agreement with
previous results in coherent diffractive imaging experiments [12, 17,
20].

This further illustrates the effect of the beam-pointing, partial coherence
and intensity fluctuations of the beam on the effective spatial coherence
measurements through different techniques, under accumulation
regimes. In the case of the Young double pinhole interferometer, to this
beam-pointing instability error is added the error arising from the
difference of the intensity between the two apertures, whose impact is
even more critical [1].

To further test the accuracy of the method, the effect of beam-pointing
fluctuations was simulated. With this purpose, the NRA of Fig. 1(c) was
associated to a Gaussian distribution of intensity (o; = 5.2 pm) and a
Gaussian degree of coherence (g, = 4 um). The Fourier transform of the
respective interferogram was simulated from Eq. (1). Two different
beam-pointing cases are displayed in Figs. 4(a) and 4(c). Using the
simulated values of C; and C;;, and applying Egs. (3)-(5), the degree of
spatial coherence was retrieved assuming unknown intensity values for
the two beam positions. The results are shown in Fig. 4(b) and 4(d).
Despite the position-shift of the intensity profile with respect to the NRA,
we see that the retrieved degrees of spatial coherence, for the two cases,
show a good agreement.

y [uml

y [um]

x [pum] ) ) ) }(fu [um]

Fig. 4. Gaussian intensity profile (a) centered at the NRA reference
aperture and (c) displaced (—1.6; —1.1) um from it. The aperture
positions are denoted with black circles. (b), (d) Simulation of | Hij | asa
function of the separation distance (red bold line) and retrieved values
of the degree of spatial coherence (black squares) for the beam pointing
cases (a) and (c), respectively. The calculation of the degree of spatial
coherence was achieved after normalization of the intensity, without
any assumption with respect to its profile.

5. CONCLUSIONS

In conclusion, we have demonstrated single shot characterization of the
magnitude of the complex degree of spatial coherence of Gaussian-
Schell beams. The method is based on the interferometry through an
NRA, with different separation distances and orientations, allowing for
a spatial characterization of the entire light field in a single acquisition.
The method is robust with respect to beam-intensity and -pointing
fluctuations, which are often critical for soft and hard X-ray sources, also
affecting conventional coherence measurements. In the Young double-
pinhole interferometer, for instance, there is interference of only one
pair of apertures per shot and this pair should be symmetrically

centered in the beam, assuming equal intensity in both apertures. This,
however, cannot be ensured when the beam pointing fluctuates [1].
The statistical analysis performed with the proposed technique pointed
out a decrease of the degree of spatial coherence in the accumulation
mode, when compared to single shot. The radius of the spatial
coherence curve was observed to decrease from 4.1 pm to 3.6 pm, in
average, for the case of a perfectly stable beam pointing; and down to 3.3
um for a “real”, non-selective, accumulation. This can be explained by the
effect of the accumulation from the analytical equations for the
interference. Our HHG case of study shows that the source parameters
and stability can be extremely critical. This applies also to FELs that
exhibit high shot-to-shot beam properties fluctuations [1, 3]. These
findings can have a direct impact in coherent imaging applications, such
as CDI or holography, and can be exploited to correct for the partial
coherence of the source. Overall, the simplicity and versatility of the
method make it an important tool for single-shot spatial coherence
characterization of the most varied sources, ranging from ultrafast
laser-based sources to X-ray free electron lasers, X-ray plasma-based
lasers and synchrotrons.
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Titre : Imagerie Nanométrique 3D Ultrarapide par Rayons X Cohérents
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Résumé : Les techniques d'imagerie sans lentille
permettent d'aller au-dela des limites inhérentes
a la microscopie classique (a I'aide de lentille par
exemple). La configuration d’imagerie par
diffraction cohérente permet d'imager des objets
non-cristallins a des résolutions limitées en
principe a la longueur d'onde (soit quelques
dizaines de nanometres a quelques angstroms
dans le domaine XUV a X, respectivement). Le
travail de cette these a consisté a développer et
améliorer, expérimentalement et
numériquement, des nouvelles techniques
d'imagerie 2D et 3D, de résolution nanométrique
et en simple tir femtoseconde. Nous constatons
cependant que les techniques d‘imagerie sans
lentille peuvent étre limitée par les aberrations et

la cohérence partielle. Des améliorations des
techniques d’holographie par correction de front
d’onde et de la cohérence sont proposées. In fine,
I’exploitation des propriétés de la source permet
I’optimisation de la lecture des figures de
diffraction ou des hologrammes afin d’obtenir
une image la plus fidele possible en un flash
femtoseconde unique. En exploitant des concepts
de vision machine, cette thése a ensuite montré
la possibilité d’accéder a la 3D en simple tir a
partir de deux figures de diffraction X cohérente
prise simultanément sur deux angles stéréo. Ceci
ouvre la voie a I'exploration de la mati¢re sur des
volumes nanométriques (voxels) résolus a la
femtoseconde.

Title : Ultrafast Nanoscale 3D Coherent X-ray Imaging

Keywords : 3D Imaging, Coherent X-rays, Lasers, Femtosecond

Abstract Coherent lensless imaging
techniques can break the limitations associated
with conventional microscopy techniques. The
configuration of coherent diffraction imaging
makes it possible to image isolated non-
crystalline objects with spatial resolutions
limited, in principle, only by the illuminated
wavelength (i.e. a few tens of nanometres to a
few angstroms in the XUV and X domains,
respectively).

In this thesis, we develop and improve,
experimentally and numerically, 2D and 3D
lensless imaging techniques, for nanometric
resolutions in a femtosecond single shot.
Responding to the limitations of these
techniques to aberrations and partial coherence,

here, improvements of wavefront and spatial-
coherence correction in holographic techniques are
proposed. Indeed, the exploitation of the source
properties makes possible to optimise the
reconstruction from diffraction patterns or
holograms in order to obtain the most faithful
image possible in a single femtosecond flash. By
exploiting machine vision concepts, this thesis also
shows the possibility of accessing 3D information
in single shots, extracted from two coherent X-ray
diffraction patterns, taken simultaneously from
two stereo angles. This opens the way towards the
exploration of matter on nanometric volumes
(voxels) solved at wunmatched temporal
resolutions.
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