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Summary

A child of five could understand this.
Send someone to fetch a child of five.

Groucho Marx

In this thesis, we experimentally investigate the limits of state of the art integrated non-linear
devices for photonic and quantum technologies and seek new applications for them.

First, following a thorough characterization of the impact of fabrication parameters on titanium
in-diffused lithium niobate waveguides, we present an optimized quantum pulse gate device with a
fourfold increase in length over previous efforts. Additionally, we detail a ccomputational method to
identify and characterize waveguide inhomogeneities. Quantum frequency conversion is introduced
as a frequency interface between quantum devices and we present design guidelines to interface
quantum devices.

Next, the quantum pulse gate process is experimentally exploited in two different applications.
We demonstrate multi-parameter estimation of the properties of a two-incoherent field mixture down
to the quantum limit. Moreover, we demonstrate that the presence of coherence in such system does
not hinder the technique. Finally, the quantum pulse gate is used to implement a novel compressive
state tomography, in an order of magnitude less measurements than scan tomography methods.

To take advantage of high-dimensional quantum communication protocols and systems. a novel
PDC source of high-dimensional maximally entangled bi-photon states is presented. The source
relies on the dispersion engineering of a titanium tytanyl phosphate waveguide and the spectral
shaping of the pump field.






Zusammenfassung

In dieser Arbeit loten wir die Grenzen moderner integrierter, nicht-linearer Bauteile fiir photonische
und quantenoptische Technologien aus und suchen nach neuen Anwendungen.

Zuerst stellen wir, nach griindlicher Charakterisierung der Einfliisse der Fabrikationsparameter
auf Titan-in-diffundierte Lithium-Niobat-Wellenleiter, ein optimiertes, vierfach langeres Quanten-
Puls-Gate (QPG) vor. Zusétzlich beschreiben wir detailliert eine numerische Methode zur Identi-
fizierung und Charakterisierung von Inhomogenitéten in Wellenleitern. Quanten-Frequenz-Konversion
wird als eine Schnittstelle zwischen Quanten-Bauteilen eingefithrt und Design-Richtlinien um sie zu
verbinden werden préasentiert.

Als Néchstes wird das QPG in zwei Anwendungen genutzt. Wir demonstrieren eine Multi-
Parameter Abschitzung der Eigenschaften einer Mischung zweier inkohérenter Felder bis an das
Quanten-Limit. Dariiber hinaus zeigen wir, dass die Gegenwart von Kohérenz in diesem System die
Methode nicht behindert. Schliellich wird das QPG genutzt um eine neuartige, kompressive Zus-
tandstomographie, mit einer Gréflenordnung weniger Messungen als bei scanbasierten Methoden,
zu implementieren.

Um Vorteile hoch-dimensionaler Quantenkommunikationsprotokolle und -systeme auszunutzen,
wird eine neue PDC-Quelle hoch-dimensionaler, maximal verschréankter Bi-Photonen vorgestellt.
Diese Quelle beruht auf der Dispersionsmanipulation eines KTP Wellenleiters und dem spektralen
Formen des Pump-Feldes.
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Preface

Siempre haras mas de lo que has hecho;
acuérdate, acuérdate.

José Antonio Labordeta Subias

This doctoral thesis is the result of the work carried out from 2017 to 2021 in the integrated
quantum optics (IQO) group under the leadership of Prof. Dr. Christine Silberhorn. The task
proposed for the work was to improve the performance of non-linear devices integrated in lithium
niobate (LN) waveguides for quantum technologies and find new applications for the processes.
Initially, the performance of LN waveguides under different fabrication parameters was studied
to identify sources of error and asses them. As a result of the work, the fabrication process was
improved and new samples were produced with improved performance. In particular, long quan-
tum pulse gate (QPG) devices that had been suffering from fabrication limits were produced with
enhanced benchmarks. The impact of fabrication inhomogeneities on the waveguides was studied
with new computational methods to retrieve the profile of the inhomogeneities and their impact on
the devices’ performance. Moreover, the experimental conditions that also had a negative impact
on the QPG, were also investigated.

The QPG is one of the central devices of this thesis. Besides improving its performance through
an enhanced fabrication process and more controlled experimental conditions, we found new appli-
cations for its photon temporal mode projection operation. First, in a collaboration with the groups
of Prof. Dr. Luis Sanchez-Soto, Prof. Dr. Jaroslav Rehdcek and Prof. Dr. Zdenck Hradil, we
extended a previously demonstrated single-parameter quantum estimation scheme with the QPG
to a multi-parameter scenario. We experimentally demonstrated the estimation of three different
parameters from the incoherent mixture of two fields, beyond the classical resolution bound and
saturating the quantum limit. Furthermore, we investigated the effect of the presence of coherence
between the two fields and demonstrated that coherence does not have any negative repercussion
on the method. We investigate possible ways to exploit it.

Finally, we implemented a novel quantum state tomography scheme in a collaboration with the
groups of Prof. Dr. Luis Sanchez-Soto and Prof. Dr. Hyunseok Jeong, using the QPG. Exploiting
the projective measurements implemented by the QPG, we reconstructed few-photon level states
in the time-frequency domain with high fidelities and no a-priori information about the original
states. This new method outperforms common scan tomography schemes by performing the same
task while requiring an order of magnitude less measurements to fully reconstruct an state. It
presents a promising perspective towards efficiently characterising quantum systems.

Additionally, the spectral properties of general quantum frequency conversion processes were
studied in detail. The aim was to design the most efficient frequency conversion process to interface

IX
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different quantum devices working at different frequencies with the available resources. This design
paradigm was put to the test with a sum frequency process to convert light from quantum dots in
the infra-red to the visible in order to measure their temporal properties. Therefore, the process was
designed to convert the light with the maxmium possible efficiency while maintaining the spectral
properties of the original quantum dot emission. This process was succesfully tested experimentally
in Dortmund in the group of Prof. Dr. Manfred Bayer with whom we collaborated for this project.

To complement the temporal mode operation of the QPG experiments, we investigated the gen-
eration of high-dimensional photon states. These states can be directly manipulated with the QPG
and present advantages to many quantum communication protocols due to their higher informa-
tion capacity and spectral correlations. By engineering a parametric down conversion source and
designing a spectral shaping setup for pulses, we produced maximally entangled pairs of photons in
up to six dimensions. This one of a kind photon source clears the path for many high dimensional
quantum systems.

The discussions and results presented in this thesis are the conclusion of my own individual
work. However, the work was carried out in the context of a research group and in collaboration
with colleagues from different universities. Hence, many people has contributed to parts of the
work.

First author publications

e J. Gil-Lopez, M. Santandrea, G. Roland, B. Brecht, and C. Silberhorn, Improved non-linear
devices for quantum applications, New J. Phys. 23 063082 (2021).

e J. Gil-Lopez, Y. S. Teo, S. De, B. Brecht, H. Jeong, C. Silberhorn, and L. L. Sanchez-Soto,
Universal compressive tomography in the time-frequency domain, Optica Vol. 8, Issue 10, pp.
1296-1305 (2021).

Author contributions

e V. Ansari, B. Brecht, J. Gil-Lopez, J. M. Donohue, J. Rehéécek, Z. Hradil, L. L. Sdnchez-Soto,
and C. Silberhorn, Achieving the Ultimate Quantum Timing Resolution, PRX Quantum 2,
010301 (2021).

e S. De, J. Gil-Lopez, B. Brecht, C. Silberhorn, L. L. Sanchez-Soto, Z. Hradil, and J. Rehécek,
Effects of coherence on temporal resolution, Phys. Rev. Research 3, 033082 (2021)



Introduction

The most exciting phrase to hear in
science, the one that heralds the most
discoveries, is not ”Eureka!” but ”That’s
funny...”

Isaac Asimov

In the last two decades we have seen the birth of the first quantum technologies. Devices
such as quantum memories, logical gates or quantum protocols like quantum key distribution and
Gaussian boson sampling, aim at surpassing classical performance and lead us into a new scientific
revolution, a quantum era. The application of quantum devices into everyday life can impact many
fields: medicine with the improved simulation of drugs and chemical compounds, energy production
with more efficient devices and better and safer communication with entangled particles, to name
a few.

Currently, many of these devices have been experimentally proven and there exists theoretical
models for many applications. Moreover, companies around the world are already working on
building quantum computers, highlighting their economic potential. However, we are still far from
realistic final applications as most devices are actually full sized experimental setups occupying
rooms and many don’t reach their expected performance or a significant advantage over classical
systems. A common bottleneck for both problems is the integration of the technologies into small
footprint devices. Just like the computational era began with the integration of electronics into
miniaturised circuitry, quantum technologies will rely on their miniaturisation to succeed.

One promising platform for the integration of the devices are photonic technologies. Photonic
systems utilize the quantum properties of light, exploiting photons as the information carrier.
Photons have the advantage of weakly interacting with the environment. Furthermore, being light
fields, classical light guiding optics can be used to integrate photonic systems using waveguide
structures in different materials and exploiting non-linear effects in these materials. However, the
low number of photons typically involded in quantum systems presents a problem: the photonic
devices must be highly efficient to ensure that photons are not lost. This implies a new challenge
for the integration and application of quantum optical integrated platforms as the quality of the
devices has higher requirements than classical applications.

The work in this thesis is carried out in this context, enhancing photonic integrated technologies
to reach the requirements of final real world devices. In particular, the work carried out focuses on
waveguide integrated non-linear effects for the generation of interesting photon states for quantum
information science applications and the processing of quantum information.

In part I of the thesis, the theoretical background that back the experimental results is laid
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down. Each chapter in this part starts with a brief review of the history of the field discussed
in the chapter, highlighted in blue. The intention of the author is to emphasize the key role of
interdisciplinary work and solid knowledge of the state of the art theories and technologies in the
advance of science. This is fundamental for quantum technologies, due to the current wide variety
of platforms and approaches in development, making these compatible and designing the devices
with the big picture in mind allows us to benefit from prior works and design systems that can
work together, exploiting the advantages of different technologies.

Chapter 1 discusses the basic characteristics of optical waveguides. These are the structures
in which we integrate photonic devices. Next, in chapter 2, second order non-linear processes are
reviewed. The origin of these effects, their nature and characteristics are discussed. We focus
on the parameters that will allow us to design specific processes for quantum applications and
their performance with the pulsed light fields later exploited in this thesis. The characteristics
of the two non-linear materials used in the presented work, lithium niobate and potasium titanyl
phosphate, are discussed as well. Finally, in part 3, the quantum mechanical principles exploited
for information encoding and processing in photons are discussed. The temporal mode framework
to encode information in the energy degree of freedom of photons is detailed. Furthermore, the
theoretical foundation for the exploitation of non-linear processes for the generation and processing
of temporal mode encoded photons is introduced. To that end, the processes of parametric down
conversion (PDC) and the quantum pulse gate (QPG) are discussed.

In part II, we present the experimental results. In chapter 4, the state of the art of quantum
devices is discussed to give a context to the experiments carried out in this thesis. In chapter 5,
the limitations of current quantum frequency conversion processes in waveguides are studied and
addressed. This leads to the fabrication and characterisation of a QPG device four times longer
than any before that improves the performance in all the benchmarks studied. Additionally, a
design paradigm for frequency conversion interfacing quantum dots with other devices is detailed.

Additionally, in chapter 6, the versatility of the QPG is exploited in two quantum schemes,
i.e. parameter estimation and state tomography. First, the QPG is used to estimate three spectral
parameters of two incoherent overlapping fields with resolution saturating the quantum limit and
surpassing the classical bound. Next, the effects of the presence of coherence are studied in the
parameter this estimation scenario. We experimentally demonstrate that coherence doesn’t enhance
or handicap the scheme and propose ways to exploit it to sort the information in the two fields.
Finally, the QPG is used to introduce a groundbreaking quantum state tomography method to
reconstruct quantum states. The randomized compressive tomography scheme reconstructs states
with high fidelity while requiring an order of magnitude less measurements than typically used scan
tomography methods. We experimentally demonstrate the RCT scheme by reconstructing photon
states of different types.

To conclude, a novel PDC source of high-dimensional maximally entangled photons is introduced
and experimentally demonstrated in chapter 7. The engineering of the properties of the non-linear
process combined with the spectral shaping of the pump field allows one to generate two photon
states with a controlled number of maximally entangled modes.



Part 1

Theoretical framework

Nothing in life is to be feared; it is only to
be understood.

Marie Sktodowska-Curie

The experimental results of this work are built upon a deep understanding of the physics un-
derlying non-linear quantum devices and their language. First, in order to tame non-linear effects
to the very particular needs of photons, the basics of non-linear processes must be well understood.
Then, to understand these processes and use them to speak a quantum language, one needs a
quantum alphabet. In this part, we will go from the basic description of non-linear processes to the
characteristics that allows us to tailor them towards quantum applications. Next, we will learn how
to communicate with them in the quantum world by building an alphabet with photonic temporal
modes. Note that we will follow the mathematical calculations with just enough detail to obtain
the results that support the experimental work carried out in the following parts. When proper,
the reader will be directed to more detailed literature should they wish to dive deeper into the vast
ocean of maths behind the presented work.






Chapter 1

Waveguides in a nutshell

The development of waveguides is a great example of how science, technology, and even economical
interests influence the development of new discoveries. Electromagnetic phenomena bloomed into
one of the most important field of physics after the work of Faraday and Maxwell at the end of the
XIX century. One of the most important questions was the propagation of electromagnetic waves
in the vacuum and different media. The only type of propagating wave recognized at first was the
transverse electromagnetic field observed in conducting wires; that is the mode of a transverse plane
wave with electric and magnetic fields perpendicular to the propagation axis. Therefore, that was
taken as the paradigm to study the problem in general. With that mindset, Heaviside concluded
in his study of electromagnetic waves that single line conductors (what we would call today a
waveguide) were not possible without parallel conductors or a ”return” to earth. Hollow tube
waveguides were not possible [1] missing an inner conductor. These systems were thus considered
to have the same behaviour as electricity.

However, in 1897, Lord Rayleigh came to study the problem with his broad experience of waves
from sound theory, light waves and fluids. He solved Maxwell’s equations under the boundary
conditions of a small (centimeter scale) hollow cylindrical structure and found that waves could
indeed be transmitted through such structures [2]. Furthermore, the electromagnetic waves propa-
gated in well-defined sets of modes constrained by the properties of the structure. Finally, Rayleigh
found that there was a cut-off frequency, defined again by the structure, at which waves with lower
frequencies didn’t propagate anymore in fully confined modes.

At this point, the study and experimental demonstration of waveguides would have quickly
sprouted had it not been for the direction that the electromagnetic community had already adopted.
The lack of high frequency electromagnetic sources needed for Rayleigh’s structures and the huge in-
terest and economical potential of radio waves (using low frequencies) for communication, displaced
Rayleigh’s findings out of the spotlight.

It took almost thirty more years and the independent (and secretive) efforts of George C.
Southworth (with the very important contributions of at least one female mathematician Sallie
P. Mead) and Wiltner L. Barrow to prove and experimentally demonstrate the propagation of
electromagnetic waves in hollow tubes, that is, the first ever kind of waveguide. They both had
to rediscover Rayleigh’s findings on their own. It is fun to learn about this today, knowing the
scientific and economic impact that waveguides, optical fibers in particular, have had in scientific
development. We are, so to speak, thirty years behind our own discoveries.
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In this chapter, we will lay down the basic working principles of waveguides. We will discuss
the solution of Maxwell’s equations in guiding structures, which lead to the definition of a guided
mode (a.k.a. waveguide mode) and to the derivation of necessary conditions for the existence of a
guided mode.

1.1 Waveguide field confinement and modes

The simplest form of waveguide is the dielectric slab. It consists of three dielectric material regions
with different refractive indexes, the core of width d, embedded between the substrate and cladding
regions, with lower refractive index, as depicted in figure 1.1. The regions extend infinitely in the
xz plane.

X

Figure 1.1: Slab waveguide on the reference axis. The three regions: core, substrate and cladding,
are differentiated by colors. The refractive index n of each region is noted on the side.

It is useful to start with the description of the slab waveguide as it is one of the few guiding
structures where an analytical solution can be found, and the results provide good approximations
to more complex waveguide structures under the proper assumptions. One can use plane-wave
optics to solve the propagation of light through a slab waveguide. Total internal reflection within
the dielectric slab allows for the confinement of the field.

The light entering the core with a certain angle 65, as shown in figure 1.2, on the cladding (or
substrate) will be reflected and diffracted the interface following Snell’s law

nosinfy = n;sind;, (1.1.1)

where i= 1, 3.
For the field to be confined, it must be totally reflected with 6; = 90°. In that case, there is no
diffracted light and we obtain the critical angle of interface i 6; .:

0;,c = arcsin <&> , (1.1.2)

n2
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so that if 2 > 6; ., there is total internal reflection at both interfaces and the field is confined
inside the waveguide when no > n;, this is illustrated in figure 1.2 with a ray optics description of
the fields. However, the condition 63 > 0; . is a necessary but not sufficient condition for guiding
light into a dielectric slab. In fact, constructive interference among all the reflected waves inside
the structure needs to occur, in order to maintain a lossless, propagation solution which we call
a mode. When the correct self-consistency condition is imposed, one finds that propagation can
occur only for a finite set of angles [3], each defining a so-called propagation mode.

y

' n

Z

Figure 1.2: Representation of an optical ray confined inside the slab waveguide at an angle 63 > 6; ¢

The approach described above works quite well for multi-mode waveguides, i.e. waveguides
that support many modes of propagation. For single-mode waveguides, which are at the core of
the experimental work of this thesis, this explanation is not sufficient. Therefore, the next section
will outline the problem considering the full mathematical description, stemming from Maxwell’s
equations. This way we get a full understanding of the propagation of the fields and how the
structure can modify the behaviour.

1.1.1 Guided modes in the asymmetric slab

Maxwell’s equations can be written as

OE
H=¢on’— 1.1.
V X on” o (1.1.3)
OH
E=—puy— 1.14
V x Ho ot ) ( )

with H and E the magnetic and electric vectors, and €9 and po the dielectric permivitty and
magnetic permeability of vacuum. We will consider that the refractive index is constant in the
propagation direction z and in y, n = n(x).

It can be shown that Maxwell’s equations lead to two distinct sets of guided modes for a slab
waveguide. These mode are defined as transverse electric (TE) or transverse magnetic (TM),
depending on whether the field has no electric or magnetic component along the propagation di-
rection, respectively. This division is rigorous for 2D slab waveguides and is a good approximation
for waveguides with dimensions greater than the wavelength of the guided light. This links directly
with the polarization of the fields and which components [E,, E,, E.] and [H,, Hy, H.| of the fields
are present. We will study TE modes in detail as they are sufficient to discuss the key properties
of waveguides for this thesis. TM modes can be obtained analogously.
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TE modes

TE modes are usually recognized as horizontally polarized fields as waveguides usually sit on ex-
perimental setups on the xz plane as in figure 1.1, with components F,, H, and H,. To solve
equations 1.1.4 and 1.1.3, we consider solutions in the form of harmonic fields like

Ey(2,t) = B, e/ @82, (1.1.5)

taking into account the translational symmetry of the waveguide along z. It describes the Ey
component of the electric field travelling along the propagation direction z, 8 the z component of
the propagation constant inside the waveguide and £, the amplitude of the component.

From Maxwell’s equations, with no variation in y, we obtain

. O0H, \ .

—ifHx — (&n) iwegn’Ey (1.1.6a)
ifE, = —iwpoHx (1.1.6b)
OE :
a—xy = —iwuoH,. (1.1.6¢)

We have considered a weakly guiding waveguide such that n(x) varies slowly over one optical
wavelength. This is the case for waveguides where the refractive index change between regions is
relatively small'.

Substituting 1.1.6b and 1.1.6¢ into 1.1.6a, we obtain the reduced wave equation of £,

Ey 272 2

( D> ) + (n?k* — BHE, =0, (1.1.7)

with k% = w?eouo. Solving 1.1.7 we can find the modes of E, with different propagation

constants By, = fm(w), where m is the number of the mode. It is useful to introduce the effective
refractive index n.g now such that:

B = Nett,mk- (1.1.8)

The effective refractive index describes the “average” refractive index of the guided mode due to
the confined nature of the propagated field [4].

Equation 1.1.7 can be considered separately for each region of the waveguide and one can apply
the continuity condition of the fields to find Ey and 3, for each mode. We write the equations

0’Ey 2.2 _ ;2
52 + (n1k* — B°)Ey, =0, for x < d (1.1.9a)
0’Ey 22 _ ;2
522 + (n3k* — B°)Ey =0, for0<z<d (1.1.9b)
0’Ey 22 _ ;2
92 + (n3k* — B°)Ey =0, for x < 0. (1.1.9¢)

IThis is the case for the structures investigated in this work
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It is important to note the term (n?k? — 32) in equations 1.1.10. The nature of Ey is greatly
influenced by this term. The solution of equations 1.1.10 is an oscillating field confined in the
waveguide core and produces a guided mode only if kon; < 8, < kong. For 8 > kong, the
solutions diverge, and thus describes unphysical solutions (no guiding possible). If 5 < koni, then
the solution oscillates between the substrate/cladding. These solutions constitute a continuum of
guided modes, with power ”confined” outside the guiding region. Therefore, despite there being a
solution to Maxwell’s equations, they are usually regarded as leaky or lossy modes, since power is
not confined in the region of interest. Therefore, not every mode is a guided mode and the values
of B,, will determine the propagation properties of the waveguide.

Restricting ourselves to guided modes, the solutions of 1.1.10 are

Ey(z) = Bre @9, forz < d (1.1.10a)
Ey(z) = Escos(kex — ¢), for0<z<d (1.1.10b)
Ey(z) = Eze” 3%, for z < 0, (1.1.10¢)

where 7 = 2, — k3n2, 43 = B2, — k2n? and k3 = k2ny — 82,. Following the steps of Lord
Rayleigh in his at-first-forgotten work, we introduce the boundary conditions now. Fields must
be continuous in the waveguide region interfaces at £ = 0 and = = d, this produces the following
expression (after some rearranging)

kod — ¢ — @ = mm, with tan ¢ = N and tan ¢ = 73 (1.1.11)

K2 K2
Equation 1.1.11 can be solved numerically and gives different values of B, for different integer
m. However, the number of possible modes is finite (there exist a maximum m). This gives the
total number of modes in a waveguide. The neg for each mode is defined as S8y, /k, and it represents
the effective index seen by light travelling in the structure in the specific guided mode. Finally, the
cut-off waveguide width deyon is defined by the value of d for which m> 1 and the waveguide is
not single-mode anymore.






Chapter 2

Non-linear optics

In 2021, we celebrate the 61°° anniversary of the invention of the laser by Maiman in 1960 [5]. The
laser has since been squeezed (figuratively and literally) to the point that we cannot imagine optics
without it. It should not come as a surprise then that we are also celebrating the 60" anniversary
of what is considered the first non-linear optics experiment: the discovery of second-harmonic
generation by Franken et al. in 1961 [6], only one year after Maiman’s invention.

The invention of the laser itself relied on magnetic non-linearity [7] and some authors [8] might
point out the fluorescence saturation discovered by Lewis in 1941 [9] or even the non-linear effects
discovered by Kerr on the second half of the XIX century [10, 11] as the first non-linear optical
effects. However, the generation of a second-harmonic by Franken, i.e. the generation of a field
at twice the frequency of the original field, was the first all-optical non-linear effect observed ex-
perimentally. The discovery of two photon absorption by Kaiserr and Garret [12] followed very
closely the same year; the process had been predicted by Maria Goeppert-Mayer, the third woman
to earn the physics Nobel prize, in her PhD. Both discoveries were only achievable thanks to the
high intensity fields and the coherence provided by the laser invented one year before.

In this chapter, we will go from the physical origin of non-linear processes to the equations
describing the generated fields. The properties of waveguides discussed in the previous chapter will
be included in the formalism to describe the non-linear integrated devices studied in this thesis.

2.1 The non-linear polarization

The phenomena discovered by Franken, Kaisser, Garret and their associates (and all the new effects
that were discovered thereafter) are the results of the changes of the properties of a material induced
by the presence of light. Changes that depend non-linearly on the light fields present in the medium.

In general, the light fields modify the dipole moment per unit volume, the polarization P(t) of the
material. First, this was used to explain linear effects with the polarization given by P(t) = xE(t),
where Y1) is the linear susceptibility. The solution of Maxwell’s equations in the medium include
the polarization term which is the source of the effects. By including higher order terms of P(t)
through a Taylor expansion

P(t) = XVE®) + xPE2(t) + x\PDE*(t) + ..., (2.1.1)

11



12 CHAPTER 2. NON-LINEAR OPTICS

where x(®) and x(® are the second- and third-order non-linear susceptibilities, we find the non-
linear polarization terms. This is how optical linear and non-linear effects measured were first
explained and described by Bloemberg, Pershan and others in 1962 [13, 14]. We are going to
restrict our description to the second-order processes used in this work, described by the second
term in equation 2.1.1,

PA(t) = xPE2(1). (2.1.2)

For the time being, we will restrain ourselves from fully deriving the expressions for the generated

fields. We will start by unearthing all the non-linear processes that arise from the polarization.
The second order non-linear phenomena arise from the interaction of the optical field E2(t) and

the susceptibility x(?). Let’s imagine that the incident field E(t) has two frequency components

E(t) = Bre ! + Fye 2! y cc., (2.1.3)

which, substituted into equation 2.1.2 results in

PO () = YO [E2em 21t | F2e—i2enty
2E, Eye~(w1twa)ty
2F Eje 1wt e o]y
V(B ET + By E3),

where all the different (second-order) non-linear processes can arise:

1. Second-harmonic generation (SHG) can take place doubling the frequency of one of the inci-
dent components.

2. Sum-frequency generation (SFG) when the original frequency components are summed.
3. Difference-frequency generation (DFG) when they are subtracted.

4. Optical rectification (OR) which is not the source of any propagating electromagnetic field
(notice the absence of a frequency component) and generates a static electric field in the
medium.

These processes are known as three-wave mixing processes as they involve three frequency
components.

The first non-linear experiments that we reviewed earlier were performed in bulk materials. In
1971, ten years after these first non-linear process demonstrations, D. B. Anderson and J. T. Boyd
used a GaAs planar waveguide [15]. Soon after, the advantages of waveguides became clear: field
confinement and longer interaction lengths leading to higher efficiencies, integration potential and
stability among others. As early as in 1988, Stegman and Stolen discussed and investigated the
extent of the advantages of waveguided non-linear processes in several materials [16].

The non-linear susceptibility is a property of the material that defines the non-linear polariza-
tion. To understand how different materials produce non-linear interactions, the description of x(?)
is given in the next section. Then, in section 2.2 and onward, we are going to obtain the expressions
describing the generated fields of second-order non-linear processes in waveguides, with a focus on
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SFG. We will first derive the solutions for monochromatic fields and then discuss how to extend
the results to pulsed fields. The use of pulses and their spectral properties will be a key to the
experimental results of this work. We will discuss them in section 2.3.

2.1.1 Non-linear polarization density

The non-linear polarization of a material is the source of the non-linear processes. The susceptibility
x® couples the three interacting fields and can be described through non-linear coefficients d;; when
the processes are far away from the resonant frequencies of (2 and under Kleinman’s symmetry
conditions [8]. In this case, the non-linear polarization density can be related to the incident field
polarization with

E.(w1)Es(w2)

FE E
Py (w3) dyy dip dis dig dis dis Ey EZBEUELO:Q
Py(w3) | =Meo | dar doz dog doa dos dog By (w) Zw2 . 1) By (ws)
P, (w3) d31 dzz d3z d3q dzs dss Y g ; Y

(2.1.8)
From equation 2.1.8 it is straigthforward to classify the different types of second order non-linear
processes depending on the polarization of the fields and the corresponding non-linear coefficient:

Type 0/1 Type II
dyy diz diz dis dis dig
dor dop dog dos dos dog |, (2.1.9)

d31 d3z d3z d3s d3s  dsg
with di1, doo and ds3 the type 0 coefficients. If we take SFG processes, then:

e Type 0: the polarization of the three fields is the same.

e Type I: the polarization of the generated field Fj is different from that of the incident fields
E1 and EQ.

e Type II: the two incident fields have different polarization. The generated field polarization
depends upon phase-matching conditions.

The non-linear coefficients of a crystal are defined by its structural symmetries!, limiting which
processes are possible.
2.2 Non-linear coupled-wave equations in waveguides

We are ready now to derive the wave equation from Maxwell’s equations in the non-linear material.
We will start with a planar wave description and then modify it for waveguides. The displacement
field D contains the material non-linear polarization Pyr,,

L Crystals can be classified in crystallographic classes depending on their symmetries [17]
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D =¢pe.F + PxL. (2.2.1)
With this, we obtain the wave equation
2 2 1 2P
UxVxB o+ g  1Oh (2.2.2)

o2t 2 oz
where the subindexes n denote the three interacting fields in the medium (n = 1,2, 3) and we have
neglected energy loss. Note the subindex under the refractive index n, this refers to the effective
refractive index of the fields as they propagate through the waveguide. We introduce now a common
naming convention for the fields names as described in figure 2.1: pump, signal and idler fields.

Signal
D ——— - P
Idler
“ - P

Pump —

Figure 2.1: Sketch and nomenclature of the fields for classical x(?) three-wave mixing processes.
This sketch represents SFG and DFG processes, for SHG the signal is the same field as the pump.
The dashed line represents the unconverted/undepleted throughput fields through the medium.

With our continuous-wave (CW) monochromatic fields written as

En — Anei(ﬂnz*“’nt)’ (223)
where (3, is the propagation constant of the field in the waveguide, z is the propagation axis and
A, = A, (2) is the amplitude of the field. The non-linear polarization is then

Pn = M&fodAiAjei(BiiBj)Z, (224)
withn,i,j € [1,2,3] and n # i # j.

with M a multiplicity factor with value 1 for type 0/I SHG and 2 in all other cases, and d the
non-linear coefficient for the process under study. The sign between the s depends on the process
as well as the frequencies (for example, 83 = 81 + f2 for SFG).

Substituting the three fields 2.2.3 and the polarization into equation 2.1.1, we obtain the coupled-
wave equations of the field amplitudes

A 2,72, ,2 .
A [ BTEO g pemine (2.2.5)
dz ninonsc3eq
dA 22,2 _
Az | BT g pemings (2.2.5b)
dz N1MNaN3C3eg
272, ,2 ‘
Ay [ BT ) Ageisse (2.2.5¢)
dz n1NaN3C3eg
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with AB = p1 + B2 — B3 the momentum mismatch between the fields and @ the field overlap in the
axes orthogonal to the propagation direction z,

0= [ dadyEs (o) Ba(o. ) Ei 2. )., (2.2.6)

These are the coupled-wave equations that describe the three fields propagating through the non-
linear medium. The amplitudes of the three fields are coupled and the generated field is defined by
this coupling with the input fields.

This is the perfect time to raise a question: from all the second order processes we learnt may
arise from the polarization, which one takes place? All of them at the same time? We can answer
this by carefully looking at both sides of the wave equation 2.2.2 for an SFG process. For the
generated field n = 3, on the left-hand side we have an electric field at frequency ws propagating
with momentum 3. On the right-hand side, the polarization Pj oscillates at frequency wy + wo
and propagates with 81 + B2. The frequencies must fulfill energy conservation for the process to be
physically feasible in the first place so that w3 = w; +ws. Then, the efficiency of the process depends
on the interference between the generated wave at ws and the polarization. Perfect interference
occurs when the two propagate with the same momentum, i.e. 83 = 81 + B2. This is known as
the phase-matching condition and a process is said to be phase-matched when A = 0. At phase-
matching, the non-linear process is most efficient. When the equality is not satisfied, the two waves
propagate at different speeds, fall out of phase and A # 0. In this case, the process efficiency
decreases from the maximum.

From our earlier definition of 5 = nky, we can susbsitute the wavenumber kg = w/c to write the
phase-mismatch of an SFG process as

ny(wywr | na(wz)ws n3(w3)w:),> . (2.2.7)

AB(wr,wa,w3) = ( + -
c c c
This expression highlights the main role that the frequencies and the effective refractive indexes
of the fields modes in the waveguide play to restrict the non-linear processes available. A similar
expression is written for each kind of second-order non-linear process by carefully changing the
signs to follow energy and momentum conservation.

2.2.1 Quasi-phase-matching and periodic poling

The refractive index and frequency dependency of the phase-mismatch severely constrains what
processes are possible in a material or structure. With a few exceptions, the most straightforward
way of getting a phase-matched process is by exploiting birefringent materials. This is known as
birefringent phase-matching and exploits the difference in refractive indexes of the crystallographic
axes of the material to phase-match different fields. However, birefringent phase-matching is still
very constraining and allows only the processes permitted by the materials own refractive index
combinations.

A higher degree of tunability of the phase-matched frequencies can be achieved by a careful
study of the propagation of the three fields in the medium, in the absence of phase matching. As
we discussed in section 2.2.2, frequency components at perfect phase-matching AS = 0 always add
coherently and out-of-phase components will dephase continuously. Since the excitation polarization
at P3 propagates with momentum (8; + 2), while the generated field at w3 propagates at 3, every
ABL = 7 the two waves (P; and FEs3) have opposite phase. Therefore, they go repeatedly in and
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out of phase leading to an oscillation between constructive and destructive interference. Hence, no
signal is effectively generated at ws[8].

On the other hand, if we invert the sign of the excitation wave with the same periodicity, i.e. if we
re-phase P3 and Ej3 at every L = w/AS, then we can obtain constructive interference and generate
field at ws. This is the mechanism behind quasi-phase-matching. This was identified as early as in
1962 by Armstrong et al. [13]. By inverting the orientation of the nonlinear susceptibility x2 with
period A, one can modify the phase matching condition such that the allowed process satisfies the
condition AB = 27 /A. The phase-mismatch term is then, assuming an SFG process:

AB = (51 + By — B3 T) ; (2.2.8)

with the term 1/A corresponding to the added phase of the periodic change with period A. Arm-
strong proposed switching between different materials at each period to compensate for the dephas-
ing.

For ferroelectric materials, a more elegant approach is possible. Domain inversion through the
application of high-voltages allows one to periodically switch the spontaneous polarization of a non-
linear medium, inverting the crystal orientation and x(?). This provides a method to modulate the
phase-matching with the desired period A and design quasi-phase-matched processes with equation
2.2.8. This was first applied to lithium niobate by Yamada et al. in 1998 [18].

Quasi-phase-matching is another illustration of how the detailed study of a physical process (in
this case the out-of-phase solutions of the non-linear polarization by Armstrong) and the results in
experimental applications (limited frequencies for non-linear processes) can lead to new technologies.
An effect that was initially considered a limitation, was the basis for the design of tailored non-linear
processes.

2.2.2 Phase-matching function

The amplitude of the generated field depends on the properties of the material and the interacting
fields. Assuming that the input fields A; and As are not depleted through the process, we integrate
equation 2.2.5¢ over the interaction length L to obtain the amplitude of the generated field As:

L
8m2d%w? .
A3 (thUQ, w3, L) = 733 eZAﬁZdZ =
ninan3c’eo Jo

AS(wlvw%vaL) =

ST e (AﬁL) S (2.2.9)

n1NaN3C3en

PM function

where the underlined part is also known as the phase-matching function (PM) ¢ of the process.

The PM function contains information about the momentum conservation of the non-linear
process and waveguide propagation properties for the fields. For each process, it represents the
amplitude of the involved frequencies as represented in figure 2.2a). Energy conservation is then
enforced by the CW pump with wpump = Woutput — Wsignal. The CW pump slices the PM function
and produces a 1D spectrum of the amplitude of the generated field at different frequencies like
in figure 2.2b). Finally, the length of the device L defines the bandwidth of the amplitude which
narrows with increasing length. The length also impacts the final conversion efficiency as discussed
in the next section.
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Figure 2.2: a) Example of the PM function of an SFG process in a 2mm long lithium niobate slab
waveguide with a periodic poling of A = 4.2pm at a 100°C. The absolute value of the amplitude
is plotted. The red line shows the 841nm CW pump. b) Absolute value of the amplitude of the
phase-matched process at different output wavelengths for the CW pump in a). The dot shows the
perfect phase-matched process 841+1550—545.2nm where the amplitude of the generated field is
maximum due to AS = 0 for the chosen wavelength combination.

2.2.3 Evolution and efficiency of the generated field

We have solved the equations of the interaction to obtain the PM function. To obtain the intensity
of the generated field at any point z through the medium we can look at the process at perfect
phase-matching AS = 0 and under the no pump depletion approximation. The pump (Es) is then
constant and that there is no generated field at the beginning of the interaction E3(z = 0) = 0.
Under these conditions, 242 = (0 and we are left with equations 2.2.5a and 2.2.5¢. It’s useful

dz
here to define the normalized conversion efficiency

2,,2 .2 72 2
_ Smwiwsd’|6]7 (2.2.10)

nnorm 3
ningnsc

with units W-tem™. It describes the efficiency of the process, normalized per unit pump power
and sample length. The normalized efficiency depends on the effective non-linear coefficient for
the process considered, the spatial overlap, the effective refractive indices and frequencies of the
interacting fields. Therefore, it is a very useful quantity to compare the conversion efficiency of
processes under the same experimental conditions.

When integrating the system with equations 2.2.5a and 2.2.5¢ in z at perfect phase-matching
AB = 0, we obtain the spatial dependence of the fields amplitude:

{Al(z) = A1(0)cos (Vnorm127) (2.2.11)

A3(2) = ~141(0)/2sin (ViluorT22)
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with A,,(0) the amplitudes at z = 0. The evolution of the generated field intensity, I3(z) = |A3(z)|?,
is given by

I3(2) = I, (0) 2 sin? (\/nrlormlgz) . (2.2.12)

w1

2.3 Pulsed non-linear processes

At this point we move away from the monochromatic description of the fields to the description of
these processes using pulsed light. To include pulsed fields in the non-linear process description, we
have to account for dispersion in the waveguides and what role it plays in the processes [19].
Pulses are characterised by their spectral envelope f(w) at a central frequency wy, an example
is given in figure 2.3. Every frequency component of the pulse contributes to the phase-matching,
leading to parts of the pulse being phase-matched and the rest contributing to out-of-phase com-
ponents. The generated field is now a new pulse, given by AB(Q2) as depicted in figure 2.4.

Aw) Aw)

fw) )
AAAA nnﬂAA
vuu

Figure 2.3: Example of a pulse spectral envelope in frequency and its complementary temporal
distribution in time, with f(¢) the Fourier transform of f(w).

Due to the materials’ dispersion, pulses of different central frequencies will travel at different
group velocities. If we expand AS in its Taylor series:

-~ dAB(wr,ws) dAB(wr,w3)
Aﬂ(wl,wg) =AB+ 7d(w1) Aw + 7d(w3) Aws ..., (231)
the first derivatives in wy and ws
OAB _ (0fs _ 0P _ 0B (L1
Owi (&ul Owr (9w1> Awr = <'Ug72 vg,1> Aw (2.3.2)
OAp 0p3 002 dp1 1 1
— == 2 P VA= — — — VA 2.3.
GW3 (8w3 ng aW3> wa (U%g v%2> w3 ( 33)

include the group velocities of the fields. Therefore, the slope of the PM function at perfect phase-
matching

Vg2 =V

Aw; ) Vg2~ Vg
tan ( =2 9 (2.3.4)
Z&a@ 9,3

depends on the group velocities of the three fields. With the relation between the group velocities

of the fields, different important group velocity matching (GVM) conditions can be defined: pump
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and signal GVM allows one to match the interaction length to the waveguide length for maximum
conversion efficiency and produces an horizontal PM function, symmetric GVM with the signal
and output/idler at the same distance between the pump produces a 45° PM function an easily
separable output and signal fields in frequency. This relations will be better understood later, when
we look at the the group velocities of different wavelengths in figures 2.5 and 2.7 for two different
materials.

2.3.1 Efficiency of pulsed processes

The equations describing the field evolution in 2.2.5 carry the temporal term from the wave equation
that includes the group velocities. This renders the calculation of the field amplitudes very hard
to obtain through integration. Therefore, an analytic expression for the efficiency of the field at
phase-matching is not available.

The main difficulty lies in the pulses travelling at different speeds due to dispersion through
the waveguide in the non-linear material. This changes the interaction length as pulses move away
from each other. It can be shown that, for processes in which the input fields are group velocity
matched, the coupled-wave equations reduce to those studied for monochromatic fields [20].

Experimentally, the conversion efficiency of a pulsed process can be measured through the
converted to input power ratio, under the undepleted pump approximation. We can then describe
the efficiency with a similar expression to equations 2.2.11

Pconverted

TlPulsed = = Sin2 nnox'mPpLinh (235)

Pinput

where P, is the integrated optical power of the pump and Li,; the interaction length that is now
defined by the input pulses walk-off through the medium?. We are using the monochromatic
expression to derive, empirically from experimental data, a quantitative expression to compare
different processes. Although it is not derived from the coupled wave equations, the behaviour
of the pulses cannot stray too far from this expression at low pump powers. By including the
interaction length, we take into account the length at which the pulses interact while they surpass
each other at different group velocities and the optical power of the pump accounts for its energy.
With this expression, one can obtain an 7y, for a non-linear process and compare its performance
with other processes under the same experimental conditions.

2.3.2 The transfer function

The amplitude of the generated field depends now on the envelopes of the pulses and the PM
function is not enough to describe the full process. Previously, we obtained the amplitudes of the
generated frequencies by enforcing energy conservation with the pump ”slicing” the phase-matching
function. The situation is a bit different for pulses, as now the energy conservation must be ensured
by every frequency component of the envelop of the pulses. For that reason, we introduce the
transfer function (TF)

‘TF = (w1, ws, L)a(w; + ws), ‘ (2.3.6)

2In the case of processes with a single input field, Liy is the length of the device as the only interaction is between
the input pulse and the medium and there is no walk-off.
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Figure 2.4: JSA resulting from applying a pulsed pump to the PM function of the SFG process
discussed in figure 2.2 a). The pump full width at half maximum (FWHM) is indicated by the
dashed white lines. A pulsed signal input generates a new pulsed output from all the frequencies
of its envelope allowed by the JSA function. The input and output pulses FWHM are indicated in
dotted lines, with red the input and green the output.

where ¢ is the phase-matching function of the process and a(w; + ws) is the spectral envelope of
the pump. With this we obtain a 2D picture of the spectrum of the process. In the case of SFG, it
is useful to represent the transfer function of the process with the signal and output frequencies as
variables. Then, the TF maps input spectra to output.

The TF includes important characteristics and properties of a pulsed process. The implications
of the TF will be discussed in detail for the studied processes in the next chapter.

2.4 Non-linear waveguide platforms

There are many materials in which waveguiding structures can be produced. As we have learnt, the
confined modes depend on the materials used, their refractive indexes and the structure built. One
must not only consider the guiding properties of a certain waveguide but which other characteristics
of the materials one wants to exploit for the application: the transparency range, dispersion, electro-
optic effects and optical non-linearity among others. Due to their unique non-linear properties, in
this thesis we study lithium niobate and potassium titanyl phosphate in detail. We will focus only
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on the processes arising from the second order non-linear susceptibility studied in previous sections.

2.4.1 Lithium niobate

Lithium niobate (LN) is a dielectric material widely used in optical telecommunication networks
thanks to its wide transparency and prominent acousto-optical, electro-optical and nonlinear optical
properties. It is an artificial crystal, first fabricated by Zachariasen in 1928 [21].

Due to its crystalline structure, LN is a negative uniaxial birefringent material with ordinary
and extraordinary optical axes parallel to the crystallographic c-axis. The extraordinary and or-
dinary refractive indexes can be obtained through Sellmeier equations (which include the effect of
temperature) [22, 23].
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Figure 2.5: Normalised group velocities in LN for both crystallographic axes.

The normalised group velocities vg/c, with ¢ the speed of light, are shown in figure 2.5 for both
axes. The uniaxal birefringence produces interesting behaviour for three-wave mixing processes. It
is for example possible to produce group velocity matched type II SFG with the signal and pump
fields in opposite polarizations.

LN lacks inversion symmetry, granting a non-zero x(? and thus second order non-linear prop-
erties. Its non-linear coefficients are:

0 0 0 0 ds1 —dao
—dgg dy2 0 d; O 0 |,
ds1  d31 dss O 0 0

with dz3 = 27.2 £ 2.7pm/V, d3; = 4.35 £ 0.44pm/V and dos = 2.1 + 0.21pm/V [24].

One major drawback of LN is its low photorefractive damage threshold. Photorefraction causes
the refractive index of the material to change under strong incident electric fields. Due to the
dependence on the refractive index of guiding structures and non-linear processes, this can severely



22 CHAPTER 2. NON-LINEAR OPTICS

impact their performance. A possible solution, utilized in the experimental works presented in part
I, is to operate at temperatures higher than 170 degrees Celsius [25].

2.4.2 Titanium diffused LN waveguides

One of the main objects of study of this thesis is the QPG, an SFG device engineered into Z-cut
titanium diffused LN waveguides (Ti:LN). These structures are channel waveguides fabricated by
diffusing titanium into LN, which increases the refractive index in the region, allowing confined
modes to propagate.

The waveguide fabrication follows this procedure, illustrated in figure 2.6:

1. A titanium film of thickness 7 is evaporated onto the surface of a 0.5mm thick LN crystal. A
photoresist layer is then deposited on top of the titanium layer.

2. Using a photomask and standard photolitographic techniques illuminating with an ultraviolet
lamp, photoresist stripes of width w are patterned on the titanium layer.

3. Exposed titanium is removed with chemical etching.

4. The remaining photomask is removed, resulting in titanium stripes of width w and thickness
T on top of the LN.

5. The sample is then introduced into an oven where the diffusion process takes place.

The temperature T' of the diffusion process, its duration At and the titanium thickness 7 and
width w, define the resulting concentration profile of the titanium in the LN. The concentration
profile can be calculated following Strake et al. [26]. The knowledge of the concentration profile
and how it modifies the local refractive index is feed back into a numerical solver that calculates
the effective refractive index of the guided modes of the structure.

2.4.3 Potassium titanyl phosphate

Potassium titanyl phosphate (KTP) is another important non-centrosymmetric non-linear material.
It was fabricated for the first time in 1890 by Ouvrad and Troost [27]. It also has a wide transparency
range in the visible and telecommunication wavelengths and, unlike LN, a high damage threshold
(low photorefraction) and its dispersion properties do not change much with temperature. These
last properties make KTP very useful to implement processes at room temperature.

KTP is a biaxial birefringent material with different refractive indices in x, y and z axes. A
Sellmeier equation exists for all three of them [28]. These dispersion relations are key for the design
of interesting processes in KTP. They allow for symmetric and asymmetric group velocity matching,
with the pump on the faster axes, generating a separable bi-photon state at telecom wavelength
[29]. The group velocities are shown in figure 2.7.

KTP has lower non-linear coefficients than LN, but the aforementioned characteristics make up
for the differences as some interesting processes are not available in LN. The non-linear coefficients
at 532nm and 1064nm are [30, 31]:
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Figure 2.6: Fabrication process of Ti:LN waveguides.
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2.4.4 Rubidium exchanged KTP waveguides

The most common type of KTP waveguides are Rb exchanged channel waveguides. They were
first fabricated by Bierlein et al. in 1987 [32]. They offer high non-linear efficiencies and the
integration of electrooptic components on chip. The discussion on the fabrication of Rb exchanged
KTP waveguides is out of the scope of this thesis as, contrarily to LN, commercial samples were
used.

Nonetheless, the fabrication process is somehow similar. A photomask is used to pattern the
waveguide structures, leaving only the desired stripes unmasked for the Rb exchange on a chemical
bath. The Rb concentration can then be used to calculate the refractive index increase of the
waveguide and the calculation of the effective refractive indexes. The model was developed by the
company AdvR Inc.[33] and is the one used for the modelling of the waveguides in this work, with
different coefficients following the discussion in [34].
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Figure 2.7: Normalised group velocities in KTP for all the cyrstallographic axis.

2.5 Waveguide inhomogeneities and where to find them

As it is often the case in experimental science, things are far from the ideal conditions assumed
in the theory. In the case of waveguides and integrated structures, we assumed that the refractive
index was constant in y and z and changed in = as the substrate and core materials changed.
However, and this comes as no surprise to engineers and technicians working in the fine arts of
waveguide fabrication, this is not the case of real waveguide structures.

The PM function defines the non-linear process and it depends on the effective refractive in-
dex of the waveguide, reflecting its properties on the final result. In chapter 1 and section 2.4 we
learnt how neg changes with the structure parameters and other experimental conditions such as
the temperature of the material. Hence, fabrication and experimental inhomogeneities on waveg-
uide parameters (such as the fabrication parameters resulting in the waveguide width and depth,
temperature distribution over the structure and material composition) cause the effective refrac-
tive index of the waveguide to vary along z and impact the non-linear process within. In this
situation, with the effective refractive index being a function of the propagation axis n(z), the
phase-mismatch is not constant for the three interacting fields anymore and must be integrated
in the phase-matching function to account for the phase accumulated by the fields as they travel
through the inhomogeneous waveguide.

Accordingly, equation 2.2.5¢ must be changed to

dAs  8midw? [
s _ ﬂizws Ay Agel 5 2B (2.5.1)

with AB(&) = B1(€) + B2(€) — B(&) £ 2n/A. The phase-matching function is then [34, 35]

Lo
© X Z/ el fo AP g, (2.5.2)
0
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Figure 2.8: On the left, the AS variation profile of an inhomogeneous waveguide is shown. The
orange dotted line would describe an ideal waveguide. On the right, the PM function resulting from

the profile..

which has to be numerically solved for each AS profile.
As depicted in figure 2.8, the new phase-matching function will move away from the sinc shape

and present asymmetries. This will impact the application of the non-linear process. We will discuss

the implications in chapter 5.2.






Chapter 3

A quantum language

The history and development of humankind is strongly linked to that of communication and in-
formation technologies. The growth of human groups and societies has driven the development
of better and more durable information storage devices as more information needed to be stored
and communicated farther [36]. When information started to get too extensive and complicated
for oral transmission, human language was translated into physical storage devices such as stones,
wax tablets and finally different forms of paper. Communication systems evolved much slower,
until the invention of the telegraph, we only had relay towers (using fire or other signals) besides
transporting the physical media. That also meant that the storage device was in itself a form of
communication and it had to endure and survive transport to reach a receiver. Written storage was
only dethroned, after centuries!, by the invention of computers and the digital revolution in the
XX century. Communication devices saw a quicker development from the telegraph, radio waves
came and then electrical and optical communication, parallel to the invention of computers, led to
the invention of the internet. Computers and the internet revolutionized telecommunications, con-
necting humans and information all over the earth and getting humankind into the contemporary
era.

Using computers, information started to be stored and processed in progressively smaller devices,
allowing immense quantities of information to be kept with a small footprint. In fact, Gordon Moore
predicted in 1965 in what is known as Moore’s law: the number of transistors in a chip would double
every 18 months [37], supporting more and more information in smaller devices. Moore’s prediction
presents an interesting question: with digital devices getting smaller and smaller, what is the limit?
They will reach the point at which individual atoms and electrons are involved and quantum effects
start to take place. This realisation paved the way for the development of quantum communication
and information technologies.

The second half of the XX century saw quantum theory applied to information and computing
theories. Contributions such as conjugated coding (invented by Stephan Wiesner in 1968, although
unpublished until 1983 [38]; Charles H. Bennett discussed it with Wiesner which pushed Bennett’s
own efforts forward), the non-cloning theorem by James Park [39] and Alexander Holevo’s demon-
stration of qubits increased information capacity over classical bits [40], led to the foundational

11t is actually striking to think that books have been around for millennia now and stay a cornerstone of human
knowledge. However, that is probably a biology problem more than physics one. We are still stuck with our natural
eyes and brains to perceive information, pray to the Omnissiah.

27
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works of quantum computing with the first proofs by Benioff and Feynman [41, 42], quantum infor-
mation theory with Ingarden’s work [43] and the first quantum cryptography protocols by Bennett
and Brassard [44]. All these results demonstrated the higher computational power of quantum
inspired schemes, which Preskill named “quantum supremacy” in 2012 [45, 46]. There is a new
communication revolution in the horizon, if we manage to handle the quantum world.

To develop and exploit quantum technologies, we need to marry a deep understanding of the
theory with the engineering of the new quantum devices. As wide as the field is, the scope of
this thesis is the generation of quantum light for information encoding and the processing of such
information. Starting from the description of a quantum system, we will describe the quantum
states in which we want to encode the information, discuss the properties that a quantum alphabet
needs and how to encode and manipulate information in photon states. This is then linked to
non-linear processes and how to use them to actually encode and process the information in photon
states using real integrated devices. We will mainly follow the concepts as explained by Gianfranco
Cariolario in [47], the reader is directed to this work to expand the descriptions given here.

3.1 Hilbert spaces and the quantum alphabet

Quantum states are the objects under study in quantum physics and our aim is to encode infor-
mation within their properties. We first need to understand what states are and how they are
defined.

A quantum state defines the properties of an object in the quantum mechanics framework. The
description of states and their environment is conveniently given by the first postulate of quantum
physics:

Postulate 1 The state of an isolated physical system is represented, at a fized time t, by a state
vector 1) belonging to a Hilbert space H called the state space.

The state vectors |¢) (note that we have introduced Dirac’s braket notation [48]) represent
quantum states and they are described within a Hilbert space. A Hilbert space is a complete
inner-product complex vector space [47]. The properties and relations defined by such a space,
mathematically describe the states. The properties of interest for our discussion are:

1. Orthogonality: two states |z), |y) C H are orthogonal if their inner product is

(xly) =0 (3.1.1)

2. Linearity: a Hilbert space, being a vectorial space, assures that every combination of states
|z); is a state too,
ailx)1 + aslx)e + ... + aplx), € H. (3.1.2)

3. Bases: there exists subsets of orthogonal states of H, B = {|b);, i € D} called bases, with
D =11,2,...,d] and d the dimension of the Hilbert space, such that

span(B) = H, (3.1.3)

a basis generates H through linear superposition of the basis states.
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The quantum states of our photons are states of a Hilbert space then. Using a basis, we can
describe any state |z) as a linear superposition

) = > ailb), (3.1.4)
ieD
where the coefficients a; are the weight of each basis state in the superposition. If all the vectors

of the base are normalised, then we obtain an orthonormal basis. Describing a state with a base
gives us a natural alphabet, the basis vectors, to encode and read information.

3.2 Operators and projectors: reading quantum states

In quantum mechanics, states are manipulated through mathematical functions called linear oper-
ators (we will shorten to operators from now on) that can be described with linear combinations
of outer products of the basis vectors of the Hilbert space. Operators are denoted with the hat
symbol A. An operator A = |¢;)(cy| transforms a state from a Hilbert space to another state such
that

ly) = Alx) = (calz)c1). (3:2.1)
_ Operators A as defined, act on kets, |x). We define adjoint operators as the conjugate operator
A*, that act on bras (z|, given that they belong to the conjugate Hilbert space: (x| € H*.
We define now Hermitian operators for which
A= A*. (3.2.2)
Hermitian operators are integral to quantum mechanics due to their properties:

1. Real eigenvalues: considering that the eigenvalues of an operator describe its physical
properties, they must be real.

2. Orthonormal eigenvectors: the eigenvectors of an operator are then a possible basis of
the Hilbert space in which they operate. In fact, they are an ideal base to describe the
states because allows one to exploit orthonormality relations in the different expansions of
the eigenvectors, e.g. HG modes from a Gaussian operator.

3.2.1 Projectors

Projectors are an important type of Hermitian operators as they define one class of quantum
measurements, our tool to read states. A projector is a specific kind of operator where (ca| = |¢1)*,
defined with

P = |p){p| (3:2.3)

where |p) is a normalized state and the idempotent property P2 =p. Applying a projector to a
state produces

Plz) = |p)(plx) = klp), (3.2.4)



30 CHAPTER 3. A QUANTUM LANGUAGE

where k is the overlap between |p) and |z). This describes the projection of |z) on |p) very much like
a vectorial projection as depicted in figure 3.1. Hence, if we project a state onto the vectors of an
orthonormal basis as defined in equation 3.1.4, we will obtain all the coefficients ¢; that represent
the state in that basis. In other words, with

d d
2) = 3" Pila) = 3 fea)ela). (325)

we can completely describe the state in terms of projectors PI up to dimension d, which can in
turn be used to read the composition of the state in their basis.

v N ‘33>
\
\

\
\ P

Figure 3.1: Result of applying projector P on state |2) on a two dimensional space.

3.2.2 Reading quantum states

The next two postulates manifest the importance of operators and projectors to understand and
read quantum states.

Postulate 2 The evolution of a closed quantum system is described by a Hamiltonian operator
H(t).

In the schrodinger (interaction) picture, the evolution is given by:

o 0 A
ihscl) = £(2) o) (3:26)

with |t¢p) the state at ¢ = 0. The Hamiltonian describes the evolution of the total energy of the
state through time. Now, at any point in time we might want to measure one property of the state,
called an observable.

Postulate 3 ]fz‘i 18 an observable with eigenvalues a;, then A may be described by

A=Y apP, (3.2.7)

with P; projectors of the observable eigenvectors.
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When measuring with an observable, the result is always an eigenvalue of the observable.
Therefore, it’s advantageous to use the eigenvectors of the observable (which constitute a basis
set) to describe a general state, since

(W|Alp) = Z_ lei|” a. (3.2.8)

3.3 Encoding information in photon states

We have described our states with basis sets that allows us to write them as the superposition of
many vectors. The basis vectors are an alphabet with which to encode information in the states. For
that, we have to choose a degree of freedom (an observable of the space) to encode the information.
Photons have many degrees of freedom available for information encoding. Polarization is the first
one to come to mind, as it was one of the first bases used for entangled photon sources, demonstrated
by Kwiat et al. in 1995 [49], and we will use it to demonstrate a simple information encoding scheme
in a two-dimensional space.

The polarization space can be described with the basis vectors | <») and | ), representing
horizontal and vertical polarization respectively. The photon state can then be describe with

[¥) = a1 <) +c2| 1), (3.3.1)

where the coefficients must be normalized so that >, c? = 1. A state as the one described by
equation 3.3.1 is called a qubit, a quantum bit where the 0 and 1 classical values are now the two
polarizations. To read this information, we just have to project the state into both polarizations.

The horizontal and vertical polarization vectors are in fact eigenvectors of the polarization
observable and they have allowed us to write the state in its most natural form. Furthermore, by
describing operators and observable in matrix form, observable are diagonal matrices and projecting
them is as simple as the matrix multiplication

(001 002) (2) (3.3.2)

Virtually any physical quantity of a photon is available for information encoding, it is up to the
application which one is more suitable. For example, polarization is limited to two dimensions
which limits applications and the amount of information that it can carry, transverse spatial modes
have no dimensional limitation but are not compatible with spatially single-mode guided optics.

Energy is a third option. Information can be encoded in the time-frequency spectrum of photons.
This method supports an infinite dimensional Hilbert space while maintaining a single spatial
mode. This makes time-frequency encoding compatible with off-the-shelf spatially single-mode
telecommunication optics components, a huge advantage for telecommunication applications. To
describe states in the time-frequency domain, we need bases that allows us to describe the time-
frequency components of any photon state. One such a basis are temporal modes [50].

The states can then be written as a superposition of a continuum of single-photon states at
frequencies w:

3.3.1 Temporal modes
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Figure 3.2: The spectral distributions in frequency (left) and time (right) of the three first modes
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where f(w) is a complex function describing the spectral distribution of the wave-packet, al is
the standard creation operator at frequency w and |0) is the quantum vacuum state?. Basically,
f(w) describes the probability of a photon being created at a certain frequency. The state can be
translated into the time domain through a Fourier transform

1A = / dtF (1) At (1)0), (3.3.4)

which now represents photons being created at different times ¢. Due to this relation between
frequency and time modes, we generalise and call them temporal modes?.

It is useful to define a broadband operator A fT,
. . d
A = [afwiin = [ § 1w ) (3.3.5)
7r
that generates the state |Ay) = AfT|O>.

States in general can have any f(w) but, if we want to build the basis for our Hilbert space, we
must find sets of functions that are orthogonal. As discussed, the natural basis are the eigenvectors

2A state containing no photons.
3Sometimes they can also be known as time-frequency or pulsed modes.
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of the observable under investigation, the energy. For a Gaussian-like state, we can use Hermite-
Gaussian (HG) functions up to the n*® order to obtain the temporal mode basis of an n-dimensional
space. The first three HG temporal modes are depicted in figure 3.2. Now we can write any single-
photon state by expanding equation 3.1.4 with

) =3 cad10). (33.6)

Here, each broadband operator AnT generates the single-photon state at each basis temporal
mode n up to dimension d. Note that this can span an infinite-dimensional Hilbert space. How
do we exploit such a framework? We need devices to generate states encoded in this TM and to
process and read them In the next sections, we review non-linear processes for these applications.

3.4 Quantum non-linear optics: parametric down conversion

Parametric down conversion* (PDC) can be considered a special case of DFG process that can only
be explained from quantum mechanics as there are two inputs containing the quantum vacuum
state |0). The process is illustrated in figure 3.3. In the process a pump photon decays into two
photons (signal and idler) that sum to the original frequency, w, = ws + wi. This state containing
two photons is often called a bi-photon state.

0) Signal
e —
Pump

PDC ——

————
0)

Figure 3.3: Schematic description of PDC process with an undepleted pump field.

The process was first proposed by Louisell, Yariv and Siegman in 1961 [51] (with a follow-up
in 1963 [52]) when studying optical parametric amplifiers under quantum mechanics. The field
quantization of the parametric amplifier resulted in two output modes generating photons whose
amplitude and phase depend on the original pump and showed correlation.

PDC was first demonstrated experimentally during the hype of experimental non-linear results
in the late 60s. Harris et al. and Magde et al. produced PDC in two different non-linear media [53,
54]. Since then, PDC increasingly gained attention as a reliable source of bi-photon states and its
capability to generate entanglement (non-classical correlations) between the two generated photons
(particularly type IT PDC).

The PDC states are described, in the interaction picture and ignoring time ordering effects, by

4 Also known as spontaneous parametric down conversion.
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4)PPC = exp [2/ deI(PDC)(T)] |1ho) PP, (3.4.1)
T

1

with T the time of interaction of the fields, |1o)"PC the state at the interaction starting time and
H®DPO) the Hamiltonian of the PDC process. In general, the Hamiltonian does not commute with
itself at different times, leading to a complicated time integra. Therefore, we limit our study to
the low gain regime where time ordering effects can be neglected. The Hamiltonian describes the
interaction of the three fields with the non-linear medium within the waveguide and reads [55]

HE®PO) (1) = ¢, / daxPE (2, )EO) (2, B (2,4) + e, (3.4.2)

where

E(P (2,8) = B (2, 1) =

:/dwnfn(wn)d(wn)ei(ﬁ“z_w“t) (3.4.3)

are the electric field operators [56]. f(wy) can be taken outside the integral under the slowly varying
approximation. Furthermore, as the pump is considerably stronger than the generated fields, we

can substitute E;S;+)(Z, t) with the classical field [57]

Ep(2,t) = a(wp)elPzwrt), (3.4.4)

Gathering all this and performing straightforward operations, the resulting Hamiltonian is given
by

HFPPO) () = A / dzdwydwsduwnal (ws)al (wi)a(wy )el(APz s twimwplt) (3.4.5)
One can recognize the exponential term e'“#% whose integral resulted in 2.2.9. Finally, by
performing the integral over z for the waveguide length L and substituting in equation 3.4.1, we
obtain the PDC state in the low gain regime

|1)FPPC = /dwsdwi&;f (ws)df(wi)a(ws + wi)p(ws, wi) |ws) |wi). (3.4.6)

Retracing to our definition of the TF in equation 2.3.6, with the product of the pump envelope
a(ws+w;) and the PM function of the process p(ws, w;), we can see that PDC state can be described
in the same fashion. In the PDC case, the TF is better called the joint spectral function (JSA) as it
describes the joint properties of the output bi-photon state instead of the input/output relation of
SFG. Photons are created at the frequencies and with the probability dictated by the JSA function,
which ensure energy and momentum conservation. The JSA function of the PDC state describes the
frequency (and time through a Fourier transform) correlations between the two generated photons
as it can be seen in the PDC JSA function depicted in figure 3.4.



3.4. QUANTUM NON-LINEAR OPTICS: PARAMETRIC DOWN CONVERSION 35

3.4.1 Finding PDC temporal modes

Since the JSA describes the energy of the state, it can be used as an observable of the biphoton
state. Then, there exists a basis set (constituted by the eigenvectors of the JSA) that naturally
decomposes it. However, things are not that easy: we are considering a state composed of two
distinguishable photons. Therefore, we actually need to find two separate bases, one for each
photon to fully describe the JSA. Luckily for us, the Schmidt decomposition of a two dimensional
function returns the eigenvectors of both dimensions, yielding

[¥)ppe = > VAALBL0), (3.4.7)
k

if we only consider the two-photon components and disregard higher order photon contributions.
Here /)y are the weights of each bi-photon mode k, normalised to >, A = 1, and [/11]:, El] are two
sets of orthonormal eigenvectors, one for each photon [58]. Note that we have used the broadband
mode notation. This describes any PDC state in a series of temporal modes, as depicted in figure
3.4. The Schmidt number K = Y, 1/A? describes the effective number of modes that contribute
to the description of the state and the state rank is defined by the number of non-zero modes in
the decompositionm, i.e. the number of modes k in the sum in equation 3.4.7.

_/\
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Figure 3.4: JSA function of a PDC process as a function of the signal and idler frequencies. This
PDC state has K = 20 and infinite rank. The solid and dashed lines mark the FWHM of the pump
field and PM function respectively. The JSA function is decomposed into pairs of modes At Bt
through the Schmidt decomposition. The first three modes are shown with their coefficients. On
the bottom, the distribution of the Schmidt coefficients is shown up to the fifth coefficient.

The temporal mode distribution of the state will then be determined by the properties of the
JSA. These properties are given by the phase-matching conditions (including the group velocities
for pulses and the dispersion properties) and the spectral envelope of the pump field. Given control
over these parameters, we can engineer the TM content of the PDC JSA function.
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3.5 The quantum pulse gate

We have found a source for our temporal mode-encoded photons in the PDC process. How can
we read the TM composition of these states? From previous sections, we know that we can use
projectors to measure an observable. We have used the eigenvectors of the Hamiltonian to un-
earth the temporal modes in the bi-photon state, now we need to implement experimentally these
eigenvectors as projectors to measure the temporal mode distribution coefficients v/Aj.

The quantum pulse gate (QPG) is a mode selective process developed in the last decade to sort
temporal mode-encoded states of light [50, 59-61]. It is analogous to a beam splitter acting on two
TMs |AS) and |B) instead of the polarisation or spatial modes. The sketch in figure 3.5 illustrates
the operation. The QPG is defined by an operator Qg that acts on an arbitrary input state

|w>out = Q€|w>in7 (351)
with

Q¢ =1 — [A°)(A°| - |B)(B|
+ cos @ (JAS)(AS| + |B)(B|)
+sind (|B)(A| — |AS)(B]). (35.2)

Here, |AS) is the single input mode, |B) the output mode and @ the efficiency of the conversion
process from |AS) to |B).
0).
A )

‘¢>in

Figure 3.5: Schematic describing the analogous QPG /Beam-splitter operation. The QPG operates
on two modes: the input mode defined by the temporal mode ¢ and the output mode |B). In this
example, the input state [t);, contains a superposition of three TMs that enter mode AS. Then,
only the modes that overlap the TM defined by { are converted to mode B and the rest continue
in AS.

For an input state |¢), a detected photon from the output mode |B) is a projection of |¢))in
onto mode |AS), where |A%)(AS| is a projector of a measurement basis defined by the user by
programming the spectral envelope of (. The parts of the input state that have a zero projection on
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the selected mode are transmitted through |A¢) unperturbed. The process ensures perfect single-
mode operation in |A<) to select the proper modes out of the input state. The operator has a single
eigenvalue defined by the desired mode.

Such a process can be used to project the PDC states described earlier into their basis vectors,
therefore reading the TM composition of the state. The PDC photons are sent to a QPG device,
where the mode |A¢) is sequentially set to the different TMs basis states to obtain the distribution
of the state from a measurement of the output mode with photon counting techniques. The output
mean photon number in the output mode is

(N®) = Niusin?0|7¢ |2, (3.5.3)

where Nj, is the number of photons in the input and v¢ the overlap between the input mode (A¢|
and the input state [1);,. The measured photon number in the output is then proportional to the
projection of the input state on (. The operation of the QPG is depicted in figure 3.6.

Signal QPG Output Signal

VAUAN /\V/\

Pump

Figure 3.6: Schematic description of a QPG operating in the temporal mode ¢ of the pump field.
The signal input is described by a superposition of three TMs. The QPG "reads” those input modes
that match with the pump, , converting them to the output mode |B). The rest of the signal (in
dashed lines on the QPG) propagates through the QPG unconverted.

3.5.1 QPG non-linear device realisation

The QPG is defined by its single-mode operation. To implement such a process in a real device,
we have to find a conversion process that features a single-mode JSA. Such a process can be found
in a type I GVM SFG in Ti:LN waveguides [50, 59]. Group velocity matching (GVM) between
pump and signal ensures a flat JSA as depicted in figure 3.7, which, after the filtering of the PM
sinc function sidelobes, contains a single temporal mode for input and output. This is due to the
dependence of the phase-matching angle on the group velocities of the fields as discussed in section
2.3: at GVM, the PM function angle is 0°.

By shaping the pump into the different modes of the TM basis, one can read out the input state
TM composition at the output of the QPG. The conversion efficiency for pump mode ¢ describes
the efficiency of the QPG device used, nqpg = sin?6.
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Figure 3.7: TF of a QPG device with the pump on the first order HG mode. The process is the
same as in 2.4 but at 200°C which shifts the group velocities such that pump and signal are at
GVM. The FWHM of the pump field is marked with dashed lines. The output has been filtered
matching the width of the PM function to obtain a single-mode TF. It can be seen how the angle
of the pump on the TF causes parts of the mode to overlap in the output axis, thus the spectral
correlations.

Lithium niobate offers an interesting choice for the group velocity matched frequencies. From
the group velocities depicted in figure 2.5, we can see that have a pump in the near infrared
(~850nm) and an input signal in the telecom range (~1550nm). This allows for a QPG process
that can read information encoded in temporal modes in photons in the telecom, where off-the-shelf
telecommunication optical components can be used. Furthermore, the shape of the JSA also works
as a bandwidth compressor between the input and output with no loss of information. This is
possible when the PM function bandwidth is narrower than the input signal bandwidth. Then, the
converted output is compressed down more efficiently than through spectral filtering [62].

3.5.2 The mode selectivity
The performance of the QPG as a mode sorter can be measured from its capability to discriminate

between the modes of the input. An ideal QPG converts exactly the overlap between the input state
and ¢ without any contributions from different modes (crosstalk). Ideal operation is not possible
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with the SFG implementation due to the spectral correlations caused by the pump at 45°°, as can
be seen in figure 3.7.

The temporal mode selectivity of the QPG can be quantified with the modal information in the
JSA. We define the selectivity [63]:

_ WA

%= S g VA (354
where j is the index of the desired mode and n sums over all of the JSA modes. The first factor
VA om0 |V/An| describes the crosstalk between different modes, the second factor |/Aj| is the
conversion efficiency for that mode. This definition quantifies the overlap between the desired
mode and all the other possible modes in the process. The ideal process would have S=1 and
as correlations are introduced in the TF, the process deviates from ideal reducing the selectivity
S<1. The effect of this correlations scales with the bandwidth of the PM function, increasing the
selectivity as the bandwidth narrows. Hence, the longer the QPG device the better the selectivity.
Another quantity of experimental interest can be defined from the selectivity, the modal extinc-

tion ratio

e = —10log,(V'S). (3.5.5)

It can be directly measured experimentally as the ratio of the converted output for a fixed signal
and two pump modes: one equal to the signal and one in another orthogonal mode. The extinction
ratio allows one to measure the selectivity of the process avoiding a measurement of the JSA, which
would require the experimentally challenging measurement of the spectral phase.

5The angle depicted is not 45° due to the different scaling of the signal and output axes.






Part 11

Design and application of
Quantum non-linear devices

Invention, it must be humbly admitted,
does not consist in creating out of void
but out of chaos.

Mary Wollstonecraft Shelley

In the previous sections we introduced all the necessary principles of waveguides, non-linear
processes and quantum physics to understand the results of this thesis. We shall now review the
state of the art of quantum communication photonic devices and investigate how quantum non-linear
devices are currently designed and exploited. In particular, we are interested in processes encoding
information in photon states and devices capable of reading, processing and using that information.
After such a review, we will find ourselves at the edge of photonic technology development, where the
experimental results of this thesis reside. The work presented here aims at overcoming the current
limitations and advancing quantum non-linear technologies. For that, we will present solutions for
the limitations and new design paradigms to engineer and exploit quantum light.






Chapter 4

Quantum networks: state of the
art

The foundations of quantum communication science discussed in part I quickly expanded into spe-
cialised fields aiming to build the basic building blocks of quantum information technologies. Using
these building blocks, the quantum dream is to develop quantum devices to improve over classi-
cal communication systems, exploiting intrinsically quantum effects like entanglement and energy
quantisation. Ideally, we want to build new, safer, quicker, more efficient and powerful communi-
cation channels around quantum phenomena. These could be pictured as quantum communication
networks transmitting and processing quantum information between nodes of the network. Each
node would have different integrated components to perform quantum tasks: measurements, en-
coding, processing, encrypting, storing... To this end, we have seen the birth of quantum memories,
repeaters, processors, interfaces, measurements, communication protocols and algorithms that al-
low to work with quantum information and beat classical limits, like binary encoding and linear
computational power scaling [45, 64, 65]. Ultimately, for these networks to be convenient, the
components must work together and have as small a footprint as possible, building the processes
into integrated platforms very much like current electronics. The efforts to build these integrated
devices are now at the frontier of science and they advance, hand in hand, through a combination
of fundamental theoretical work and experimental efforts.

Quantum network components are in development in many different frameworks and platforms
each with its advantages and drawbacks (mainly divided in superconducting, solid-state and pho-
tonic approaches) which implies that, at least in the beginning, we will rely on very different
components working with each other. Hence, when designing new components and systems, a
broad view of the whole field helps not miss previous works that can be used and set realistic goals
for the properties of the devices that we will design and exploit in this work.

The results of this thesis revolve around the discrete variable photonic approach, defined by the
use of qubits as opposed to continuous variable approaches. The qubit is the root of our systems,
we need devices that transmit and manipulate them, maintaining their properties. This can be
detailed with the DiVincenzo criteria [66]. In 2000, DiVincenzo provided seven requirements for
the implementation of quantum computation which can be used as guidelines for the general design
goals of any quantum device.

In order to design the proper quantum devices, we need to know their requirements and these
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are intrinsically linked to each device and platform and how qubits interact with them: the frequen-
cies accepted, the power thresholds, the spectral properties, polarization... all particular to each
problem. My work focusses on the generation of photon qubit states, the interface of different nodes
and devices of the quantum network and quantum measurements. Thus, to aim the efforts true, it
is important to know what properties different platforms have so that we can generate processes
that interface information travelling through them. To this end, in this chapter we review the state
of the art of different quantum technologies. This will set the context for the results of this thesis,
where we will design new schemes to interface devices and process quantum information in temporal
modes of light compatible with already existing technologies. Furthermore, the challenges faced for
the chip integration of these devices are explained and put into context.

4.1 Quantum light sources

The performance of each piece of a quantum network is critical but, arguably, without a high quality
source of photons we would have nothing to work with. Quantum light sources generate photonic
qubit states on different degrees of freedom for their exploitation in the quantum network. Photons
are chosen as quantum information carriers as they fulfill the main five main DaVincenzo criteria:
they can describe qubit states, they can be generated in well-defined states, have long decoherence
times, can be manipulated via unitary operations (although usually not deterministically) and be
characterised with specific well-defined measurements.

The ideal photon source emits pure indistinguishable single-photons at 100% efficiency on a
clocked trigger event. This triggering condition defines a deterministic source. Purity measures
the mixedness of the generated photon state: a pure quantum state is a coherent superposition of
states while a mixed state is a statistical mixture of pure states. A low purity state is one with a
high number of incoherent modes. These two properties, purity and efficiency, define the quality of
a source. The efficiency of the source describes how often we actually expect a photon at a trigger
event; 10% efficiency means that we’ll find a photon in ten out of ten events.

Certainly, the ideal photon source is physically impossible and limited by the source system:
optical absorption, losses, diffraction, spatial mode mismatch, noise emission (photons at undesired
times/frequencies), spectral correlations... Nonetheless, single-photon sources are designed with
the ideal source in mind and reducing every source of error as much as possible to obtain pure,
efficient emission. The quantum properties of the system, in particular the purity of the generated
single-photon state, are important for the performance of the device.

The second order correlation function ¢(®)(t) is a common tool in the characterization of single-
photon states [67-69]. It measures the correlation in time of two electromagnetic fields. In the
density matrix description of the state, the function describes the time evolution of the diagonal
elements. For photons, this is a measure of the flow of photons in time and can be used to identify
the purity of single photon states. It is defined with

@ (at@®a(t)at +)tat + 7)) L1l
97t = - (4.1.1)

(at(t)a(t))(at(t + m)a(t+ 7))
with a the photon destruction operator and 7 a infinitesimally small increment of time. For deter-
ministic sources, when the presence of a single-photon state is known, the correlation function is
used to measure the purity of the single-photon state. In this situation, a pure single-photon has
a value of heralded ¢ (0) = 0 and it increases towards 1 as the mixedness of the state increases.
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For undeterministic sources, the unheralded correlation function can be used. In that scenario, the
function measures the bunching of photons in time and their spectral purity, and a pure single-
photon state is identified with a value of ¢(?(0) = 2, decreasing to 1 as photons bunch together
reducing the purity.

There are two approaches to quantum light sources: single emitters (usually semiconductor
based) that provide deterministic single-photon emission naturally and nondeterministic sources
usually based on PDC processes. Let us review the properties of some of the latest results for these
sources.

4.1.1 Single emitters

Single emitters are generally built upon atomic ensembles in semiconductor material systems such
as quantum dots and other electrically driven solid-state quantum emitters. Quantum dots (QD)
typically emit in the visible and near infrared bands and have demonstrated high purity and effi-
ciency, and narrow bandwidth emission (sub-GHz). The latest result from Tomm et al. [70] shows
a quantum dot with 57% efficiency at 930nm with a spectral bandwidth of 0.30GHz. Per contra,
they are not naturally spatially single-mode and, due to the semiconductor platform, they work at
cryogenic temperatures which makes integration within the quantum network cumbersome. Other
platforms like wide bandgape epitaxial QDs or defect state based single emitters, are promising to-
wards room temperature operation but their fabrication is still technologically challenging and have
only been demonstrated at temperatures around 10K. For a full review on solid-state single-photon
sources, the reader is referred to [71].

The narrow bandwidth of the emission is a good match to directly interface with some quantum
memories without any interfacing. On the other hand, temporal characterisation of such narrow
emission is hard in the emitted frequencies so interfacing with the proper characterisation instru-
ments requires frequency conversion. Furthermore, the spatial mode distribution is a problem for
single-mode optics, needing either filtering or to use free space transmission.

4.1.2 PDC sources

We introduced PDC in section 3.4, a non-linear process that produces pairs of photons. As discussed,
it is a spontaneous process and the generation of a photon pair is probabilistic. To generate a single
photon state, the detection of one of the two photons heralds the existence of the other. In this
way, one can probabilistically generate single-photon states. The probabilistic nature of heralded
schemes can be overcome with multiplexing techniques. Multiplexed sources is not the focus of this
thesis, the reader can consult [72] for an excellent review of multiplexed PDC sources and further
insight into quantum light sources. Alternatively, instead of using PDC and multiplexing to have
a deterministic source, the two photons can be exploited to generate states entangled in different
degrees of freedom. Either way, to effectively use a PDC source within a quantum network, we
need to match its operation parameters (such as central frequency or spectral bandwidth) to the
other components. Moreover, by tailoring the JSA function of the process, one can engineer the two
photon state properties. For instance, high purity single-photon states as well as interesting high-
dimensional photon states. Currently, these have been achieved through spectral filtering which
reduces the efficiency of the source.

LN and KTP are two of the most common platforms for PDC processes because they can gener-
ate photons in the telecom IR band which are directly compatible with telecom optical components.
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However, their typical bandwidths of the generated PDC photons are in the 100GHz range which
is too broad to connect with most quantum memories.

Current PDC sources (KTP bulk or waveguide) have achieved purities as high as 98% [73], 90%
[74] and 80% [29]. Engineering of the process has allowed uncorrelated pure states with unheralded
g =1.92 [74] and g(® = 1.86 [29]. Other works have had great success using bulk BBO obtaining
efficiencies of 97% and purity of 99% [75].

4.2 Quantum memories

The need for quantum memories might be the more logical from the classical communication anal-
ogy. Ideal quantum memories store qubits for a certain time before they are re-emitted or read out
preserving their quantum properties: entanglement, purity, correlations... Quantum memories not
only allow for the storage of quantum information but are a key building block for other quantum
network components.

Even if perfect single-photon sources were available, many quantum information schemes are not
deterministic. Quantum memories can counter this by storing single-photon states until the process
is ready for further interaction. In that sense, they can be used to build quantum repeaters for long-
distance communication, be used to multiplex an underterministic source or aid in communication
protocols. Quantum memory applications are out of the scope of this thesis and the reader can
consult the references [76, 77] for in-depth reviews of the state of the art of quantum memories
and applications. Here, we will focus on reviewing the properties of the main platforms and the
implications they have in the design of quantum networks.

There are many approaches to quantum memories: rare-earth ion dope solids, diamond color
centres, quandum dots, crystalline solids, Raman memories, alkali metal vapours and molecules.

Platform Bandwidth freqlcjzrrllz;a;nm]
Rare-earth 102MHz Visible to Telecom
NV centers 102MHz 637, 700, 800
QDs ~1GHZ NIR
Rb memories 6MHz 780
Alkali gas 1kHz NIR
Atomic ensemble | MHz to GHz NIR
Cs memories few GHz NIR
Diamond memories 10°THz UV to IR

Table 4.1: The storage properties of several quantum memory systems. Central frequencies specified
in a range (like NIR) are usually widely tunable within that range.
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In short, they all store the qubit in some kind of atomic transition or energy exchange and this
is what defines their performance: what bandwidth and central frequency can be stored, for how
long and up to which fidelity'. The general characteristics of stored photons in several quantum
memory platforms are summarised in table 4.1.

It is immediately clear from table 4.1 that there are many approaches to quantum memories
with very different properties although strongly restricted. In general, most accept very narrow
bandwidths in the GHZ range or narrower with the exception of diamond memories. Comparing
with the bandwidths of single-photon sources discussed earlier, one can see the easy interplay
of most quantum memories with quantum dot sources where PDC sources will need bandwidth
compression. Most memories are limited to NIR photons with a few exceptions. Every platform
has advantages and disadvantages and the choice depends on the application and the resources
available. Hence, it is very important to tailor the properties of our photon sources to match the
requirements of the quantum memory that better matches the final aim of the application. Another
option, when we want to use a particular source and a particular memory that are not compatible,
is to use frequency conversion processes to convert the frequencies and manipulate the bandwidths.

4.3 Quantum information processing

At this point, we have discussed both photon sources and quantum memories to store qubits. In
order to complete a quantum network under the DiVincenzo criteria we are missing more flexible
devices? to process the information and to interface all the components. Non-linear frequency
conversion processes are very useful, as they can adapt the spectral properties of one state to the
ones of a target device. However, these processes must maintain the quantum properties of the
original fields. In this scenario, quantum frequency conversion (QFC) is introduced. They convert
photon frequencies and modify their spectral properties through the TF in a way that can be
engineered and interacts coherently with the quantum properties [78].

One of the main uses for QFC is converting photons from one frequency to another, or com-
pressing/expanding their bandwidth to facilitate interfacing between different devices. For instance,
with QFC we can interface photons from a light source in the telecom to a quantum memory in
the NIR or transform the NIR emitted single-photons of a quantum dot to the telecom range for
better transmission and detection. Furthermore, the bandwidths can be compressed to fit the re-
quirements of different components with a TF with an output bandwidth narrower than the input
signal [62].

Regarding the information processing, we need so called unitary gates® which are sets of quantum
measurements, projectors and operators described by unitary Hermitian matrices. For instance, in
section 3.5 we described the QPG, a device that can be used to determine whether or not a given
state is in a user controlled temporal mode. Moreover, the QPG combines the processing of the
information with QFC, an ideal device to reduce the number of components of the quantum network.
We can use the characteristics described in chapter 2 to compare different second order non-linear
QFC processes integrated in waveguides and their performance as interfaces and/or TM sorters in
table 4.3.

These results give a good overview of the possibilities of QFC processes. The frequencies are not
mentioned because the processes can generally be tuned and engineered for a wide range of input

1In this context, the fidelity measures the overlap between the original state and the state after the storage.
2@iven in certain cases quantum memories can be used to this end.
3With a purpose analogous to classical logic gates in computing.
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Length Bzgl1§£$th Selectivity Bandwid.th C({Eiiig?in ?qorm_2 Ref.
[mm] [dB] compression . Wlem™2]
[nm] efficiency
22 0.14 7 6.98 87% - [79]
27 0.13 - 7.47 61.5% 2.32 [62]
17 0.1 7.7 9.71 5% - [80]
17 0.03 22.9 - 18% 3.32 [81]
27 0.08 - - - - 82]
15 - - - 80% - [83]
47 - - - 86% - [84]
60 - 8.4 - 80% - [85]
71 0.03 21.5" 16 18%"" 1.07 [86]

Table 4.2: Selection of different results in QFC from literature. Selectivity is given as the extinction
ratio in dB. The bandwidth compression has been calculated with an input of 963GHz. Normalized
conversion efficiency 7,0rm has been estimated for the processes where the pulse properties were
known. The last entry contains results presented later in this thesis and in [86].

*Estimated from experimental results, see discussion in chapter 5. **At maximum available power,
see discussion in chapter 5.

and output frequencies, unless a specific GVM condition is needed. From the highlighted works, we
can see that conversion efficiencies have already reached the maximum of ~80% predicted in [87].
Output bandwidths on the other hand are far behind those needed for quantum memories. Most
QFC processes have a ~0.Inm bandwidth which, for the shorter wavelengths is in the tens of GHz
range. Narrower bandwidths have been achieved by tightly filtering the TF like in [81]. However,
this severely impacts the conversion efficiency of the process and no longer performs better than
spectral filtering as a bandwidth compressor.

The reviewed processes have already proved many quantum-inspired measurements and informa-
tion processing applications. In metrology [81, 88], interfacing quantum memories [62], manipula-
tion of temporal modes [80, 85] and new photon detection schemes [83, 84] have been demonstrated.
Improving the devices performance would have a positive impact in their application.

4.4 The challenges for realistic quantum devices

The previous overview of current approaches to different devices and processes for quantum network
components sets the playing field for the research carried out in this thesis. The results reviewed
provide proof of principle of the basic pieces of the quantum network but further optimisation is
required before a full-scale quantum network could be implemented.

One clear choke point is the interfacing of different components. The frequency and bandwidth
requirements of memories and sources are currently very different. QFC offer a solution, but band-
widths are not narrow enough for quantum memories yet. Additionally, current QPG performance
(its mode selectivity and bandwidth compression) limits the results in applied quantum technologies
as it has not reached expected values. It can be shown that both issues are tightly linked to a third
problem the integration of these devices.

Many of the processes reviewed are already realised in optical waveguides. From our discussion
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in chapter 2, it is clear that the length L of the devices is a critical parameter. Longer non-linear
waveguides then, increase the conversion efficiency with sin?(L) and narrows the bandwidth of
the PM function with 1/L. In the case of a QPG devices, this increases the selectivity and the
bandwidth compression too, an effect that we will discuss in detail in section 5. However, the
length of the devices has not increased in the last years. It is apparent that we are reaching a
waveguide fabrication technological limit. For example, waveguides in LN are rarely longer than
30mm and, even when longer waveguides have been used, the results show no clear improvement
due to length increase. Recent studies [34, 89, 90] show that longer devices are more critically
affected by the waveguide inhomogeneities explained in section 2.5. In chapter 5, we will present
a detailed analysis of these effects on QFC and on the QPG in particular. The results include an
improved QPG device, and a toolbox for tailored QFC design and process characterisation of the
processes. With these results, we can address interfacing problems between the quantum devices
discussed and clear the path towards realistic quantum network components.

Additionally, QFC processes are designed to be applied to quantum technologies. The QPG
single-mode selective process, implementing state projections in single photons is one prone to
many implementations. In chapter 6, we present two results in quantum metrology and one in
quantum state tomography exploiting the QPG and the TM framework. The experiments show
quantum performance with great success and unparalleled results.

Regarding the quantum light sources, we have seen many different platforms that already exhibit
good performance. Now is the time to start exploiting the sources for real applications in the
quantum network. We want to encode information in the photons and we already know there
are many degrees of freedom to do so. A controllable source over one or more of these degrees
of freedom producing well defined qubit states is a clear goal. Moreover, expanding the two-
dimensional Hilbert space of a qubit to a d-dimensional one in a qudit can have a tremendous
impact in quantum information and communication technologies.

A higher dimensional space would provide greater information capacity, improve the security
of QKD protocols and the noise resilience [91-93]. Transverse spatial modes of photon states
open such a high-dimensional space [94] but lack compatibility with spatially single-mode optical
systems, limiting its use in practical applications. In section 3.3.1, we introduced TMs which span
a potentially infinite-dimensional Hilbert space in the energy degree of freedom of photons and
that are compatible with single-mode optics. In chapter 7, we will present a controllable source of
maximally entangled photons in up to 6 dimensions.






Chapter 5

QFC: design and characterization

The strength of QFC lies in its versatility. The processes can be engineered and tailored to-
wards specific applications in photon frequency conversion, quantum measurements, information
processing... Each application has different requirements like the phase-matched frequencies or the
frequency correlations in the JSA, that have to be tackled with the design of the QFC device. This
includes the selection of non-linear material, the engineering of the process with its properties and
the design of the waveguide structures.

Unfortunately, while integrating the devices in optical waveguide structures improves their per-
formance, it also complicates the task. The material and fabrication process have to be thoroughly
controlled to avoid fabrication inhomogeneities as described in figure 2.8 in section 4.4. Current
fabrication technologies set certain limits for what the processes can achieve in the end: phase-
matching bandwidth, conversion efficiency, selectivity and TF properties all depend on the quality
of the fabricated device.

In the this chapter, we will review the current limits of LN based devices. We will show that the
main limitation is the length of the devices, which caps the performance. With a detailed comparison
of simulations and measured results, we will asses the sources of discrepancy and how to correct
them. This will lead to the fabrication of a longer QPG device that improves its performance in
every benchmark analysed (namely: PM function bandwidth, bandwidth compression, conversion
efficiency and selectivity). Additionally, in the last section, we will present QFC general design
guidelines to interface different quantum devices, using quantum dots as an example.

5.1 Study of inhomogeneities on QPG devices

We can asses the state of current technology by simulating the processes used in the QPG devices
reviewed in section 4.3. In particular, we simulate their PM function and estimate their PM function
bandwidth, conversion efficiency and selectivity when possible using the parameters provided in each
publication. The results of these simulations and the experimental results are compared in figure
5.1 a).

From figure 5.1 a), it is clear that the current devices are far from the predicted behaviour.
Bandwidths are far wider than predicted and the extinction ratio much lower than expected. The
only exception is [81], where the resulting TF was tightly filtered to reduce the FWHM and increase
the extinction ratio to expected values. This severely reduces the conversion efficiency of the process,

o1
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Figure 5.1: a) Expected PM function FWHM (blue) and extinction ratio (red) for the length of the
QPG device. The reviewed articles and the results presented in this thesis are shown for comparison.
b) Minimum resolvable distance in pulse o width of two signal pulses when using the QPG for a
quantum metrology measurement as in [81, 88, 95]; see the main text and section 6.2 for details.
Figure from [86].

which is of utmost importance for final single-photon state manipulation. Ultimately, the bandwidth
limitation impacts the final extinction ratio and bandwidth compression.

The widening of the bandwidth is often the result of a varying PM condition along the waveguide
as described in section 2.5. As discussed in [89], this is a result of waveguide inhomogeneities, e.g.
imperfect waveguide fabrication or non-ideal operating conditions. Moreover, these inhomogeneities
become more relevant the longer the sample. To quantify this behaviour, reference [89] introduced
the concept of critical length of a device, i.e. the maximum length of a device, such that the overall
process efficiency is still greater than 50%. Therefore, this critical length sets a limit at which
inhomogeneities in the waveguide severely reduce the performance of the device. To overcome it,
the fabrication process has to produce waveguide as homogeneously as possible.

Hence, increasing the length of the devices necessarily needs an improved fabrication process
which is very challenging. However, the benefits from increasing the length are worth the effort.
Narrowing the PM function bandwidth down to a few GHz allows the interfacing of many memories
discussed in section 4.2 (like QDs, atomic ensembles Cs memories) through bandwidth compression.
Longer devices would also notably increase the extinction ratio of QPG devices which enhances
many QPG applications, like when using the QPG to estimated the distance between two very
close pulses in a quantum metrology technique as seen in figure 5.1 b). The minimum resolvable
distance between the pulses decreases with the extinction ratio, improving the resolution of the
technique. This quantum metrology technique will be introduced in detail in section 6.2.



5.1. STUDY OF INHOMOGENEITIES ON QPG DEVICES 53

5.1.1 Revised LN fabrication process

Inhomogeneities can be caused by any effect deviating the waveguide from ideal parameters: errors
and inconsistent waveguide width and depth through the length of the device, impurities in the
titanium or gradients during the diffusion process, but also uneven temperature distribution of
the device when in use. These cause the Af variation along the waveguide and lead to reduced
performance (conversion efficiency, selectivity, bandwidth compression).

To increase the length of the QPG device, we first focused on characterising samples with
different fabrication parameters to identify the major sources of error. With this information, it
was possible to improve the waveguide fabrication process. This included minimising any source
of error from the parameters and components in every step of the process as described in figure
2.6 and in the poling process. A new photolithography mask with more uniform poling patterns
and waveguide structures was produced in order to minimise poling errors due to uneven current
densities during electric field poling. The use of a pristine titanium batch was ensured for each
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Figure 5.2: a) Experimental setup to measure the PM function of the sample at room temperature.
The signal is a tunable Tunics CW laser. The pump source is a Ti:sap CW laser. Both are coupled
into the sample and the ~550nm output intensity is measured with a photodiode. An lock-in ampli-
fier is used in combination with a chopper to remove DC noise from the signal. The converted light
is measured with a photodiode and the data is stored in a computer for its analysis. b) Experimen-
tal setup to measure the PM of the sample at 200°C. For the 2D PM function measurement, the
signal comes from a tunable CW laser and the pump is a 200fs pulse from a pulsed Ti:sap. For the
1D PM function measurement, the signal is pulsed and comes from an OPO system pumped with
the pulsed Ti:sap. The fields are coupled into the waveguide and the generated field is measured
on a fiber-coupled spectrometer. Figure from [36]
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titanium strip deposition and the uv-lamp was carefully adjusted for more homogeneous illumination
of the photolithography mask. Several QPG devices were produced, with varying poling charge,
to test its effect on the poling patterns. The best results were found for the sample that had been
poled with double the electrical charge required for domain inversion. After these modifications,
we manufactured ~70mm long QPG devices and characterised them. We analyze the results of this
characterization in the next section.

5.2 Improved QPG device

To quantify the improvements in the device performance from the enhanced fabrication process,
we characterized a 71mm long QPG device. The device non-linear process is first characterised at
room temperature to first asses if the process works as intended. Next, the non-linear response
is measured at the final experimental temperature, around 200°C . The QPG is operated at such
high temperature to avoid the effects of photorefraction from the high-intensity pump field. The
experimental setups used to characterise the sample are described in figure 5.2.

Room temperature 200 degrees
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Figure 5.3: Simulated and measured PM function of the sample at room temperature (~21°C )
and at 200°C . At 200°C the simulation was performed with the spectrometer’s resolution of 30pm.
The 1/e bandwidth (o) of each spectra is annotated in the legend in wavelength and frequency
units. The insets show a simplified sketch of the TF of the process at the different temperatures.
At 200°C |, signal and pump are in GVM (as discussed in section 2.3) and the TF angle is flat,
narrowing the output bandwidth. Figure adapted from [86].

For the non-linear characterization at room temperature, the signal and pump fields are coupled
into the waveguide. The signal wavelength is scanned from 1574 to 1578nm with a fixed pump at
875nm. The intensity of the generated SFG field is then recorded at each signal wavelength.
The result is shown on the left plot in 5.3. The measured PM function exhibits a bandwidth of
o =0.47nm, very close to the expected one. The measured spectrum is slightly narrower than
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the theoretical one due to the presence of the interference fringes caused by the measurement
technique [96]. The overall symmetry and side lobes don’t fit. This indicates the presence of some
lesser inhomogeneities in the waveguide. Altogether, this is an outstanding result for such a long
waveguide, as the expected critical length for the process, characterised in [89], is below 20mm.

With the sample performing close to expected at room temperature, the PM function is then
characterised at 200°C on the experimental setup depicted in figure 5.2b). In this setup, the sample
is heated up to 200°C inside a copper oven. The oven is kept at constant temperature with a heating
cartridge controlled on a feedback loop by a temperature controller (Oxford instruments Mercury
iTC). First, to measure the 2D PM function, phase-matched frequencies from a CW signal and
a pulsed 200fs pump are scanned to generate the data in figure 5.4. To measure the 1D slice of
the PM function at the desired operation wavelengths depicted on the right in figure 5.3, ultrafast
pulses are used for both signal and pump fields, with a duration of 200fs. In both cases, the output
field of the process is directly measured on a spectrometer (Andor Newton EMCCD, 2400 lines
per mm grating, resolution ~0.03nm). The spectrometer resolution is not enough to resolve the
features of the expected PM function, which would require a resolution below 5pm.
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Figure 5.4: 2D PM function of the QPG process measured at 200°C . The intensity beating seen is
an artifact of the experimental measurement. Figure from [86]

The 1D PM function at 200°C shows a narrow, slightly asymmetric spectrum, close to the
expected one. The 1/e bandwidth of the measured SFG field, corrected for the resolution of the
spectrometer, is ¢ =0.0215nm while the expected value is ¢ =0.005nm. The side lobes present at
room temperature have disappeared and the main peak displays an asymmetry that will impact
the performance of the QPG. We see that, compared to room temperature operation, the PM has
broadened. Nevertheless, the bandwidth is still much narrower than any previous results thanks
to the increased length and quality of the waveguide. The PM function bandwidth achieved with
the improved QPG enhances the performance of the QPG in the discussed benchmarks: bandwidth
compression, extinction ratio and conversion efficiency.

Thanks to the narrower PM function, the bandwidth compression ratio increases to 16, almost
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doubling the best result! reviewed in table 4.3. Furthermore, from the width of the PM function we
estimate an extinction ratio of 21.5dB, as highlighted in figure 5.1 in comparison with other QPG
devices. When using the QPG to estimate the separation of incoherent signals in the time-frequency
domain (as discussed later in section 6.2), this extinction ratio allows to estimate signals as close as
0.50. Finally, if the asymmetry in the PM function at 200°C is addressed, the expected extinction
ratio would be 35dB.

The internal conversion efficiency is measured by recording the depletion of the signal power
through the device for different pump powers. With the maximum available power, 4mW CW
equivalent power, the conversion efficiency is 18%. The normalised conversion efficiency, calculated
from equation 2.2.11, is 1.15W-tem™. With respect to previous results [62], we measure much
higher internal conversion efficiency, even with lower 7,,0rm. Therefore, the reduction of 7,0pm
due to fabrication imperfection is more than compensated by a fourfold increase in the interaction
length. The enhancement is evident when one calculates the conversion efficiencies from equation
2.2.11 for the Mnorm of the reviewed experiments in table 4.3, the length increase allows to reach
unit efficiency at much lower pump powers than previous shorter samples. This can be seen in
figure 5.5.
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Figure 5.5: Comparison between the conversion efficiencies calculated from the 7,orm in [62, 81]
and in this chapter with equation 2.2.11. The pink dots mark the values measured experimentally.
Figure from [86]

5.2.1 Analysis of the waveguide inhomogeneities

The PM function at room temperature showed a nearly ideal main peak. However, we observe some
imperfections in the PM function at 200°C , namely slightly wider bandwidth and a secondary peak.
A natural question is whether the spectrum at 200°C is consistent with the one at room temperature.
To this aim, one can estimate the inhomogeneities at room temperature and see if they fit at high

1To the knowledge of the author.
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temperature. To do this, it is necessary to retrieve the A variation along the waveguide at room
temperature and use it to simulate what should happen at 200°C .

Genetical algorithm
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profiles MSE crossover

N generations

Best profile .
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Figure 5.6: Flowchart of the optimisation algorithm. Figure from [36]
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Figure 5.7: The resulting AS(f,(z)) profile after running the genetic algorithm is on the left. The
y axis on the right are the equivalent waveguide width deviation for the profile. The best profile’s
PM function is plotted against the measured one at room temperature on the right. The MSE is

0.0001. Figure from [86]

Although it is possible to measure the profile of waveguide inhomogeneities, the required ex-
perimental setups are generally very complicated [97]. This method requires its own dedicated
experimental setup and a Frequency Resolved Optical Gating (FROG) system to reconstruct the
A profile of the structure.
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A different approach is to obtain the AS profile directly from the PM function measurement.
To do this, we describe the phase-mismatch profile as a function of the propagation axis z, dividing
the waveguide into m sections with constant AS given by f,.(2): AB(fm(z)). Then, by tuning the
Ap value of each section of the profile, we can find the profile that generates the best fit to the
measured PM function.

To find the best f,,(2) for each section we use a genetic algorithm combined with a minimisation
routine. We look for the profile that results in a PM function that minimises the mean square error
(MSE) between the simulated and the measured room temperature PM spectra. The algorithm
uses the MSE between the PM functions produced by randomly generated AS(f,,(z)) profiles and
the measured PM as a fitting function. Each profile’s MSE is first minimised using the Broyden-
Fletcher-Goldfarb-Shanno algorithm and then some low MSE profiles are selected with a tournament
selection rule [98]. The selected profiles are crossed over, generating new profiles by adding together
a section of each selected profile. This process is repeated for a number of generations to reduce
the MSE of the best profile. A flowchart describing the algorithm is shown in figure 5.6.

We divide the waveguide in 14 sections chosen so that each section of the profile is smaller than
the critical length for this process. This might cause oversampling of the problem and produce a
non-unique solution. Nonetheless, the profile still reproduces the PM function and is nevertheless
instructive. We run our algorithm for a 100 generations with a population size of 100 profiles. The
tournament has 4 participants. This took around 10 hours of computing time on 16 Gb of RAM.
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Figure 5.8: The simulated PM function fits the main feature of the measured one. Figure from [86]
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The best profile and resulting PM spectrum can be seen in figure 5.7.

The algorithm produces a very good match with the measured PM with a resulting MSE of
0.0001. This profile is characterised by the presence of significant inhomogeneities, despite the
measured spectrum being very close to the ideal one. These results show that this is a useful tool
to estimate inhomogeneities in waveguides and gain a better knowledge of the fabrication process.
The algorithm gave a similar result for a different poled waveguide within the same sample with a
resulting MSE of 0.0001 too.

Now that the profile at room temperature is known, we can simulate the PM function at 200
degrees combining the width profile and the change of AS at 200°C , considering a constant tem-
perature over the whole waveguide. The result is shown in figure 5.8.

This full simulation of width and temperature matches the main peak on the measured PM
function. The simulated bandwidth is very close to the measured one. The widening of the PM
function is now explained by fabrication inhomogeneities and temperature effects. The peak on the
right side is left unexplained, meaning that the model is still incomplete. It might be caused by
temperature inhomogeneities on the sample and we study it on the next section.

Overall, considering the bandwidth of the PM spectrum at 200°C , this QPG device has a
bandwidth compression of 16, doubling on previous results. The internal conversion efficiency of
20% at 4mW pump power outperforms the current state of the art thanks to a fourfold increase
in the sample length. Finally, the device is estimated to reach extinction ratios around 21.5dB
by just filtering the asymmetry on the right side. Furthermore, if the asymmetry is addressed, a
measurement with higher resolving power could reveal an ideal PM function with 35dB extinction
ratio or serve to further improve the fabrication process.

5.2.2 Temperature inhomogeneities

The Ap(z) profile resulting from the analysis in the previous section doesn’t fully explain the
measured PM function in figure 5.8. Another possible source of inhomogeneities is the temperature
distribution over the sample on the oven. In order to determine whether or not the sample heating
was in fact the missing piece, we decided to measure the temperature profile and include it in the
modeling.

The temperature distribution over the waveguide is measured with an IR camera. The picture
and the temperature distribution the sample length can be seen in figure 5.9. The temperature is
not homogeneously distributed through the device. To ascertain if this inhomogeneous temperature
profile is the cause of the asymmetry in figure 5.8, we combine the AjS(z) profile obtained from the
minimisation routine in figure 5.7 and the resulting profile from the temperature distribution. The
resulting A profile is shown in figure 5.10a). With this profile we obtain a new PM function to
describe the experimental result, displayed in 5.10b).

The new simulated PM function exhibits the same features of the measured one, with the side
peak. The bandwidth is slightly increased and central frequency has been shifted probably due
to the calibration of the IR image processing. The small differences could also be caused by the
interplay of the temperature distribution sampling and the non-unique profile produced by the
oversampled simulation in the previous section. Taking the temperature profile from the IR picture
was not straightforward, as there are no hints to where does the sample really start so background
temperature might have been taken into account or a small section of the sample was left out.
The IR camera was calibrated taking the temperature of the copper oven as a reference with the
emissivity of oxidized copper but the exact value might be off.
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Figure 5.9: Temperature distribution over the QPG sample characterised in section 5.2. The inset
shows the original IR picture.

We can conclude that the inhomogeneous temperature distribution is a major component of the
source of the side-peak problem. A better heating system is needed with a more homogeneous distri-
bution of heat. One option is to substitute the cartridge heater for a ’surface’ heater. These devices
are usually some form of material slab with a conductor coil inside covering most of the surface.
This way the heat produced from heating up the conductor is more homogeneously distributed.
The isolation of the sample and oven also play an important role. The better the isolation, the least
heat is lost to the environment, reducing the amount of power needed to heat up the oven to the
desired temperature and stabilising the feedback heating loop thanks to a reduction in the temper-
ature drifts. Currently, the QPG and oven sit inside a Teflon box covered in turn by an exterior
box of fireproof material that has a high heat conductivity. The exterior box could be substituted
by Teflon as well and covered in some highly isolating material, like a ceramic compound.

Alternatively, one can take advantage of the impact an inhomogeneous temperature distribution
has on the process. Instead of improving the heating system to ensure a homogeneous temperature
distribution, one can purposely apply an inhomogeneous temperature distribution that balances
the width inhomogenities and results in a final constant AS(z) profile. This can be done by using
a segmented oven in which the temperature of each part of the oven can be controlled individually
as discussed in [99] and [34].
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Figure 5.10: a) AfB(z) profile resulting from combining the width profile resulting from the opti-
mization routine in section 5.2.1 and the temperature profile measured with the IR camera. b)
Resulting PM function from a simulation with the profile in a).

5.3 QFC design

Interfacing different devices and components of quantum networks requires frequency conversion
between the working central frequencies and spectral bandwidths of both interfaced devices. Fur-
thermore, particular spectral correlations might be needed for the final state or preserved from
the original state. This means that the QFC process must be designed not only with the required
frequencies in mind but with a TF engineered in a particular shape. Hence, the QFC process has
to be balanced as a trade-off between the constraints set by the chosen platform for the device
(phase-matched processes, polarization, waveguides, GVM...) and the performance of the conver-
sion process. From section equation 2.3.6, the TF is the product of the PM function of the process
and the spectral envelope of the pump. These two contain the design restrictions that must be
juggled.

The PM function and its angle limit the available processes and frequencies available for con-
version, and the possible resulting TF. It is ultimately limited by the materials and waveguide
structures available. The pump field sets the final TF and defines the transfer function between
the input and output fields. The laser sources (pulsed or CW) accessible and spectral shaping
techniques allow further engineering of the final TF. In the end, these constraints must be balanced
to convert the desired pair of frequencies, with the needed spectral correlations while keeping the
conversion efficiency as high as possible.

For instance, the QPG can be used to interface an IR state with a device working in the visible.
The transfer function of the QPG grants the user bandwidth compression to interface a device with
narrower spectral bandwidth. However, the flat uncorrelated transfer function will carry no spectral
information from the original state over to the up-converted field. This is a problem if we were trying
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to measure these properties in the up-converted regime. On the other hand, the pulsed operation of
the QPG provides higher conversion efficiency than a CW operated device. In conclusion, one could
design a QPG to interface, for example, an IR photon source with a diamond quantum memory
(even a Cs memory with enough bandwidth compression) but not to carry spectral correlations of
a engineered photon source in the IR to the visible.

5.3.1 Interfacing a quantum dot with a streak camera

There are a wide variety of processes that will need interfacing in real world quantum networks, as
we reviewed in section 4. In this work, we focused on interfacing a QD (produced in the group of
Prof. Dr. Manfred Bayer in Dortmund) with a streak camera. Streak cameras measure intensity
variations with time and are often used to characterise the temporal envelope of pulses. They are
an important tool for characterising quantum dot emission. Unfortunately, they often have very low
quantum efficiencies or are blind at the emission bands of the sources. Therefore, the two require
a dedicated interface. We designed and produced an SFG device to frequency up-convert the QD
single photons from the IR to allow detection by the streak camera in the visible range.

The aim is to convert the QD emitted photons at 1150nm up to the visible (~ 680), where the
streak camera not only can detect them but has highest quantum efficiency (Hamamatsu C5680-25,
~8%). Tt is key then to have the highest possible conversion efficiency to not waste photons while
designing a process that maintains the spectral properties of the original signal. This is paramount
to the proper characterization of the quantum dot emission, if the temporal width of the converted
field is not known in relation to the original signal, then the measurement on the streak camera
will contain no information about the original quantum dot field.

To maintain the temporal width of the quantum dot emission, the angle of the JSA must be
known and ideally 45°, as it means a 1:1 ratio between the input and output temporal (and spectral
width). In this case, the CW pump presents an advantage. As long as the PM function is wider
than the signal input, any CW pump will result in a TF at 45° and maintain the temporal width.

With all the constraints in mind, an SFG Type II process in 7pm Ti:LN waveguides with poling
period 7pm is designed to convert the quantum dot emission at 1150nm to 686nm with a pump at
1700nm. This was the only possible process for this frequencies combination in Ti:LN waveguides.
The PM and TFs of the process are shown in figure 5.11.

Access to a pulsed pump would increase the efficiency due to the higher peak intensities. How-
ever, in that case, the width of the pump pulses must be taken into account when designing the
process so that the angle of the JSA is known. For example, a pump as broad as the PM function
would lead to an uncorrelated JSA. In that case, the output will always have the same spectral
bandwidth, no matter the original signal bandwidth. Other materials and platforms might allow
different more efficient processes thanks to their higher non-linear coefficients. For instance, type
II SFG in LN is the lowest coefficient and type 0 its highest, but no type 0 processes in LN match
the central frequencies needed to interface the QFC process under investigation. Finding a different
material with an available process with higher coefficient would increase the efficiency.

5.3.2 Design guidelines

The design of QFC devices is then constrained by the technologies available and the target prop-
erties. Therefore, there is no straightforward design procedure. For the process designed in the
previous section, the highest priority properties were phase-matching the quantum dot emission with
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Figure 5.11: PM and TFs of the SFG type II process to interface quantum dot emission at 1150nm
with an streak camera at 686nm.

the streak camera highest efficiency frequency range and the correlated TF. Conversion efficiency
was sacrificed by the use of a CW laser and the type II process to achieve a correlated TF at the
correct phase-matched frequencies. Hence, as a general rule, one must identify the key properties
needed out of the QFC and design the process from there. Summarizing the previous discussion,
we can outline two general guidelines regarding the interface priorities on spectral properties and
conversion efficiency:

e Spectral properties: A PM function bandwidth wider than the pump bandwidth allows us

to design TF that preserve the spectral properties of the input. In that case, the best option
is the use of a CW pump to ensure a 45° TF angle. On the contrary, if the application calls
for a manipulation of the spectral properties then the bandwidth ratio between the pump
field and PM function angle has to be engineered to such need. This includes using pulses
with tailored bandwidth for the pump field and choosing the correct material for the group
velocities of the fields to engineer the correct angle. For example, bandwidth compression can
be implemented with a 0° PM function and wide pump, like the GVM SFG process of the
QPG, which needs very particular GVM properties from the material.

Conversion efficiency: If truly only the frequencies must be converted, and everything else
can be ignored, then one should choose the material and process with the highest non-linear
coefficient available. Furthermore, the use of GVM pulses would give the highest efficiencies,
as in that case the fields travel together and the interaction length matches the length of the
device. However, this is rarely the case. In most scenarios, the final process is designed as
a trade-off between the spectral properties and the maximum conversion efficiency possible.
The use of pulses whenever possible will help increase it.

This guidelines are not absolute and, in the end, every property of the desired QFC process have
to be considered. The key is to identify the most important conversion (like central frequencies,
bandwidths or spectral correlations) that the device must perform, and engineer the rest around it.






Chapter 6

The QPG at work

The TM selective operation of the QPG opens the door to many applications in quantum informa-
tion. Basically, with a QPG one can read the TM composition of a photon state and process the
information contained in it. This can range from the “simple” tomography and reconstruction of a
quantum state [80] to photonic quantum gates for quantum computing [100].

In this chapter, we discuss two applications in three experiments with the QPG and we present
experimental results that prove the viability of these applications. We start with a description of the
experimental setup used to exploit the QPG and then the three experiments follow. First, the QPG
is used to estimate temporal separation between two incoherent signals beyond the classical limit
applying concepts derived from quantum metrology. We will show the method and experimental
results that expand the technique to estimate more than the pulses separation. The effect of different
degrees of coherence between the analyzed signals is also experimentally investigated. Second, we
implement a novel compressive sensing method to reconstruct unknown photon states with the
QPG. The principles behind the method are introduced and the experimental results are presented.

6.1 QPG experimental setup

To successfully implement the QPG we need the following key components: pulsed pump and
signal fields, spectral shaping of the pump to control the projecting mode ¢ of the QPG and signal
to simulate interesting input states, spectral filtering of the output up-converted field from the
QPG process and a photon detector. A setup containing these, is able to carry out many different
experiments exploiting projection operations with very little change, proof of the versatility of the
QPG.

The experimental setup used in every demonstration in this chapter is illustrated in figure 6.1.
The signal (around 1550nm) and pump (around 860nm)* pulses come from a tunable ultrafast laser
source consisting of an optical parametric oscillator (Coherent Chameleon OPO) pumped with an
ultrafast Ti:Sap laser with 80MHz repetition rate (Coherent Ti:Sap). The ultrafast pulses have a
FWHM of 200fs in time. The system allows to tune the central frequency of both fields in the IR
and near-IR ranges.

The signal pulses are spectrally shaped into different input TMs for the QPG using a commercial

IThe exact wavelengths depend on each specific experiment.
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Figure 6.1: QPG experimental setup. See the main text for a detailed description of components
and working flow.

spectral shaper (Finisar Waveshaper) with a shaping resolution of ~ 0.1nm. The signal propagates
then through a delay line that allows one to match the arrival time of the pulses with the pump
pulses at the QPG. The pump pulses spectral shaping is carried out with an in-house build spectral
shaping setup using a spatial light modulator (Hamamatsu LCOS-SLM). The working principle of
the SLM and the setup are explained in the following section. The setup has a shaping resolution
of ~ 0.03nm. After shaping, the pump is coupled together with the signal into the QPG waveguide
for the process. A 7mm focal length lens is used to match the spatial distribution of the 2mm
Gaussian width fields to the ~4pm mode size of the QPG waveguides. At the output, another 7mm
lens is used to collimate the up-converted QPG light. This lens has an anti-reflective coating for
the QPG output range to reduce losses.

The QPG is placed on a copper oven heat to 200°C using a heating cartridge. The temperature
is measured with a PTC1000 temperature sensor. A temperature controller (Oxford instruments)
is used in a feedback loop to maintaining the temperature of the oven stable down to variations of
0.01°C . To further stabilize the temperature, the QPG and oven are placed inside a Teflon cage
with openings for the laser fields to be in-coupled and out-coupled through the lenses.

The up-converted output light in the green visible range is sent to a custom spectral filter built
with the same geometry as the SLM setup. This filter consists of a grating with 2400 lines/mm,
a lense with 50cm focal length and a slit with tunable width in front of a silver mirror. Closing
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the slit allows us to filter the side lobes of the QPG PM function to clean the TF. The spectral
resolution of the filter is ~ 0.04nm. The filtered output is finally coupled to an avalanche photon
detector (APD; ID Quantique) which, in combination with a time tagger (Swabian instruments),
is used to measure the average photon number in the output QPG mode.

6.1.1 Spatial light modulators for spectral shaping

Amplitude and phase modulation of a pulsed field can be achieved with a spatial light modulator
(SLM). This modulation, often called spectral shaping, can be used to shape the pump envelope of
the a non-linear process, tailoring the TF. In this work, a liquid crystal complementary metal oxide
semiconductor (LC-CMOS) SLM is used. The liquid crystal contains elliptic molecules arranged in
a 2D matrix forming the screen of the SLM. The metal oxide semiconductor interfaces the liquid
crystal molecules with individual pixels in the circuitry of the device that can apply a different
voltage to each individual molecule. The molecules respond by rotating their optical axis, thus
components of the field travel through different optical paths within the molecules and their phase
is modified. The sketch in figure 6.2 describes the main components of an LC-CMOS SLM. This
operation is known as phase-only SLM. The SLM can be programmed with masks defined by a
matrix that matches the pixel dimensions of the screen and contains the phase desired for each
of them. The amplitude of the fields can then be manipulated through the modulation of the
phase-mask programmed on the SLM by setting up a phase-grating.

Screen Pixel

Figure 6.2: Sketch of a reflective LC-CMOS SLM. The screen is composed of many pixel units. Each
pixel is composed of the LC molecules addressed by aluminum pixels whose voltage is controlled
by the CMOS circuit. The voltage set to each pixel rotates the molecules, changing the phase of
light travelling through the molecules and reflecting back on the aluminium surface.

Such an SLM can be directly used for spatial mode shaping within a simple imaging system.
In order to perform spectral shaping to tailor the JSA function, we need access to the spectral
components of the pulse. This can be accomplished through the inclusion of the SLM in the
Fourier plane of a so called a 4-f line setup. A 4-f line is built with two identical gratings and
two identical lenses, placed such that the distance between all four elements is equal to the focal
distance of the lenses, giving it its name. An example of a 4-f line is represented in figure 6.3.

An input Gaussian pulse (in space and time-frequency domains) is diffracted by the first grating,
diffracting each spectral component of the pulse at slightly different angles. Then, the first lens
images the spectral components onto the Fourier plane, exactly at a distance f from the lens. In
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the Fourier plane, the lens performs a Fourier transform of the spectral components [101], mapping
the spatial coordinate of each component into the frequency domain and granting access to its
properties. By placing an SLM at the Fourier plane, it is possible to modify the spectral phase of
the individual frequency components of the pulse. The second lens and grating reverse the spectral
decomposition process, returning all the frequency components back to the original spatial mode.
This technique was first proposed by Danailov et al. in 1989 [102]. An extensive review of this and
many other pulse shaping techniques is found in Monmayrant et al. [103].

The performance of the 4-f line is determined by the characteristics of the components with the
4-f design parameter

A3f
a=———",
27ed cos(0y)
where )\g is the central wavelength of the input pulse, f is the focal distance of the lenses, d is

the grating spacing parameter and cos(6;) is the diffracted angle on the gratings. With a we can
calculate the spectral shaping resolution of the setup

(6.1.1)

dw = Axg/a, (6.1.2)
with Axg the size of the spectral components on the Fourier plane, given by standard Gaussian

beam propagation:

cos(6;) fXho

Azy = 2In(2) cos(0) Tz

(6.1.3)

where 6; is the incidence angle on the gratings and Az, is the input beam Gaussian width.

In order to achieve amplitude and phase modulation, we generate grating masks for the SLM
using the phase-only modulation of the SLM to simulate an optical grating. The amplitude of
the grating over the mask manipulates the diffracted light spectral amplitude. The phase relation

]

Gratin, .
9 Fourier Plane Lens
W Spatial Spatial W
4_/ Gaussian Gaussian \_>
Spectrum pulse in pulse out Spectrum
in out

Figure 6.3: Scheme of a 4-f line setup. The position of the two gratings and lenses matches the
focal distance of the lenses. The spatial distribution of the input and output pulses is identical, the
setup only modifies the spectral distribution of the pulse as depicted in the insets for the input and
output spectrum.
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Figure 6.4: Example of an SLM mask to shape a second order HG mode in amplitude and phase.
The gray-scale of the mask translate into different phases on the SLM pixels. The expected resulting
spectral amplitude of the diffracted light is overimposed on the mask. The red lines guide the eye to
the m phase-offset between the two sides of the mask that manipulates the spectral phase between
the spectral components diffracted by the mask.

between different parts of the grating allows to introduce phase differences between the spectral
components. To illustrate this, a mask to shape a second order HG function is shown in figure 6.4.

The 4-f line setup used for the QPG experiments is shown in figure 6.1. The input pump beam
spatial mode is expanded to a Gaussian width of ~1lcm using a telescope (not in the figure). Due to
the reflective nature of the SLM used, in the experimental setup in figure a folded 4-f line geometry
is adopted. Instead of a lens, a cylindrical mirror with 23cm focal length is used. The shaped
spectrum is reflected from the SLM back to the cylindrical mirror and grating (2300 lines/mm) to
reverse the spectral decomposition.

6.2 Quantum metrology

The estimation of the separation and other parameters (like relative intensity or centroid) of two
close incoherent signals is an ubiquitous problem in scientific and industrial fields. It finds appli-
cations in global positioning system devices [104, 105], measuring excitations in biological samples
[106] and condensed matter physics [107] to name a few. Contrary to coherent signals, interfer-
ometric methods cannot be used when there is little or no coherence between the two signals.
Traditionally, spatial intensity measurements of the signals are used to estimate the separation s
and other parameters. However, this method is limited by the diffraction resolution of the system,
described by Abbe’s limit and the Rayleigh curse [108, 109]. Information science provides a mod-
ern framework to analyze the problem. To exploit it, we need to introduce the concept of Fisher
information.

The work presented in this section is the result of a collaboration between us and the groups
of Prof. Dr. Luis Sanchez-Soto, Prof. Dr. Jaroslav Rehécek and Prof. Dr. Zdenék Hradil. The
theory was developed by these collaborators and we performed the experiments. The final analysis
and results presented here are the product of the discussion between all the collaborators.

6.2.1 Fisher information and parameter estimation

In 1922, Ronald A. Fisher revolutionized the statistics by revisiting the Bayes theorem and quanti-
fying the amount of information gained from conditional probabilities, the Fisher information (FT)
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[110, 111]. In short, contrary to the dominant least squares method to estimate statistical quan-
tities, Fisher carefully analyzed maximum likelihood estimation methods, introducing estimator
functions. The variance of this estimators is the inverse of the FI which quantifies how much the
function changes with the variation of the target parameter. Therefore, the minimum variance gives
the best estimation of the parameter which is achieved when the maximum FI is available. These
functions can be measurements 3 of a parameter 3 in a system. The quality of this measurements is
then given by the its variance var(}), quantified by the FI F per measurement, with var(3) > 1/F
[112].

Let’s revisit the intensity measurement limit, in the case of the estimation of the spatial sep-
aration of two incoherent signals. The FT is contained in each photon detected in the intensity
measurement 1(x,s,), where x is the spatial axis and s, the spatial separation. Analogously, for
two signals separated in the time-frequency domain the intensity distribution is given by the inco-
herent mixture of both fields, as depicted in figure 6.5. The intensity is then

EANE EANE
Iw,5.) = |ac(w = 2)| +|acw+ 2|, (6.2.1)
where ag are the Gaussian spectral envelopes with bandwidth o of each individual signal. This
could be measured with a spectrometer. Then, the Fisher information available to estimate s, with

N measured photons is given by

]-':N/OO dog—— <81(°”5°’))2. (6.2.2)

oo Hw,s,) 05,

The variance of the estimator is described with var(s,) > 1/F. An ideal estimator would have
var(5,) = 0 and always give exactly the value of s,. From the Fisher information of an intensity
measurement, if s, > o then the variance is limited to var(s,) = 462/N. As s, ~ o the Fisher
information starts to decrease and the variance increases, diverging to infinity when s,, — 0. This
makes it impossible to estimate the separation between two signals closer than their width. This

>
-

Intensity
Intensity

ne

Figure 6.5: The green and orange lines are the two Gaussian signals with a frequency separation
5, and bandwidth o. The blue lines are the result of a intensity measurement of the signals. In a),
5, > o and the intensity measurement allows one to distinguish both signals. As s, approaches o
and beyond, it becomes harder to make out both signals from the intensity measurements as it is
the case in b).
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limit can be formalized with the Cramér-Rao lower bound (CRLB) [113, 114]. This is a fundamental
limit for the classical estimation problem and it’s also dubbed Rayleigh’s curse as it is the resolution
limit described by the Rayleigh’s own diffraction limit criteria [2].

In 1969, W. Helstrom studied the problem under the quantum perspective , using the quantum
counterpart of the FI [115]. The main different between classical and quantum FI is that, where
classical FI has a unique local estimation function (a well defined set of measurements), in the
quantum case the FI is given by all the possible quantum measurements [116]. With that, it can
be shown that the quantum CRLB (Q-CRLB) maintains a constant value var(s,,) = 462/N for any
5y [117] below the classical CRLB.

6.2.2 Quantum parameter estimation with the QPG

The quantum Fisher information (QFI) provides lowest possible variance for the estimator. It can
be accessed through phase-sensitive measurements. For the scenario considered here, of incoherent
overlapping pulses, it can be shown that the partial derivatives of the spectral envelopes provide the
optimal measurement basis for the quantum estimator. This is discussed in detail and derived in
[118]. In particular, since we are considering Gaussian envelopes, these happen to be the HG basis.
The QPG can project the signals into these modes and extract the information for the estimator.
The two first order HG mode are sensitive to changes of s,. By projecting the signal onto these
two modes we obtain the ratio

Puc1 _ oy §2 52
~ “_. 6.2.3
Puao 4U§ig + 1607 * 16032ig ( )

Here, Pygo and Pyg1 are the QPG output intensities of the signal on the zeroth and first HG
modes, ogi, is the bandwidth of the signal, 5; and §,, are the estimators in time and frequency, and
oy the time bandwidth of the signal. Assuming that the two signals are only separated in one degree
of freedom (t or w), equation 6.2.3% allows one to calculate the estimator with quantum resolution.
This method was successfully implemented by Donohue et al. in 2018 [81]. They estimated the
separation in frequency and time of two incoherent signals below the CRLB and saturating the
Q-CRLB.

6.2.3 Multiparameter estimation

The first quantum estimation approach in [81] was limited to the estimation of a single parameter:
the separation between the two incoherent signals. However, the method can be expanded to
multiparameter estimation if the correct measurement basis to extract the QFI is used. We follow
the methods outlined in [118, 119] to perform multiparameter estimation of the signal with the
QPG. The discussion that follows can be expanded with the original publication of the results in
[88].

Taking advantage of the temporal mode framework of the QPG, we focus on the time domain.
Specifically, we want to simultaneously estimate the temporal separation 7, temporal centroid
and intensity difference 1 — q between two incoherent time pulses when their temporal separation is
very small. The estimated quantity can then be collectively named 6 = (7,79, q) and the estimator
§. The pulses and the estimated quantities are described in figure 6.6a). The incoherent mixture is
then given by

2For a detailed derivation of equation 6.2.3, the reader is refereed to the appendix in [81]
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Figure 6.6: a) Two incoherent time pulses and the quantities to be estimated through phase-sensitive
measurements. b) Optimal measurement basis for the estimation of the three parameters 7, 7 and

q.
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Figure 6.7: Simplified version of the experimental setup in figure 6.1 with details for the demonstra-
tion of multiparameter estimation at the quantum limit. The signal at 1540nm it is shaped into one
of two incoherent signals for negative and positive time delays (orange and green) with programmed
parameters —7 /2, 7o and q and sent to the QPG. The pump for the QPG process is centered at 862
nm. The pump is shaped into the measurement basis modes using the SLM 4-f line setup and sent
to the QPG. After the QPG, remaining pump and signal fields are tapped off and the converted
signal at 553nm is filtered. The filtered light is measured the APD and time taggers. Figure legend:
neutral density filter (NDF), dichroic mirror (DM), avalanch photon detector (APD).

I(t) = qla(t — 10— 7/2)]* + (1 — q) |a(t — 70 +7/2)]". (6.2.4)

In the multiparameter case, one needs to consider not only the variance of each parameter
but also the interplay between different parameters. This is described by the covariance matrix.
Similarly, the quantum Fisher information is given by a matrix Q(f) sensitive to changes in all
three parameters. Therefore, the estimator limit is given by the covariance with

cov(f) > Q71(6). (6.2.5)
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Given the presence of more than one estimator, this new multiparameter bound is only saturable
if the measurements for every parameter are compatible (non-destructive) [120].

To saturate the bound and achieve the ultimate estimation resolution, we find the optimal
measurements following [118]. These are the derivatives of the signals, which for Gaussian functions
are HG modes. Four modes are sufficient for the optimal estimation of three parameters. These
four modes are depicted in figure 6.6b). They are superpositions of the first four HG modes.

The experimental setup details for this experiment are described in figure 6.7. To generate two
incoherent signals, the negative and positive time shifted pulses are shaped and measured separately,
summing their results in post-processing to produce the incoherent mixture. This also avoids any
spurious coherence from the pulses. The time centroid 7y is set at 0 without loss of generality and
different intensity balances q are measured. Each signal is measured sequentially with the four
basis modes and each setting is measured 100 times for statistical significance with a measurement
time of 2ms. Due to the long measurement times, the experimental apparatus was very sensitive
to temporal drifts caused by laboratory environmental changes over time (e.g. temperature and air
currents). To mitigate this, after a certain number of measurements the signal and pump delay is
realigned to maximize QPG output. This is done by shaping the pump and signal fields into the
orthogonal modes HGy and HG;. Then, the QPG extinction ratio at the output is maximized by
scanning the first order linear phase term? of the fields with their respective spectral shaping setups.
This allows us to center pump and signal pulses in time again and maintain the QPG performance
at its maximum.

Projections on these modes matched the expected values down to very small separations where
the technique is limited by the shaping of the signal fields. In figure 6.8, the variances of the three
estimators are plotted against the separation with the CRLB and Q-CRLB for comparison. We
saturated the Q-CRLB in every case, demonstrating the ultimate quantum resolution.

The variances of the three estimators are shown in figure 6.9. These show the simultaneous
estimation of time separation 7, intensity imbalance q and time centroid 7y.

0.2 0.3 0.4 0.5
T /ot

Figure 6.8: Variances of the measured estimators. The ticker lines follow the Q-CRLB and the
thinner lines the classical CRLB. The colours correspond to the different parameters as indicated
in the y axis. Figure from [88]

3The first order linear phase term of a pulse corresponds to a time delay.
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Figure 6.9: Experimental results for the simoultaneous estimation of 7, 7y and q. The solid lines
are the programmed values of the parameters for each separation. The points mark the mean value
of the estimator measurement with their standard deviation in vertical bars. The shadowed areas
mark the limit marked by the classical CRLB with the number of photons measured experimentally.
Figure from [88].

6.2.4 Coherence effects

So far, we have considered only the problem of discriminating incoherent pulses. An interesting
question that arises is, how does the coherence of the signals impact the estimation techniques?
This question has recently caused a heated scientific debate [121-128] where some argue that the
presence of coherence in the signals leads to a resurgence of the Rayleigh’s curse while others argue
the opposite. Furthermore, other studies argue for an advantage to be gained from coherent signals,
increasing the amount of information available for parameter estimation.

In the results presented here, and published and discussed in [95], we argue that coherent
signal superpositions can be decomposed into symmetric ¥s and asymmetric v, coherent modes, as
illustrated in 6.10, of in- and anti-phase time-shifted components ¢4 (t) = ¥ (t+7/2). The coherent
modes define two measurement channels. Although this can effectively carry more information
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asymmetric:

Figure 6.10: Amplitude of the symmetric and asymmetric coherent mixtures.

than the incoherent case, this does not necessarily result a metrological advantage. We present
experimental results to support our conclusions.

The amplitude of the signal mixture of two coherent fields with a time separation 7 is the
described with

1
Alt) = -t —=7/2) + 4+ (t+7/2)], (6.2.6)
V2
As we have discussed, the optimal measurement basis are the HG modes for Gaussian pulses. Then,
measuring in these modes we obtain the following QPG projections on the coherent modes

pn(T) n=20,2,4,...
ps = [(HGy|9s)|? = {o N las , (6.2.7)
0 n=20,24,...
a = HGn a2: T 6.2.8
pa = [(HGy16) {pnm S as (6.28)

Here, p(7), is the QPG conversion probability of the projection of the signal on HG,. We are
focusing on estimating a single parameter, the time separation 7. Note that we can reproduce the
fully incoherent case by adding both signal modes 15 and v, since they happen in odd and even
HG modes independently and together reproduce measurements on every HG mode. In this case,
summing all the p(7), we obtain the Fisher information from equation 6.2.2 and reproduce the
classical CRLB and analogously for the Q-CRLB.

In the fully coherent case, we measure both the symmetric and asymmetric signal mode and
thus the Fisher information is

1 1 72 72
()= — [y — S 2.
Fo(1) = 552 <80t2 320;*)6”’( 803> (6:2.9)
2)

(6.2.10)
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Measuring both separately, we obtain Feon(7) = 1/402, the quantum bound again. However,
for small separations 7 — 0

Fs(r) ~0 and F,(7) ~ %
4o}
the intensity of in-phase symmetric components interfere constructively while the anti-phase
asymmetric components interfere destructively due to the opposing phase. The intensity then goes
to zero as they approach and contains all the information about the separation, this leaves the
remaining intensity in the symmetric channel open to estimate other quantities.

Altogether, the information of the mixture has been sorted in the symmetric and asymmetric
channels, like an information beam-splitter. The time separation information is contained in the
vanishing intensity from the destructive interference of the asymmetric mode channel and all the
remaining intensity is directed to the symmetric channel where other parameters can be accessed
through new estimation measurements. For comparison, in the incoherent case, half the intensity is
sent to both channels and both can be used for parameter estimation down to the quantum limit.

The controversy starts when partial coherence is in play. We describe this as a superposition
of symmetric and asymmetric modes. The degree of coherence is quantified with ~, where v = 0 is
the fully coherent case and v = 1/2 the fully incoherent. The Fisher information is then

(6.2.11)

FIr) = (1 = )Fs(7) + vFa(r), (6.2.12)
FUr) = Fs(r) + (1 = 7) Fal7). (6.2.13)

Consequently,
F(r) =F (1) + FI(7) = Fincon = %‘2 (6.2.14)

Therefore, no matter the degree of coherence present in the system, phase-sensitive measurement
(in particular HG modes for Gaussian signals) are the optimal parameter estimation technique and
the Q-CRLB is always the ultimate limit. There is also nothing to gain from coherence, only that
information is divided in the signal mode phase channels.

We experimentally demonstrate this result by estimating the time distance of the signal mixture
with different degrees of coherence and examining the estimator values and their variances. The
experimental setup is the same as in figure 6.7. In this case, instead of independently shaping the
incoherent fields, we shape the signal into the symmetric and asymmetric modes at different 7. The
projections of the mixture on the measurement basis are measured and the estimator 7 values are
obtained for each programmed separation and at different degrees of coherence .

The results are shown in figure 6.11. The estimators beat the CRLB and approach the Q-CRLB
for every measurement configuration and degree of coherence investigated. The results remarkably
follow our theoretical discussion earlier. No metrological advantage (or disadvantage) comes from
the presence of coherence in the signal mixture. Coherence can be exploited as an information
sorter, distributing the information into different coherent channels.

6.3 Randomized compressive tomography

High-dimensional Hilbert spaces, such as the one generated with the PDC source discussed in
section 7, come with new challenges for their final use. A trustworthy method to characterise the
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Figure 6.11: Variance of the estimator 7 as a function of the programmed time separation 7. The
measurements were done with different degrees of coherence. The blue dashed line marks the
CRLB and the solid red line the Q-CRLB. The inset is a zoom in on the y axis to better observe
the behaviour. Figure adapted from [95].

states is key to achieve quantum performance. Quantum state tomography techniques allow one
to reconstruct states [129, 130], measuring their properties (e.g. spectral amplitude and phase of a
TM encoded state). However, these techniques usually requires a great number of measurements,
on the order of d(d + 1) [129] where d is the dimension of the space. The number of measurements
combined with the photon-starving environments of quantum systems make this techniques unideal
for real world applications where the least number of states should be lost in characterisation.

For example, state tomography can be performed with the QPG by projecting the state into
a set of mutually unbiased bases. This was experimentally demonstrated by Ansari et al. [80],
using the QPG to perform tomography measurements with fidelity up to 99% in 7-dimensional
states. The state tomography at 7 dimensions required 3136 measurements. If we want to scale our
photon states to high-dimensional spaces to benefit from their advantages, this technique becomes
unfeasible very quickly, scaling exponentially with the dimension.

We introduce a new state tomography technique inspired by compressive sensing and single-pixel
cameras which is able to reconstruct unknown states with less measurements than standard tomog-
raphy: randomized compressive tomography (RCT). The method and unprecedented experimental
results in this section were published in [131].

The work presented in this section is the result of a collaboration between us and the groups of
Prof. Dr. Luis Sanchez-Soto and Prof. Dr. Hyunseok Jeong. The theory was developed by these
collaborators and we performed the experiments. The final analysis and results presented here are
the product of the discussion between all the collaborators.
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6.3.1 State description

We detail the steps required to reconstruct a pure quantum state in the time-frequency domain,
e.g. the state of one of the photons from the PDC source in section 7. The state can be expressed
with the broadband operators as a superposition of frequency components?,

) = / dw AT|0). (6.3.1)

It is useful now to use the density matrix p = |¢)(¢| to simplify the notation for the problem.
In many real applications, photon sources won’t produce completely pure states and we have to
account for possible mixedness. A mixed state can be described with

Pmix = Z /\nn’lwn><wn’|a (6-3-2)

with the rank of the mixed stated defined by the number of different n and n’ states present. A
pure state then has rank 1.

As we are interested in the information in both time and frequency domains of p, it is useful to
describe them together with the so-called “chronocyclic Wigner function”® [132-134], an adaptation
of the original Wigner function for the time-frequency domain. It is defined

W(t,w) = Z/dt’e%‘*’t’<t—t’|p|t+t’> (6.3.3)
= Q/dw’efzi“’,t(w —u'|plw + W'Y, (6.3.4)

in time and frequency. From now on, we will simply call it the Wigner function. Depending on the
time-frequency encoding under study, the Wigner function changes. We will investigate it for TMs
and frequency bins.

For HG,, modes of order n, the Wigner function takes the form

W(t,w) = 2(—1)"e~ D L (212 4 20,2). (6.3.5)

Here L, are the Laguerre polynomials of order n. In summary, the Wigner function for HG modes
reduces to Laguerre-Gaussian functions.

TMs are not the only useful description of photon time-frequency components. Another impor-
tant time-frequency encoding basis are frequency bins [135, 136] like the ones found in frequency
combs [137]. Therefore, it is interesting to consider them. Frequency bins are narrow-band pulses
completely described in the frequency domain. We cannot use broadband modes to describe them,
their amplitude f(w) is given by

d
Jan (W', W) = Z a0 (W' — wn)d(w” — wy), (6.3.6)
nn’=0
where § are delta functions of the frequency, and the frequency bins are defined by a set of dimension
d, {w,}?_,. From a pulse description, it is handy to describe the frequency bins around the central

4The approach can be analogously applied to time components through Fourier transforms
5The term comes from the juxtaposition of time and frequency variables in the function.
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Figure 6.12: a) Bins of a 10-dimensional space. b) Density matrix of the bin state defined by the
superposition of bins [¢) = 1/v/3(|wo) — |ws) + |we)).

frequency wy of the pulse and with a fixed frequency spacing Aw, w, = wp + Awn—(d—1)/2]. An
example of a 10-dimensional frequency bin space is depicted in figure 6.12a).
The frequency bin states are then p =3 . |wn) fan (wn'| and the Wigner function is

d—1
W(t,w) = Z Fan €@ =95 (0w — (wy 4 wyr)/2). (6.3.7)

nn’=0

In this case, the Wigner function oscillates in time while it is a delta in frequency as a result of the
idealized description of the frequency bin state with zero-width frequency bands. However, all the
spectral information is contained in fy,,;> which can still be represented using the density matrix.

6.3.2 RCT method

The problem then is to reconstruct an unkown state of rank-r and dimension d, described by
p. Although for a scan tomography technique ~d? measurements are needed, in principle, there
exists a set of measurements M < (O(d?) that unambiguously describes a low-rank state. Such a
measurement set is called informationally complete (IC). De facto, there must exist a set of basis
of dimension d that fully reconstructs the state in the minimum possible number of basis states.

We introduce the RCT scheme to find such an IC set of basis without any ad hoc assumption
about the orignal state. The scheme characterises an unknown low rank time-frequency state pq of
finite dimension d and rank much smaller than the dimension, r < d, in less measurements than
MUB scan tomography.

The scheme works in a bottom-up process in which the state is projected onto independent bases
states Br, = {|bk,0)510%,1)s- -5 [Dkn)s -+, [bk,a—1)} of dimension d. Similar to compressed sensing
schemes [138], single shot measurements projecting the target on bases that do not completely
describe the state accumulate information about its composition and build a volume of possible
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Figure 6.13: Scheme of the iterative RCT method. The QPG setup is the one described in figure
6.1. Reprinted with permission from [131] (©The Optical Society.

bases that after a number of measurements K, reduce to one unique solution that fully reconstructs
the original state.

The process is done in two steps that are repeated until a solution is found as illustrated in figure
6.13. In the first step, the state is sequentially projected on the modes of basis B on the QPG
by shaping the pump of the QPG into each basis mode. The counts for each mode in the output
of the QPG gives us the relative frequencies v, (with n the basis mode order). The frequencies
are mapped into an operator p = (bgn|pa|brn) obtained through a maximum-likelihood (ML)
method that maximizes the likelihood function describing the QPG projections over the searched
d-dimensional state space [139-142].

The second step of RCT is the informational completeness certification (ICC). It determines
whether there is more than one state that fits the ML probabilities p. If that is the case, there is
a convex set (Cy) of states with a nonzero volume scvx®. Through the accumulation of spectral
information from different basis projections, the solution volume decreases until it is zero and the
basis that reconstructs the original state is unique [143]. At step k =Kjc, the volume is zero and
we have found the unique basis.

6.3.3 Experimental realization

To perform the experiment, the QPG signal input is shaped into different HG modes and frequency
bin states as input states to be reconstructed. Then, RCT is performed by sequentially shaping
the pump into randomly rotated bases states of dimension d and analysing the relative frequencies.
An example of the rotation of the basis and the QPG measurement of the relative frequencies is
described in figure 6.14. This is repeated until the volume scyx reaches 0 and we retrieve a unique
reconstruction of the input state. The experimental setup is analogous to that in figure 6.7. In this
case, the signal pulses are centered around 1541nm and the pump pulses at 857nm. The signal is

6The ICC and scyx calculation involves semidefinite programming techniques which are out of the scope of this
thesis. An explanation is given in appendix A in [131].
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Figure 6.14: QPG projection of an state on a set of rotated basis for the RCT scheme. The
original HG basis are rotated through a randomly generated unitary operation, the pump is then
sequentially shaped into the rotated basis modes and the input mode projected into each of them.
The raw photon counts in the output mode of the QPG are the relative frequencies. The counts
shown are from a real experimental measurement. Reprinted with permission from [131] (©)The
Optical Society.

attenuated down to the few-photon level (~ 12). For each input state studied, 100 to 200 bases of
M rotated basis modes are created, where M is equal to the dimension of the space d. The output
mode of the QPG for each basis mode is measured for 20ms on the avalanch photon detector. In
the following, we present the experimental results for HG modes and frequency bin states.

Hermite-Gaussian modes

The scheme is first implemented on a 10-dimensional HG modes space. Random rotations through
unitary transformations of the HG modes basis are generated for each RCT run. Pure HG modes
HG( to HG3 and mixed states of up to rank 4 are used as input states and measured. The evolution
of the solution volume and the fidelity of the reconstructed states with the RCT steps K are shown
in figure 6.15a) and b). Examples of some pure and mixed reconstructed Wigner functions are
shown through 6.15¢) to f).

The solution volume is reduced to zero in as quick as 4 RCT steps, meaning that a unique
solution is found in K x d =40 measurements. The fidelities reach values around 80% in around 10
steps RCT steps, meaning 100 measurements for the 10 dimensions. A scan tomography method
would need 90 measurements with usually around 100 repetitions for statistical significance, for a
total of 9000 measurements, to reproduce similar results. With RCT we demonstrate a one order
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Figure 6.15: a) Evolution of the solution volume scyx with each RCT step K for HG pure and
mixed states. b) Evolution of the fidelity of the reconstructed Wigner functions with K and for the
same pure and mixed states as a). ¢)-f) Reconstructed Wigner function of two pure HG modes and
two mixed states of rank 2 and 3.
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Figure 6.16: Solution volume and reconstructed Wigner function evolution of HGq for measurement
basis dimension up to 60. Reprinted with permission from [131] (©The Optical Society.

of magnitude advantage in the number of measurements needed to reconstruct the original state.
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To prove the scalability of the method, we performed RCT with HG basis up to 60 dimensions
on an input HGg. The results are shown in figure 6.16. The method works up to d=60 without any
noticeable impact on K or the maximum fidelity. The 60 dimensions are only limited by the pump
shaping resolution.

Frequency bins

We now test the RCT scheme with frequency bin states to further prove that it is system inde-
pendent. The ideal bin description is approximated with narrow frequency square functions. The
input state is shape into superposition of different frequency bins from a 10-dimensional space. For
the pure state we choose the following superpositions of the the 0", 3'4 and 6** bins

(Jwo) + |ws) + |we))
1 J(Jwo) = |ws) + |ws))
) 75 (o) + ) — o) (6.3.8)

(lws) + [ws) — |wo))

Mixed states can be generated with statistical mixtures of the four pure states with random coeffi-
cients.

In this scenario, the pump is shaped into rotations of the basis defined by the 10 individual
frequency bins. The results are shown in figure 6.17. The behaviour is consistent with that of the
HG modes, confirming that RCT is also system independent. Kjc are on average larger than in
figure 6.15 due to more significant experimental noise being present in the shaping of frequency bin
states. This also reflects in slightly lower fidelities achieved in the reconstructed Wigner functions.
It must be highlighted that this is not a sign of RCT reduced performance and the self-consistent
ICC process works even for full-rank states only requiring larger Kjc and the experimental noise
from the frequency bin shaping is the only factor reducing the fidelity”. The noise is caused by the
small frequency features of the bins in the wide signal spectrum. They are much more affected by
fluctuations of the laser spectrum.

With these experimental results, we demonstrate that RCT is an ideal state tomography method
for low rank states. We reconstructed both, HG and frequency bin modes with high fidelities in an
order of magnitude less measurements than a traditional scan tomorgaphy.

7Systematic errors were introduce in the model to prove this in appendix B in [131].
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Figure 6.17: a) Evolution of the solution volume scyx with each RCT step K for frequency bin
pure and mixed states. b) Evolution of the fidelity of the reconstructed Wigner functions with K
and for the same pure and mixed states as a). c)-f) Reconstructed Wigner function of two pure HG
modes and two mixed states of rank 2 and 3.



Chapter 7

Orchestrating high-dimensional
PDC states

Encoding photons in a high dimensional space provides greater information capacity and improves
the security of quantum communication protocols [91-93]. As discussed in section 3.3.1, TMs span
a high-dimensional space while being compatible with single-mode optics. This presents a major
advantage, as TM-encoded photon states are compatible with standard telecom fibres.

The temporal mode distribution of a PDC bi-photon state is dictated by the JSA function.
By manipulating both components of the JSA function (the PM function and the pump field) one
can access and modify the TM composition of the photon states. To this end, non-linear process
engineering and spectral shaping of the pump can be used. With these techniques, there have been
results producing high-dimensional TM states [144, 145]. These experiments were able to control
the number of modes but only in unbalanced distributions, meaning that the Schmidt coefficient of
every mode isn’t the same. This is not ideal since a known, controlled number of modes increases the
security of a QKD protocol, giving the eavesdropper less information [93]. A balanced distribution
of TMs is optimal as it leads to maximally entangled states [146] that would improve the security
further [147]. Although there have been successful attempts at producing balanced maximally
entangled TM distributions, they rely heavily on filtering and post-processing of the states [148,
149].

In this chapter, we demonstrate a controllable source of maximally entangled TM bi-photon
states. We will discuss the details of the PDC source used and how to exploit its PM function to
generate from single-mode uncorrelated bi-photon states to six-dimensional maximally entangled
states. We introduce the technique for the the spectral manipulation of the pump field, a key com-
ponent. The experimental results of the PDC source are then presented and the current limitations
discussed.

7.1 Tailoring the JSA

The PDC source used is a periodically poled KTP sample (from the company AdvR) with the
following parameters: 8 mm length, waveguide dimensions of 4pm x 6pm and poling period 117pm.
The poling is chosen for a type II PDC process converting light from the near-infrared to telecom
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wavelengths for future quantum communication applications. A type II process allows one to easily
separate signal and idler photons with their orthogonal polarization. The precise wavelengths of
pump (765.5nm), signal and idler (1532nm) are calculated to be in symmetrical group-velocity
matching! (sGVM) in KTP [150], producing a PM function at 45°. In that case, when the pump
is has a Gaussian envelope with a bandwidth that equals the bandwidth of the phasematching
function, the JSA function produces a single-mode uncorrelated state, as seen in figure 7.1a). This
was already experimentally demonstrated with measured signal and idler purities of 82.1 and 86.7
by Harder et al. in [29] using this source.
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Figure 7.1: Simulations of the sGVM PDC source JSA functions. The pump is varied between
the first three HG modes and the third order KC mode. In the top row, the axes represent the
frequencies of signal and idler and the different colours (red and blue) describe regions of opposite
spectral phase. The pump envelope and PM function 0.40 width are represented by solid and
dashed lines respectively. The corresponding Schmidt mode k distribution of Schmidt coefficients
Vi are plotted below for each JSA function. The insets represent the TMs A, and By of the
decomposition.

Moving away from a simple Gaussian pump envelope function allows one to tailor the number
of modes in the Schmidt decomposition, as depicted in figure 7.1. First, we use the first and second
order HG functions. When decomposing the resulting JSA functions from these HG modes, we
observe two phenomena. First, the number of Schmidt modes is K= N + 1, where N is the order of
the HG function. We can now control the number of modes in the distribution by choosing which
HG function to use as pump envelope function. Second, already in the case of the HGs mode, it is
shown that the distribution of the Schmidt modes is unbalanced, with rank lower than the number
of modes. This is also the case for higher HG modes. Therefore, we cannot exploit HG modes to
obtain maximally entangled states.

In 2012, G. Patera et al. [151] found a set of functions which can be tailored so that the Nt

1The group velocity of the pump is in between those of the signal and idler.
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order of the functions has exactly N modes of rank N when decomposed into sets of orthonormal
bases. This makes them the ideal basis for a high-dimensional maximally entangled PDC bi-photon
state. We shall refer to these as N** order kernel cosine (KC) functions. The function is defined by

n

KCa =3 ——e (%5°) cos (27:Tw(i+1)>, (7.1.1)

el 2

with o the sigma bandwidth of the Gaussian amplitude and wy the central frequency.

If we use a pump shaped with these functions, we can obtain JSA functions that decompose
into N balanced Schmidt modes by choosing the Ny, order KC mode. In this case, we can have any
number of maximally entangled TMs in our bi-photon state. An example of KC3 with 3 modes is
shown in figure 7.1.

7.1.1 Measuring the modal composition

Obtaining the modal composition of the bi-photon state presents an experimental challenge. Mea-
suring the JSA function includes a measurement of the spectral phase of the function. Although
spectral techniques for such measurement exist [152-154] they are experimentally cumbersome and
their resolution would limit the accuracy of the Schmidt decomposition, corrupting the final result.
Alternatively, one can measure the joint spectral intensity (JSI) function. It can be measured with
a time of flight spectrometer (TOF), by using a dispersive fiber to spread the spectra in time and
map delay times to frequencies [155]. With the JSI function, we can make sure that the pump
shaping is working properly. However, lacking the phase information, a second measurement is
needed to obtain the TM distribution.

This measurement can be the unheralded second order correlation function. It has been shown
to directly relate to the effective number of modes in the Schmidt decomposition of low gain regime
PDC processes [67, 68]. To experimentally measure the unheralded g (0) of a PDC photon,
one can use the Hanbury-Brown-Twiss configuration (see figure 7.2¢), the second order correlation
function then reads

4@ (0) = {mm2)) (7.1.2)

(n1)(n2)
where ny and nsy are the counts on the photon detectors.
The effective number of modes K can then be defined, in the low gain regime, in terms of the
g® function with [67]

1
K=———. 7.1.3
9(2) 1 ( )
As the number of modes k increases, so does K. For a single mode state, ¢ = 2 and as K
increases with higher number of modes, the ¢(?) function value approaches 1. The Schmidt number
K also allows one to calculate the purity of the state with P=1/K [29].

7.2 Generation of high-dimensional maximally entangled states

We use a pump spectrally shaped into different KC modes to demonstrate a PDC source of high-
dimensional maximally entangled bi-photon states. The experimental setup is described in figure
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7.2. The femtosecond laser source uses ultrashort pulses of 200fs at 1532 nm from a Ti:Sap pumped
OPO system (Chameleon Compact OPO). The 1532 nm beam undergoes a second harmonic gener-
ation process in a bulk Lithium Niobate crystal, producing the 766 nm pump for the PDC process.
The pump is shaped into the different KC modes in the 4f SLM setup and sent to the PDC crystal.
The crystal is a rubidium exchanged KTP waveguide with a poling period of 9pm, 8mm length and
waveguide width of 3pm. Before coupling for the PDC experiment, we characterise the intensity
shaping of the pulses with an optical spectrum analyser (OSA) not shown in the final setup. The
pump is in-coupled and out-coupled to the PDC source using aspheric lenses to match the input
beam mode with the waveguide mode..
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Figure 7.2: a) Experimental setup schematic. The femtosecond laser source produces the 766nm
laser pulses for the pump. The pump beam goes through the folded 4f SLM setup for spectral
shaping and is then reflected and coupled into the PDC source. After the long-pass filter (LPF)
and the band-pass filter (BPF) the signal and idler are separated by polarisation with a polarizating
beam splitter (PBS) and sent to the detection system. b) Detection configuration to acquire the
JSI function of the PDC state. Signal and idler propagate through dispersive fibers and then the
coincidences are measured with superconducting nanowire single photon detectors (SNSPDS). c)
To measure the g(?) of signal and idler fields, they pass through fiber 50 /50 beam splitters and the
coincidences are measured in a Hanbury-Brown-Twiss interferometer configuration [156].

At the output of source, the unconverted pump is filtered out with a long-pass filter and the
spectrum of the signal and idler photons is cleaned with a bandpass filter with a FWHM of 8
nm. The bandwidth of the filter is chosen such that it matches the width of the JSA function,
thereby isolating the central lobe from the expected side lobes from the sinc? PDC PM function.
This ensures uncorrelated JSA functions and increases the purity of the states [150]. Afterwards,
signal and idler photons are coupled to single mode fibers and sent to the photon detectors for the
measurements. Two different configurations are used to measure the JSI functions and ¢(® values,
shown in b) and ¢) in figure 7.2. They will be explained in the following sections.

The SLM used is a reflective liquid crystal oxide silicon SLM (Hamamatsu LCOS-SLM). The
SLM is used in a folded 4-f line geometry, taking advantage of its reflectivity to reduce the number
of components to a grating and a cylindrical mirror with focus f in place of the lenses. Any pulse
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shape down to the resolution of the SLM setup can be imprinted in the pump pulses, up to the
FWHM of the original pump field of 7 nm. The 4-f line SLM setup for pulse shaping is composed
of a grating with 2400 lines per mm and a lens with 30 mm focal distance. The SLM itself has
a screen with dimensions 15.8 x 12 mm and contains 800 x 600 pixels with 10pum pitch. With
this configuration, the expected spectral shaping resolution of the SLM is 0.03 nm. To match the
shaped pump modes with the PM function bandwidth, the KC modes have a 1.5nm FWHM. After
shaping, the pump pulses are characterised for the different orders of KC functions with an OSA.
Results are shown in the top row in figure 7.3.
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Figure 7.3: Measured pump spectrum (top) and JSI (bottom) for KC modes 2", 34, 5, and 6*".
The JSI intensity is plotted on the gray scale. From the 5" modes onward, it can be seen that
the shaping of finer features is limited by the resolution of the SLM setup. For the JSI function
measurements, the resolution is not enough to resolve the finer features from the 2"4 mode onward.

7.2.1 JSI function measurements

The spectral properties of the tailored PDC states are characterised with the TOF fiber spectrometer
in figure 7.2. Signal and idler photons travel through dispersive fibers before arriving at the photon
detector. Due to the dispersion in the fibers, different frequencies arrive at different times, allowing
one to correlate arrival times with frequencies in order to infer the spectrum of the photons. The
resolution of the detection scheme is set by the interplay between the temporal resolution of the
detectors and the amount of dispersion introduced. The coincidences on the detectors for signal
and idler can then be measured to obtain the JSI function with a resolution of 0.12 nm. Smaller
features on the JSA will not be seen by this measurement.

The measured JSI functions for each pump envelope function are shown in the bottom row
in figure 7.3. The measured functions exhibit the expected profiles up to around 6 KC modes at
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which point the resolution limit of the SLM setup degrades the measurements as the mode spectral
features are smaller the spectral components of the pulse on the SLM 4f setup.

7.2.2 ¢ measurements

The ¢g(® values are measured for increasing orders of KC modes, with which we tailor the effective
number of modes K in the bi-photon state. To measure the values we send signal and idler photons
to the detectors through 50/50 fiber beam splitters in the Hanbury-Brown-Twiss configuration
illustrated in figure 7.2b). From the measurements, we determine the K value using equation 7.1.3.
The results are shown in figure 7.4.
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Figure 7.4: The order of the pump envelope function is plotted against the effective number of
modes K. The effective number of modes K is inferred from ¢(?)(0) measurements for KC modes
from 1 to 8. Error bars, representing the standard deviation of 20 measurements, are represented
by vertical lines on top of the plot bars.

When increasing the order of the pump envelope function, we obtain an increasing number of
effective modes. The results are within expected values up to 6 modes. The combination of the
JSI and K measurement results show that using KC modes we can generate a controlled number
of maximally entangled modes in the bi-photon state. Finally, when reproducing the uncorrelated
pure state from [29] by shaping the pump with a Gaussian envelope of 1.5nm FWHM, we obtained
a purity of g(? (0) = 1.97 £ 0.04 improving over the former result and demonstrating a highly pure
source of uncorrelated single-photons.

7.2.3 Resolution limit

Higher orders of the KC functions have increasingly smaller features. When these features reach
the resolution limit of the shaping setup, the effective number of modes K in the state starts to
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deviate from the expected value. From simulations of the JSA function with different pump shaping
resolutions, we can obtain the expected K and explain the results obtained. The simulations are
shown in figure 7.5.
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Figure 7.5: Expected effective number of modes in the PDC JSA function for different KC mode
orders. The theory wiht no resolution limit and different pump spectral shaping resolutions are
included for comparison. The simulation at 0.01 nm resolution lays directly below the theory line.
The beating of the lines and differences with the perfect 1:1 KC mode order to K ratio are due to
numerical errors in the simulation.

From the theoretical resolution of the SLM setup of 0.03 nm, we expect to achieve up to 20
modes. However, the experimental results only reached 6 modes. This matches with a simulated
shaping resolution of 0.195nm. From this, we can conclude that the resolution of the SLM setup is
~6.5 times higher than expected. This may be caused by an accumulation of slight missalignments
of the different optical components of the SLM setup, unwanted spatiotemporal coupling from the
interplay between the cylindrical mirror and grating or the defect on the screen of the SLM found
after performing the experiments.

Improving the setup up to the expected resolution would already improve the results by a factor
of 3. Increasing the resolution even further is desirable to reach mode numbers approaching 100.
The simulation for 0.01nm resolution in figure 7.5 displays up to 50 modes and further. Increasing
the resolution requires more pixels, this could be done by increasing the size of the SLM or by
decreasing the size of the pixels?.

2This is not as simple a fix as it sounds, as the last year of my PhD has proven.
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In conclusion, we have presented an experimental setup to produce bi-photon states with a
controlled number of TMs using KC modes. KC modes, in contrast to HG modes, produce the
desired maximally entangled states. We exploited the sGVM condition of the PDC source and
the spectral shaping of femtosecond laser pulses with an SLM to obtain an on-demand source of
maximally entangled bi-photon states up to six dimensions. The system appears to be limited by
the shaping resolution of the SLM setup.



Conclusions

Do not go gentle into that good night.
Rage, rage against the dying of the light.

Dylan Thomas

The development of quantum technologies relies on both theoretical research and experimental
implementations. Many theoretical studies aim to describe quantum systems that can be exploited
for real world applications: communications, cryptography, information processing... The task of
experimental works is to transfer the ideal theoretical descriptions into experiments that either
demonstrate their operation or whose results are fed back into the theory for its refinement. At
the end of the road, experimental implementations will develop into working quantum devices that
can be finally be exploited in day-to-day tasks. To do so, experimental implementations must be
tailored to the needs of the quantum systems.

In the photonic framework, integrated optics are a cornerstone of future applications. They allow
for miniaturisation of the devices and increase the efficiency of the processes. Together with non-
linear optical effects, they present one of the most promising platforms for quantum technologies.
Integrated non-linear devices can be engineered to interact with quantum information encoded in
photons, accessing for example their spectral properties to generate highly interesting states of
light or process the information within them. At the same time, these devices currently present
a bottleneck. Further improvement in their performance relies on the fabrication of high-quality
waveguides and extremely stable experimental conditions that are currently at the technological
limit. To overcome these limits, we must develop a deep understanding of the fundamental classical
working principles of waveguides and non-linear processes in order to ensure a solid base upon which
to build tailored quantum devices. From there, we can design new devices and schemes to generate
and process quantum light.

In chapter 4, a review of the state of the art of current quantum technologies revealed design
flaws and technological restrictions that limit the performance of several quantum integrated de-
vices. Additionally, this glance at the various kinds of devices (memories, light sources, processors,
interfaces...) allowed us to asses the different requirements that the components of a quantum
network need to work in harmony.

Following this, in chapter5 we investigated Ti:LN waveguide devices limits via comparison
with simulations. Through the identification of the effects of waveguide and experimental inho-
mogeneities in the non-linear process of a QPG, the fabrication process is improved and a four-
fold increase in the length of a QPG device demonstrates unprecedented performance under the
benchmarks studied, namely: conversion efficiency, bandwidth compression and temporal mode
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selectivity. Furthermore, guidelines for the design of QFC interfaces between quantum dots and
streak cameras are given and a general design paradigm is proposed to make the most out of QFC
processes.

Smart tailoring of the non-linear processes properties goes beyond addressing limitations and
improving the state of the art. The spectral properties of non-linear processes can be exploited
to implement TMs in photon states, a framework that allows one to encode information in the
energy degree of freedom of photons. In chapter 7, the JSA function of a PDC process is engineered
to produce a bi-photon state with a controlled number of maximally entangled TMs. The key is
the dispersion engineering of a KTP waveguide and the spectral shaping of the pump field. The
scheme is experimentally demonstrated, producing up to 6 maximally entangled dimensions in the
bi-photon state. This first of a kind quantum light source sets a new precedent with applications
in highly secure and high capacity quantum communication schemes.

Information encoded in TMs can be processed and read out using a QPG. This device that is
shown to implement projection measurements on TMs is applied to three different quantum tasks in
chapter 6. First, quantum single-parameter estimation is extended to a multi-parameter estimation
technique. By implementing tailored phase-sensitive measurements with the QPG, the information
of three parameters from the incoherent mixture of two pulses is retrieved. The results saturate
the quantum bound as in the previously demonstrated single-parameter case.

Second, the presence of coherence in the pulse mixture is investigated to contribute to the recent
debate. Different degrees of coherence are introduced into the mixture through spectral shaping
to experimentally demonstrate its effect. The results show that coherence neither increases nor
reduces the amount of information in the system. The information of the parameter estimators is
simply redistributed into the different modes arisen from the presence of coherence.

Finally, the QPG is used in a new tomography technique to reconstruct photon states. RCT is in-
troduced as a compressive sensing inspired scheme in which an unknown state is reconstructed from
information accumulated through single-shot measurements. With this new method, we demon-
strate state reconstruction fidelities above 80% while the number of measurements needed is an
order of magnitude less than conventional scan tomography techniques. This remarkable results
highlight once more the scalability and reconfigurability of the QPG as a temporal mode processor.

The results presented in this thesis aim at stressing the importance of looking at a problem from
all sides possible. We are at the edge of a possible revolution, a quantum revolution that could
change science and technology forever but to get there, we have to hop again on the shoulders of
giants and understand the fundamentals of every new idea. From the history of science we can
learn to never disregard any approach until the nature of a process is explained, and probably not
even then.

Naturally, we have to look into the future as well. In the last two decades, the foundations
of many real quantum technologies have been laid down and we have to keep moving forward.
The PDC source presented here can still be improved if the shaping resolution limit is addressed,
promising states with as high as 30 temporal modes. The enhanced QPG device has to be exploited
and its improved mode selectivity applied to more quantum measurement schemes. Furthermore,
the combination of the PDC source, QPG devices and for example quantum memories, could
already be the base for a quantum network node. This node would source entangled photons that
are stored and transmitted to another node while a QPG performs an efficient state tomography.
Another QPG in the node could encode information by projecting the remaining PDC photons into
a message. The quantum playground is set, we just need to never lose our curiosity and remember
that science, even in failure, always moves forward.
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