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Abstract

Squeezed vacuum states of light can be used to enhance the sensitivity of
high-precision measurement devices such as gravitational-wave detectors and
they also can be utilized in quantum key distribution. The state-of-the-art
method for the generation of squeezed vacuum states is the optical-parametric
down-conversion. Another technique to create squeezed vacuum states is the
cascaded optical Kerr effect. In this thesis I show for the first time a zero-
span measurement of a Kerr-squeezed vacuum state with a nonclassical noise
reduction of (2.0 +£0.1)dB at a sideband frequency of 358.26 MHz and of
(2.5+£0.1)dB at 1074.78 MHz, using a wavelength of 1550 nm.

The dominating noise source of gravitational-wave detectors in the mid-frequen-
cy range between 30 Hz and 100 Hz is coating thermal noise. An approach
to reduce this noise source is the use of crystalline multilayer mirror coat-
ings made of GaAs and Al ¢,GagogAs. Due to the large circulating power in
a gravitational-wave detector, the optical coating absorption needs to be be-
low 1ppm. In this thesis I investigate the optical absorption of these coat-
ings with the photothermal self-phase modulation technique and finite ele-
ment simulations with COMSOL Multiphysics. At 1064 nm, an absorption of
(0.38 + 0.02) ppm was detected and at 1550 nm an absorption of (0.65 + 0.02)
was observed.

For the MassQ project, sapphire test masses with low optical substrate absorp-
tion are needed to allow for a cryogenic operation. For this reason I have
measured the absorption of two sapphire test masses from the same ingot at
a wavelength of 1064 nm using cavity round-trip loss measurements. The de-

tected bulk absorption was (2931 + 22) ppm/cm.






Kurzfassung

Gequetsche Vakuumzustinde des Lichts finden ihre Anwendung in der Verbes-
serung der Empfindlichkeit von hochpridzisen Messinstrumenten wie Gravita-
tionswellendektektoren und in der Quantenschliisselverteilung. Die am hédufig-
sten angewendete Methode zur Erzeugung von gequetschten Vakuumzustinden
ist die optische parametrische Abwirtskonversion. Eine weitere Methode um
gequetschte Vakuumzustinde herzustellen ist der kaskadierte optische Kerr-
Effekt. In dieser Arbeit zeige ich zum ersten Mal eine mit Hilfe des kaskadierten
Kerr-Effekts erzeugte nicht-klassische Rauschunterdriickung von (2.0 + 0.1) dB
bei einer Seitenbandfrequenz von 358.26 MHz und von (2.5+0.1) dB bei 1074.78
MHz, wobei eine Wellenldnge von 1550 nm verwendet wurde.

Die dominierende Storquelle in Gravitationswellendetektoren in dem Frequenz-
bereich zwischen 30 Hz und 100 Hz ist die thermische Bewegung der Spiegel-
oberflichen. Eine Moglichkeit diese zu reduzieren ist die Verwendung von
kristallinen Spiegelbeschichtungen, welche aus abwechselnden Lagen GaAs
und Aly9,GaggAs bestehen. Aufgrund der hohen umlaufenden Lichtleistun-
gen in einem Gravitationswellendetektor sollte des weiteren die optische Ab-
sorption der Spiegelbeschichtungen unter 1 ppm liegen. In dieser Arbeit unter-
suche ich die optische Absorption der kristallinen Spiegelbeschichtungen mit
Hilfe der thermischen Selbstphasenmodulation und durch finite Elemente Sim-
ulationen, die mit COMSOL Multiphysics durchgefiihrt wurden. Bei 1064 nm
wurde eine Absorption von (0.38 + 0.02) ppm gemessen und bei 1550 nm eine
Absorption von (0.65 + 0.02) ppm.

Fiir das Projekt MassQ werden Testmassen aus Saphir mit einer geringen op-
tischen Absorption gebraucht, um ein Kiihlen auf kryogene Temperaturen zu
ermoglichen. Deshalb habe ich in dieser Arbeit die Absorption von zwei
Testmassen aus Saphir bei 1064 nm gemessen, welche aus dem selben Block
gefertigt wurden. Durch die Messung der Umlaufverluste von optischen Res-

onatoren wurde eine Absorption von (2931 + 22) ppm/cm ermittelt.
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Chapter 1

Introduction and outline of this thesis

In this thesis, intensity-dependent phase shifts based on two different effects are used to
generate squeezed vacuum states and to obtain the optical absorption of crystalline multi-
layer coatings made of GaAs and Aly g, Gag ggAs.

The first effect is the cascaded optical Kerr effect. It describes a special form of the phase
shift of light that passes trough a second-order nonlinear medium, where the phase shift is
caused by an intensity-dependent refractive index. The cascaded optical Kerr effect can be
used to introduce correlations in the quantum noise and thus, to produce squeezed states
of light. The second effect, leading to an intensity-dependent phase shift is the so-called
thermal Kerr effect. Light power absorbed in an optical material is converted into heat. The
thermal expansion coefficient of the material causes a thermally-induced length change of
the material. This length change, as well as the thermally-induced change of the refractive
index caused by the thermoelastic coeflicient, leads to a phase shift of light that passes
through the material. In this thesis, the thermal Kerr effect is used to obtain the optical
absorption of crystalline GaAs/Alj,GayogAs coatings.

Furthermore, the substrate absorption of sapphire is measured using cavity round-trip loss
measurements. At cryogenic temperatures, sapphire is a suitable material for optomechan-

ical experiments.

This thesis has the following structure:

e Chapter 2 first introduces the theoretical foundations from nonlinear optics and quan-
tum optics that are essential for the understanding of the generation of squeezed light.
Then, the experimental setup for the production of squeezed vacuum states by means

of the cascaded optical Kerr effect as well as the measurement results are presented.

e Chapter 3 begins with an introduction about gravitational-wave detectors and de-

scribes coating thermal noise as the limiting noise source within the frequency range

1



between 30 Hz and 100 Hz. Then crystalline GaAs/Alj 9, GagogAs coatings as a pos-
sible solution to decrease this noise source are introduced. After that, the theory of
thermal effects as well as the measurement and data evaluation method for obtaining
the coating absorption are presented. Then, the experimental setup is explained and

the measurement results at 1064 nm and 1550 nm at are shown.

e Chapter 4 first describes why sapphire is a suitable material for experiments per-
formed at cryogenic temperatures. Then, the measurement method for the substrate
absorption at 1064 nm and the experimental setup are described. At the end, the

obtained measurement results are presented.

e Chapter 5 summarizes the results of this thesis.



Chapter 2

Continuous-wave squeezed-light
generation via the cascaded optical Kerr
effect

2.1 Introduction

The state-of-the-art process that is used to generate squeezed vacuum states of light is
the degenerate parametric down-conversion. During this process, a pump photon interacts
with a second-order nonlinearity and decays into two new photons with the same frequency,
which show quantum correlations [9]. In 1986 the parametric down-conversion was first
used by Wu et al. [93] to show a nonclassical noise reduction of 3.5 dB below the vac-
uum noise level and in 2017 Vahlbruch et al. [88] demonstrated the generation of vacuum
squeezing of 15dB. Modern squeezing experiments based on the degenerate parametric
down-conversion employ one resonator for the generation of the frequency-doubled light
that is used as pump for the squeezing resonator. A simpler concept for the production
squeezed light is provided by the third-order nonlinear optical Kerr effect. It uses the phase
shift gained by the intensity-dependence of the refractive index to transform the vacuum
noise and thus, to produce squeezing [9]. Due to the small third-order nonlinearities, only
experiments in the pulsed laser regime succeeded in the generation of squeezed states by
means of the optical Kerr effect. Heersink et al. [39] demonstrated the generation of bright
squeezing of 5.1 dB by using optical fibers and laser pulses. The second-order nonlinear
cascaded optical Kerr effect mimics a third-order nonlinearity and can be used for the gen-
eration of squeezed light in the continuous-wave laser regime [91]. The generation of bright
squeezed light of 1.5 dB was achieved by Zhang et al. [94]. To the best of my knowledge,
the production of squeezed vacuum states in the continuous-wave laser regime using the

cascaded optical Kerr effect has not been realized so far. Strong Kerr squeezed vacuum



states can be used to create wigner functions with a non-gaussian probability distribution
[47, 68].

2.2 Nonlinear optics

In this section, nonlinear interactions such as the optical Kerr effect, the second harmonic
generation and the cascaded optical Kerr effect are introduced. This section follows the
references [18, 34, 45, 48, 59, 65].

2.2.1 The optical Kerr effect

When an electric field E(w) enters a medium, for example a crystal, it displaces the elec-
trons of the atoms of the material and induces electric dipole moments. For weak strengths,
and thus small displacements, the restoring forces are proportional to the electrical field and
the dipoles radiate an electric field with the same frequency w as the incident field. If the
field strengths are large, the response of the medium depends in a nonlinear way on the
electric field. Then, the dipole moment per unit volume, the so called polarization P (w),

can be written as ([18], p. 2)

P(w) = & [X(l)E(w) + YPEX () + YV E? (w) + ] . 2.1)

The quantities y'", y® and y©® are the first, second and third-order nonlinear suscepti-
bilities. A resulting third-order effect is the intensity-dependent refractive index ([18], p.
11)

n(l) = ny + nol, (2.2)

which is also called optical Kerr effect. Here n, is the weak-field refractive index and n; is
the second-order refractive index which increases proportional to the intensity I = E? (w).

The relationship between n, and the third-order susceptibility is given by ([18], p. 12)

3y

I 23
4ndec 2-3)

n;

where ¢ is the vacuum permittivity and c is the speed of light. By the use of equation (2.2),
the phase shift of a plane wave that passes through a third-order nonlinear Kerr medium
with a geometrical length d and an optical length L,y = nd, can be calculated to ([45], p.
37)

O = kLop = knod + knydl = @ (d) + Oker (d) (2.4)

4



Here, k = 2m/A is the wave number and A the wavelength. The wave has gained a phase
shift due to the linear refractive index n and an intensity-dependent phase shift because of

the second-order refractive index n,.

2.2.2 Second harmonic generation and the cascaded optical Kerr ef-
fect

In the process of the second harmonic generation (SHG), light at the fundamental frequency
w; polarizes a medium with a second-order susceptibility y® and a polarization wave is
generated. The polarization wave radiates light with the frequency w; and with w, = 2w,
the second harmonic light field. The photon picture illustrates the energy conservations
during this process. Two photons with the fundamental frequency w, are annihilated and
at the same time, a photon with frequency w, = 2w, is created (see figure 2.3a). The
differential equations that describe the fundamental and the SHG field in the case of plane
waves in a loss-free medium are ([18], p. 98)
dE, 2iwideg

= = Ia E)Eje ™" (2.5)
1

and

dE2 _ i(i)%deﬂf
dz ko2
Here E; and E, denote the amplitudes of the fundamental and second harmonic field, k;

Ele™%, (2.6)

and k, are the corresponding wave numbers and c is the speed of light. The magnitude

Ak =2k) -k, 2.7)

is the wave vector mismatch that describes the conservation of momentum during the SH
generation. While the fundamental wave as well as the induced polarization wave travel
with velocity vy ¢ = njw; /c through the nonlinear medium, the second harmonic field has
the velocity vpn she = nows/c. As a consequence of dispersion, with n, > ny, the funda-
mental field with wavelength A, and the SHG field become dephased. After the coherence
length [34]

%!
4(ny —my)’
the phase difference is m. Thus, the SHG waves generated at different places inside of

Lcoh = (28)

the nonlinear medium interfere destructively. After the distance 2L, the SHG field has

vanished completely. To ensure an efficient SHG conversion along the complete nonlinear
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Figure 2.1: Simulated SHG conversion efficiency for a single pass through a nonlinear
medium in the case of plane waves. A maximum conversion from the fundamental to
the second harmonic light is achieved for a wave-vector mismatch of Ak = 0. The first
conversion minima are located at +.

medium, the fundamental and the SHG wave have to travel with the same velocity. To
fulfill this condition, the wave-vector mismatch has to vanish, Ak = 0. In this case, the
refractive indices have to satisfy the condition n; = n,, the nonlinear medium is now phase
matched. To experimentally achieve the phase matching condition, birefringent crystals
together with type I or type II phase matching can be used. A third alternative is the quasi-
phase matching.

For a small conversion, the amplitude of the fundamental field is considered to be constant,

A, ~ const, and equation (2.6) can be integrated over the length L of the nonlinear medium
([18], p. 78)

2

AKL\?
T =L’ sinc(T) : (2.9)
2

I = |E}| « 112L2(
The second harmonic intensity I, scales proportional to L? and the square of the fundamen-

tal power /;. From this result, the conversion efficiency can be deduced to

| 2

The dependence of 7 (Ak) on the wave-vector mismatch Ak is shown in figure 2.1 for a

I AKL\?
1 (Ak) = 1—2 o sinc(—) . (2.10)

single pass through the nonlinear medium. For a wave-vector mismatch of Ak = 0, the

6



conversion efficiency shows a maximum, while the first conversion minima are located at
Ak = xr. In an experiment, the total achievable conversion would be limited by absorption
inside of the nonlinear crystal. Another possible solution of equations (2.5) and (2.6) can
be obtained with the function ([48], p. 25)

E\(2) = |E;]€®@. (2.11)

Equation (2.11) represents a fundamental field with a constant amplitude |E;| and a variable
phase ®(z) that depends on the spatial coordinate z.
The phase of the fundamental field can be calculated as ([48], p. 26)

Ak _ Ak\
D(2) = Dy(z) + —ikz 1 — sinc \/(7) + 4Kk, Liz||, (2.12)
8+ 262 I
NL
with
iy (2.13)
KNL B /l%l’llng. '

The constant «%, includes the effective second-order nonlinearity degy = %)((2), the wave-
length A, of fundamental field and the refractive indices n; and n, of the fundamental and
harmonic field. The first term in equation (2.12) is the phase due to propagation of the
fundamental field. The second term that depends on the intensity of the fundamental field,
I, = |E,|*, characterizes an additional intensity-dependent phase shift. In the maximum
SHG conversion, where Ak = 0, the intensity-dependent phase shift vanishes. In contrast,
it is maximized in the first conversion minima of the second harmonic field (see figure 2.1),
where it becomes ([48], p. 26)

K2 Z2
D(z2) = Do(z) + N; 1. (2.14)

For a nonlinear medium of length d, this equation has a similar form as equation (2.4) which
describes the nonlinear phase shift due to the third-order optical Kerr effect. Thus, a second-
order nonlinear medium can be used to mimic the intensity-dependent phase shift that is
provided by a third-order nonlinear medium. Since y® is several orders of magnitude larger
than y®, the cascaded Kerr effect provides a possibility to explore the intensity-dependent
phase shift in the continuous-wave laser regime.

The intensity-dependent phase shift can be conceptually described with a Mach-Zehnder-

interferometer containing two nonlinear second-order media ([48], p. 27) which is depicted
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Figure 2.2: Illustration of the nonlinear Kerr phase shift with a Mach-Zehnder interferom-
eter (MZI). First, the incident fundamental field with amplitude E, is divided by M; into a
transmitted part tE; and a reflected part rE;. The latter is up-converted to the SHG field by
the ¥® medium in the left arm of the MZI, while the transmitted part of the fundamental
field propagates towards mirror M,. The y® medium in the right arm of the MZI converts
the SHG field back to the fundamental. Since the system is not phase matched, n; # n,,
and the up- and down converted part of the fundamental light has gained a phase shift ¢'®.
Both parts of the fundamental field are superimposed at mirror M,. Thus, the resulting
fundamental field has gained an intensity-dependent phase shift. Adapted from ([48], p.
27).



in figure 2.2. First, the incident fundamental field £, is divided by mirror M; into the re-
flected part rE; and the transmitted part ¢E;. The first nonlinear medium on the left hand
side converts the reflected part rE; into the second harmonic field E,. E, propagates until
the second nonlinear medium, experiencing a phase shift due to the refractive index n,. The
second nonlinear medium converts E, back to the fundamental field rE,e’®. The transmit-
ted part of the fundamental field tE, propagates towards M, experiencing a phase shift due
to the refractive index n;. Both fields are superimposed at M, where rE| e’ gets completely
reflected and 7E; gets fully transmitted. In the case of a large phase mismatch Ak # 0, the
refractive indices are not equal, n; # n,. Consequently, both parts of the fundamental field
have experienced different optical path lengths and the up- and down converted part of the
field has gained an additional phase shift ¢'?. Therefore, the overall fundamental field leav-
ing the Mach-Zehnder interferometer has obtained a phase shift.

The previous calculations are valid for a second-order nonlinear medium that is made of
a single crystal. The nonlinear second-order crystal used in this work is made of periodi-
cally poled potassium titanyl phosphate (PPKTP) and is divided into several domains. Each
domain has the length L., and the sign of the spontaneous polarization is periodically re-
versed in every domain. Thus, the phase difference between fundamental and SHG field is
restored after each coherence length and the SHG field continues to grow. Because of the
temperature dependence of the refractive indices n; and n, and due to thermal expansion,
the length of the domains can be altered as a function of the temperature [34]. If each do-
main has the length L., the PPKTP crystal is perfectly quasi-phase matched and optimum
conversion from the fundamental to the second harmonic field is achieved. In this case, the
fundamental field does not experience an intensity-dependent phase shift. To reach the first
conversion minimum, the length of the domains is temperature-tuned and the quasi-phase
matching is worsened. Similar to a single crystal, the fundamental field gains an intensity-
dependent phase shift in the conversion minimum [59].

The two cascaded nonlinear interactions of the Kerr effect, SHG and down conversion, are
illustrated in the photon picture in figure 2.3. In the SHG process, an atom of the crystal
lattice absorbs two photons at the fundamental frequency w;. After that, it decays and a
photo with frequency w, = 2w is emitted. During the down conversion process, an atom
of the crystal lattice absorbs a photon with the frequency w, = 2w;. In a subsequent decay
two photons with the frequency w,; are radiated. The solid horizontal line describes the

ground state and the dashed lines are virtual energy levels.



a.) SHG b.) Degenerate down conversion

A A

w1 wy = 2w w1

wy = 2w,

Figure 2.3: Nonlinear interactions of the cascaded Kerr effect in the photon picture. a.)
During the SHG process, two fundamental photons with frequency w,; are absorbed by an
atom of the crystal lattice and one photon with frequency w, = 2w, is created. The opposite
process takes place in the degenerate down conversion interaction, shown in b.). Here one
photon with the frequency w, = 2w, is absorbed and subsequently, the atom radiates two
photons with frequency w,. Adapted from ([18], p. 5, p. 9).

1.0}

0.8 +

0.6 -

04+

02}

Normalized intracavity power

0.0

External resonator lengthening

Figure 2.4: Simulated and normalized intracavity power of a nonlinear Kerr resonator.
Initially, the resonator length is tuned to the left hand side of the resonance and all light is
reflected. If the round-trip length is externally increased and the resonance is approached,
light enters the cavity and starts to build up. The nonlinear Kerr medium produces an
intensity-dependent phase shift that corresponds to an additional increase of the round-trip
length. As a consequence, the intracavity power rises further, leading to a large Kerr-
induced phase shift and vice versa. The blue, gray and red graph illustrate the resulting
Kerr-induced resonance peak deformation for increasing intensity-dependent phase shifts
while the dashed black curve shows the cavity resonance without Kerr medium.
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2.2.3 Kerr medium inside of an optical resonator

The intracavity power |A|* of a two-mirror resonator containing a nonlinear Kerr medium
is given by ([45], p. 52), [84]

1-R,
AP =
1- R\R, — 2 VRle Ccos [2 ((D + QKlAlz)]

Here R, and R, are the mirror power reflectivities, @ is the geometric cavity detuning, |A;,|?

Al (2.15)

is the incident laser power and 6 is a constant that includes material specific parameters of
the nonlinear medium as well as further resonator parameters. For a second-order nonlinear
medium, g is given by the second term in equation (2.14). The product fg|A|* is the
intensity-dependent phase shift. The implicit equation (2.15) was numerically solved with
the program N.L.C.S. (the nonlinear cavity simulator, a detailed description can be found
in ([50], pp. 21-59) in the first SHG conversion minimum at Ak = 7, where the intensity-
dependent phase shift due to the cascaded Kerr effect has a positive sign. While the blue,
gray and red curves in figure 2.4 show the solution of equation (2.15) for increasing Kerr
phase shifts, the dashed black graph depicts the solution for the same cavity without Kerr
medium. To understand the resonance peak deformation, let us first consider an off resonant
detuning on the left hand side of the resonance, where all incident pump light gets reflected.
If the cavity length is externally increased and the resonance is approached, light enters
the cavity and starts to build up. Consequently, the nonlinear Kerr medium produces an
intensity-dependent phase shift that corresponds to an additional resonator lengthening.
The extra lengthening results again in an increase of the intracavity power and so on. Thus,
the nonlinear Kerr medium produces a positive feedback and the maximum of the cavity
resonance is reached in a faster time than without a Kerr medium. For this reason, the left
hand side of the cavity resonance shows a steep slope while the right hand side features a
shallow slope. In the case of the red curve in figure 2.4, the left hand side of the cavity
resonance shows an infinite slope. This regime can be used to increase the sensitivity of a

gravitational-wave detector [67].

2.3 Quantum-mechanical states of light

In this section, the quantization of the electric field and coherent states, number states and
squeezed states are introduced. The generation of squeezed light with nonlinear second-
order media and its detection is shown. Also, the impact of optical losses on squeezed light
is discussed. This section is based on the references [14, 17, 22, 27, 52, 56, 65, 66, 71, 72,
78, 89, 90].
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2.3.1 Expectation value, variance and uncertainty principle

In quantum mechanics, physical quantities like position and momentum are called observ-
ables and are characterized by an operator A. For a given quantum-mechanical state [¥) the

expectation value of A can be calculated to ([22], p. 17)

(Ay = (PIA|P). (2.16)

For a large number of measurements, the expectation value (A) characterizes the average
value. The variance (AA)2 which describes the quadratic fluctuations around the expecta-
tion values is defined as ([90], pp. 40-41)

(AA)g = (A% — (A)? = (W| A2 W) — (WA |W)°. (2.17)

Thus, the standard deviation which corresponds to the uncertainty of the physical quantity

represented by operator A, is calculated by taking the square root of equation (2.17)

(Ad), = \/<Az> —(A)? = \/<‘I’| A2 |y — (WA W) (2.18)

According to Heisenberg’s uncertainty principle, two observables, characterized by the op-
erators A and B cannot be measured simultaneously with arbitrary precision. If observable
A is determined with high accuracy, this comes at the expense of an increased uncertainty in
observable B. For the variances of the operators A and B, this is illustrated by the inequality
([90], p. 43)

(A (ABY, = 114, B (2.19)

The quantity [A, B] on the right hand side of equation (2.19) is called commutator. It is
defined as ([90], p. 37)

[A,B] = AB - BA. (2.20)

If equation (2.20) is equal to zero, then AB = BA and A and B commute. In this case, the
observables described by A and B can be measured simultaneously with arbitrary precision.
The Heisenberg uncertainty principle can also be written by using the standard deviations

instead of the variances, yielding

(A)y (AB)y > —|<A B, (2.21)
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2.3.2 Quadrature operators and quantization of the optical electric
field

The wave equation in an isotropic medium is given by ([14], p. 13)

-

16 .
2 - - _
V°E (P 1) - EﬁE (7,1) = 0. (2.22)
Here F (7,1) is the electric field, ¢ is the time, 7 is the spatial coordinate and c is the speed
of light. A solution of equation (2.22) is
E(F.1) = E|a(®)e + o (7.0 e ™| F(7 1), (2.23)
where w = 2xf is the angular frequency and f is the frequency in Hz. p (7 ¢) is the
polarization of the wave and the complex and dimensionless amplitude a (7, ¢) characterizes
its spatial shape. In the case of a monochromatic plane wave that propagates in direction z,
the amplitude becomes
@ (z) = ae . (2.24)
k = 2n/A is the wave number, A = ¢/nf is the wavelength and n the refractive index of the
medium. Using the quadrature amplitudes ([14], p. 17)
Xi=a@t)+a" (F1) (2.25)

and
X, =—ila (A1) -a" (7 1)], (2.26)
equation (2.23) can be rewritten as
E (7 1) = Ey[X, cos (wf) — X, sin (w)] § (7, 1). (2.27)

X, and X, are called amplitude and phase quadrature. They are the amplitudes of two
oscillating fields which are 90° out of phase.

In a ring cavity with round-trip length L only modes which satisfy the condition ([14], p.
61)

L
A=— m=1,2,3.. (2.28)
m

can be resonant. The energy of the cavity modes can be expressed as ([14], p. 61)
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H= Z % (x3 +x2). (2.29)

where i denotes the different cavity modes and 7 is the reduced Planck constant. From
now on, the treatment will be restricted for simplicity to a single mode of the electric field.

Thus, the energy of a single cavity mode with angular frequency w is

H= %‘"(Xf +X;)- (2.30)

To perform the transition to quantum mechanics, amplitude and phase quadrature can be
replaced by the corresponding operators ([14], p. 68)
Xi=a+a' (2.31)

and

X, =-i(a-a") =i -a). (2.32)

a and &' are the annihilation and creation operators that fulfill the boson commutator rela-
tions ([14], p. 64)

[a,a] = [a',a"]1=0 (2.33)

and

[a,a'] = 1. (2.34)

With regard to calculations in later sections, it is useful to define the general quadrature
operator ([89], p. 45)

Xy = ae ™ + afel?, (2.35)

where ¢ is the quadrature angle. © = 0 yields the amplitude quadrature X, while ¢ =
n/2 results in the phase quadrature X,. The quadrature operators X; and X, satisfy the

commutator relation ([89], p. 16)

(X1, X,] = 2i. (2.36)

Consequently, X, and X, cannot be measured simultaneously with arbitrary precision and

thus, obey the uncertainty relation
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PN 1 . .
AX1AXy > §|<[X1,X2]>| =1. (2.37)

If one quadrature is measured precisely, the uncertainty in the opposite quadrature will
rise. Using the quadrature operators defined in (2.31) and (2.32), equation (2.30) can be
rewritten as the Hamiltonian ([22], p. 14)

N 1 1
H = how (a*& + —) = hw (n + —), (2.38)
where

“a (2.39)

n=a
is the number operator which quantifies the number of photons in a single mode of the
electric field and 7w is the corresponding photon energy of one photon. Thus, each cavity
mode can be described by a quantized harmonic oscillator. H yields the discrete and equally
spaced energy spectrum ([37], p. 14)
1
E,=hw (n + 5) (2.40)
It becomes obvious that even if a mode is not occupied by any photon, it still exhibits the
so called zero point energy

E, = 9 (2.41)

2.3.3 Number states

The eigenstates of the number operator 7 = a'a are the number states |n), also called Fock
states. Since they are orthogonal (n|m) = J,,, and complete ) [n)(n| = 1 ([89], p. 11),
they form a basis of a Hilbert space. Applying the number operator on a number state

yields the number of photons 7 inside of a single mode ([14], p. 64):

inln)y =nin). (2.42)

The effect of the operators & and & on a number state is, to create or to annihilate a photon
with the energy hiw ([14], p. 65):

a'lmy= Van+1n+1) (2.43)
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aln) = Vnln - 1). (2.44)

The application of the annihilation operator a also defines the ground state of the electric
field by means of ([14], p. 64)

al0y =0. (2.45)

The number states can be created from the ground state |0) by the consecutive use of the

creation operator a' ([14], p. 65):

@

Vn!
The variance of the amplitude and phase quadrature of a number state is identical in both
quadratures ([89], p. 44)

|n) = 0),n=0,1,2... (2.46)

(AR)); = (n| X3 |n) — (nl R, In)?
= (nl@" + )’ In) - (nl (&" + &) In)?
=(n|(@'a" +2a'a + 1+ aa)n) — (n|(@" + a) |n)*

=2n+1=(AX,) (2.47)

and is minimized by the vacuum state |0) to

(AX)); = (AKy); = 1. (2.48)

The fact that the vacuum state |0) does not contain any photons can be seen by calculating
the expectation value of the vacuum state for the number operator as well as its variance,
which both vanish ([22], p. 17):

(ny=(0|n|0) =0 (2.49)

(AR); = (0| A% |0y — (0] 7|0 = 0. (2.50)

Even in the absence of any photons, the vacuum state of a single mode of the electric field

exhibits equal fluctuations in both quadratures, characterized by the standard deviation

(AX)), = (AXy), = 1. (2.51)

The origin of these zero point fluctuations is the non-vanishing zero point energy /iw/2 of

the harmonic oscillator that describes the corresponding mode (see equation (2.41)). These
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zero point fluctuations of the electric field are also named shot noise or vacuum noise. The

eigenvalue equations of the quadrature operators X; and X, are defined as ([14], p. 69)

Xy |x) = xi |xp) (2.52)
and
Xz lx2) = x2|x2), (2.53)

where x; and x, are the eigenvalues. The result of measuring a certain value x; if a mea-

surement on the observable X; is carried out is given by the probability distribution ([14],
p- 71)

1
Py (x1) = Kxi[0) = = exp (- x7), (2.54)

where equation (2.52) has been used. A similar result is obtained for the X, quadrature
with equation (2.53)

1
Py (x2) = KxalO) = - exp (— x3). (2.55)

For the vacuum state |0), the probability distributions in amplitude and phase quadrature are
both given by a Gaussian distribution with a standard deviation of 1. In the two-dimensional
phase space, which is formed by the amplitude quadrature X; and the phase quadrature X5,
the uncertainty area of the vacuum state is depicted by a circle with a radius of 1 which
corresponds to the standard deviation ([27], p. 37), as shown in figure 2.5. The dark red
colour in the center of the circle emphasizes that the probability distribution is larger at
the origin, than further outside in radial direction. This circular uncertainty area is the
projection of the contour line of a wigner function onto the plane, formed by X; and X,
([14], pp. 238 — 240).

2.3.4 Coherent states

Coherent states of light are used to represent a large number of photons in an optical mode.
Thus, their phase can be calculated accurately. They are the preferred states to describe the
light of a stabilized laser that doesn’t exhibit technical laser noise at frequencies above its
relaxation oscillation. A coherent state can be expressed in terms of the number states |n)

and is obtained by the application of the displacement operator ([89], p. 12)
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Figure 2.5: Phase space representation of the vacuum state. In the phase space that is
formed by the amplitude quadrature X; and the phase quadrature X5, the uncertainty of the
quadrature values for the vacuum state |0) is depicted as a circle centered at the origin.
The radius of the circle is the standard deviation (AX,), = (AX»), = 1 of the Gaussian
probability distributions Py (x;) and Py (x,). Adapted from ([57], p. 9).

D(e) = exp(ad’ - a"a)

1
= exp (—§|a|2 +ad’ - a/*&) (2.56)
on the vacuum state |0), leading to
la) = D(a) |0)
1 Q!
= exp ——|a/|2) n) . (2.57)
[5) 2

Here,

a = |aje' (2.58)

is a complex amplitude ([37], p. 45).
Coherent states are also defined as eigenstates of the annihilation operator @, satisfying the

eigenvalue equations ([90], p. 40)

ala) = ala) (2.59)
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and

(a|a" = (a|a". (2.60)

The expectation values of the quadrature operators X; and X, for a coherent state are pro-
portional to the real and imaginary part of the electric field, as already mentioned in section
2.3.2([90], p. 42)

XDe =@ X @) = (| (@+a")|a) = a+a" =2Re{a} (2.61)
(X2)e = (@l Xsl@) =i(al (@ - a)|a) =i(@" - @) = 2Im{a}. (2.62)

The variance of the amplitude quadrature of a coherent state is ([90], p. 44)

(AR, = (@l X} o) - (@l X, |’
= (al(a" + &)’ o) — (el (@" + @) o)’
=(a|(@'a" +2a'a + 1 + aa) o) — (| (@ + &) |a)?
=a?+a*+2af +1-a?-a* -2l

=1. (2.63)

An identical result is obtained for the phase quadrature X,

(M%) = (@ X3 |a) - (2l Xx |a)* = 1. (2.64)
Hence, the standard deviations are
(AXy), =1 (2.65)
and
(AX,), = 1. (2.66)

Similar to the vacuum state |0), the coherent state is a quantum state with minimum un-
certainty in both quadratures. As shown in figure 2.6, for a certain point in space and
time, the coherent state |@) can be depicted in phase space by a vector of the length
lo] = 1/2 /(X 2+ (X’z)ﬁ ([90], p. 42). The vector, also called phasor, starts at the ori-
gin of the coordinate system and ends at a point (x;, x,) in phase space. On top, the phasor
displays a circular uncertainty area with radius of 1, describing the Gaussian noise in am-
plitude and phase.

Measuring the power of a laser is equivalent to the detection of the photon number # of a
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Pa(-x2)

>
X

Figure 2.6: Phase space representation of a coherent state. A coherent state is illustrated
as a vacuum state that is displaced by a phasor with the amplitude || = V7 and rotated by
the phase angle ¢. On its top, the phasor shows the same Gaussian noise with a standard
deviation of (AX)), = (AX;), = 1 in amplitude and phase quadrature, as the vacuum state
|0y. The length of the phasor |a| = V7 corresponds to the square root of the mean photon
number. Adapted from ([14], p. 73) and ([90], p. 42).

coherent state in a certain time interval 7. In this time interval, the photons arrive randomly
at the detector, resulting in a fluctuating photo-current. The average photon number of a

coherent state can be calculated as ([89], p. 13)

>

n=<alit|a)
= (ala'a

= a"a{ala)

= |of. (2.67)

fala)

>

The fluctuation of photon number in the time interval 7 follows a Poisson distribution which

is obtained by computing the probability of measuring n photons ([89], p. 13)
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P, (n) = (nla)?

k=0
1| |2 a”" :
= lexp|—= la
P\ m
|a|2n
- exp(-1af)
= exp(-7°) = (2.68)
n!

The quadratic fluctuation of the average photon number 7 of a coherent state is given by
the variance ([90], p. 41)

(AR): = (| A% |a) — (alit|a)?

= (al(a'a)’ |a) - (ala’ala)?

jd* + laf? = lof* = |af?

= 7. (2.69)

Thus, the standard deviation is the square of the mean photon number

A = + Vi (2.70)

This is the characteristic feature of a Poisson distribution. Figure 2.7 illustrates the photon
number distributions P, (n) for two coherent states with the average photon numbers of
n = 3 and 7 = 6000. For the latter, the Poisson distribution can be approximated with a

Gaussian function.

2.3.5 The squeezed vacuum

In the last two sections, states of light as the vacuum state or the coherent state were pre-
sented, that exhibit the minimum uncertainty AX; = AX, = 1 in both, amplitude and phase
quadrature. Thus, they obey the Heisenberg uncertainty relation AX;AX, > 1. In this sec-
tion, the so called squeezed states are introduced. These states show in one quadrature a
noise, that is below the vacuum noise. To still fulfill Heisenberg’s uncertainty relation, the
opposite quadrature then exhibits quantum fluctuations above the vacuum noise.

Squeezed states of light are created by the squeezing operator ([14], p. 242)

" 1 . o
S (r,0) = exp [5 (re_2‘9&2 - rezlea”)] . (2.71)
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Figure 2.7: Simulated photon number distribution P, (n) for a coherent state. The upper
graph shows a photon number distribution for a mean photon number of 77 = 3. The lower
graph depicts a photon number distribution for 7 = 6000. Here, the distribution is almost
Gaussian.

Here, r is the squeezing parameter that determines the strength of the squeezing and 6 is
the squeezing angle, that defines the quadrature in which the squeezing is generated. Since
S (r,6) contains the square of & and &', it annihilates and creates photons pairwise. It also
fulfills the relations ([14], p. 242)

ST (r,0)aS (r,0) = acosh (r) — a'e %’ sinh (r) (2.72)

ST(r,0)a'S (r,0) = &' cosh (r) — ae? sinh (1), (2.73)

with $ (r,6) = $~! (1, §). The squeezed vacuum state is generated by applying the squeez-
ing operator on the vacuum state ([37], p. 153)

€Y = S (r,6)0). (2.74)

The fluctuations of the X; quadrature of the squeezed vacuum state are given by its variance
(371, p. 153)
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(AX); = 0187 (r,0) X7S (,6)10) — (0187 (.0) X,8 (.6) 0)
=087 (o) (a+ aT)Z $ (r.0)10y - (018" (.0) (a +a") S (r.0)|0)
= cosh’ (r) + sinh® (r) — 2 sinh (r) cosh () cos (6) . (2.75)

Please note that this result differs by a factor of 1/4 to the one shown in [37]. This is due
to the different normalization of the vacuum. For the computation of equation (2.75) the
relations ([14], p. 242)

1 ST (r,0)a*S (r,0)|0) = — exp (—2i6) cosh (r) sinh (r)
O|ST (r,0)aa’S (r,6) |0y = cosh® (r)
ST (r,0)a’as (r,0)|0) = sinh* (r)
(0|87 (r,0)a™S (r,0) |0y = — exp (2i) cosh (r) sinh (r)

(2.76)

have been used. A similar calculation yields for the variance of the phase quadrature

(Af(z)é = cosh? (r) + sinh? () + 2 sinh () cosh (r) cos (26) . (2.77)

With a squeezing angle of 6 = 0°, equations (2.75) and (2.77) become ([14], p. 243)

(AXy); = exp (-2r) (2.78)
(AXy); = exp (2r). (2.79)

Thus, the quantum fluctuations in both quadratures, given by the standard deviations, are

(AX)), = exp(-r) (2.80)
(AXy), = exp(r). (2.81)

As depicted in figure 2.8, this result shows that the quantum noise in the amplitude quadra-
ture (AX; )¢ drops below the vacuum fluctuations of (AX)), = (AX,), = 1, the noise gets
squeezed. Simultaneously, the fluctuations of the phase quadrature (A)A(Z)f are larger than

the vacuum fluctuations, they get anti-squeezed. The product of the standard deviations is

(AX),(AXy), = 1. (2.82)

Thus, Heisenberg’s uncertainty relation is satisfied.
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(AXZ )g = exp(r)

> Pg(Xz)

Figure 2.8: Phase space representation of an amplitude squeezed vacuum state. The quan-
tum noise in direction of X;, characterized by the standard deviation (A)A(l)f = exp(—r) of
the probability distribution P, (x;), is reduced below the vacuum uncertainty of (AX, ) = 1.
Simultaneously, the quantum noise of the phase quadrature, described by the standard de-
viation (A)A(z)g = exp (r), is increased above the quantum noise of the vacuum state. The

magnitude r which characterizes the squeezing strength, is called squeezing parameter.
Adapted from ([37], p. 154).
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The photon number 7 of a squeezed vacuum state is obtained by computing the expectation

value of the squeezed vacuum state with the number operator 71 ([14], p. 245)

ii = (ye = (0| ST (r,0) S (r,6)|0)
=/(0|S7(r,0)a"as (r,0)10)
= sinh® (r) > 0. (2.83)
Thus, the squeezed vacuum state contains photons which show quantum correlations. The

energy of the squeezed vacuum is obtained with the Hamiltonian of the quantized harmonic

oscillator, given by equation (2.38) ([52], p. 34)

(Hye = 0| ST (r,0) hw(t + 1/2)S (r,6)|0)
= fiw (% + sinh? (r)). (2.84)

This result shows that the energy of the squeezed vacuum is larger than the energy of the
ground state, given by equation (2.41).

Because the squeezing operator (2.71) only creates and annihilates photons pairwise, the
probability of measuring an odd number of photons vanishes. The probability for a squeezed

vacuum state of measuring 2n photons is given by ([37], p. 161)

(2n)! (tanh (r))*"
221 (n!)? cosh(r)
An example of a photon number distribution, simulated for a 10 dB squeezed vacuum state

P¢(2n) = [2n|é) =

(2.85)

is shown in figure 2.9. Only even numbers of photons can be measured.

2.3.6 Kerr Squeezed quadrature states

Another tool for the generation of squeezed states is the optical Kerr effect. If a coherent
state is transmitted through a Kerr medium of length L, the noise in its quadratures gets
rearranged by the intensity-dependent phase shift, that was introduced in section (2.2.1).
The Kerr effect is described by the Hamilton operator ([89], p. 88)

~ R
Hy = Exaﬂaz. (2.86)

The factor y is defined as ([65], p. 29)

3hw}
X =55 54X

B 2V601’l0

3hw?
D= —2 0, 2.87
2AL6§n3X (2.87)
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Figure 2.9: Simulated photon number distribution for a 10 dB squeezed vacuum state. Be-
cause the squeezing operator creates and annihilates photons pairwise, the probability of
measuring odd photon numbers vanishes. Only even numbers of photons can be detected.

Here 7 is the reduced Planck constant, wy the carrier frequency, €, the vacuum permittivity,
ny the linear refractive index and y® the third-order nonlinear susceptibility. V = AL is the
interaction volume. In the experiment, A = nwg is the cross section of the Gaussian beam
inside of the nonlinear medium of the length L and wy, is its waist ([83], p. 134).
To study the effect of a Kerr medium on the quadrature noise of a coherent state, first the
time evolution of the annihilation operator a has to be calculated by solving Heisenberg’s
equation ([65], p. 47)

i
dt
Since the photon number operator 7 is a constant of motion ([65], p. 29)

a = —|HAg.a| = hya'aa = hyha. (2.88)

[, Ax] =0, (2.89)
equation (2.88) is solved by
a(t) = exp (—iyatr) a (0) = exp (—iynt) a, (2.90)

where ¢ is the time. In the last step, a (0) was replaced by a since it has the same effect as
the annihilation operator introduced in equation (2.59). Now let’s assume a coherent state
|r) with a real amplitude « as initial state. After the interaction time ¢, the effect of the Kerr
medium on the coherent state is given by the average amplitude of the coherent state ([89],
p. 88)
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@) ={ala)lay
= @ exp [—012 (1 —exp (—iQK))]
= avexp [-a” (1 - cos (6x)) — ia” sin (6x) | (2.91)

where the interaction parameter

Ok = xt (2.92)

was used. Since y o ¥ is typically very small due to the third order nonlinearity and thus,
0, < 1, the sine and cosine functions in equation (2.91) can be replaced by their first order
Taylor series and thus, the average amplitude of the coherent state can be approximated as
([89], p. 88)

202
¢ HK). (2.93)

2

The first therm a?6x in the exponential expression causes a rotation of the average am-

(@ () ~ aexp (—iazeK —

plitude of the coherent state that depends on the light power P = a?. The second therm,
a’6;/2 = a?x**/2, leads to a decay of the amplitude that evolves with the square of the
time ¢t. However, for small interaction times or if the nonlinear Kerr medium is inside of an
optical resonator, the second term can be neglected.

The effect of a Kerr medium on a coherent input state exhibiting vacuum noise in ampli-
tude and phase quadrature, is shown in figure 2.10. The top of the blue phasor represents
the point of the highest intensity of the noise circle and the top of the green phasor cor-
responds to the point with the lowest intensity. Due to the intensity-dependent refractive
index, the point corresponding to the top of the blue phasor changes the refractive index
more, than the point corresponding to the top of the green phasor. Consequently, the blue
phasor receives the largest phase rotation and the green phasor the smallest. Because the
optical Kerr effect acts on all points of the circular quantum noise distribution, all points
experience an intensity-dependent phase shift. Thus, the initial circular noise distribution
is transformed into an ellipse. The quantum noise gets squeezed in a certain quadrature
Y, and anti-squeezed in the orthogonal quadrature ¥,. To calculate the non-classical noise

transformation of the Kerr effect, the rotated quadrature operators [91]

Y1(0x) = a(0x) + a' (Ox) = aexp (—ifxh) + &' exp (i0xh) (2.94)

and

P2(0x) = —i(a (0x) - &' (0x)) = i (a" exp (i6i) — & exp (=itxh)) (2.95)
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Figure 2.10: Generation of squeezing by means of the optical Kerr effect. In the initial
coherent state with a circular noise distribution, the point represented by the top of the blue
phasor corresponds to the largest intensity while the point described by the top of the green
phasor has the lowest intensity. Due to the intensity-dependent refractive index of the Kerr
medium, the point corresponding to the top of the blue phasor modulates the refractive
index more than the top of the green phasor. The intensity-dependent phase shift acts on
all points of the circular quantum noise distribution and transforms it into an ellipse. Thus,
the fluctuations (AY %), in a certain rotated quadrature ¥, are smaller than the vacuum noise
and a squeezed state is generated. Adapted from [91].

are defined.
To obtain the variances of the rotated quadrature operators, the magnitudes (/| ¥: (0x)* @)
and (a| ¥; (6x) |a)* need to be computed ([65], pp. 51 — 53):

(a ¥\ (6) |a)” = (@ (6k) + &' (6k) )’

=a? (exp [—a/2 (1 —-exp (—iHK))] + exp [—0/2 (1 —exp (iQK))])2
= 20” exp 207 (cos (B) — 1)] |cos (207 sin (6)) + 1 (2.96)

(@l 77 00 |y = (al (2 6) + &' 60)) )

= az(exp (—ifx) exp [—a2 (1 —exp (—219K))]

+ exp (ifx) exp [—az (1 —exp (2i01<))])2

= 20” exp o’ (2 cos (Bk) — 1)] cos [o? sin 20x) + 0| +20* + 1 (2.97)
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(a2 (6k) |a)* = i* (al @’ (6k) — & (6k) la)?

= —a? (exp [—az (1 —exp (—iHK))] — exp [—az (1 —exp (iQK))])2
= —2a” exp 207 (cos (6x) — 1)| [cos (207 sin (6)) — 1] (2.98)

(@ 73 00 |y = (al (2 (60) + @' 60)) )

= az(exp (—ifx) exp [—a/2 (1 —exp (—2i9,<))]

2
+ exp (ifx) exp [—a2 (1 —exp (219K))])

= —2a” exp [0 (cos (20k) — 1) cos [@? sin (20¢) + b | + 207 + 1. (2.99)

Consequently, the variances of the quadrature operators are ([65], p. 53)

(APD), = (2l ¥7 (@x) la) — (el ¥y (0k) 1)
=1+ 2a*[exp (a/2 [cos (20) — 1]) cos [cxz sin (20x) + HK]
— exp (2&2 [cos (Bk) — 1]) (1 + cos (2&2 sin (GK))) +1] (2.100)

and

(AF3), = (a1 ¥3 (6 o) = | ¥ (6k) |2’
=1+ 2a*[-exp (a/2 [cos (20x) — 1]) cos [012 sin (26x) + GK]
—exp (2&2 [cos (k) — 1]) (1 — COoS (2&2 sin (GK))) +1]. (2.101)

(AY?), and (AY?), are shown in figure 2.11 for y = 1 and @* = 16. For small values of 6,
the fluctuations of the ¥, quadrature are below the vacuum noise level while the noise of
the ¥, quadrature gets anti-squeezed. In a realistic experimental setup, y < 1 will be very
small and thus, a very high light power and long interaction times ¢ would be required in
order to achieve small values of 8¢ = yt. To solve this problem, the cascaded optical Kerr
effect instead of the third-order optical Kerr effect can be used. Consequently, y will be
proportional to the second-order susceptibility y'* which is about two orders of magnitude
larger, than xy® ([83], p. 134). Therefore, the cascaded Kerr effect (see section 2.2.2)

provides the possibility of squeezed light generation in the continuous-wave laser regime.
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Figure 2.11: Simulation of the squeezed and anti-squeezed variance (AY?), and (AY2), as
a function of the interaction parameter 6x = yz. The variance of the rotated quadrature ¥;
drops below the vacuum noise level (black dashed line) while the opposite quadrature ¥,
shows anti-squeezing. For this plot, an initial coherent state with an amplitude of @ = 4
and a constant y = 1 was assumed.
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Figure 2.12: Simulation of the squeezed variance (AY 2),, as a function of the interaction
parameter 0 for different coherent intensities . For larger values of o2, the noise in Y is
further reduced below the vacuum noise level (black dashed line).
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X2 A d2 >d1

Figure 2.13: Illustration of the fundamental squeezing in the SHG process. The SHG
acts as nonlinear loss on the fundamental pump, depicted by the dark red phasor. The
conversion from the fundamental pump field to the SHG field reduces the dark red phasor to
the blue one. The quantum noise of the initial state is also affected. The point corresponding
to the top of the noise circle gains the largest nonlinear loss, denoted by d,. The point,
corresponding to the bottom of the circle is reduced by the amount d;. Consequently, the
quantum noise is squeezed in direction of the phasor. Adapted from ([90], p. 75).
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Figure 2.14: Simulated conversion efficiency-dependence of the squeezed fundamental
field, produced in the SHG process. The squeezing of the fundamental field decreases
with lower conversion efficiency 7 and it grows with the fundamental pump power P;.
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2.3.7 SHG squeezing

During the SHG conversion process, both, the fundamental field as well as the SHG field
get squeezed. In this work, only the squeezing of the fundamental field is of importance.
As shown in figure 2.13, the generation of the SHG light acts as nonlinear loss on the fun-
damental field. The length of the initial coherent state, illustrated by the dark red phasor, is
reduced to the blue phasor. The nonlinear loss also transforms the circular quantum noise
distribution of the initial coherent state. The point, corresponding to the top of the noise
circle (seen in direction of the phasor) is the point of the largest intensity. It gets attenuated
by the nonlinear loss by the amount d,. The bottom of the circular noise distribution cor-
responds to the lowest intensity. This point experiences an attenuation of d;. Since the top
of the quantum noise circle corresponds to a larger fundamental intensity, it gets further re-
duced, than the bottom point. Thus, d, > d; and the quantum noise of the fundamental field
gets squeezed in direction of the phasor ([90], p. 75). In order to fulfill Heisenberg’s un-
certainty principle, the quantum noise in direction perpendicular to the phasor is increased

above the vacuum noise. The variance of the fundamental field is given by [72]

S = [1 = ktanh(x)* + 2 tanh(x)*] sech(x)?, (2.102)

where k = +/nP; is the rescaled fundamental power. 7 denotes the conversion efficiency
and P, is the fundamental power. As shown in figure 2.14, the squeezing of the fundamental

light decreases for lower conversion efficiencies and increases with the pump power P;.

2.3.8 Squeezing in the quantum sideband picture

Another alternative to illustrate squeezed states is the quantum sideband picture. To get a
better idea of this picture, first the classical sideband picture is presented, which is used to
describe amplitude and phase modulation of an electrical field. In the complex plane, the
electric field can be represented by a vector that rotates with the frequency w,, named car-
rier. If now the transition into the so called rotating-frame coordinate system is performed,
the carrier remains stationary. Periodic length and phase changes of the carrier field, called
amplitude and phase modulation, can be described by small phasors, rotating at a lower
and an upper sideband frequency. An amplitude modulated carrier field with frequency w
can be written as ([17], p. 26)

Qam (1) = @ exp (iwgt) [1 + mcos (Q1)], (2.103)

where « is the amplitude, m is the modulation index and € is the modulation frequency.

An amplitude modulation transfers energy from the carrier into new components, the upper
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Im (@)

Figure 2.15: Amplitude and phase modulation in the rotating frame coordinate system. The
lower sideband, rotates with frequency —€ clockwise around the stationary carrier while
the upper sideband spins counter clockwise with frequency €. For an amplitude modulation
of the carrier, depicted in a.), both sidebands show a correlation in direction of the Re(a)-
axis. The phase of the carrier is modulated, when both sidebands have a correlation along
the Im(a)-axis, as shown in b.). Adapted from ([70], lecture 1, pp. 12 — 13).

and lower sidebands which are created at frequencies wy — Q and w, + €. The modulation
index m determines the modulation strength and thus, how much energy is transferred from
the carrier to the sidebands. For small modulations m < 1, only one lower and one upper

sideband are taken into account and equation (2.103) can be approximated as

Y () ~ g exp (o) (1 ; %exp () + gexp (- iQt)). (2.104)

Figure 2.15a shows the carrier and both sidebands in the in rotating frame coordinate sys-
tem. The lower sideband rotates clockwise with frequency —Q and the upper sideband
counter clockwise with frequency Q. Both sidebands exhibit a correlation in direction of
the Re(a) axis. Thus, the length of the carrier is periodically modulated. The phase modu-
lation of an electric field is given by ([17], p. 24)

@pm(t) = agexp [1(wg + mcos (L21))] (2.105)

and can be approximated for a small modulation index m <« 1 as ([17], p. 25)

om(f) ~ o exp (iwot) [1 +15(exp (20 + exp (~iQ) )] . (2.106)

Lower and upper sideband show a correlation in direction of the Im (@) axis and thus, the

phase of the carrier is periodically changed, as depicted in part b.) of figure 2.15.
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In the same way, the quantum noise of a coherent amplitude at each frequency Q; can be
characterized by the beat of the carrier field with a pair of a lower and an upper noise side-
band [56]. This is shown in figure 2.16 for the quantum noise at the frequencies Q; and €,.
Again, in the rotating frame coordinate system, the carrier with frequency wy is stationary
while the vacuum noise distributions rotate at frequencies +€2;. The quantum noise contri-
bution at lower and upper sideband frequency is given by the phase space distribution of the
vacuum noise with the variance AXlz = AX% = 1 (dashed circles). Both noise contributions
at wy — ; and wy + ; are random and don’t show any mutual correlations. In order to
describe pure vacuum noise, the carrier field in figure 2.16 has to be omitted. To produce
vacuum squeezing at a sideband frequency €2;, a nonlinear medium is used to introduce
a mutual correlation between the lower and the upper noise sideband at wy + €;. Figure
2.17a illustrates squeezing of the amplitude quadrature at the sideband frequencies Q; and
€),. Here, the lower quantum noise sideband at w, — €2; and the upper quantum noise side-
band at wy + Q; show an anti-correlation in X, direction, marked by the *+’-sign. In the
direction of X», both sidebands exhibit a correlation described by the *x’-sign, resulting in
anti-squeezing. The same applies for the quantum noise sidebands at w — Q, and wy + €.
Squeezing of the phase quadrature at sideband frequencies €2; and €, is depicted in figure
2.17b, where the anti-correlation, denoted by the O-symbol, is in direction of )AQ while the

correlation along the X, -axis is characterized by the A-symbol ([71], p. 31), [56].

2.3.9 Measuring squeezed light with the balanced homodyne detection

In a squeezing measurement, the reduction of quantum noise in a certain quadrature of the
electric field has to be detected. Since the reduced quantum fluctuations are very small,
they need to be amplified before they can be detected. This can be achieved by measur-
ing the beat between a strong local oscillator (LO) field and the correlated sidebands (the
signal field). Furthermore, the electric field oscillates with frequencies of several hundreds
of THz. The 1550 nm light used in this experiment has a frequency of f = 193 - 10!> Hz.
This corresponds to an oscillation period of 5.18 - 10~!° s which is too fast to be resolved
electronically. Consequently, it is also impossible to measure (quantum) modulations of
the electric field directly [19], ([71], p. 11). An appropriate detection scheme that solves
both problems is the balanced homodyne detection (BHD) which is depicted in figure 2.18.
Here, a intense LO field a, that also serves as phase reference, is superimposed with a weak
signal field b on a 50/50 beam splitter. Both fields have the same spatial shape and polar-
ization and are ideally from the same laser source in order to ensure temporal coherence.
The outputs & and d of the beam splitter are monitored with the photo diodes PD; and
PD,, resulting in two photoelectric currents 1, and 1. By calculating the difference of the
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Figure 2.16: Quantum noise of a coherent amplitude in the quantum sideband picture. In
the rotating frame coordinate system, the carrier at frequency wy remains stationary while
the noise sidebands rotate. The vacuum noise of the carrier at a certain sideband frequency
Q; is described by the beat between the carrier and one lower and one upper quantum noise
sideband at frequencies wy + €;. Adapted from ([14], p. 79) and ([71], p. 31).

photo currents, the oscillations in the THz-range are transformed into an electrical signal
with maximum frequencies of several GHz. The optical mixing process together with the
difference photo current detection corresponds to the transformation into the rotating frame
coordinate system of the carrier. Thus, (quantum) modulations of the electric field can be
investigated with state of the art spectrum analyzers.

In the case of perfect balancing, the beam splitter outputs ¢ and d are related to the inputs

a and b by the matrix-equation ([78], p. 44)

¢ 1 (1 1\(a\ 1 (a+b
G)Z;@L4 J&)ZQEL@+B) (2.107)

Here & is the local oscillator field and b is the signal field. From equation (2.107), the
intensities ¢7¢ and d'd at the beam splitter outputs that are proportional to the photo currents

measured by PD; and PD,, can be calculated to

(wa+wé+ﬁa+ﬁ@ (2.108)

and

35



(1)0+Qz

Figure 2.17: Visualization of squeezing in the quantum sideband picture. The sign '+’ in
figure a.) illustrates the quantum noise anti-correlation in X;-direction, resulting in ampli-
tude squeezing at both sideband frequencies wy + Q; and wy + Q,. The quantum noise
correlation along the X,-axis is shown by the x-sign. In figure b.), the quantum noise anti-
correlations at the sideband frequencies wy + Q; and wy + €, are shown by the O-symbol

along the X,-direction, leading to a phase squeezed state. The correlations are denoted by
A. Adapted from ([71], p. 31).
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hodd= 3 (a'a —a'h—bta+ b*b). (2.109)

Thus, the difference of both photo currents is

hoefe—did=a"b +ba. (2.110)

The local oscillator field as well as the signal field can be split into two parts. The first part
is their coherent and constant excitation, represented by the mean amplitudes a1 and 5.

The second part are their fluctuations 6a and 5b ([14), p. 85). Thus, a and b become

a=ao+oa (2.111)

b =B+ 6b. (2.112)

Additionally, the relative phase ¢ between the two fields & and b can be decomposed from

the complex amplitude a of the local oscillator ([78], p. 45)

a = arpe” + sae. (2.113)

The amplitudes @1 o and S8 are now real numbers. By inserting equations (2.113) and (2.112)

into (2.110), the photo current difference 14 can be rewritten as

Iq o 2cos (9) apof + aLooXl + BoX, + 64 6be™ + b'sae”, (2.114)

where the definition of the general quadrature operator from equation (2.35) has been used.
During the balanced homodyne detection, the fluctuations 5)?5; of the signal field b are
amplified by the amplitude a; o of the local oscillator. Furthermore, the fluctuations of the
local oscillator 6X* o are scaled with the amplitude § of the signal field. If the fluctuations of
the signal and the local oscillator are both very small and a; o > S, then aLO(SXf; > ,8(5)2?0
is true. In this case, also the higher-order fluctuation terms I&Aﬁél;l and |(5[3T6&| can be
neglected and equation (2.114) becomes ([22], p. 33)

ig oc 2cos (9) aLoB + arodX5. (2.115)

For the measurement of (squeezed) vacuum, the amplitude of the signal is 8 = 0 and the

difference of the photo currents is

Ig o @ 00X, (2.116)
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Figure 2.18: Balanced homodyne detection. A weak signal b and an intense local oscillator
a are superimposed on a 50/50 beam splitter and the output f fields ¢ and d are measured with
two photo diodes. The difference photo-current iq o« 7; — i, is amplified and transformed
into a voltage Uy. A spectrum analyzer detects the power P = U3 /z and displays a power
spectral density. The phase shifter ¢} alternates the relative phase between the LO and the
signal field. Thus, all quadratures of the signal field 5 can be monitored. Adapted from
([22], p. 27) and ([78], p. 44).

A trans-impedance amplifier intensifies 7y with a gain g and converts it into the voltage Uy =
gla. A spectrum analyzer detects the power P = Uﬁ /z where z = 50 is the typical input
impedance, and yields a power spectral density. The power spectral density corresponds to
the fluctuations of the measured photo current that are described by the variance ([22], p.
34)

V(i) = 2o (6X5)°. (2.117)

By changing the relative phase © between the signal and the local oscillator with a piezo-
actuated mirror, the fluctuations of the (squeezed) vacuum, scaled with the power of the

local oscillator can be measured in an arbitrary quadrature.

2.3.10 Squeezed light and optical losses

Before a squeezed state is measured with a balanced homodyne detector, it experiences
optical losses. Losses are due to the non-perfect escape efficiency of the squeezed light
resonator, absorption and scattering on mirrors and lenses and non-perfect contrast at the
beam splitter of the homodyne detector. Even the homodyne detectors photo diodes in-

troduce losses, because they don’t exhibit a quantum efficiency of 100%. The effect of

38



Figure 2.19: The impact of optical losses on an amplitude squeezed vacuum state. The
effect of optical losses can be described by using the quantum model of a beam splitter.
A small part € of the squeezed field in port & is reflected towards port d. Simultaneously,
vacuum noise ¥ is mixed in from the upper port. Thus, the transmitted state in port ¢ is
transformed into a mixed state that exhibits less amplitude squeezing. Adapted from ([87],
p. 32).

optical losses on an amplitude squeezed vacuum state is depicted in figure 2.19. It can
be modeled using a quantum-mechanical beam splitter with a (small) reflectivity of € and
a transmission of 1 — €. Thus, a small part of the injected signal a (here the amplitude
squeezed vacuum) is reflected in direction of d and simultaneously vacuum 9 is coupled
in to fulfill energy conservation. The transmitted signal ¢ can be calculated with the beam
splitter matrix ([78], p. 47)

(fl) ) (\ile? vf%) (3) (2.118)

Writing the vacuum fluctuations as ¥ = ¢V, the transmitted field ¢ becomes

¢ = V1 —ea+ Veod. (2.119)

If the signal field is separated into mean value and fluctuations, @ = a+da, and second-order
fluctuations terms are neglected, the photon number corresponding to the photo current can
be calculated via ([78], p. 47)
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focele=(Vi-ea'+ Veor) (V1 - ea+ esp)
=(l-e)a'a+ Vel -e(a'ov+0o0'a)
=(1-¢) [a/2 + a/éfff] +ave(l —e)oX]

=(1-e)a’ + V1 -ea| V1 - esX{ + VesX;]. (2.120)

On the other hand, the photo current can be calculated by decomposing ¢ into the average
amplitude ¢ and the fluctuations 6¢

Toce’e = (c+68%) (c+60)
= c? + coX¢. (2.121)

The comparison of equations (2.120) and (2.121) yields the fluctuations of the photo current

6X¢ = V1 — esX? + esX!. (2.122)

The variance of the beam splitter output ¢ is ([78], p. 47)

V(6%5) = (1 - ©)V(6X7) + eV(6X}). (2.123)

Equation (2.123) again illustrates that a squeezed state is superimposed with vacuum when
experiencing optical loss. After being interfered with vacuum, the amplitude squeezed state
becomes a mixed state with less squeezing than the pure state, as visualized in figure 2.19.
In a squeezing measurement, the variance of the signal field V(&X{’) = x [dB] is measured
with a spectrum analyzer in decibel. Furthermore, the variance of the vacuum is V(6)A(1V) =1
and equation (2.123) can be written as ([22], p. 29)

V (6X5) = 10 - logy, [(1 - 1071110 1 ¢]. (2.124)

Equation (2.124) is plotted in figure 2.20 for the initial anti-squeezed and squeezed vari-
ances of +6 dB and +12 dB. It can be seen that optical losses reduces the squeezed variance
faster than the anti-squeezed variance. Furthermore, the squeezed variance showing a larger
initial squeezing level is faster degraded by optical losses than a squeezed variance with a

smaller initial squeezing level.
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Figure 2.20: Simulated effect of optical losses on anti-squeezed and squeezed variance. The
red graph shows the anti-squeezed and squeezed variance as a function of the optical losses
for an initial anti-squeezing and squeezing of +£6 dB while the blue graph visualizes the
dependence for the initial values of 12 dB. Optical losses degrade the squeezed variance
faster than the anti-squeezed variance. Also, optical losses degrade squeezed variances
with a large initial squeezing level stronger than variances with a smaller initial squeezing
level.
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2.4 Experimental starting point

As explained in section 2.2.1, the third-order optical Kerr effect introduces an intensity-
dependent phase shift that can be used to squeeze the quantum noise of the carrier field.
A non-classical noise reduction of 5.1 dB using laser pulses injected into an optical fiber
was demonstrated in [39]. However, since third-order nonlinearities are very small (n, ~
1072 m?/W) ([18], p. 211), no non-classical noise reduction in the continuous-wave laser
regime has been observed. As described by equation (2.14), a second-order nonlinear
medium operated in the SHG conversion minimum provides a similar intensity-dependent
phase shift, as a third-order medium. Since the second-order nonlinearity is two orders of
magnitude larger (n, ~ 107 m?/W) ([83], p. 134), it can be employed in the continuous-
wave laser regime. White et al. [91] investigated the light reflected of a monolithic Kerr
nonlinear cavity which was made of magnesium-doped lithium niobate. By means of the
self-homodyne detection technique, a classical laser power noise reduction of 1.5 dB was
observed, probing the light reflected off the Kerr cavity. An even larger classical laser
power noise suppression of 32 dB was achieved by Khalaidovski et al. [46]. Since the side-
band frequency of their measurement was close to the lasers relaxation oscillation, the laser
exhibited a large amount of technical noise. Consequently, no non-classical noise reduction
could be accomplished. A non-classical noise reduction of about 1.5 dB of a bright coher-
ent state at 1.06 um was demonstrated by Zhang et al. [94]. They used continuous-wave
laser pump light and periodically-poled lithium niobate as cascaded second-order nonlinear
medium. However, to the best of my knowledge, no generation of squeezed vacuum states
in the continuous-wave laser regime using a cascaded second-order nonlinearity has been
reported so far.

In the experiment presented in this work, a new approach was taken to produce squeezed
vacuum states via the second-order cascaded optical Kerr effect. The main changes com-

pared to the experiments in [46, 91] were:

1. To be shot noise limited from the beginning, squeezing measurements were carried

out at sideband frequencies of several hundred MHz up to one GHz.

2. According to equation (2.14), the intensity-dependent phase shift is proportional to
the second-order nonlinearity. The material used in [46] was magnesium-doped
lithium niobate which has a second-order nonlinearity of 4.7 pm/V ([48], p. 18).
In this experiment, periodically poled potassium titanyl phosphate (PPKTP) with an
even stronger nonlinearity of 7.3 pm/V [12] was employed. Thus, the necessary
pump power to exploit the cascaded Kerr effect could be reduced from several hun-
dreds of milliwatts [46] to below 100 mW.
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Figure 2.21: Illustration of the concept for the separation of the 1550 nm carrier light and
the squeezed sidebands. The red graph depicts the transmission of the squeezing resonator
and the blue line shows the one from the OMC resonator. Both are plotted as a function
of the sideband frequency Q. If the FSR of the OMC is twice as large as the FSR of the
squeezing resonator, the carrier located at zero frequency gets reflected while the sidebands
at —Q); and €, get transmitted. Thus, the squeezed vacuum can be measured at a sideband
frequency corresponding to the first FSR of the squeezing resonator, without damaging the
homodyne detector photo diodes.

3. The new experiment was performed at the longer laser wavelength of 1550 nm.
1550 nm shows less absorption (a < %) in PPKTP [12] than 1064 nm in lithium
niobate (a/ < %) ([48], p. 18). Consequently, thermal effects like the change of the

refractive index and thermal expansion of the nonlinear crystal were reduced.

2.4.1 Choice and design of the squeezing resonator

As illustrated in figure 2.12, the non-classical noise reduction generated with the Kerr ef-
fect increases with larger pump power. For this reason, a very important property of the
squeezing resonator is the intra-cavity power build up that is defined by the ratio of the
power circulating inside of the resonator I.,, and the incident laser power I, ([73], p. 416),
([60], p. 140)

Icav I-R
= ! (2.125)

I (1- VRIRV)

The power build up only depends on the mirror reflectivities R, and R, and on the optical

PB =

loss V. For an over-coupled resonator with R; < R,V?, larger reflectivities will result
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in an increased power build up. To prevent the photo-diodes of the homodyne detector
from damage, the squeezed sidebands need to be separated from the carrier light before
they are measured. This can be achieved by reflecting the carrier from an oft-resonant three
mirror mode-cleaner ring resonator [32], while the sidebands get transmitted. In this thesis,
this mode-cleaner resonator will be named output mode-cleaner (OMC). The OMC has a

round-trip length of Ly;c ~ 42 cm, resulting in a free spectral range (FSR) of ([60], p. 564)

Af = % ~ 714 MHz, (2.126)

where c is the speed of light in vacuum. To achieve the off-resonant carrier reflection, the
FSR of the squeezing resonator needs to be half of the OMC FSR. Or, in other words,
the round-trip length of the squeezing resonator needs to be twice the one of the OMC.
This results in a FSR of Afy,, ® 357 MHz and is illustrated in figure 2.21. The red graph
represents the resonance peaks of the squeezing resonator and the blue graph the resonance
peaks of the OMC. The carrier light at zero frequency is reflected by the OMC, while the
squeezed sidebands at the frequencies —€2; and +€); (the minus and plus first FSR of the
squeezing resonator) get transmitted. Another requirement of the squeezing resonator is a
small waist size w in order to maximize the factor y that is defined in equation (2.87). The

waist of a two-mirror resonator is defined as ([73], p. 747)

1/2

Wo = [Q \/8182 (1 —8182)) , (2.127)

T o\git+8 2818
where g, and g, are given by equations (3.2) and (3.3), respectively. wy increases with
the laser wavelength A and with the round-trip length L. For this reason, the two-mirror
resonator configuration used in many squeezing experiments is not suitable here. The res-
onator type employed in this experiment that fulfills both, a small waist and a large round-
trip length, is the bow-tie resonator. The optical design of the chosen bow-tie configuration
is depicted in figure 2.22. It was composed of four mirrors and a periodically poled potas-
sium titanyl phosphate (PPKTP) crystal with a geometrical length of 9.32 mm that was
manufactured by the company Raicol Crystals. On both crystal end-faces an anti-reflection
coating with AR < 0.05 % was applied. Mirror M; and M, were convex with a radius of
curvature of =500 mm, yielding to an enlargement of the resonator mode. The concave
mirror M3 focused the resonator mode down to a waist size of 30.4 um in the middle of
the PPKTP crystal. The coupling mirror M; of the bow-tie resonator had a design power
reflectivity of Ry 15s50nm = 99 % at 1550 nm while the design power reflectivities of the other
three mirrors were R 1550nm = R3.15500m = R4,1550nm = 99.98 %. All mirror reflectivities

were specified for s-polarized light. They yielded a theoretical finesse of Fissonm = 590
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Figure 2.22: Design of the bow-tie squeezing resonator. The bow-tie resonator consisted
of four mirrors and contained a 9.32 mm long PPKTP crystal. The coupling mirror M;
and the mirror M, were convex in order to enlarge the diameter of the laser beam. The
convex mirror M; focused the beam into the PPKTP crystal, leading to a waist size of wy =
30.4 um. The power reflectivity of the coupling mirror M; at 1550 nm was R 1550nm = 99 %
while the other three mirrors had RZ, 1550 nm = R3’ 1550nm — R4’ 1550nm — 99.98 %.

and a power build up of 354.5. For all four mirrors, the power reflectivity at 775 nm was
20 % and thus, no power build up for the second harmonic light occurred. The total opti-
cal round-trip length of the bow-tie resonator was Lyoy.tie ~ 0.8369 m, resulting in a FSR
of 358.22MHz. Mirror M; was clamped on a piezo-electric transducer (PZT). Thus, its
position could be actuated in order to geometrically change the bow-tie resonator round-
trip length. The PPKTP crystal was positioned inside of an oven and its temperature was
controlled by a peltier element. Further information about the mechanical design of the

bow-tie resonator can be found in ([74], pp. 65 — 66).

2.5 Experimental results

This experiment was realized in collaboration with Stefan Ast. His PhD thesis [11] shows
the measured squeezing spectra at the first and third FSR of the bow-tie squeezing res-
onator. My thesis for the first time presents the measurements of the SHG conversion as
well as the matching of the FSRs of the bow-tie resonator and the OMC. Furthermore, my

thesis for the first time shows the zero-span squeezing measurements at the first and third
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Figure 2.23: Simplified experimental setup for measuring the SHG conversion. 8 mW
1550 nm light were injected into the bow-tie resonator while the temperature of the PP-
KTP crystal was changed with a Peltier element. Excess 1550 nm light was reflected by a
dichroic beam splitter (DBS) and the transmitted 775 nm power was detected with a power
meter.

bow-tie FSR and also the verification measurement for Kerr squeezing. Additionally, my
thesis presents Kerr squeezing measurements at the first and third bow-tie FSR as a function

of the fundamental pump power.

2.5.1 Measurement of the SHG conversion minima

In this experiment the Erbium-doped continuous-wave single frequency 1550 nm fiber seed
laser Koheras AdjustiK (model E15) was used as laser source. It exhibited low frequency
noise and a maximum output power of 2 W. The output power of the seed laser was intensi-
fied to a maximum of 5 W by the external amplifier Koheras BoostiK. Both, seed laser and
amplifier were manufactured by NKT Photonics.

As pointed out by equation (2.14), the nonlinear phase shift due to the cascaded optical Kerr
effect is maximized in the first upper and lower SHG conversion minimum. To measure the
conversion of the 1550 nm fundamental light to the 775 nm SHG light as a function of the
wavevector mismatch, the temperature of the PPKTP crystal was scanned in the range be-
tween 20 °C and 88 °C with a Peltier element. During the measurement, a power of 8.8 mW
1550 nm s-polarized pump light was injected into the bow-tie resonator. As shown in figure
2.23, 80 % of the frequency doubled 775 nm light was transmitted through mirror My of the

bow-tie resonator. Before the detection with a power meter, the 775 nm light was separated
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Figure 2.24: Conversion of 1550 nm to 775 nm. The temperature of the PPKTP crystal was
changed within the temperature range between 20 °C and 88 °C and a light power of 8.8 mW
was incident onto the bow-tie resonator. For each measurement point, the bow-tie resonator
was length-stabilized to be resonant for the 1550 nm light. A conversion maximum was
detected at 40.5 °C. The first conversion minimum was observed at a temperature of 61.2 °C
and the second at 81.8 °C. The error bars are due to the 7% measurement error of the power
Sensor.

from excess 1550 nm light by a dichroic beam splitter (DBS) which reflected the funda-
mental light and transmitted the frequency doubled light. Figure 2.24 shows the power of
the detected 775 nm light with the 7% measurement error bar of the power sensor plotted
against the crystal temperature. For each measurement point, the length of the bow-tie
resonator was stabilized on resonance with the Pound-Drever-Hall (PDH) technique [29]
and the transmitted 775 nm light was measured. A conversion maximum was observed at
a crystal temperature of 40.5 °C while the first and the second conversion minimum were
measured at 61.2°C and 81.8°C.

2.5.2 Observation and verification of the cascaded optical Kerr effect

As numerically simulated in figure 2.4, the intensity-dependent phase shift of the cascaded
optical Kerr effect results in a deformation of the cavity resonance peaks. To experimentally
observe this deformation, the temperature of the PPKTP crystal was adjusted to 61.2°C,
the first SHG conversion minimum, and a 1550 nm pump power of 80 mW was used. The
resonance peak was detected in transmission of the bow-tie resonator with a photo diode
while its round-trip length was linearly scanned with a PZT. The blue graph in figure 2.25

shows the observed resonance peak deformation for an external increase of the resonator
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Figure 2.25: Comparison of the measured and normalized bow-tie resonance peaks. In the
SHG conversion maximum at 40.5 ° C, a resonance peak without deformation (red graph)
was detected in transmission of the bow-tie resonator. After changing the crystal tempera-
ture to 61.2° C, the first conversion minimum, a resonance peak deformation (blue graph)
induced by the nonlinear phase shift of the cascaded Kerr effect was observed. For both
measurements, a light power of 80 mW was modematched into the bow-tie resonator.

round-trip length. Furthermore, the temperature of the PPKTP crystal was tuned to 40.5 °C,
the SHG conversion maximum, and again 80 mW 1550 nm light were injected into the
bow-tie resonator. As predicted by theory, the measured resonance peak did not show any
deformation because the intensity-dependent phase shift of the Kerr effect vanishes in the
SHG conversion maximum. This is shown by the red graph in figure 2.25.

To verify that the reason for the resonance peak deformation was the cascaded Kerr effect,
a differentiation from thermally-induced resonance distortions was necessary. The latter
were suppressed by fast scans of the resonance peak. For this purpose, a triangle-wave
voltage with an amplitude of 3 Volt and a frequency of 500 Hz was applied to the piezo-
actuator. A power of 226 mW was injected into the bow-tie resonator and the temperature
of the PPKTP crystal was adjusted to the first conversion minimum. The resonance peaks
for external lengthening as well as for external shortening of the round-trip length were
measured in transmission of the bow-tie resonator. For external lengthening, the full width
at half maximum of the resonance was scanned within 3.7 us and for external shortening in
5.5 us. As depicted in figure 2.26, in both cases, the characteristic shape of the resonance
peaks, displaying a steep and a shallow slope, remained. Thus, the observed resonance
peak deformation was caused by the nonlinear phase shift of the cascaded optical Kerr

effect and not by thermal effects.
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Figure 2.26: Fast scan of the bow-tie resonance. To verify that the observed resonance
peak deformation is caused by the intensity-dependent phase shift of the cascaded Kerr
effect and not by thermal distortions, fast resonance scans were applied. For external
lengthening (blue graph), the full width at half maximum of the bow-tie resonance was
scanned in 3.7 us and for external shortening (red graph) within 5.5 us. Since each reso-
nance peak maintained its characteristic shape, showing one steep and one shallow slope,
a Kerr-induced deformation was observed.

To prove the intensity-dependence of the Kerr-induced resonance peak deformation which
was numerically simulated in figure 2.4, the temperature of the PPKTP crystal was again
tuned to 61.2°C. Resonance peaks for external lengthening and for external shortening
were detected in transmission of the bow-tie resonator, using different 1550 nm pump pow-
ers in a range between 77.8 mW and 102.2 mW. As illustrated in figure 2.27, the resonance
peak deformation increased with larger pump power for external lengthening as well as for

external shortening.

2.5.3 Matching the free spectral ranges of the bow-tie resonator and
the output mode cleaner resonator

As emphasized in section 2.4.1 it was crucial that the FSR of the OMC ring resonator,
that was employed to separate the carrier light and the squeezed sidebands, has twice the
FSR of the bow-tie squeezing resonator. With regard to laser power fluctuations, an optical
resonator acts as a low pass with a corner frequency at half of the FWHM. The transfer

function of the bow-tie resonator is given by ([73], p. 419)

1 — VRIR:R3R,
1 — VRR:R3R; exp (i2nf/Af)
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Figure 2.27: Power dependence of the cascaded optical Kerr effect. The resonance peaks
were recorded in the first SHG conversion minimum for three different input powers and
for external lengthening (a) of the bow-tie resonator as well as for external shortening (b).
As predicted by theory, the intensity-dependent phase shift due to the cascaded Kerr effect
increased with laser power. This resulted in a larger resonance peak deformation for higher
laser power.

Here R;, R>, R; and R, are the mirror power reflectivities, f is the frequency, and Af is the
free spectral range. The absolute value of Hy (f) is plotted in figure 2.28 using the design
values of the bow-tie resonator from section 2.4.1. Transmitted laser power fluctuations
are attenuated by 3dB at 303 kHz. While maximum attenuation takes place at multiple
integers of A fyow-tie/2, the bow-tie resonator again transmits power fluctuations at multiple
integers of its FSR. This behavior was used to measure the exact FSR of the bow-tie res-
onator by transmitting excess intensity noise of the fiber laser. Before the measurement, all
mode cleaner resonators, providing a suppression of laser power noise, were removed. The
temperature of the PPKTP crystal was adjusted to the first SHG conversion minimum and
the length of the bow-tie resonator was stabilized with the Pound-Drever-Hall technique
to be resonant for the fundamental 1550 nm light. A light power of 140 mW was injected
into the bow-tie resonator and the transmitted laser noise was detected in transmission with
a large-bandwidth photo diode, see figure 2.29. A spectrum analyzer evaluated the resid-
ual laser power noise within the frequency range between 355 MHz and 361 MHz using a
resolution bandwidth (RBW) of 100 kHz, a video bandwidth (VBW) of 2 Hz and a sweep
time of 60s. The detected, dark noise corrected and linearized transmission peak is plot-
ted in figure 2.30. A fit with a Lorentzian function yielded a center frequency of about
358.265 MHz, which corresponded to first FSR of the bow-tie resonator. Thus, its optical
round-trip length was 0.8368 m.

In an iterative process, the geometrical length of the OMC resonator was adjusted and the
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Figure 2.28: Simulated absolute value of the bow-tie resonator transfer function Hr (f).
Laser power fluctuations are suppressed by 3 dB at 303 kHz while maximum attenuation
takes place at the half FSR of the bow-tie resonator. At multiple integers of the FSR, power
fluctuations are again transmitted.

1550 nm Laser

) E Spectrum analyzer

PD

Figure 2.29: Simplified experimental setup for measuring the free spectral range of the
bow-tie squeezing resonator. The length of the bow-tie resonator was stabilized to be reso-
nant for the 1550 nm light using the Pound-Drever-Hall technique. A measurement of the
transmitted laser power noise was performed with a large-bandwidth photo detector (PD).
The measured spectrum was evaluated with a spectrum analyzer.
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Figure 2.30: Bow-tie resonator laser power fluctuation transmission peak. High frequency
power fluctuations of the 1550 nm fiber laser (red dots) were transmitted by the bow-tie
resonator, recorded with a photo diode and evaluated with a spectrum analyzer using a
RBW of 100kHz, a VBW of 2 Hz and a sweep time of 60s. The measured data was dark
noise corrected and linearized. A Lorentzian fit yielded a center frequency of 358.265 MHz
which corresponded to the first FSR of the bow-tie resonator.

corresponding transmission peak was measured with a similar setup, as the one shown in
figure 2.29. Finally, the FSR of the OMC resonator was determined by measuring the trans-
mitted laser power fluctuations within the frequency range between 710 MHz and 723 MHz.
For this measurement, a RBW of 100kHz, a VBW of 10Hz and a sweep time of 26
were used. A fit with a Lorentzian function yielded A fyic = 716.343 MHz. Compared to
2 -358.265 MHz = 716.53 MHz a residual deviation of about 187 kHz remained.

2.5.4 Experimental setup for the generation of squeezed vacuum states
by means of the cascaded optical Kerr effect

A simplified schematic of the experimental setup used to generate squeezed states of light
with the cascaded optical Kerr effect is presented in figure 2.32. As already described in
section 2.5.1, the utilized laser source consisted of an Erbium-doped continuous-wave sin-
gle frequency 1550 nm fiber seed laser and an amplifier, providing laser radiation with
a maximum output power of 5W. A three mirror traveling-wave resonator filtered the
1550 nm laser light from high frequency intensity- and phase noise and provided a spatially
cleaned TEM,, mode. This mode was then split into two parts, one serving as local oscil-
lator for the homodyne detection and one acting as pump field for the bow-tie resonator.

The length of the bow-tie resonator was stabilized with the Pound-Drever-Hall technique
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Figure 2.31: Power fluctuation transmission peak of the OMC resonator. High frequency
power fluctuations of the 1550 nm fiber laser (red dots) were transmitted through the OMC,
measured with a photo diode and evaluated with a spectrum analyzer using a RBW of
100kHz, a VBW of 10Hz and a sweep time of 26s. The data was linearized and the
electronic dark noise was subtracted. A Lorentzian fit yielded a center frequency of
716.363 MHz which corresponded to the first FSR of the mode cleaner resonator.

[29] using phase modulated sidebands at a frequency of 101 MHz that were generated by
an EOM. After interacting with the nonlinear PPKTP crystal, the carrier (red solid line) as
well as the squeezed vacuum (red dashed line) left the bow-tie resonator in reflection. To
prevent damage of the homodyne detector photo diodes, the OMC ring resonator reflected
the carrier light into a beam dump and transmitted the squeezed vacuum. Both, local os-
cillator and squeezed vacuum were superimposed on a 50/50 beam splitter. A homodyne
detector with a bandwidth of 2 GHz and high-efficiency photo diodes was used to measure
Kerr squeezing at sideband frequencies of 358.26 MHz (first FSR of the bow-tie resonator)
and 1074.78 MHz (third FSR of the bow-tie resonator).

2.5.5 Kaerr squeezing measurement at the first free spectral range of
the bow-tie resonator

A first measurement was carried out to observe Kerr squeezing at a sideband frequency of
358.26 MHz. The temperature of the PPKTP crystal was tuned to 61.2 °C and the length
of the bow-tie resonator was stabilized with the Pound-Drever-Hall technique in order to
be resonant for the incident 1550 nm light. 85 mW s-polarized light were incident onto
the bow-tie resonator. The carrier light as well as the squeezed vacuum emerged from

the bow-tie resonator in reflection. The OMC for the separation of the bright carrier and
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Figure 2.32: Schematic of the experimental setup for the generation of squeezed states via
the cascaded optical Kerr effect. The laser light of the continuous-wave 1550 nm laser was
spatially cleaned by the mode cleaner MC 1 which also acted as optical low pass on power
and frequency noise. A combination of half-wave plate and polarization beam splitter
(PBS) divided the laser power. One part served as local oscillator during the balanced ho-
modyne detection, the other part acted as pump field for the bow-tie resonator. An electro-
optical modulator imprinted phase modulated sidebands onto the laser light which were
used to stabilize the bow-tie resonator length via the Pound-Drever-Hall technique to be
resonant for the 1550 nm light. The bow-tie resonator produced squeezed vacuum (red
dashed line) which left in reflection together with the bright carrier pump light (solid red
line). In order to protect the photo diodes of the homodyne detector from damage, both
fields were spatially separated by the OMC, which reflected the carrier light and transmit-
ted the squeezed vacuum. The resonance peak in the middle of the red bow-tie transmission
profile denotes the bright carrier light, which is suppressed by the blue transmission profile
of the OMC. The transmitted squeezed vacuum was superimposed with a local oscillator
on a 50/50 beam splitter and was measured with a homodyne detector.
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Figure 2.33: Kerr squeezing measurement at a sideband frequency of 358.26 MHz using
85 mW pump light at 1550 nm. A non-classical noise reduction of (—=2.0 + 0.1) dB below
the vacuum noise was detected using 4 mW local oscillator power while the anti-squeezed
variance was (9.5 = 0.1) dB. During the measurement, a resolution bandwidth of 500 kHz
and a video bandwidth of 200 Hz were used.

the squeezed sidebands was manually length-tuned until the carrier was reflected and the
squeezed vacuum was transmitted. For the Kerr squeezing measurement, the balanced
homodyne detection introduced in section 2.3.9 was employed. The variance of the signal
field was evaluated by means of a zero-span measurement. Here, the spectrum analyzer
detected the noise power of the signal field at a certain sideband frequency as a function
of the measurement time. During the measurement, the phase between the signal field and
the LO was scanned with a piezo-driven mirror which was located in the path of the LO
field. Thus, the variance of the signal field in all quadratures was observed. Before the
squeezing measurement, the signal path was blocked and the vacuum noise corresponding
to 4 mW local oscillator power was recorded. It was normalized to 0dB and is shown in
figure 2.33 by the blue graph. After opening the signal path, the variance of the signal field
oscillated between a squeezed variance of (—2.0 + 0.1) dB and an anti-squeezed variance of
(9.5 £ 0.1) dB, depicted by the red curve in figure 2.33, which was dark noise corrected and
normalized to the vacuum. The distance between the detector dark noise and the vacuum
noise was 9.7 dB. For the zero-span measurement, a resolution bandwidth of 500 kHz, a
video bandwidth of 200 Hz and a measurement time of 0.165 s were used.

Based on the (anti-)squeezing values of (—=2.0 £ 0.1) dB and (9.5 + 0.1) dB, the total optical
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Figure 2.34: Simulated total optical loss for the squeezing measurement at 358.26 MHz.
The observed squeezing value of (2.0 £0.1)dB and the anti-squeezing value of
(9.5 £0.1)dB correspond to a total loss of 61%. In this simulation, an initial loss-free
(anti-)squeezing of +£13.3 dB was assumed.

loss that the signal field has experienced, can be estimated with equation (2.124). For the
loss simulation initial loss-free (anti-)squeezing values of +13.3 dB were assumed. Figure
2.34 shows both, squeezing (blue curve) and anti-squeezing (red curve) as a function of
the optical loss. The measured values of (=2.0 = 0.1)dB and (9.5 + 0.1) dB correspond to
a total optical loss of 61% or an overall detection efficiency of 7, = 0.39. The following
list provides an overview about the different loss sources of the experimental setup and

estimates their contribution to the total optical loss.

1. Bow-tie resonator:
The escape efficiency of the bow-tie resonator is given by [79]

T,

—_— 2.12
T+ L (2.129)

nesc =

where T is the transmission of the coupling mirror and L are the round-trip losses
(excluding 7). The design value of the bow-tie resoantor coupling mirror was 7 =
0.01 at 1550 nm. To estimate the residual round-trip losses, the reflectivity of the
coupling mirror was fixed to the design value of Ry = 1 — T} = 0.99 and a two-
mirror resonator was simulated using a second mirror with an effective reflectivity

of R, = 0.9983. This resonator reproduced the measured signal in reflection on
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Figure 2.35: Normalized reflected power from OMC. The OMC ring resonator that was
employed for separation of the bright carrier light and the squeezed sidebands reflected
on resonance 6 % of the incident light power. The squeezed light experienced the same
amount of loss.

resonance, where about 50.6 % of the injected light power got reflected. Thus, the

round-trip losses were L = 1 — R, = 0.0017, resulting in an escape efliciency of
Nese ~ 0.85. (2.130)

The largest contribution to the round-trip loss was residual conversion to the second
harmonic light. Other loss sources were transmission and scattering at the bow-tie
mirrors M,, M3 and M, and scattering and absorption of the PPKTP crystal. The
latter was measured to be (84 + 40) ppm/cm [76]. The power reflectivities R; = 0.99
and R, = 0.9983 resulted in a FWHM of 652 kHz and a finesse of about 549.

2. OMC resonator:

The OMC ring resonator that was used to separate the carrier light and the squeezed
vacuum also contributed to the overall optical loss. On resonance, it reflected 6 %
of the injected light power due to mode mismatch (2 %) and because of impedance
mismatch (4 %). This is depicted in figure 2.35. The squeezed sidebands experienced
the same amount of loss. Another loss source was the non perfect matching of the
FSRs of the bow-tie resonator and the OMC. This loss was simulated to be 3 %.
Thus, the detection efficiency of the OMC was

nomc = 0.91. (2.131)
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3. Homodyne efficiency:
For the squeezing measurement with the balanced homodyne detection, both, signal
field and local oscillator were spatially overlapped on a 50/50 beam splitter. The
quality of the overlap is described by their interference. To determine the quality of
their interference, a bright auxiliary field was superimposed with the local oscillator
on the 50/50 beam splitter. Both fields had the same light power, polarization and al-
most the same spatial shape. The relative phase between both fields was periodically
changed by a piezo-actuated mirror and the signal in one output port of the 50/50
beam splitter was monitored. A single photo diode measured a sinusoidal interfer-
ence pattern which had the maximum and minimum intensities I,x and I.,;,. The
quality of the interference between signal field and local oscillator was determined

by calculating the interference contrast ([78], p. 48)

Imax - Imin
K=———=0.986. (2.132)

Imax + Imin

The homodyne efficiency is given by the square of the interference contrast
nk = K* ~0.97, (2.133)
leading to a loss of 3 %.

4. Quantum efficiency:
Another contribution to the total loss is given by the quantum efficiency of the ho-
modyne detector’s photo diodes. The quantum efficiency nqg of a photo diode is a
quantity which describes the probability that the incident light is transformed into a
detectable signal. A single photon is absorbed by the active area of the photo diode.
If its energy E = hf is larger than the binding energy of an electron, an electron
is excited from the valance to the conduction band. Thus, a photo current can be

measured. The quantum efficiency can be computed with the equation [61]

NQE = Rz%- (2.134)
R, = I,/ P is the so-called responsivity of a photo-diode at a wavelength A. It is the
ratio of the photo current /, that is measured when light with power P is incident
onto the photo diode. 4 is the Planck constant, ¢ the speed of light in vacuum, A
the laser wavelength in nm and e is the electron charge. By measuring the incident
light power P and the corresponding photo current /,, the quantum efficiency of our

custom made photo diodes was estimated to

nge = 0.94. (2.135)
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5. Residual losses:

The remaining losses were about 44.7 %, resulting in an escape efficiency of

Tres = 0.553. (2.136)

These residual losses included optical round-trip losses due to scattering and ab-
sorption on mirrors and lenses. However, their loss contribution of about 10 % can-
not explain the remaining losses completely. The maximum amount of measurable
squeezing is not only limited by optical losses, but also by phase noise. In homodyne
detection, the quadrature in which the squeezing is measured is determined by the rel-
ative phase between the LO and the signal field. If the period of the phase fluctuation
is shorter than the time the spectrum analyzer needs to measure a single data point,
than the squeezing measurement will not only be a measurement of one quadrature
angle ¥, rather of a range of quadrature angles ¥ + 6 ([86], pp. 41 —43), as shown in
figure 2.36 for an amplitude quadrature squeezed vacuum state. Part a.) of this figure
shows a normal squeezing measurement without phase noise. Part b.) visualizes the
case of phase noise. The change in the readout quadrature leads to a coupling from
the anti-squeezed quadrature into the detected squeezing. Thus, the observed squeez-
ing value is decreased. This phase noise can occur due to mirror motions. Since the
mirrors of the bow-tie squeezing resonator were placed in mounts that were screwed
to a large aluminum spacer, they were exposed to acoustically-induced vibrations.

These vibrations of the mirrors could led to phase noise.

All loss contributions are summarized in table (2.1).

Furthermore, the linearity of the employed GHz-bandwidth homodyne detector was inves-
tigated. The measurement is shown in appendix A. A local oscillator power of 2 mW was
incident onto the homodyne detector and the difference photo current was evaluated with
a spectrum analyzer, while the signal input was blocked. Then, the light power was dou-
bled to 4 mW and the spectrum of the difference photo current was recorded again. The
measured increase of the noise power level was 3 dB, which demonstrated that the measure-
ment was vacuum noise limited. Also, the linear performance of the homodyne detector

was shown.

2.5.6 Experimental confirmation of Kerr squeezing

To verify that the observed squeezing at the fundamental wavelength of 1550 nm was gen-

erated by the cascaded Kerr effect, a differentiation from squeezing of the fundamental field

59



Figure 2.36: Effect of phase noise on an amplitude quadrature squeezed vacuum state. a.)

shows the state without phase noise. Here,

true squeezing value. b.) depicts the case

a squeezing measurement corresponds to the
of phase noise. Due to the fluctuation of the

squeezing ellipse, the read-out quadrature changes during the measurement process. Thus,
a part of the anti-squeezed quadrature is coupled to the squeezed quadrature, resulting in a
decreased observed squeezing strength, which is depicted in figure c.).

Contribution 1-Loss
Bow-tie resonator 0.85
OoMC 091
Contrast BHD 0.97
PD quantum efficiency | 0.94
Residual 0.553
Total 0.39

Table 2.1: List of the optical loss contributions for the Kerr squeezing measurement at a
sideband frequency of 358.26 MHz, calculated as detection efficiencies. The product of all
efficiencies leads to the total detection efficiency of 0.39.
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Figure 2.37: Confirmation of Kerr squeezing. As predicted by theory, the squeezing pro-
duced by the cascaded Kerr effect shows a maximum of —2.0dB in the first SHG conver-
sion minimum at 61.2 °C (denoted by b.)) and decreases in the second minimum at 81.8 °C
to —1.3dB (labeled c.)). The occurrence of the Kerr-induced resonance peak deforma-
tion was observed in both minima. On the contrary, no resonance peak deformation was
monitored in the SHG conversion maximum at 40.5 °C (denoted by a.)). Therefore, the
detected squeezing of —0.9 dB was produced by the SHG process. All measurements were
performed at a sideband frequency of 358.26 MHz.
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caused by the SHG process (see section 2.3.7) was necessary. As derived by Li and Ku-
mar [53], the squeezing of the fundamental wavelength in the SHG conversion maximum
is only produced by the SHG process. The nonlinear phase shift vanishes (see equation
2.12) and consequently no squeezing is produced by means of the cascaded Kerr effect in
the SHG conversion maximum. As shown in figure 2.14, the squeezing of the fundamen-
tal field decreases with lower SHG conversion efficiencies (larger wave vector mismatch)
For wave-vector mismatches Ak # 0, the nonlinear phase shift starts to build up and ex-
hibits a maximum in the first SHG conversion minimum. It decreases in higher order SHG
conversion minima. However, Li and Kumar assumed a non-poled single crystal in their
considerations. References [55] and [59] extended them to be valid for periodically poled
second-order nonlinear media. Maeda et al. calculated, that in case of perfect quasi-phase
matching, the SHG process yields to squeezing of the fundamental field. Arbitrary high
squeezing values can be achieved, using sufficiently high fundamental pump powers. This
squeezing mechanism disappears for large phase mismatch [55]. Noirie et al. [59] have
shown, that the squeezing of the fundamental field in a periodically poled quasi-phase mis-
matched medium is caused by its intensity-dependent phase shift. This effect vanishes in
the conversion maximum.

To validate that the measured squeezing was generated by the cascaded Kerr effect, several
squeezing measurements at different temperatures of the PPKTP crystal, corresponding to
different wave-vector mismatches Ak, were performed using a 1550 nm pump power of
85 mW. This is illustrated in figure 2.37. In the SHG conversion maximum at 40.5 °C,
squeezing and anti-squeezing of (—0.9 £ 0.1) dB and (2.5 + 0.1) dB were detected (labeled
with a.)). As depicted in figure 2.25, no resonance peak deformation due to the nonlin-
ear phase shift occurred. Thus, it can be concluded that the squeezing in the SHG con-
version maximum was produced by the SHG process and not by the cascaded Kerr ef-
fect. In the first SHG conversion minimum at 61.2 °C, a squeezing of (-2.0 + 0.1) dB and
an anti-squeezing of (9.4 + 0.1) dB were observed, labeled with b.) in figure 2.37. As
shown in figure 2.25, the measured resonance peak displayed a deformation due to the
nonlinear phase shift of the cascaded Kerr effect. Consequently, the squeezing measured
at 61.2 °C was produced by the cascaded Kerr effect. As described by equation (2.14), the
Kerr-induced intensity-dependent phase shift decreases in higher-order conversion minima.
Thus, also the observed squeezing should be smaller than in the first conversion minimum.
This was experimentally confirmed by a squeezing measurement in the second conversion
minimum at 81.8 °C. A squeezing value of (—1.3 = 0.1) dB and an anti-squeezing value of
(7.2 £0.1) dB were detected (labeled with c.)). Additionally, the Kerr-induced resonance
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Figure 2.38: Kerr anti-squeezed and squeezed noise as a function of the fundamental pump
power at a sideband frequency of 358.26 MHz. A maximum squeezed variance of (2.1 +
0.1) dB below the vacuum noise level was detected with a fundamental power of 90 mW.
Due to phase noise and optical losses, no stronger non-classical noise reduction could be
achieved. The maximal anti-squeezed variance of (13.8 +0.7) dB was measured for a pump
power of 140 mW.

peak deformation was also observed in the second conversion minimum. All squeezing

measurements were performed at a sideband frequency of 358.26 MHz.

2.5.7 Kerr squeezing as a function of the fundamental pump power

To further characterize the bow-tie squeezing resonator, squeezing measurements in the
first conversion minimum at 61.2°C were performed as a function of the fundamental
1550 nm pump power. This is depicted in figure 2.38 for a sideband frequency of 358.26 MHz.
The pump power was varied within the range between 10 mW and 140 mW and for each
pump power value, a zero-span measurement was performed. The largest value of the
squeezed quadrature of (2.1 + 0.1) dB was measured with a pump power of 90 mW. Due to
phase noise and optical losses, no larger non-classical noise reduction below the vacuum
noise level could be detected. The largest anti-squeezed variance of (13.8 + 0.7) dB was
observed for a pump power of 140 mW.

A similar measurement was performed at a sideband frequency of 1074.78 MHz using
again pump powers between 10mW and 140 mW and a crystal temperature of 61.2°C.

A maximum non-classical noise reduction below the vacuum noise level of (2.5 + 0.1)dB
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Figure 2.39: Kerr anti-squeezed and squeezed noise as a function of the fundamental pump
power at a sideband frequency of 1074.78 MHz. A maximum squeezed variance of (2.5 +
0.1) dB below the vacuum noise level was detected with a fundamental power of 70 mW.
The largest anti-squeezed variance of (12.6 + 0.3) dB was measured with a pump power of
140 mW.

was observed for a fundamental pump power of 70 mW (see figure 2.40) and (2.4 + 0.2) dB
were measured using a pump power of 120 mW. The largest detected anti-squeezed vari-
ance of (12.6 + 0.3) dB was measured with a pump power of 140 mW. The reason for the
slightly increased squeezing values measured at 1074.78 MHz was probably less phase

noise or less SHG conversion in the bow-tie resonator.

2.6 Summary and conclusion

In this chapter, the first generation of squeezed vacuum states by means of the second-
order cascaded optical Kerr effect, using continuous-wave laser light is demonstrated. The
squeezed vacuum states were generated at a wavelength of 1550 nm with a four-mirror bow-
tie resonator that contained a PPKTP crystal. First, the conversion from the fundamental
1550 nm light to the SHG light was measured and two conversion minima at 61.2 °C and
82.8 °C were detected. The occurrence of the cascaded optical Kerr effect was observed in
both SHG conversion minima by measuring the deformed resonance peaks in transmission
of the bow-tie resonator. To exclude a thermally-induced resonance peak deformation, the

resonance of the bow-tie cavity was scanned in times of 3.7 us and 5.5 us. During these
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Figure 2.40: Kerr squeezing measurement at a sideband frequency of 1074.78 MHz using
70 mW pump light. A non-classical noise reduction of (2.5 +0.1) dB below the vacuum
noise was detected using 4 mW local oscillator power. The anti-squeezed variance was
(7.8 £0.1) dB. During the measurement, a resolution bandwidth of 500 kHz and a video
bandwidth of 200 Hz were used.

fast scans, the resonance peak deformation maintained and thus, was not caused by thermal
effects. Furthermore the dependence of the resonance peak deformation on the fundamen-
tal pump power was observed, using light powers between 77.8 mW and 102. mW. For
larger light power, the resonance peak deformation increased. A non-classical noise re-
duction below the vacuum noise of (2.0 +£ 0.1)dB at a sideband frequency of 358.26 MHz
was detected in the first SHG conversion minimum using 85 mW pump power. A squeezed
variance of (2.5 +0.1) dB was observed at a sideband frequency of 1074.78 MHz with a
pump power of 70 mW. The main reasons that prevented the measurement of larger squeez-
ing values were phase noise and optical losses. Phase noise was mainly caused by the
acoustically-induced motion of the bow-tie resonator mirrors. To decrease phase noise
in future experiments, the Kerr-squeezing resonator should be placed on a damping stage
and should be operated under vacuum. The optical losses can be reduced by using super-
polished optics, by increasing the interference contrast at the homodyne detector and by
an even better matching of the bow-tie resonator and the OMC FSRs. However, observed
anti-squeezing values of up to (13.8+0.7) dB at 358.26 MHz demonstrate that the cascaded

optical Kerr effect is a promising process for the generation of squeezed vacuum states.
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Chapter 3

Absorption measurements on AlGaAs
coatings at 1064 nm and 1550 nm

3.1 Introduction

According to Einsteins theory of general relativity, mass distributions induce the curvature
of space time. An accelerated motion of a mass will cause ripples in the curvature of space
time, which propagate with the velocity of light, the so called gravitational waves. Grav-
itational waves are transverse quadrupole waves, which have two kinds of polarizations,
denoted by "+’ and ’X’, and a period of T,y ([6], p. 122). They expand and compress the
space time perpendicular to their propagation direction and thus, act as a tidal force. Figure
3.1 shows this effect for a ring of free falling test masses for both polarizations for a gravi-
tational wave, moving into the plane of the paper. If the distance between two test masses
is [, a gravitational wave will cause a change of 6/. On earth, the expected relative length
changes h = 261/1 [13], also called strain, are in the order of up to ~ 1072, These relative
length changes are caused by extremely energetic cosmic events, such as the merging of
two black holes or two neutron stars ([15], pp. 26 — 29).

An appropriate measurement device for detecting small relative length changes between
free falling test masses is a Michelson interferometer [13], which is depicted in figure 3.2.
In its simplest version, it consists only of a 50/50 beam splitter and two end mirrors, named
ETMy and ETMg. A laser beam impinges on the 50/50 beam splitter and is divided into
two beams. One beam propagates along the north arm and gets reflected back by the end
test mass ETMy. The other beam propagates in direction of the east arm and is reflected
back by test mass ETMg. Both beams are recombined at the beam splitter and their in-
terference pattern is observed at the interferometer’s output with the photo diode PDg. A

gravitational wave with ’+’ polarization, propagating into the plane of the paper, alters
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Figure 3.1: Effect of a gravitational wave moving into the plane of the paper on a ring
of free falling test masses. A gravitational wave expands and compresses the space time
perpendicular to its direction of propagation and acts as a tidal force. a.) depicts the effect
of a gravitational wave for the ’+’-polarization while b.) shows the impact of the ’x’-
polarization. Adapted from ([6], p. 122).

the distance between the beam splitter and the end test masses in both orthogonal interfer-
ometer arms by the same amount ¢/, but with different sign [13]. Both beams acquire a
differential phase shift, resulting in a change of the detected intensity at PDg.

To increase the signal-to-noise ratio and to minimize the relative shot noise (([15], p. 294),
high circulating light power in the interferometer is required. It can be obtained by using
the technique of power-recycling ([15], pp. 70 — 72). During its operation, the interferom-
eters south port is almost kept dark and the light returns to the laser, the interferometer acts
as a mirror. Placing a power-recycling mirror (PRM) at the west port forms an effective
two-mirror cavity and almost the full light is reflected back into the interferometer and a
high circulating light power is achieved.

A gravitational wave induces a phase modulation onto the circulating light and conse-
quently, sidebands are created. While the carrier light is reflected towards the west in-
terferometer port, the sidebands propagate to the south port. A signal-recycling mirror
(SRM) placed at the south port forms a signal-recycling cavity with the rest of the interfer-
ometer and amplifies the generated sidebands ([15], pp. 73 — 78). Thus, the sensitivity of
the gravitational-wave detector can be enhanced in a certain and tunable frequency range.
To increase the interaction time of the light and the gravitational wave and thus, to increase

the gained phase shift ([15], pp. 67 — 68), both interferometer arms have implemented arm
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Figure 3.2: Dual-recycled Michelson interferometer with arm cavities. The Michelson
interferometer’s south port is almost kept dark and nearly the full light power is reflected
back towards the west port. The power-recycling mirror (PRM), positioned at the west port,
reflects the power back into the interferometer. The power-recycling technique is used to
reduce the relative-shot noise and thus, to increase the signal-to-noise ratio. Placing a
signal-recycling mirror at the south port of the interferometer leads to an enhancement of
the sidebands, induced by the gravitational wave. To enlarge the interaction time between
the light and the gravitation wave, resonators in both interferometer arms are implemented.
Adapted from ([15], p. 11).

resonators. They are formed between the input test masses (ITM) and the end test masses
(ETM).

On 14th September 2015, the first gravitational wave was measured by the two detectors
of the Advanced Laser Interferometer Gravitational Wave Observatory (Advanced LIGO).
The gravitational wave was caused by the inspiral and merger of two black holes as well as
by the ring down of the final single black hole. The initial black holes had masses of 36 and
29 times the solar mass. The final black hole mass corresponded to 62 times the solar mass
and a gravitational wave with the energy of 3 solar masses was radiated. The observed
gravitational wave signal had a maximum strain of 1.0- 102! and swept within a frequency
range between 35 and 250 Hz [3]. Further detections of gravitational waves produced dur-
ing the coalescence of two black holes are described in [1, 2, 30]. The first three-detector
observation (two Advanced LIGO detectors and the Advanced VIRGO detector) of a bi-
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nary black hole merger improved the localization of the gravitational-wave source in the
sky [4]. The first detection of a gravitational wave generated during a binary neutron star
merger, was achieved on the 17th August 2017. This observation was supported by the
’Gamma-ray Burst Monitor’ of the Fermi satellite, which measured a gamma-ray burst two
seconds after the gravitational wave [5].

The limiting noise source of state of the art gravitational-wave detectors like Advanced
LIGO within the frequency range between 30 Hz and 100 Hz is coating thermal noise [63].
Coating thermal noise is caused by the motion of the thermally excited atoms of the mir-
ror surface. Their averaged motion results in a displacement noise that is detected by the
laser beam and consequently, can mimic a gravitational wave. The coatings used on the
input and end test masses of Advanced LIGO are ion-beam sputtered dielectric multilayer
coatings. They consist of thickness-optimized alternating quarter-wave layers of low-index
silica (Si0,) and high-index tantalum pentoxide (TaOs). The latter is doped with 25 %
titanium dioxide, to reduce coating thermal noise. While they show superb optical quali-
ties such as low absorption loss (0.5 ppm) and low scatter loss (~ 20 ppm), their Brownian
motion is a limiting noise source [23]. Origin of the Brownian motion is in the large me-
chanical loss (3-10~* to 4- 107*) of the high-index tantalum pentoxide layers ([15], p. 242).
The frequency dependent displacement power spectral density of coating thermal noise is
given by ([38], p. 38)

Sx(f):

2kgT d (Y’ Y ) 3.1)

mw—%} 7(13“ + F(I)l
Here kg is Boltzmann’s constant, 7T is the temperature, d is the coating thickness, f is the
frequency, Y is Young’s modulus of the mirror substrate, Y is Young’s modulus of the
coating and wy, is the radius of the laser beam, impinging on the mirror coating. ®; and @,
are the values of the coating mechanical loss angle parallel and orthogonal to the coating
surface. They depend on the thicknesses, mechanical losses and on the Young’s modulus
of both employed coating materials. To decrease the coating thermal noise, a mirror can
be cooled down to cryogenic temperatures [33], larger laser beam sizes or different beam
shapes can be employed, ([38], pp. 196 — 215), or the coating thickness can be optimized

[63].

3.2 AlGaAs coatings

An alternative approach to reduce coating Brownian noise is the use of crystalline AlGaAs
coatings. It was experimentally shown, that these coatings yield to a reduction of coat-

ing thermal noise by a factor of ten within the frequency range between 1 Hz and 100 Hz
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Corning 7980 substrate
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Figure 3.3: Design of the AlGaAs coatings with a power reflectivity of (99.96 + 0.01) %.
As shown in a.), the AlGaAs coating at 1064 nm consisted of 23.5 bilayers, made of
the high-index GaAs and the low-index Alyg,GagosAs. The quarter-wave GaAs layers
had a geometrical thickness of 76.44 nm and the quarter-wave Alj¢,GagogAs layers were
89.26 nm thick, resulting in a total coating thickness of 3.9 um. The AlGaAs coating speci-
fied for a center wavelength of 1550 nm was made of 26.5 bilayers. The quarter-wave GaAs
layers were 114.64 nm thick and the quarter-wave Alj9,GagogAs layers had a thickness of
132.25 nm. Both coatings were bonded to a Corning 7980 substrate.
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[26]. AlGaAs coatings consist of alternating quarter-wave gallium arsenide (GaAs) and
aluminum gallium arsenide (Al,Ga;_,As), layers. Here, x denotes the aluminum contribu-
tion with 0 < x < 1 and is set to 0.92 [26]. GaAs is the high-index material (ng,as = 3.48
[26]) and Alp92Gag osAs 1s the low-index material (7141 4,Gag5as = 2.977 [26]).

As shown in the next section, optical absorption of multilayer coatings is a crucial pa-
rameter in high-power laser applications like gravitational-wave detectors. Thus, the goal
of this work was to measure the optical absorption of AlGaAs coatings at 1064 nm and
1550 nm. The investigated coatings at both wavelengths had a design power reflectivity of
(99.96 = 0.01) %. The coating for the absorption measurement at 1064 nm was made of
23.5 GaAs/Aly 9, Gag psAs bilayers, resulting in a total geometrical thickness of 3.9 um (see
figure 3.3a). The AlGaAs coating specified for 1550 nm consisted of 26.5 bilayers, yielding
to a total geometrical thickness of 6.5 um (see figure 3.3b). Each coating was bonded to
a mirror substrate fabricated of Corning 7980 glass. The AlGaAs coatings had a diameter
of 8mm. The substrate had a thickness of L; = 6.35 mm and a radius of R, = 12.7 mm.
Both AlGaAs coatings were manufactured in 2014 by the company ’Crystalline Mirror
Solutions’.

3.3 Thermal effects due to coating absorption

3.3.1 Thermal effects in optical resonators

An optical two-mirror resonator, as shown in figure 3.4, consists of the mirrors M; and M,
that are separated by the geometrical distance L. In an ideal and stable resonator, the wave
front curvature of an injected Gaussian beam matches the radii of curvature of mirrors p;
and p, at their geometric positions along the optical axis. In this case, the Gaussian beam is
reflected back on itself with an inverted wavefront curvature. In order to define a stability

criterion for optical resonators, the g-parameters ([73], p. 746)

L
gr=1-— (3.2)
P1
and
L
g=1-— (3.3)
P2

are used. An optical resonator is stable, if the g-parameters satisfy ([73], p. 747)

0<gig2=<1. (3.4
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The resonator waist size wy as well as the waist sizes w; and w, at the mirror positions z;

and z, are defined with the g-parameters ([73], p. 747)

172

LA (1- )

wo = | == 8182 8182 _ (3.5)
T N (g1 +8—2g18)

I 5 12

=|— | — 3.6

e (Jr Vgl(l—glgz)) -0
LA 3 112

=|— | —— 3.7

"2 ( n \g- 8182)) G

& -g1)
71 = L 3.8
: g1+8 —281% (38)
1 —
g1 ( g2) I (3.9)

P gt 2818
A change of the radii of curvature p; and p, or the geometrical mirror spacing L modifies
the g-parameters. This yields to a transformation of wy, wy, w,, z; and z, and thus, to a
change of the resonator eigenmode. Furthermore, the g-parameters determine the Guoy
phase shift of the different Hermite-Gaussian TEM,,, modes of the order (m,n) ([73], p.
762)

Yooy = (n+m+ 1)cos™ (1/g182) (3.10)

within one FSR and thus, the mode spacing of an optical resonator.

Now, thermal effects in an optical two-mirror resonator due to absorption of light power
taking place in the mirror coatings will be explained. The black resonator mode in figure
3.4 depicts the cold resonator eigenmode with beam waist wy ¢o1a, Where no laser light is
injected and absorbed. In the case of a circulating intra-cavity field, the mirror coatings of
M, and M, absorb a small part of the light power. The dissipated light power is transformed
into heat and transferred to the mirror substrates. Due to the Gaussian intensity distribution
of the laser beam, the resulting temperature distributions inside of the mirror substrates are
non-uniform, exhibiting a maximum at the optical axis. The induced temperature distribu-
tions result in two effects. First, they cause a non-uniform thermal expansion of the mirror
substrates. In the case of two concave mirrors, their radii of curvature are decreased, yield-
ing to an increase of the g-factors, given by equations (3.2) and (3.3). The blue resonator
mode in figure 3.4 depicts the corresponding hot resonator eigenmode. Compared to the

beam waist wy colq Of the cold resonator mode, the waist size of the hot eigenmode w hot
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is increased. Furthermore, the diameter of the resonator mode at the positions z; and z,
of the mirror surfaces, determined by equations (3.6) and (3.10), is decreased ([17], pp.
145 —147). Second, the non-uniform temperature distribution inside of the substrate of the
in-coupling mirror M; will result in an index of refraction gradient because of g = dn/dT.
The laser beam coupled into the resonator has to pass the mirror substrate M; and gets
dephased by the refractive index profile. The temperature rise and thus, the refractive in-
dex change has its maximum value at the optical axis for positive 5. Consequently, the
phase delay peaks at the optical axis, and drops at the outer regions (in radial direction)
[92]. Thus, the refractive index gradient can approximately be modeled by a spherical lens
which alters the spatial shape of the in-coupled laser mode. This process is called thermal
lensing and is illustrated by the red resonator mode in figure 3.4. The spatial shape of the
incoming Gaussian laser beam propagating through the thermal lens is altered and does
not match the resonator eigenmode anymore. Consequently, a (small) part of the incom-
ing light is scattered from the fundamental TEM, mode into higher-order modes. These
higher-order modes are reflected off the resonator, decreasing the power coupling of the

incident laser beam into the resonator ([15], pp. 267 — 268).

3.3.2 Thermal effects in gravitational wave detectors

In Advanced LIGO, the light power stored in the arm cavities will reach up to 800 kW
[23] at full design power. Because of the non-vanishing coating absorptions of the ITMs
and ETMs (see figure 3.2), a part of the circulating light power will be absorbed. Thus,
thermal expansion changes the radii of curvature of the ITM and ETM substrates, resulting
in altered cavity modes of both arm resonators. The induced thermal lenses in both ITM
substrates have the strongest effect on the interferometer operation. They modity the spa-
tial shape of the laser beam injected into the arm resonators and thus, the power coupling
between the power-recycling cavity and the arm resonators is decreased. This reduces the
light power circulating inside of the arm resonators and consequently also the detector sen-
sitivity. Different thermally-induced wave-front deformations of the laser beams returning
from the interferometer arms also reduce the interference contrast at the beam splitter and a
part of the light leaves the interferometer in direction of the dark (south) port and is lost. To
control thermal effects, gravitational-wave detectors like Advanced LIGO employ thermal

compensation systems [10, 64].
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Figure 3.4: Thermally-induced changes of an optical two-mirror resonator. The black res-
onator eigenmode depicts the "cold’ case, where no light is injected into the resonator. The
corresponding beam waist is called wy coq- The blue resonator mode illustrates the “hot’
case, where laser light is circulating inside the resonator. A small part of the intra-cavity
power gets absorbed by the coatings of M; and M, and is transformed into heat, which
is conducted to the mirror substrates. Due to thermal expansion, the radii of curvature of
both mirrors are decreased, resulting in the blue resonator mode. The latter exhibits an
increased waist size wy ho. The largest thermal aberration is caused by thermal lensing
inside of the substrate of M;. The non-uniform temperature distribution in M; yields to
an index of refraction gradient, which has the same effect as a spherical lens. Thus, the
in-coupled laser mode is changed, which is illustrated by the red graph. Both, thermal ex-
pansion and thermal lensing result in an increased coupling from the fundamental TEM
mode to higher-order modes and less power is coupled into the resonator. Adapted from
([17], p. 147).
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Figure 3.5: Temperature distribution and thermal expansion in the Winkler model. Coating
absorption of the laser beam with diameter 2w, yields to a hemispherical temperature gra-
dient inside of the mirror substrate. Thermal expansion induces the mirror curvature depth
change dste. Adapted from [92].

3.4 Calculation of the temperature profile and the thermally-
induced optical path length change

3.4.1 The Winkler model

A simple analytical estimation of the temperature rise due to coating absorption and the
resulting optical path length change in the mirror substrate is given by the Winkler model
[92]. As shown in figure 3.5, a laser beam with radius wy impinges on the mirror coating
and a small part of the light power is absorbed and transformed into heat. The heat is
transported from the reflection spot via heat conduction. The heated volume inside of
the mirror substrate is approximated by a hemisphere with radius w, around the reflection
spot. The largest temperature gradient is located within this hemisphere. The resulting
temperature difference between the center and the outer parts of the hemisphere at wy is

given by [92]

P,
2n kthW() ’

oT (3.11)

where P, is the absorbed light power and ky, is the heat conductivity of the substrate ma-
terial. Increasing absorption as well as a smaller beam radius yield to a larger temperature
increase. Due to the coefficient of thermal expansion, ay,, the heated mirror expands, re-
sulting in a change dstg of the curvature depth of the mirror which can be estimated as
[92]

P,. (3.12)
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Figure 3.6: Geometry in the Hello and Vinet model. A laser beam with Gaussian inten-
sity distribution impinges onto a mirror coating and a small part of the light power gets
absorbed. The mirror substrate has the thickness /4 and the radius a and looses heat by
thermal radiation. Adapted from ([20], p. 18), [40].

The wavefront curvature of a beam transmitted through the heated substrate is deformed by
thermal lensing. The optical path length difference (OPD) between the center and the outer
parts of the heated hemisphere is [92]

Py, 3.13
47Tkth ( )

where § = dn/dT is the thermorefractive coefficient.

6STR ~

A more accurate computation of thermally-induced distortions, taking into account the non-
uniform intensity distribution of a Gaussian beam, is provided by the model from Hello and

Vinet, which is presented in the next section.

3.4.2 The Hello & Vinet model

A comprehensive analytical model for the calculation of the non-uniform temperature dis-
tribution inside of the mirror substrate, induced by coating absorption of a Gaussian laser
beam, is provided by Hello and Vinet [40]. As depicted in figure 3.6, the mirror substrate
is described by a cylinder located at the radial coordinates O < r < a and the axial coor-
dinates —h/2 < z < h/2. Because the coating is much thinner than the mirror substrate,
it is treated as an inward heat flux, applied at z = —h/2, and its material parameters are
neglected. Therefore, the computation of the temperature distribution only depends on the

substrate material parameters.
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The heat equation describing the time evolution of the temperature field 7(r, z, 7) is ([24],
p. 286)

0T (r,z,1)
Cow—————
p ot
where p is the density, c,, the specific heat and ky, the thermal conductivity of the mirror

— knAT(r,2,1) = p(r,2,0), (3.14)

substrate material. p(r, z, f) describes an internal heat source inside of the mirror substrate.
z 1s the longitudinal coordinate and r the distance from the optical axis. For the stationary
case where no internal heat source exists, equation (3.14) becomes the Laplace equation
”? 10 &

— +——+—|T(r,2) =0, 3.15
or*  ror 972 (r2) 3-15)

which can be solved by the function ([24], p. 289)

AT(r,2) = (

T(r,z) = Jo(mr) (Ae™ + Be™™). (3.16)

m, A and B are constants and Jj is the zero-order Bessel function. In the steady state, the
mirror substrate looses its heat to the environment by surface radiation. The surface heat
loss is described by ([24], p. 287)

F =0 [T*-T;l, (3.17)

where 0. = eosp is the emissivity-corrected Stefan Boltzmann constant. € is the emissivity
and osp is the Stefan Boltzmann constant. 7 is the temperature of the substrate and 7 the
temperature of the environment. In the case of low absorption, the temperature increase in
the mirror substrate is very small, 67 = T — Ty < T\, and equation (3.17) can be linearized

and becomes

F = 40 T36T. (3.18)

The boundary condition at z = —h/2 is ([24], p. 288)

oT
—ktha—(r, ~h/2) = =40 T;T(r,—h/2) + a I(r). (3.19)

Z
The product a I(r) is the dissipated light power in the coating, . is the coating absorption
coeflicient and —40'ch T (r,—h/2) the radiative heat loss in —z direction. I(r) is the intensity

distribution of the fundamental TEM, mode [40]

I(r) = 2—P exp(_—zr). (3.20)
b/ w,



Here, P is the power of the impinging laser beam and wy is its waist size. The boundary
conditions at z = h/2 and r = a, which only describe radiative heat losses, are ([24], pp.
287 — 288)

T
—ktha—(r, h/2) = 40 T T(r, h/2) (3.21)
Z

and

oT
—ktha—(a, 2) = 40.T3T(a,2). (3.22)
Z

To obtain the value m, the solution (3.16) is inserted into boundary condition (3.22), leading

to

kwmJ (ma) = 4o . T3 Jo(ma), (3.23)

where J; is the first-order Bessel function. With the reduced radiation constant y, =
40'CTga/kﬂ1 and { = ma, equation (3.23) becomes ([24], p. 289)

N — x:Jo() = 0, (3.24)

which has an infinite and discrete number of solutions, given as {{;; j = 1,2, ...}. Thus, the

values m become m; = {;/a and equation (3.16) can be rewritten as the sum

T(r,7) = Z (A" + Bje™) Jo(m;r). (3.25)
J
The orthogonal and complete functions {Jo(m;r/a); j = 1,2, ...} form a basis and have the
normalization constants
272
cj= ! - (3.26)
(2 + 22)Jo(£))

Furthermore, the laser intensity /(r) can be expanded in the {Jo(mr/a)} basis

1) = )" piJo(myr/a), (3.27)

j=0
where the coefficients p; are given by
P& (wig
= — X .
7@ (@ + I | 8
Inserting the equations (3.27) and (3.25) into the boundary conditions (3.19) and (3.21) and

Dj (3.28)

defining I'; = exp(—{ h/ 2a) leads to the linear system of equations
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(&= xoT3A; = (& + x:)B; = - T (3.29)
t
(& +x0)A; = (& —x)T3B; = 0. (3.30)
From this system, the amplitudes A; and B; of the temperature distribution (3.25) are com-
puted to
a.pja (& —x0)
A= k—f exp(-34;h/2a) —— = (3.31)
rh (& +x:) = (& = xo) exp(-2¢,h/a)
and
agp;a ({ +Xr)
B; = ———exp(~{;h/2a) L~ : (3.32)
t (& +x:)’ = (& = x2)” exp(=2¢h/a)

With (3.31) and (3.32), equation (3.25) finally becomes ([24], p. 290)

T(ro)= Y a‘;{i I exp(~Zih/2a)x
J

(¢ = xe)exp(=¢j(h — 2)/a) + (&; + x:) exp(~L 52/ a)
(& + X0 = (& = x) exp(=2¢h/a)

Jo(m;r). (3.33)

Equation (3.33) describes the temperature distribution inside of a cylindrical mirror sub-

strate in the steady state that is caused by coating absorption.

3.5 Measurement method and data analysis

In our measurement method [77], high laser powers are used to determine small coating
absorptions. The coating under investigation is used as the in-coupling mirror M; of an
optical resonator with a large power build up. The resonator’s round-trip length is exter-
nally modulated with a piezo-actuator (PZT), which periodically changes the position of
the end mirror M,. The corresponding round-trip phase change ¢ (¢) can either be positive
or negative. When the round-trip length is altered and the cavity resonance is approached,
the intra-cavity power increases and both mirror coatings start to absorb a small part of the
circulating light power. The heat is transferred to the mirror substrates. This results in a
time-dependent temperature profile in the substrate of the in-coupling mirror M;, which
has two consequences. First, due to the non-vanishing and positive coefficient of thermal

expansion ay,, both mirrors expand into the cavity. This effect is denoted by the dashed
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lines in figure 3.7. Because the mirrors are clamped to an aluminum spacer, this results in
a reduction of the cavity round-trip length or the cavity round-trip phase ®c,, (¢), respec-
tively. The second effect is related to the in-coupled laser beam, which propagates through
the in-coupling mirror into the resonator. The time-dependent temperature profile in mirror
M, leads to an increase of the optical path length due to thermal expansion and because
of a non-vanishing and positive thermorefractive coeflicient dn/d7T. Thus, the in-coupled
beam propagating through M; is delayed by a time-dependent phase ®;,(¢) with respect
to the field, circulating inside of the resonator. From the in-coupled beams point of view,
the phase delay corresponds to a mirror M; that is moving farther away. This effect cor-
responds to a thermally-induced shortening of the resonator round-trip length, leading to
a resonance peak deformation [77]. The phase delay due to dn/dT is only caused by the
in-coupling mirror M;, while the phase shift due to thermal expansion is caused by both
mirrors. An optical path length change due to substrate absorption in M; is negligible,
because on resonance, the light power outside of the resonator is small compared to the
intra-cavity power.

For an absorption measurement, the cavity round-trip length is externally altered by a PZT.
Because of (ay, + dn/dT) > 0, the in-coupled light is delayed and the detected resonance
peaks show a hysteresis. This is depicted in figure 3.8 for simulated resonance peaks in
reflection of an optical resonator. External lengthening of the resonator round-trip length
(blue graph) results in a larger width compared to a normal resonance peak without absorp-
tion (black dashed graph). External shortening of the resonator round-trip length results
in a smaller width of the resonance peak (red graph). These thermally-induced resonance
peak deformations are also called thermal Kerr effect. The resonance peaks in reflection
of the resonator are detected with a photo-diode for both scan directions. They are nu-
merically fitted with the program TkSim, which varies the power reflectivities Ry, R, and
the coating absorption coefficient ¢ to minimize the deviation between the measured and
the simulated data in order to gain a fit. 1?2 denotes the effective reflectivity of mirror M,
that includes all resonator round-trip losses except of the transmission of M;. TkSim was
written by Nico Lastzka ([S0], pp. 69 —-91) and is based on the theory from Hello and Vinet
which was introduced in section 3.4.2 for the stationary case. However, in our measure-
ment method, the cavity resonance was scanned in hundreds of micro-seconds which is far
away from the steady state. Therefore, TkSim starts with an arbitrary resonator detuning
and the steady state solution of the temperature field, given by equation (3.33), to obtain the
time-dependent temperature distribution 7'(z, r, z) with the theory shown in [40, 62]. After
each round-trip, the program calculates the intra-cavity as well as the reflected field, which
have both gained the thermal phase ([50], p. 76)

81



PZT '—

I | |«<—>

(Din(t) chav(t)/2 5(t)/2

Figure 3.7: Photothermal-self-phase modulation technique. Laser light is injected into
a two-mirror resonator, while its round-trip length is periodically scanned by the piezo-
actuated mirror M,. This results in a round-trip phase change of d(7). If the resonance is
approached, the circulating power starts to build up and both coatings on the mirrors M; and
M, start to absorb a small part of the light power. Both mirror substrates are heated locally
and non-uniformly. Due to the thermal expansion (illustrated by the black dashed lines) of
both mirrors, the resonator round-trip length is decreased. Additionally, the temperature-
induced and time-dependent refractive index change in M; causes a phase delay ®;,(7) of
the in-coupled beam. Adapted from [51].
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Figure 3.8: Simulated thermal deformation of the resonance peaks in reflection of an optical
resonator. A non-vanishing absorption of laser power in the dielectric mirror coatings re-
sults in thermal expansion of both mirror substrates and thus, in a decrease of the resonator
round-trip length. External lengthening of the round-trip length leads to a resonance peak
with an increased width (blue graph). External shortening of the resonator round-trip length
results in a faster resonance scan and thus, in a peak with a reduced width (red curve). For
comparison, the dashed black graph depicts the case without coating absorption.

2ndn (2

TkSim evaluates the thermal phase @y, at the optical axis, where r = 0.

[T(t,r,2) — Tpldz. (3.34)

th =

3.6 Design of the two-mirror resonator

The optical resonator that was used to measure the absorption of the AlGaAs coatings
consisted of the plane in-coupling mirror M; and the second mirror M,, which had a radii
of curvature of 1.0 m. The geometrical spacing between both mirrors was 9 mm, resulting in
a stable resonator (g;g> = 0.991) with a FSR of 16.655 GHz. The design power reflectivity
of the AlGaAs coatings at 1064 nm and 1550 nm was (99.96 + 0.01) %. The coating of the
second mirror was a dielectric multilayer coating made of silica and tantalum pentoxide
and had a power reflectivity of about R, = 99.97 % at both wavelengths. Thus, the FWHM
design value was 2 MHz, leading to a finesse of 8975. Both mirrors were clamped to
an aluminum spacer. A PZT between the spacer and mirror M, was used to change the
resonator round-trip length. The resonator beam waist wy at 1064 nm was 150 um and
181 um at 1550 nm.
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Figure 3.9: Schematic of the experimental setup for measuring the optical power absorption
of the AlGaAs coatings. Excess circular polarization of the laser light was corrected with a
quarter-wave plate and a half-wave plate accurately defined the light’s polarization before
entering EOM;. A three-mirror mode-cleaner resonator, which was length-stabilized with
the PDH-technique to be resonant for the incoming laser light, provided a temporal and
spatially cleaned TEM, mode. The length of the resonator containing the AlIGaAs coating
was periodically altered with a piezo-actuated end mirror and a function generator. Incom-
ing and reflected beam were spatially separated with a Faraday isolator and the resonance
peaks in reflection of the resonator were measured with PD,. The combination of EOM,
and PD, yielded an out-of-phase PDH-error signal, which was used for the calibration of
the time axis of the detected resonance peaks.
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3.7 Experimental setup

A schematic of the experimental setup for measuring the coating absorption of the AlGaAs
coatings is shown in figure 3.9. The laser light (1064 nm or 1550 nm) was corrected for
residual circular polarization with a quarter-wave plate. A half-wave plate properly de-
fined the polarization of the light before passing through EOM;, which imprinted phase
modulated sidebands at a frequency of 100 MHz. These sidebands were used to stabi-
lize the length of a three-mirror mode-cleaner ring resonator on resonance by using the
Pound-Drever-Hall technique [29]. The mode-cleaner resonator provided a spatially and
temporally filtered TEM, laser mode. EOM, imprinted phase-modulated sidebands at a
frequency of 24 MHz onto the laser light, which served as frequency markers for the ab-
sorption measurements, where they were used for the calibration of the time axis of the
detected resonance peaks. The resonator used for the coating absorption measurements
was formed by the mirrors M; and M,. The AlGaAs coating was applied on the plane in-
coupling mirror M;. To measure the resonance peaks in reflection with photo diode PD,
the resonator round-trip length was periodically changed by applying a triangular-wave
voltage to the piezo-actuated mirror M,. To avoid any nonlinearities of the PZT, only a
small part of the resonator’s FSR was scanned and the measured resonance peak was kept
away from the turning points of the triangular-wave voltage. The voltage was provided
by a function generator. Incoming and reflected light beam were separated with a faraday

isolator.

3.8 Important input parameters of the time-domain sim-
ulation TkSim

The computation of the temperature profile in TkSim only depends on the substrate mate-
rial (Corning 7980) parameters, while the material parameters of the um thick coating are
neglected ([50], p. 71), ([75], pp. 28—29). This assumption holds for dielectric mirror coat-
ings, which are made of silica and tantalum pentoxide, as pointed out by table 3.1 where
the most important input parameters for TkSim are listed. Compared to TaOs, the thermal
conductivity kg of Corning 7980 is a factor of 2.3 larger. The parameter, which dominates
the thermal phase shift, is the thermorefractive coefficient dn/dT. As shown in table 3.1,
Corning 7980 has a larger dn/dT than TaOs. This is also true for the coefficient of thermal
expansion, ay. Thus, the above assumption of neglecting the coating material parameters
is valid. This changes when multilayer coatings made of GaAs and Alj9,GagogAs on top

of a Corning 7980 mirror substrate are used.
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Corning 7980 | SiO, Ta, 05 GaAs/Alyg,GagogAs
ko [W/mK] | 1.38 [54] 1.38 [54] 0.6 [35] 63.0
cw [J/kgK] 703 [54] 703 [54] 306 [35] 389.27
o [kg/m’] 2203 [54] 2203 [54] 6850 [35] 4546.72
dn/dT [1/K] | 8.6-107°[28] | 8.6-107°[28] | 2.3-107°[35] | 2.66-10~*
am [1/K] 52-1077[25] | 52-1077[25] | 3.6-10°[35] | 5.47-10°

Table 3.1: List of the important material input parameters for TkSim for fused sil-
ica, silica (S10;), tantalum pentoxide (TaOs) and GaAs/Alyg,GagosAs. The presented
GaAs/Aly9,GagggAs parameters are calculated in appendix C. kg, ¢y, and p are used to
compute the temperature profile in the in-coupling mirror M; and dn/dT and ay, are the pa-
rameters which determine the thermally-induced phase shift. In this table, dn/dT is shown
for the wavelength of 1064 nm. Please note that Coning 7980 and Si0O, are the same materi-
als. They are shown in two separate columns to differentiate between coating and substrate
parameters.

The last column in table 3.1 displays the material parameters for the AlGaAs coating at
1064 nm, which was investigated in this work (see appendix C.1 for the parameter cal-
culation). First, the thermal conductivity of the AlGaAs coating is about 46 times larger
than the one of Corning 7980. Consequently, the AlGaAs coating first spreads the heat in
radial direction, leading to an effective temperature reduction along the optical axis (the
z-direction in cylindrical coordinates). TkSim evaluates the temperature and the thermal
phase shift inside of the mirror substrate along the optical axis at » = 0 in order to determine
the coating absorption. Thus, to model the effect of the AlGaAs coating, the laser power in
TkSim needs to be reduced. Secondly, the thermorefractive coefficient of AlGaAs is about
31 times larger than the dn/dT of Corning 7980. Furthermore, the coefficient of thermal
expansion of AlGaAs is a factor 10.5 larger than ay, from Corning 7980. Thus, in the case
of a non-vanishing absorption @, the coating dn/dT and ay, contribute to the thermally-
induced time-dependent phase shift during a resonance scan and cannot be neglected. The
complete input parameter list of TkSim is shown in appendix B.

To investigate the AlGaAs coating induced temperature reduction along the optical axis
inside of the Corning 7980 mirror substrate as well as the weighting between coating and
substrate material parameters, the method of finite element analysis (FEA) was used. Since
the thermorefractive and the thermoelastic coefficient are the material parameters in TkSim
which determine the optical coating absorption, the parameter-weighting only applies to
them. The effect of the coating density, specific heat and thermal conductivity is modeled
by the reduction of the laser power in TkSim. In this thesis, FEA calculations were carried

out with the program COMSOL Multiphysics, version 5.2a.
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Mesh refinement to ensure a properly resolved inward heat flux

Mesh refinement for a smooth transition between the fine meshed coating
and the coarser meshed substrate

Figure 3.10: COMSOL model for the numerical simulation of the AlGaAs coating on top
of the Corning 7980 substrate. The mirror substrate was represented by a cylinder with a
radius of 2 mm and a thickness of 0.65 mm. The coating on top of the substrate was mod-
eled as a cylinder with a radius of 2 mm and a thickness of 3.9 um (1064 nm) and 6.5 um
(1550 nm), respectively. The mesh was locally refined to guarantee a smooth transition
from the fine meshed coating to the coarser meshed substrate. To resolve the inward heat
flux representing the laser beam which had a beam waist size of 150 um (1064 nm) and
181 um (1550 nm), respectively, the mesh in the center of the coating was refined with
elements which had a maximum length of 75 ym.
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Figure 3.11: Comparison between the analytical model by Hello and Vinet, computed with
TkSim (solid red line), and COMSOL (blue crosses). For the comparison both, the coating
and the substrate parameters of the COMSOL model were set to the parameters of Corning
7980. The same time-dependent Lorentzian function and the same heat power were applied
in TkSim and in COMSOL. Each program simulated the transient temperature profile and
the corresponding thermally-induced phase shifts were computed, using equation (3.34).
Both results were in excellent agreement.

3.9 The finite element model

The method of FEA can be used to calculate complex mechanical, thermal or electrical
problems, which cannot be solved analytically. In a FEA, first, the geometry is defined and
the component under investigation is divided into small elements. In the three-dimensional
case, these elements have typically tetrahedral or cubic shape. Then, the material param-
eters are assigned and loads and boundary conditions are defined and the problem is nu-
merically solved. In this work, FEA is used to simulate the transient heating process of an
AlGaAs coating on top of a Corning 7980 substrate.

Because the resonance scans during the measurements were carried out in hundreds of
microseconds and thus, the heating process of mirror M; was far away from the steady
state, it was sufficient to simulate a small section of the Corning 7980 mirror substrate with
the AlGaAs coating on top in order to reduce the computation time. The mirror substrate
was represented by a cylinder with a diameter of 2 mm and a thickness of 0.65 mm. The
AlGaAs coating was designed as a cylinder with a diameter of 2mm and a thickness of
3.9 um (1064 nm) and 6.5 um (1550 nm), respectively. The product of a spatially Gaussian-
shaped inward heat flux and a time-dependent normalized Lorentzian-shaped resonance
peak L(?)
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H(t,r)=

_ 2
2PrnaxL(t) exp( r ) (335)

2
0

was applied to the AlGaAs coating to simulate the transient heating process during a reso-
nance scan. Here Py, 1s the maximum power of the Gaussian-shaped inward heat flux and
wy 1s its radius, corresponding to the waist size of the laser beam. Note that equation (3.35)
is only a slight variation of equation (3.20) with an added time-dependence. Both, coating
and substrate lost heat due to thermal surface radiation. The mesh of the COMSOL model,
which is shown in figure 3.10, was carefully refined to guarantee a smooth transition from
the fine meshed coating to the coarser meshed mirror substrate. To resolve the laser beam
with diameter of 300 um, the center area of the coating consisted of mesh elements with
a maximum length of 75 um. Local mesh refinements were performed and convergence
was achieved. Furthermore, an appropriate time-discretization in COMSOL was chosen to
properly resolve the transient heating process. To compare the COMSOL model to the the-
ory of Hello and Vinet, the material parameters of the coating and the substrate were both
set to the parameters of Corning 7980. The inward heat flux with the same time-dependent
Lorentzian function and the same power was applied in COMSOL and TkSim. For both
programs, the time-dependent temperature profiles were simulated and the corresponding
thermally-induced phase shifts were calculated with equation (3.34). Figure 3.11 shows
the comparison between the Hello and Vinet Model, calculated with TkSim, and the COM-
SOL model. For the same material parameters and the same inward heat flux, TkSim and

COMSOL showed an excellent agreement.

3.10 Data evaluation method with TkSim and COMSOL

As emphasized in section 3.8, the coating material parameters cannot be neglected in Tk-
Sim, when the absorption of AlGaAs coatings is investigated. In this section, a method for
obtaining the right parameter-weighting between coating (AlGaAs) and substrate (Corning
7980) parameters is introduced. With this method, also the laser power reduction factors
for TkSim were obtained (see figure 3.13).

For each scan frequency, the cavity resonance peaks in reflection were measured with a
photo diode for external shortening and for external lengthening of the resonator round-
trip length. Only small thermally-induced resonance peak deformations were observed.
Consequently, also the difference in the observed deformation between the resonance peak
recorded for external shortening and the resonance peak detected for external lengthening,
was small. Because of that, simply the resonance peak, measured for external lengthening,

was chosen to evaluate the laser power reduction in direction of the optical axis as well as
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Figure 3.12: Normalized intra-cavity power and normalized thermal phase shift. The
COMSOL simulations were evaluated at the time which corresponded to the maximum
intra-cavity power (red curve). Here, the thermally-induced phase shift (blue graph) has its
maximum slope.

the weighting between coating and substrate material parameters. The evaluation process

consisted of three steps:

1. The recorded resonance peak for external resonator round-trip lengthening was fitted
and the corresponding intra-cavity power was extracted and normalized. For the
further data evaluation, the time corresponding to the maximum intra-cavity power
was chosen, as depicted in figure 3.12 by the black arrow. At this point in time, the

thermal phase shift, given by equation (3.34), has its maximum slope.

2. The factor which determined how much the laser power in TkSim needed to be re-
duced was determined by three COMSOL simulations. For the first simulation, both,
the coating and the substrate parameters were set to Corning 7980 and a certain heat
power Pp,,x was used for the inward heat flux. The temperature distribution was eval-
uated at the time, corresponding to the maximum intra-cavity power. This is depicted
by the black graph in figure 3.13, which shows the temperature inside of the coating
and of the mirror substrate along the z-axis. In this figure, the mirror coating is local-
ized between z = 6.3539 mm and z = 6.35 mm (corresponding to the dimensions of
the AlGaAs coating specified at 1064 nm). The mirror substrate is localized between
at z = Omm and z = 6.35 mm. The transition between substrate and coating is illus-
trated by the black dashed line. The blue dashed line marks the middle of the coating
at z = 6.35195 mm.
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After that, the coating parameters were set to AlGaAs while the substrate parameters
were kept as Corning 7980. A second COMSOL simulation was performed, using
the same power P, as in the first simulation, leading to the blue curve in figure
3.13. As expected, the AlGaAs coating reduced the temperature in z-direction inside
of the Corning 7980 substrate.

For the third COMSOL simulation, the coating parameters were again set to Corning
7980 and the power P, was reduced to approximate the temperature distribution
which was computed in the second simulation. The corresponding temperature pro-
file is depicted in figure 3.13 by the red graph. The red curve approximates the area
below the blue curve and thus, corresponds to the heat input into the Corning 7980

substrate, caused by the AlGaAs coating.

. To determine the parameter weighting between the AlGaAs coating parameters and
the Corning 7980 substrate parameters, the heat inputs into the coating and into the
substrate were evaluated by integrating the temperature along the z-axis. For the inte-
gration the temperature profile obtained by the COMSOL simulation for the AlIGaAs
coating on top of the Corning 7980 substrate was used. This is depicted in figure
3.14. First, the heat input inside of the AlGaAs coating was obtained by evaluating

the integral

6.3539 mm
Acoating = f [T(z,0,2) — Tyl dz. (3.36)
6.

35mm
Here the upper boundary for the integral corresponded to the 3.9 um thick AlGaAs
coating, specified for 1064 nm. For the AlGaAs coating specified for 1550 nm, the
upper limit was 6.3565 mm. In the same way, the heat input into the Corning 7980

substrate was obtained by calculating the integral

6.35 mm
Asubstrate = f [T(f, O, Z) - TO] dz. (337)
0

mm

The contribution of the coating to the material parameter weighting for TkSim was

Acoating

Ccoating = A (3.38)

coating + Asubstrate

The substrate contribution to the material parameter weighting for TkSim was given
by
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A substrate

(3.39)

Cubstrate = .
Acoating + Asubstrate

With the factors Ceoaiing and Coubgirare, the weighted thermorefractive and thermoelastic co-

efficients for TkSim were calculated as

dn dn dn
iy = L coating + Ciubstrate 7 (3.40)
dT TkSim dT AiGaas dT Corning 7980
and
ath, TkSim — Ccoatingath, AlGaAs T Csubstrateath, Corning 7980« (3 41)

In the numerical simulations performed with TkSim, only the thermal expansion of the
input-coupling mirror M; was considered and the Phi-factor that determined the number of
mirrors expanding into the cavity was set to one. Thus the thermal expansion of the second

mirror M, was added to the first mirror and equation (3.41) became

i, TkSim = Coeoating@ih, AlGaas + CsubstrateGih, Corning 7980 + Gih, Corning 7980- (3.42)

This was possible because the coating applied to the second mirror was a standard Si0,/Ta,Os
coating.
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Figure 3.13: Simulation of coating and substrate temperature distributions with COMSOL.
This plot shows a cross section of the AlGaAs coating and the Corning 7980 substrate
along the z-axis. The coating starts at z = 6.3539 mm and ends at z = 6.35 mm (marked by
the vertical dashed black line). The center of the coating is illustrated by the vertical blue
dashed line. The substrate starts at z = 6.35 mm and ends at z = 0 mm. To obtain the power
reduction factor for TkSim, three COMSOL simulations were performed. The black curve
depicts a COMSOL simulation, where the coating and the substrate material parameters
were set to Corning 7980. For the generation of the blue graph, the coating parameters
were set to AlGaAs. Due to its large thermal conductivity, the AlGaAs coating first spreads
the heat in radial direction. Thus, the temperature in z-direction is reduced. To model this
effect, the coating material parameters were again set to Corning 7980 and the power of the
inward heat flux was reduced, resulting in the red curve. The red curve approximates the
area below the blue curve and thus, the heat input caused by the AlIGaAs coating into the
Corning 7980 substrate.
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Figure 3.14: Determination of the heat input for the AlGaAs coating and the Corning 7980
substrate. The heat input into the coating is determined by the area Acoaing and the heat
input inside of the substrate is given by Agypsirate- The temperature distribution is the same
as in figure 3.13, where it was named *AlGaAs and Corning 7980°.

3.11 Results at 1064 nm

First, a series of measurements using 82 mW input power and scan frequencies between
23 Hz and 31 Hz was recorded (plot a. in figure 3.15), yielding to scans of the cavity res-
onance within times between 600 us and 460 us. With subsequent COMSOL simulations,
the effect of the AlGaAs coating was investigated. From the finite element simulations it
was inferred, that the factors by which the laser power in TkSim has to be reduced were be-
tween 0.653 and 0.66. Furthermore, the COMSOL simulations determined the weighting of
the coating and the substrate thermorefractive and thermoelastic coefficients. The weight-
ing factors were within the intervals of 0.33 < Ceoaiing < 0.36 and 0.64 < Cgypsirae < 0.67.
Then, each measurement was processed with TkSim. The program varied the quantities
Ry, Ez and ac in order to obtain a numerical fit. The average values of the power reflectiv-
ities were R; =~ 99.9529 % and I?z ~ 99.9745 %. The inferred mean value of the coating
absorption coefficient was a¢c = (0.39 + 0.01) ppm.

A second series of measurements was performed with an input power of 163 mW and
scan frequencies between 19 Hz and 38 Hz (plot b. in figure 3.15). This resulted in reso-
nance scans with a minimal time of 400 us and a maximal time of 800 us. With COM-
SOL, the inferred power reduction factors were between 0.65 and 0.663. The derived

factors for coating and substrate parameter weighting were within the intervals 0.31 <
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Figure 3.15: AlGaAs coating absorption measurements at 1064 nm. Plot a.) depicts the
coating absorption measurements (blue dots) that were performed with an input power of
82mW and scan frequencies between 23 Hz and 31 Hz. The obtained average value was
ac = (0.39 £ 0.01) ppm, which is illustrated by the solid blue line. The dashed blue lines
represent the standard deviation. Plot b.) shows the coating absorption measurements, car-
ried out with an input power of 163 mW. The used scan frequencies were between 19 Hz
and 38 Hz. A mean coating absorption of ac = (0.36 + 0.02) ppm was computed, visual-
ized by the solid red line. The dashed red lines represent the standard deviation. From both
measurements, a mean absorption of ac, 1064nm = (0.38 £ 0.02) ppm was calculated.
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Figure 3.16: Measured and fitted resonance peaks in reflection at 1064 nm. During this
measurement, an input power of 163 mW and a scan frequency of 19 Hz was used. A
COMSOL simulation yielded a laser power reduction factor of 0.65. Thus, the y-axis is
rescaled to a maximum reflected power of 0.1 mW. The blue crosses, correspond to the
recorded resonance peak for external shortening of the resonator round-trip length and
the solid blue line shows the numerical fit. The orange crosses represent the measured
resonance peak for external lengthening of the round-trip length while the solid orange line
depicts the corresponding numerical fit.

Ceoating < 0.385 and 0.615 < Cypgyrae < 0.69. Again, each measurement was numeri-
cally fitted with TkSim, yielding the power reflectivities R; = (99.9529 + 0.0002) % and
R> = (99.9749 + 0.0001) %. The inferred coating absorption was ac = (0.36 + 0.02) ppm.
Thus, the overall obtained coating absorption at a wavelength of 1064 nm was

QC,1064nm = (038 +0.02) ppm.

The calculated finesse of the resonator was F = (8678 +21) and it had a linewidth of
(1.92 + 0.02) MHz.

An example of a numerical fit is shown in figure 3.16 for a measurement with an input
power of 163 mW and a scan frequency of 19 Hz. The detected resonance peak for external
lengthening of the resonator round-trip length is depicted by the orange crosses and the

corresponding numerical fit is given by the solid red line. The measured resonance peak for
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Figure 3.17: AlGaAs coating absorption measurements at 1550 nm. The upper blue plot a.)
shows the coating absorption measurements (blue dots) that were performed with an input
power of 80 mW and scan frequencies between 24 Hz and 34 Hz. The obtained average
value was ac = (0.67 £ 0.03) ppm, which is illustrated by the solid blue line. The dashed
blue lines represent the standard deviation. The lower red plot b.) shows the coating absorp-
tion measurements, carried out with an input power of 141 mW. The used scan frequencies
were between 32 Hz and 50 Hz. A mean coating absorption of @¢ = (0.62 £ 0.01) ppm was
computed, visualized by the solid red line. The dashed red lines represent the standard de-
viation. From both measurements, an average absorption of @c, 1550nm = (0.65 £ 0.02) ppm
was calculated.

external resonator round-trip shortening is illustrated by the blue crosses and the numerical
fit by the solid blue line.

3.12 Results at 1550 nm

The first series of measurements at 1550 nm was performed with an input power of 80 mW
and scan frequencies between 24 Hz and 34 Hz. This resulted in cavity resonance scans
between 1200 us and 800 us. With COMSOL, the weighting factors for the calculation of
the coating and the substrate parameters were within the intervals of 0.39 < Ceoaing < 0.43
and 0.57 < Cgupsirae < 0.61. For a scan frequency of 1200 us, the coating contribution had

its maximum value of Ceaing = 0.43. The coating contribution decreased for slower scan
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frequencies. The inferred power reduction factors were between 0.61 and 0.62. For each
measurement, a numerical fit with TkSim was obtained, yielding the average power reflec-
tivities of R; = (99.9637 + 0.0002) % and 17(’12 =(99.9699 + 0.0001) % and a mean coating
absorption of ac = (0.67 + 0.03) ppm.

The second series of measurements was carried out with a laser input power of 141 mW
and scan frequencies between 32 Hz and 50 Hz, yielding to resonance scanning times be-
tween 900 us and 600 us. With COMSOL simulations, laser power reduction factors be-
tween 0.62 and 0.64 were derived. The inferred factors determining the weighting of
coating and substrate parameters were within the intervals of 0.42 < Ceoaing < 0.46 and
0.54 < Cypsprate < 0.58. Subsequent numerical fits with TkSim resulted in the mean power
reflectivities of R; = (99.9632 + 0.0002) % and E =(99.9709 + 0.0001) %. The obtained
coating absorption was a¢c = (0.62 + 0.01) ppm. Thus, the overall coating absorption at

1550 nm was calculated to

ac,1550nm = (0.65 £ 0.02) ppm.

The FWHM of the used resonator was computed to (1.75 + 0.03) MHz and its finesse was
F = (9508 + 28).

3.13 Summary and conclusion

In this chapter, absorption measurements on AlGaAs coatings at 1064 nm and 1550 nm,
performed with the photothermal self-phase-modulation technique, were presented. Due
to the large thermal conductivity of AlGaAs, finite element simulations with COMSOL
Multiphysics were performed to investigate the effect of the AlGaAs coating on the tem-
perature distribution inside of the Corning 7980 substrate. The obtained result was, that the
AlGaAs coating led to a decreased heat flux in direction of the optical axis. Furthermore,
the thermorefractive coefficient of AlGaAs is about 31 times larger than the one of Corning
7980 and the thermoelastic coefficient of AlGaAs is a factor of 10.5 larger. Thus, these
coating parameters needed to be included in the numerical fits which were performed with
TkSim. By means of further COMSOL simulations, weighting factors for the thermore-
fractive and thermoelastic coefficients of AlGaAs and Corning 7980 were derived. The
coating contribution at 1064 nm to the parameter weighting was between 31 % and 38 %.
The AlGaAs coating caused a reduction of the inward heat flux into the substrate by factors
between 0.61 and 0.65. At 1550 nm, the coating contribution to the material parameters
was between 39 % and 46 %. Furthermore, the AlGaAs coating led to a decrease of the

inward heat flux into the mirror substrate by factors between 0.61 and 0.663.
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Figure 3.18: AlGaAs resonator with silicon or sapphire substrates. By employing sub-
strate materials with a large thermal conductivity, like silicon or sapphire, the heat is faster
conducted from the coating into the substrate.

At 1064 nm, a coating absorption of ac, 1064nm = (0.38 £0.02) ppm was measured and at
1550 nm, a coating absorption of ac, 1550nm = (0.65 £ 0.02) ppm was obtained.

To validate the measured absorption coeffcient at 1064 nm, the absorption of the same Al-
GaAs coating, specified at 1064 nm, was measured by Jessica Steinlechner in Glasgow
with photothermal common-path interferometry [7], yielding a result of (3.0 + 0.5) ppm.
This result is almost a factor 8 larger than the absorption coefficient of (0.38 + 0.02) ppm,
inferred in this work. However, the reason for this deviation could not be identified.

To reduce the discrepancy between the Glasgow data and the measurements presented in
this work, the following changes are suggested. In our method, the cause for the small
obtained coating absorption coefficient was the large contribution of the thermorefractive
coeflicient of AlGaAs. At 1064 nm, its minimal contribution to the overall thermorefractive
coeflicient was 31 % and at 1550 nm, the minimal contribution was 39 %. The reason
for the large AlGaAs contribution was the integrated temperature inside of the AlGaAs
coating, performed with equation (3.36). In our case, the AlGaAs coating with a thermal
conductivity of 63 W/mK was bonded to a Corning 7980 mirror substrate with a thermal
conductivity of 1.38 W/mK. Due to the large difference in the thermal conductivities of both
materials, the heat could not be conducted quickly into the mirror substrate. To reduce the
coating contribution, a mirror substrate material with a larger thermal conductivity needs
to be chosen for future experiments. Suitable substrate materials are silicon or sapphire. At
room temperature, silicon has an average thermal conductivity of 142 W/mK ([82], p. 263)
and the one of sapphire is 46 W/mK ([82], p. 263). An optical resonator, suited for future
AlGaAs coating absorption measurements with the photothermal self-phase modulation

technique is shown in figure 3.18. The mirror substrates are either made of silicon or
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sapphire. On each substrate, an AlIGaAs coating is bonded. The optical absorption of both
AlGaAs coatings can be detected and also their scatter losses can be inferred by means of

cavity round-trip loss measurements.
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Chapter 4

Absorption measurements on sapphire
at 1064 nm

4.1 Introduction

Entanglement describes a quantum mechanical state where two (or more) precisely defined
subsystems, which can be arbitrarily far away from each other, do not have individual prop-
erties with respect to a third party. The entangled properties of the systems are however,
precisely defined with respect to each other. In the "MassQ project’, it is planned to create
and observe entanglement of the positions and momenta of two masses A and B in the
kg-regime [69]. 2008 Miiller-Ebhardt et al. [58] suggested a power-recycled Michelson
interferometer as feasible setup to produce this kind of entanglement between the inter-
ferometer end test masses. Reference [69] proposed a Michelson-Sagnac-interferometer
cooled to cryogenic temperatures as favorable topology.

One test mass candidate for the MassQ project is sapphire. Compared to fused silica,
its only advantage at 300 K is the higher thermal conductivity while other properties as
thermal expansion coefficient, thermorefractive coeflicient and mechanical loss have larger
values (see reference [82], p. 263 for details). However, this changes at cryogenic tem-
peratures. At 20 K, the thermal conductivity of sapphire has a maximum of 20000 W/mK
and decreases to 2900 W/mK at 10K. Due to the small thermorefractive coefficient of
dn/dT < 9-107 1/K at temperatures below 30 K, thermal lensing and substrate thermore-
fractive noise are strongly reduced. Furthermore, the thermal expansion of sapphire and
thus, also the thermoelastic noise is minimized at 10 K since the coefficient of thermal ex-
pansion drops to ag = 1- 107 1/K. All parameter values at cryogenic temperatures were
taken from ([82], p. 263).

To enable the cryogenic test mass cooling in MassQ, the heat generated by coating as well

as by substrate absorption of light power needs to be minimized, because the employed
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cryostat can only provide a certain amount of cooling power. The aimed substrate ab-
sorption level is below 30 ppm/cm. Thus, a first step is to find sapphire substrates and
investigate their optical absorption at 300 K.

In this chapter, absorption measurements on a 3 cm long and on a 10 cm long monolithic
sapphire resonator at 1064 nm are presented. The substrate absorption was obtained by

means of resonator round-trip loss measurements at a temperature of 300 K.

4.2 Determination of the sapphire substrate absorption at
1064 nm via cavity round-trip loss measurements

4.2.1 Experimental setup and measurement method

In this section, the cavity-based round-trip loss measurements used to derive the bulk ab-
sorption coefficient a are shown. The investigated sapphire was produced by the company
IMPEX. The loss measurements were performed on two monolithic sapphire cavities with
geometrical lengths of 3 cm and 10 cm. Both cavities were fabricated from the same ingot.
The end faces of both cavities were polished to have radii of curvature of 2 m in order to
satisfy the stability criterion described by equation (3.4). For both cavities, the in-coupling
face was coated with a power reflectivity of Ry = 99.6% and the end face with R, = 99.8%.
The coatings were manufactured and applied by LASEROPTIK. A schematic of the exper-
imental setup can be found in figure 4.1. The measurements were made with a Mephisto
Laser that was manufactured by Coherent. It radiated monochromatic continuous-wave
laser light at 1064 nm with a maximum output power of 1.2 W. At certain combinations of
pump current and laser crystal temperature, the Mephisto laser emitted two fundamental
modes at the same time. To ensure the emission of a single fundamental mode, the laser
was operated at a pump current of 2.17 A and a crystal temperature of 30.74 °C. To scan the
monolithic sapphire cavities, the frequency of the laser was changed using a function gen-
erator and a high voltage amplifier that acted on the PZT of the laser. The electro-optical
modulator (EOM) imprinted phase-modulated sidebands at a frequency of 30 MHz on the
laser light. The Faraday rotator (FR) separated incoming and reflected light and the photo
diode PD; measured the cavity resonance peaks in reflection. Together with photo diode
PD,; which had an included mixer, the EOM was used to create an out of phase Pound-
Drever-Hall [29] error signal. This error signal was used for the calibration of the time axis
of the measured resonance peaks. The photo diode PD, in transmission of the sapphire

cavity monitored the mode-matching of the laser beam to the cavity.
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Figure 4.1: Schematic of the sapphire round-trip loss measurement setup. A continuous-
wave 1064 nm laser was used to measure the round-trip losses of a monolithic sapphire
cavity. The laser frequency was changed by a combination of function generator (FG;) and
a high voltage amplifier (HV) in order to scan the cavity. Incoming and reflected laser light
were separated with a Faraday rotator (FR). Resonance peaks in reflection were measured
with PD; and numerically fitted with the program TkSim to determine the reflectivities
and calculate the round-trip losses. The combination of function generator (FG,), electro-
optical modulator (EOM) and PD; created an out of phase error signal using the Pound-
Drever-Hall technique that was used to calibrate the time axis of the measured resonance
peaks.
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To determine the cavity round-trip losses, the sapphire cavity was scanned for an increasing
and for a decreasing laser frequency. For each scan frequency, a pair of cavity resonance
peaks in reflection (one for each scan direction) was measured with photo diode PD;. For
each measurement, the pair of resonance peaks was numerically fitted with the program
Tksim ([50], pp. 69 — 91). Tksim varied the values for the mirror reflectivities R; and
R> to minimize the difference between simulated and measured data in order to gain a
fit. Here, R; is the reflectivity of the in-coupling mirror M; and R> corresponds to the
effective reflectivity of mirror M. R includes all cavity round-trip losses except of the
transmission of M;. For the round-trip loss measurement, first the reflectivity R; and the
effective reflectivity R, were determined with the program TkSim for the case where M,
was the in-coupling mirror of the sapphire cavity. In a second measurement, the sapphire
cavity was turned and the reflectivity R, and the effective reflectivity R, were measured.
The overall intra-cavity round-trip losses which were caused by absorption and scattering
of the sapphire substrate and absorption and scattering of the two coatings can be calculated

as

Lrr = |Ry —Ri| = |R, — Ry (4.1)

Note that the reflectivity without the tilde is always the one from the in-coupling mirror and

the one with the tilde is the reflectivity of the end mirror.

4.2.2 Measurements on the 3 cm sapphire cavity

First, a series of 15 measurements with scan frequencies between 35 Hz and 45 Hz was
carried out using 4 mW 1064 nm laser input power and M; as in-coupling mirror. The time
in which the full width half maximum of the cavity resonance was scanned was between
1228 us and 950 us. After numerically fitting the recorded resonance peaks in reflection,

the reflectivities and their standard deviations were calculated to

Ry = (99.626 + 0.001) % and R, = (98.095 + 0.009) %.

This is depicted in figure 4.2. The FWHM of the 3 cm long sapphire cavity was Af =
10.5 MHz and together with the FSR of 2.86 GHz, a finesse of F' = 273.4 was calculated.
Figure 4.3 shows an example of such a numerical fit. The depicted resonance peaks were
recorded for an increasing laser frequency (orange crosses) as well as for a decreasing laser
frequency (blue crosses). The solid red line represents the numerical fit with TkSim.

Then the cavity was turned and M, was treated as in-coupling mirror and a light power
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Figure 4.2: Results of the reflectivities R; and R, of the 3cm sapphire cavity. Here, mirror
M, was used as in-coupling mirror and 15 measurements were carried out, using an input
laser power of 4 mW. The dots depict single measurements at different scan frequencies,
the solid lines are the average reflectivities and the dashed lines represent the standard de-
viation. R; = (99.626 + 0.001) % (blue) and E = (98.095 + 0.009) % (red) were obtained.
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Figure 4.3: Example of in reflection measured and fitted resonance peaks. The orange
crosses correspond to a measured resonance peak, where the laser frequency was increased.
The blue crosses are related to a resonance scan, where the laser frequency was decreased.
Both resonance peaks were recorded using a laser input power of 4 mW and a scan fre-
quency of 35 Hz. The solid red line represents the numerical fit with TkSim. In this mea-
surement, mirror M; was used as in-coupling mirror.
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Figure 4.4: Results of the reflectivities R, and R, of the 3cm sapphire cavity. Here, mirror
M, was used as in-coupling mirror and 11 measurements were performed with an input
laser power of 7mW. The average reflectivities R, = (99.841 + 0.002) % (blue) and R, =
(97.876 £ 0.019) % (red) and their standard deviations are illustrated as solid lines and
dashed lines, respectively. The dots show the single measurements.

of 7mW was mode-matched into the cavity. 11 measurements with scan frequencies be-
tween 30 Hz and 40 Hz were recorded, resulting in scans over the full width half maximum

between 1140 us and 854 us. The data evaluation yielded

R, = (99.841 + 0.002) % and R, = (97.876 + 0.019) %.

The reflectivities and their standard deviations are presented in figure 4.4. The cavity round-

trip losses were computed to

Lsem 1 =R, — Ri| =1(99.626 + 0.002) % — (97.876 + 0.019) %| = (1.75 + 0.02) % and
Lyem 2 =Ry — Ro| =1(99.841 + 0.002) % — (98.095 + 0.009) %| = (1.75 + 0.01) %.

Thus, the average round-trip loss for the monolithic 3 cm long sapphire resonator (without

the transmissions of the two coatings) was

Loom = (175 £ 0.02) % & Laam = (2917 + 33) 220
cm

4.2.3 Measurements on the 10 cm sapphire cavity

Using M; as in-coupling mirror, 9 measurements with scan frequencies between 20 Hz and

30 Hz were made with a laser input power of 15 mW. The time needed to scan the full width
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Figure 4.5: Results of the reflectivities R; and R, of the 10cm sapphire cavity. Here,
mirror M; was taken as in-coupling mirror and 9 measurements were performed while a
laser power of 15 mW was injected. The obtained average reflectivities and their standard
deviations were R; = (99.482 + 0.001) % (blue) and IE = (93.859 + 0.013) % (red). They
are depicted as solid lines and dashed lines, respectively, while the dots show the single
measurements.
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Figure 4.6: Results of the reflectivities R, and R, of the 10cm sapphire cavity. Here, mirror
M, was used as in-coupling mirror and 11 measurements (dots) were carried out with an
incident laser power of 11 mW. The calculated reflectivities R, = (99.774 + 0.001) % and
I?l = (93.627 + 0.028) % and their standard deviations are shown as solid and dashed lines.
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half maximum of the cavity was between 1923 us and 1174 us. As shown in figure 4.5, the
data evaluation of the recorded and fitted resonance peaks yielded the average reflectivities
of

Ry = (99.482 + 0.001) % and R, = (93.859 + 0.013) %.

After turning the sapphire cavity, 11 measurements with scan frequencies between 10 Hz
and 15 Hz were carried out using 11 mW laser input power. The time needed to scan the
full width half maximum of the cavity was between 3980 us and 2650 us. The average

reflectivities and their standard deviations were calculated to

R, = (99.774 + 0.001) % and R; = (93.627 + 0.028) %.

Thus, the round-trip losses were

Lioem,1 = IRy = Ri| =1(99.482 + 0.001) % — (93.627 + 0.028) %| = (5.86 + 0.03) % and
Lioem.2 =[R2 — Ro| = 1(99.774 + 0.001) % — (93.859 + 0.013) %| = (5.92 + 0.01) %.

The average round-trip loss for the monolithic 10 cm long sapphire resonator (without the

transmissions of the two coatings) was

LlOcm = (589 + 002) % & LlOcm = (2945 + 10) pfnr:l

4.2.4 Results

Both cavity round-trip loss measurements, Liem = (2917 + 33) ppm/cm and Lo = (2945 + 10)
ppm/cm included absorption and scattering of the sapphire substrate itself and absorption
and scattering due to the two applied coatings. Here, multilayer coatings consisting of sil-
ica and tantalum pentoxide were used. Their absorption was for example determined in
[77] to @conr = (24.4 £ 3.2) ppm and their scatter loss is between 7 ppm and 21 ppm [31].

A sapphire scatter loss of 13 ppm/cm at 1064 nm was measured in [16]. Since all these

contributions were small compared to L., and Lioem, the round-trip loss was treated as

loss due to absorption. Therefore the overall substrate absorption coefficient was

amvpex, 2013 = (2931 £ 22) ppm/cm.
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4.2.5 Summary and conclusion

For the planned MassQ project, a test mass material with low substrate power absorption
is needed in order to enable cryogenic cooling of the test masses. Due to its large thermal
conductivity and small thermorefractive and thermoelastic coefficients at cryogenic tem-
peratures, sapphire is a suitable test mass material. In this chapter, the substrate absorption
of two sapphire samples at a wavelength of 1064 nm was determined by means of cavity
round-trip loss measurements. The measurements were performed on a 3cm and a 10cm
long sapphire cavity and yielded a bulk absorption of (2931 + 22) ppm/cm. Compared
to other bulk absorption measurements of 40 ppm/cm and (3 — 140) ppm/cm reported in
[8, 85], the substrate absorption found in this work is very high. The reason for the large
absorption could not be identified with our measurement method. Such a large absorp-
tion could result in thermal lensing inside of the test mass substrate as well as in thermal
expansion. Because the used cryostat can only extract a certain amount of heat power, a
large absorption would also set a limit for the cryogenic test mass operation. Thus, we can
conclude that the measured substrate absorption is too high for a use in the MassQ project.
In order to find a suitable test mass with low absorption, more sapphire substrates from

different manufacturers need to be investigated.
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Chapter 5

Summary and conclusions

Strongly squeezed vacuum states generated by means of the cascaded optical Kerr effect
can be used for the generation of Wigner functions with a non-gaussian probability distri-
bution. In the first part of this thesis, the production of squeezed vacuum states with the
cascaded optical Kerr effect at a wavelength of 1550 nm was demonstrated. The resonator
for the production of the squeezed states was a four-mirror bow-tie resonator which con-
tained a PPKTP crystal. First, the conversion from the fundamental 1550 nm to the SHG
light was detected. The first conversion minimum was found at a crystal temperature of
61.2°C and the second at 81.8 °C. A conversion maximum was measured at 40.5 °C. The
occurrence of the cascaded optical Kerr effect was observed in the first SHG conversion
minimum by detecting the deformed resonance peaks in transmission of the bow-tie res-
onator. A thermally-induced resonance peak deformation was excluded by fast resonance
scans where the FWHM of the bow-tie resonator was crossed within times of 3.7 us and
5.5 us. To furthermore verify the dependence of the resonance peak deformation on the fun-
damental pump power, the deformed resonances peaks in transmission were detected for
light powers between 77.8 mW and 102.2 mW. It was observed, that a larger pump power
leads to a stronger resonance peak deformation. At a sideband frequency of 358.26 MHz a
squeezed variance of (2.0 + 0.1)dB and an anti-squeezed variance of (9.5 + 0.1) dB were
measured using a fundamental pump power of 85 mW and a crystal temperature of 61.2 °C.
The total optical losses including phase noise were 61 %. At a sideband frequency of
1074.78 MHz a non-classical noise reduction of (2.5 + 0.1) dB was measured with a pump
power of 120 mW. In separate measurements, squeezing produced by the cascaded opti-
cal Kerr effect in the first and second SHG conversion minimum was distinguished from
squeezing of the fundamental field by the SHG process that was observed in the SHG con-
version maximum. The measured Kerr squeezed vacuum states were mainly limited by
acoustically-induced phase noise and by optical losses. The phase noise can be decreased

by a more stable squeezing resonator design and by placing the squeezing resonator on
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top of a mechanical damping stage. To further reduce the impact of acoustically-induced
vibrations, the squeezing resonator should be operated in vacuum.

In the second part of this thesis, the optical absorption of multilayer coatings made of GaAs
and Aly9,GaggAs that were bonded on a Corning 7980 mirror substrate was measured at
1064 nm and 1550nm. These coatings are a promising candidate to reduce the coating
thermal noise in high-precision experiments such as gravitational-wave detectors. The em-
ployed measurement method was the photothermal self-phase modulation technique that is
based on the thermal Kerr effect. The coating under investigation was placed inside an op-
tical two-mirror resonator and resonance peaks showing thermally-induced deformations
were measured in reflection and fitted. The fit was obtained by means of a time-domain
simulation that varied the mirror power reflectivities R;, R, and the coating absorption coef-
ficient ¢ to gain a fit. Because the thermal conductivity of AlGaAs is 46 times larger than
the thermal conductivity of the Corning 7980 substrate and the thermorefractive and ther-
moelastic coefficients of AlGaAs are 31 times and 10.5 times larger compared to Corning
7980, the coating parameters needed to be included in our time-domain simulation. The
effect of the AlGaAs coating on the temperature distribution inside of the Corning 7980
mirror substrate as well as the weighting factors between coating and substrate material
parameters was obtained by means of finite element simulations that were performed with
COMSOL Multiphysics. At 1064 nm, the coating contribution to the overall material pa-
rameters was between 31 % and 38 %. Furthermore, the AlGaAs coating led to a reduction
of the inward heat flux into the substrate by factors between 0.61 and 0.65. With these
results, the optical coating absorption at 1064 nm was determined to be (0.38 + 0.02) ppm.
At 1550 nm, the coating contribution to the overall material parameters was between 39 %
and 46 % and the AlGaAs coating caused a reduction of the inward heat flux into the mir-
ror substrate by factors between 0.61 and 0.663. With these values, a coating absorption
of (0.65 + 0.02) ppm was inferred. The measurement of the AlGaAs coating specified at
1064 with photothermal-common-path interferometry led to a result of (3.0 + 0.5) ppm. To
reduce the discrepancy between the two results, mirror substrates with a larger thermal con-
ductivity such as sapphire or silicon should be used when measuring with the photothermal
self-phase modulation technique.

Due to its large thermal conductivity and small thermorefractive and thermoelastic coeffi-
cients at cryogenic temperatures, sapphire is a suitable test mass material for optomechan-
ical experiments. In the third part of this thesis, the optical absorption of two sapphire
substrates from the same ingot was measured by means of cavity-based round-trip loss
measurements. As a first step, the absorption measurements were made at room tempera-

ture. The obtained substrate absorption coefficient was (2931 + 22) ppm/cm. Such a high
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substrate absorption could lead to large increased temperatures inside of the mirror sub-
strates. As a result, thermal lensing and thermally-induced test mass deformations because
of thermal expansion can occur. Due to the limited cooling power of the employed cryo-
stat, the cryogenic test mass operation would be restricted. Thus, more sapphire substrates
need to be investigated to find substrates with an optical absorption of about 30 ppm/cm or

below.
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Appendix A

GHz bandwidth homodyne detector
spectrum

W

2mW ——
4mW —— I

~100 | DN |

Noise Power [dBm)]
|
~J
=

-110

0 200 400 600 800 1000 1200 1400 1600
Sideband frequency [MHz]

Figure A.1: Measured spectrum of the GHz-bandwidth homodyne detector.

The spectrum of the homodyne detector was measured for local oscillator powers of 2 mW
(red) and 4 mW (blue), while the signal path was blocked. Doubling the local oscilla-
tor power resulted in an increase of the noise power level of 3 dB. This showed, that the
squeezing measurement was vacuum noise limited and the homodyne detector behaved lin-
ear. Both spectra were dark noise corrected. The detector dark noise is shown in black. The
dominant peaks in the spectrum are the modulation frequencies of 20.9 MHz, 101 MHz and
138 MHz, which were used for the length-stabilization of several optical resonators. Higher

order harmonics of this frequencies were also observed.
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Appendix B

Input Parameters of TkSim

The input parameters of TkSim [49], ([75], pp. 36 — 39) are listed in table B.1. The
section "Laser’ consists of the incident laser power P, the laser wavelength A and the beam
waist wy of the used resonator. The section *Cavity’ includes parameters about the used
resonator and the resonator scan. mm is the fraction of the power P which is coupled into
the resonator and s denotes the geometrical mirror spacing. NFSR; and NFSRy are the
number of FSRs scanned for increasing or decreasing resonator round-trip length and €
is the scan frequency. deltag,, is the initial resonator detuning and delta,,,g. describes the
complete scanned range. R, and R, are the power reflectivities of mirror M; and M,. The
section ’Measurement’ contains the parameters shift; and shifty, which are time-axis offsets
to superimpose the measured and the simulated resonance peaks for increasing and for
decreasing resonator length as well as the parameter ref-val. The latter is used to convert
the measured photo diode signal in Volts into a signal in Watt. The section *Mirror 1’
consists of the material parameters of the mirror substrate. n is the refractive index, dn/dT
is the thermorefractive coefficient and ay, the coefficient of thermal expansion. ¢, kg, and
p are the specific heat, the thermal conductivity and the density of the substrate material
and L; and Ry denote the length and the radius of the mirror substrate. a. is the coating
power absorption coefficient of the in-coupling mirror M; and € is the emissivity, which is
set to 1. The section *Control” incorporates parameters which determine the precision of
the calculations performed by TkSim. The parameter xRes determines the number of data
points used for a plot of the measured and simulated resonance peaks. The parameters pstep
and mstep determine the upper bounds of the summations of equation (27) from reference
[40], which is used to compute the transient temperature profile in the mirror substrate of
M,. Every Tstep round-trip, the temperature profile is calculated again with the accuracy
given by TEPS. T, is the environment temperature and the parameter phiFactor determines

the number of mirrors which expand into the resonator.
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Laser

P [W] Laser power

A [m] Laser wavelength, 1064 nm or 1550 nm

wo [m] Resonator waist, 150 um or 181 um

Cavity

mm Amount of light injected into the resonator
s [m] Distance between both mirrors, 0.009 m
NFSR; Number of FSRs scanned (increasing ramp)
NFSRy Number of FSRs scanned (decreasing ramp)
Q, [Hz] Scan frequency

deltay, [FWHM]
delta nge [FWHM]
R,

Initial resonator detuning, —4
Scanned range, 8
Power reflectivity of mirror M

R, Power reflectivity of mirror M,

Measurement

shift; Offset along the time axis (increasing ramp)

shifty Offset along the time axis (decreasing ramp)
ref-val Factor for the photo diode calibration in reflection
Mirror 1

n Refractive index, 1.45 [28], 1.44 [28]

dn/dT [1/K] Thermorefractive coefficient, 8.6 - 107° 1/K [28], 8.57 - 107° 1/K [28]
ag [1/K] Coeflicient of thermal expansion, 5.2 - 1077 [25]
cw [J/kgK] Specific heat, 703 J/kg [54]

ko, [W/mK] Thermal conductivity, 1.38 W/mK [54]

o [kg/m?] Density, 2203 kg/m? [54]

. Coating power absorption coeflicient

L, [m] Length of the mirror substrate, 0.00635 m

R, [m] Radius of the mirror substrate, 0.0127 m

€ Emissivity, 1

Control

xRes Number of data points used in the plot, 6000

pstep, mstep

Tstep
TEPS
Ty [K]
phiFactor

Upper limits for the summations in equation 27 from reference [40],
set to 100 and 1

Every Tstep round-trip, the temperature profile is computed again, 6000

Accuracy of the temperature profile calculation, 1 - 107
Environment temperature, 293.15 K
Number of mirrors expanding into the resonator, 1

Table B.1: List of input parameters for the time-domain simulation TkSim [49], ([75], pp.

36 — 39).
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Appendix C

Calculation of the AlGaAs coating
material parameters

C.1 Material Parameters at 1064 nm

GaAs Aleal_xAs Alo.ngaO.ogAS
n 3.48 [26] 2.977 [26]
ke [W/mK] | 55 [44] 0.55 — 2.12x + 2.48x* [42] 69.9
cw [J/kgK] 330 [44] 0.33 +0.12x [42] 440
o [kg/m?] 5320 [43] 5.32 - 1.56x [41] 3884.8
amn [1/K] 5.73 - 107 [44] (5.73 — 0.53x) - 107° [42] 5.24-107°
dn/dT [1/K] | 3.66 - 107° [80, 81] | (3.66 —2.03x) - 10~* [21, 80, 81] | 1.79-10~*

Table C.1: Material parameters of GaAs and Al,Ga;_,As, calculated for an aluminum con-
tribution of x = 0.92. In this table, n and dn/dT are specified for a wavelength of 1064 nm.

The AlGaAs coating at 1064 nm consisted of 23.5 bilayers of GaAs and Al ¢,GaggAs.
Each bilayer was made of a one quarter-wave GaAs and one quarter-wave Aljg,GaggAs
layer. At 1064 nm, the optical thickness of each quarter-wave layer was 266 nm. For the
high-index GaAs layers, this resulted in a geometrical thickness of 76.44 nm and for the
low-index Aly9,GagggAs layers in a geometrical thickness of 89.26 nm (for this calculation,
the refractive indices from table C.1 were used). Thus, the GaAs layers were a factor 0.856
thinner, than the Al 9,Gag g As layers and the coating contained more Aly9,Gag ogAs. Thus,
the overall coating material parameters were calculated as weighted mean values.
0.856-55+699 W w

kit AlGaAs = = 63.0 — C.1
th, AlGaAs 0856+1 mK mK €D

0.856-330 + 440 J J
w. aAs — = 27 —— 2
€ AlGaA 085%6+1  keK 0?7k €2
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0.856 - 5320 + 3884.8 kg kg
s = =S = 4546.72 == .
PAIGaA 0.856 + 1 m 407205 €3
dn (0.856-3.66+1.79)- 10 1 a1
dn - — =2.66-107 — C4
dT AiGaas 0.856 + 1 K K €H
(0.856-5.73+5.24)-10°° 1 1
ks = — =547-10° = .
aith, AlGaA 0856+ 1 K 5 0 < (C.5)

The kin, AlGaAss Cw, AlGaas aNd PalGaas are the parameters which were used in the COMSOL

simulations. dn/dT ajgaas and agp, algaas Were used in TkSim.

C.2 Material Parameters at 1550 nm

GaAs Aleal_xAs Alo_ngao.ogAS
n 3.38 [26] 2.93 [26]
dn/dT [1/K] | 2.04-107° [80, 81] | (2.04 — 0.3x) - 10~* [21, 80, 81] | 1.76 - 10~*

Table C.2: Refractive indices and thermorefractive coefficients of GaAs and Al,Ga;_,As,
calculated for an aluminum contribution of x = 0.92. In this table, n and dn/dT are speci-
fied for a wavelength of 1550 nm.

The AlGaAs coating at 1550 nm consisted of 26.5 bilayers of the high-index GaAs and low-
index Alyg,GapogAs. One bilayer was made of a quarter-wave GaAs layer and a quarter-
wave Alyg,GagogAs layer. The optical thickness of a quarter-wave layer was 387.5 nm,
resulting in a geometrical thickness of 114.64 nm (GaAs) and 132.25 nm (Al 9, GagogAs)
(for this calculation, the refractive indices from table C.2 were used). Thus, the coating
at 1550 nm had a total geometrical thickness of 6.5 um. The GaAs layers were a factor
of 0.867 thinner than the Alj¢,GagogAs layers. Since this factor is almost the same as the
one for the AlGaAs coating specified at 1064 nm, also the difference in thermal conduc-
tivity ki, AlGaas> d€NSity paigaas specific heat ¢y, aigaas and thermal expansion dp, aiGaas Was
negligible and the parameters from C.1 were used. The thermorefractive coefficient was

calculated using the data in table C.2

dn (0.867 -2.04+1.76) - 10 1 a1
— = —=1.89-107" —. C.6
dT A1Gaas, 1550 nm 0.867 + 1 K K (€.6)
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Appendix D

Further resources

During this thesis, the programs TkSim and N.L.C.S. [50] from Nico Lastzka were used.
The numerical simulation of the bow-tie resonator was carried out with a self-written C++
program from Tobias Meier. Further optical resonator simulations were performed with
Finesse, versions 2.0 and 2.1 [36]. For the finite element simulations, COMSOL Multi-
physics, version 5.2a was used and the numerical integration of the temperature profiles
generated with COMSOL was carried out with Matlab, version R2014b. All plots in this
thesis were generated with gnuplot, version 5.0. All schematic drawings were performed
with Inkscape, version 0.91. For the schematic drawings of the experimental setups, the
Component Library by Alexander Franzen and Jan Gniesmer was used. The simulation
of various electronic filters was performed with Filter Pro from Texas Instruments. The
CAD drawings of the mechanical components used in this thesis were made with various
student versions of Autodesk Inventor 2012 — 2017. Calculations of mean values and stan-
dard deviations during the AlGaAs coating absorption and the sapphire substrate absorption
measurements were performed with OpenOffice Calc, version 4. All mode-matchings were
calculated with JamMt, version 0.24 which was programmed by Andre Thiiring and Nico

Lastzka. This thesis was written with TeXnicCenter version 2.02 and MiKTeX version 2.9.
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