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Abstract

This work describes a series of projects and technology developments aimed at the realization of
a solid-state photonic-ionic trap for quantum optics experiments. The projects however, are not
constrained to this goal and explore the fields of nonlinear optics and fabrication techniques.

Fabri-Perot resonators have transformed the optical technology and can be found in many devices
that utilize laser radiation. Whispering gallery mode resonators (WGMR) are relatively new ele-
ments and have such advantages as compactness, highest optical quality factors, and relative ease of
fabrication. Small optical mode volume and long storage times allow record low thresholds of various
nonlinear processes. Raman and Brillouin lasing, second and third harmonic generation, parametric
oscillations and four wave mixing have all been enhanced in WGM resonators. Compared to glass
microspheres, crystalline WGM resonators have higher nonlinear coefficients, may not be sensitive
to water vapor, and have generally higher purity leading to record optical quality (Q) factors. Zero
phonon lines of ions in crystals enable applications in cavity QED with single ions.

A novel application of diamond turning to fabrication of axially symmetric crystalline optical res-
onators is described. This technique enabled crystalline WGM microresonators, multiple resonators
coupled via the evanescent field, and a single mode resonator. Crystalline resonators having a record
high optical Q of 10'! were demonstrated. Fundamental limits of the Q factor were investigated
and Q = 10'® was predicted at cryogenic temperatures. Record low threshold and high efficiency of
stimulated Raman and Brillouin scattering led to the first observations of these effects in crystalline
cavities. Brillouin and Raman lasers based on WGM resonators are expected to have very narrow
linewidth. A cryogenic setup was developed that allowed observation of WG modes at low temper-
atures. Crystalline cavity was used as a reference for narrowing a linewidth of a commercial diode
laser with a Pound-Drever-Hall technique for the first time. A device based on a fused silica WGMR
was used to generate beams with large angular momenta. In addition, a Fabri-Perot cavity was used
to sense thermal expansion of mirrors to derive thermal expansion and temperature conductivity of

thin optical coatings.
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Timeline of research

I started my work at Caltech in July of 2003 by joining Professor Ken Libbrecht and his TNI group
of LIGO. After learning some basic experimental techniques I started to work on the measurement
of thermal conductivity and expansion coefficients in thin films with an interferometric method.
My work was to expand and enhance the thin-film interferometer built by senior student Shanti
Rao. In place of a light chopper I installed an electro-optical modulator, which led to dramatic
increase of operational frequency range and sensitivity of the setup. I also brought software and
hardware together to automate these measurements. I used mirrors with thin dielectric coatings
which I additionally coated with a thin gold layer to perform the measurements. Upon completion
of this project and a brief trip to a LIGO Livingston site as a scientific monitor in 2003, I joined the
Quantum Science and Technology group at JPL, led by Lute Maleki.

Initially, the work included learning the various optical techniques used in the lab, such as
fabrication of disk resonators and optical couplers, fiber splicing and polishing. The grand project
goal of my work was set as the fabrication of crystalline microresonators with high Q factor and
their subsequent utilization in cryogenic spectroscopy experiments with single ions. For that reason
I also conducted a large literature survey on single-molecule spectroscopy techniques, rare-earth ion
properties and zero phonon lines, cavity QED, crystalline blank suppliers, and polishing techniques.
At that time the cryogenic setup started to take some shape on paper in numerous discussions with
V.S. Ilchenko. This planning however, was still too far from any real implementation. Rudimentary
attempts of making microcavities with crystals involved usage of dental handpieces, burs, and other
miniature motors. Electro- and magneto-rheological polishing techniques were also adopted for early
trials. After several trial-and-error months a simple cavity was fabricated. It was a MgFs resonator
with a quality factor of only one million (Fig.. It was clear that a novel fabrication technique
would be required. I started to develop a diamond turning apparatus in 2004. In initial attempts
the computer hard drive brushless motors were used as spindles on which the crystalline workpiece
was installed. Manual positioning of a cutter, sometimes represented by a grain of diamond or a
piece of sapphire, was achieved with a 3-axis positioner from Thorlabs. It later became clear that
brushless motors from hard drives, while being very stable, do not provide the necessary rigidity. A

custom air bearing was made in the lab’s machine shop for the 2nd attempt. This air-bearing spindle



Figure 1: First and second attempts to make a resonator 450 pm in diameter

was more robust, rigid, and could operate at speeds of up to 20000 rpm. Stepper motors controlled
by a computer program were now positioning the diamond cutter and the microresonators were
finally fabricated. Polishing of the resonator improved the quality factor. The polishing technique
finally converged to a manual polishing with diamond abrasives and some tricky cleaning procedures.
Soon afterwards a single-mode cavity was fabricated, along with several other multimode cavities
on the same cylinder, representing coupled chains of resonators. Mechanical squeezing tunability of
a magnesium fluoride microcavity was tested with success. In early 2005 it was also clear that the
biggest challenge to any cryogenic operation of WGMRs would be coupling of light to the modes.
Initial designs were developed that involved cunning applications of levers and PZT elements, such
as shown on Fig.[2] The biggest challenge was the small available diameter of the cryogenic insert.
It was difficult, if not impossible, to package all necessary functionality into such a small tube, as
seen in Fig.[2] lower part.

In September of 2005 I also fabricated the first Bessel beam generating devices after a design
suggested by A. Savchenkov and A. Matsko. At the same time there were some attempts at obtaining
lasing with some residual Yb3*+ impurities in the excimer grade fluorite bought from Corning. This
was not successful, due to extremely low concentration of Ytterbium. The Q factor at that point was
only 1.5 billion for 1.4 mm CaFs cavity and a search for the optimal polishing technique continued.
This was all a bit frustrating as A. Savchenkov had already achieved 20 billion Q factor and the
techniques seemed to be state of the art in a hard-to-repeat way. By November 10th the Q of 25
billion was achieved. Such a quality factor required a new laser for it to be measured, so a Lightwave

Nd:YAG was installed instead of a “New Focus velocity” laser. By December 15, 2005 a Q factor of
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Figure 2: Evolution of designs for cryogenic operation of WGM resonators. Cantilevers are controlled
by piezo elements and can be adjusted with a set-screw. Final design is described in Chap.[7]

63 billion was achieved and it was decided that further improvements would come only in a cryogenic
environment. Later, however, A. Savchenkov showed that additional improvement by a factor of 5
could be achieved by repeatedly annealing and polishing the resonator at ~ 600° C.

At the same time three possible solutions to a cryogenic setup were discussed. One approach
would involve gluing all the couplers, holders and a resonator together so that thermal expansion
would be engineered and coupling would be maintained after cooling. Another approach involved
purchasing the cryogenic nanopositioners which would do the job of coupling — in a compact setup.
The problems included 4-inch-diameter limitation for the complete cryogenic insert and the absence
of windows in a cryostat that I was given. This cryo was built 18 years ago by another student for
measurements on Heg samples at millikelvin temperatures. Subsequently I spent multiple months
fixing leaks in this cryo, which led to almost complete rebuilding of the insert. The 2 positioner
options we had were German Attocube’s XYZ scanner with 30 micrometer translation at 4 K, and
the three stick-slip stages with a millimeter scale translation. The former solution was $10,000 and
provided some chance of success while the latter was $22,000 and was sure to do the trick. On
a meeting with Lute Maleki and V. Ilchenko it was decided to take the risk and save the money.
After about 3 months the XYZ scanner was delivered. The other solution of monolithic gluing was

explored in the mean time.
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In April of 2006 I implemented a simplified Pound-Drever-Hall technique to lock the laser to a
WGM cavity, which allowed me to observe new phenomena in a CW mode. This included Raman
lasing which I observed earlier in the CaF5 cavities, despite the skeptical aptitude of other researchers.
Raman threshold of the 1st and 2nd Stokes components was measured and proved to be the record
low threshold for any Raman laser. Multiple cascaded lasing Stokes components were also observed.
In June of 2006 I was also involved in a project aimed at accurate measurement of the parametric
oscillation threshold in fluorite cavities. Enrico Rubiola was responsible for it, while A. Savchenkov
was also involved; my role was to help Enrico with resonator technology. I made a cavity for him
and helped him with locking a laser to it at 1550 nm. At the same time I was measuring Raman
emission at around 1100 nm in my own setup. While the sought after parametric oscillation regime
provides two symmetric sidebands in the optical spectrum, which are separated by cavity FSR
around the pump mode, the sidebands Enrico and Anatoliy observed had unequal power. Moreover,
they observed regimes with only a single sideband present as well as multiple asymmetric sideband
regimes. Their sidebands were separated by a cavity FSR. I also observed a single sideband regime
in my Raman lasing measurements at the same time with (arguably) the same disk they used , which
was believed to be some sort of unconventional parametric oscillation. A year later when I started
to process the data from my Raman measurements I found, to my great surprise, that the offset of
the Stokes component, or a single sideband, in my case, was consistently not equal to the cavity
FSR. Careful analysis and some estimations showed that a doubly resonant stimulated Brillouin
scattering was being observed for the first time in crystalline cavities. In the end of June of 2006 a
highly efficient Raman lasing was also observed, as well as lasing in microcavity, and a single mode
cavity. Later the analysis was carried out to determine the limit of Q factor for crystalline cavities.
Raman gain of fluorite was derived, which gave some hints as to why Raman lasing is rarely observed
in the 1550 nm band, while parametric oscillations are hard to see in the 1064 nm band.

In November 2006 I invented a new way of making disk resonators with a small radius of curvature
without diamond turning (see Sec.. On December 6, it was clear the cryogenic setup with an
Attocube scanner was not working, as thermal drifts much larger than the useful positioning range
were discovered. It was also learned that another group at Caltech, had obtained the cryogenic setup
I hoped for by pursuing exactly the same approach that we couldn’t afford. Despite frustration, we
decided to move on and pursue a monolithic gluing approach. Careful analysis of thermal contraction
properties of various available materials finally showed that it was simply not possible to build a
setup in this way. Required mechanical precision of assembly was beyond our reach. In addition,
the stiffness of the resulting assembly would not be high enough for coupling to be stable. On
December 10 I started to play with a prototype of a stick-slip-based positioning mechanism and
tried to reverse-engineer the Attocube positioners from the information available on the web. By

the end of February I had a working and stable prototype which was analogous to the Attocube’s
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positioners and provided millimeter range positioning in 3 dimensions at low temperatures. In March
I also developed a cryogenically compatible modification of a commercial web camera, so the two
toughest problems of the cryostat, namely coupling and imaging, were resolved to some degree. The
WG modes were observed at liquid nitrogen temperature in March 2007. At the time I was working
on a cryo, I also designed a new experiment — spectroscopy of impurities with high Q WG modes.
If T could measure Q factor at several wavelengths around the expected absorption line of residual
Yb doping, I could derive some very low absorption coefficients. This would require a stable tunable
laser, which could be used to measure Q factor at several wavelengths. If the Q factor were limited by
impurities, which was widely believed, the variations in Q would provide information about spectral
dependence of extremely weak absorption.

At the same time, in March of 2007 Lute decided to retire and leave the group, which he did in a
matter of several months. After that, all the experimental work was even more difficult to carry on,
due to funding limitations that followed. A Nd:YAG laser was finally returned to its owners and I was
left with a New Focus Velocity laser, which has a wide linewidth of 300 kHz, making it impossible to
measure high Q factor without additional stabilization. On May 3rd I finally found out how to clean
the disks to an absolutely clean surface, which was very inspiring. I conducted the first experiment
in spectroscopy, trying to obtain cavity Q factors in the range of 960-990 nm with a New Focus
laser, but it turned out that the stability of the laser was not adequate and that a stabilized laser
is the only practical solution. On the cryogenic front, a cold leak was found in the cryo, a leak that
only opens at low temperature. Such a leak was not possible to locate with a helium leak detector.
In May I started to work on laser stabilization and also planned to attend a conference in Munchen,
Germany, at the end of June, returning in July. I designed a simplistic holder for a reference cavity
that allowed for mechanical tuning and temperature control. While waiting for my return visa in
Moscow I found the Brillouin scattering in the data I took a year ago. Unfortunately, bureaucracy
at JPL and the Department of State prevented me from attending the conference and I got stuck in
Moscow until August of 2007. Upon my return I discovered that there was virtually zero funding
available for my research in the lab at JPL and I was expected to graduate soon. Nevertheless,
there were hopes for a better situation and I continued to stabilize a laser. The hopes for a tunable
laser had to be abandoned as well, as the tunable Velocity New Focus laser revealed pronounced
phase and amplitude noises at frequencies up to 10 MHz, probably because of its age, which made
it impossible to lock. So I adopted a New Focus Vortex laser, which was only marginally tunable.
By December 2007 T had stabilized this laser to 10 KHz of linewidth. While I managed to make a
servo electronics and some transimpedance photodetectors, the absence of funding finally took its
toll and by December all work had to be halted. Subsequently my JPL badge was being renewed for
about 2 more months. My last month at JPL was March, 2008, during which I participated in some

simple experiments and helped others with WGM technology. I also observed parametric frequency
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combs which are generated when a fluorite WGM resonator is pumped by 20-30 mW of radiation at

1550 nm.

0.1 Summary

The work presented in this dissertation may be characterized as a sequence of related projects. The
relation between these projects is in their utility for realization of a major goal set forth at the
beginning of my graduate work, without specific timeline or likelihood of achieving such goal. This
major abstract goal may be defined as an experimental ability to optically detect and interrogate
single ions embedded into a crystalline resonator. Thus a crystalline resonator would operate as a
photonic and ionic trap at the same time. The goal requires several prerequisite technologies, some
of which had to be created in the present work. Some projects appeared naturally from the creation
of a new technology and produced interesting results. Chapters of this dissertation represent these
projects and often contain portions of corresponding published papers.

The introductory chapter of this dissertation contains a short review of WGM resonator technol-
ogy, historical outline, and related mathematical descriptions. Chapter [2| contains basic information
on the fabrication techniques that were developed in the course of this work. The single-mode
project [I] described in Sec. was proposed and theoretically analyzed by A. Savchenkov and A.
Matsko based on analogy with planar and regular single-mode waveguides and ring resonators. D.
Strekalov developed the initial version of diamond turning control software in Labview. The author
has debugged and improved the software, developed the fabrication technique and setup, fabricated
the single-mode resonator and performed all measurements. Attempts to fabricate the single-mode
resonators led to the results of Sec.[3.2] where coupled resonators are presented. Work presented in
Sec.[3:3] was done mostly by the author. Most of the material presented in that section was previously
published in the journal Optics Communications [2]. Structures in Sec.[3.4] resulted from playing
with polishing regimes. The work presented in Sec.[f.I] was done mostly by the author with some
participation and advising on the part of V.S. Ilchenko and L. Maleki. The results were published in
Physical Review A [3]. Section resulted from analytical work done together with A. Matsko and
was published in Optics Express [4]. Lute Maleki and Andrey Matsko participated in theoretical
analysis and editing of Sec.[5.1] and Results presented there were published in Optics Letters,
Journal of Optical Society of America B and Physical Review Letters [0l [6l [7]. Work presented in
Sec.[f] and [7] was done by the author, as well as most of the experimental part of [§] (Sec.[8.I]). The
author’s major contribution to the work in Sec.[8.2] was extending the frequency range by upgrading
the experimental setup, automating the procedure, and carrying out all of the measurements.

Parts of this dissertation were presented at 6 conferences, and were distinguished by a best

student presentation prize at the IQEC/CLEO-PR 2005 conference in Tokyo. New results were
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marked by 3 NASA awards [9, [10], and were reported in industrial journals [I1] and 9 peer-reviewed
publications [11 21 8 3 [, 4 7, [, [12].

Conferences:

1. “Crystalline Cavities for Quantum and Nonlinear Optics”, CLEO-QELS, San Jose, CA. May
4-9, 2008. Poster session.

2. “Crystalline whispering gallery mode cavities for quantum optics”, Workshop on the Storage
and Manipulation of Quantum Information in Optically-Addressed Solids, Bozeman, Montana,

January 25-27, 2008.

3. “Crystalline cavities for quantum and nonlinear optics”, IQEC Europe, 2007, Miinchen, Ger-

many. (Not attended)

4. “Towards cavity QED with crystalline microcavities”, CLEO 2006 Long Beach, California.

Oral presentation.

5. “Crystalline microresonators: status and applications”, Photonics West 2006, San Jose, Cali-

fornia. Oral presentation.

6. “Ultra high Q crystalline microcavities”, IQEC/CLEO-PR 2005 Tokyo, Japan July 12, 2005.

Oral presentation.



Chapter 1

Introduction

1.1 History of whispering gallery mode resonators

Optical whispering gallery modes are named after the whispering gallery at St. Paul’s Cathedral in
London. Acoustical modes supported by this gallery were analyzed by Rayleigh in 1910 [I3]. In 1939
Richtmyer [T4] described electromagnetic modes of a dielectric sphere analytically and predicted
high Q factors of these modes. Optical quality factors on the order of 106 were predicted but
deemed potentially unattainable given a relatively poor quality of optical materials at that time. A
subsequent more elaborate theoretical treatise may be found in a book written by Stratton [15].

Whispering gallery modes were implemented by numerous microwave and acoustic technologies.
WG modes of the ionosphere of Earth were also analyzed. A significant body of research emerged
from observation of WGMs in liquid microdroplets [I6], [I7], which inspired solid-state WG microres-
onators. One of the first experimental evidence of the optical WGMs known to the author was
the observation of lasing in CaF5:Sm™* polished spheres in 1961 [18]. Another milestone, which
launched optical WGM resonators into modern science and technology, was achieved in 1987 when
the first optical fused silica resonators were demonstrated [19]. One of the important contributions
of this work was the demonstration of a WGM resonator and a coupling technique as a vehicle, which
could be deterministically used in optical experiments. Another technological advance came in 2003
with the fabrication of fused silica microtoroids using a combination of lithography and laser heating
[20]. Similar techniques also enabled silicon microtoroids in 2004 [2I], [22]. The WGM resonances,
also known as morphology-dependent resonances, have proven to be useful in many photonics and
optics applications. Miniaturization of these resonators makes new applications possible in precision
physics experiments [23] [24].

Although whispering gallery modes were discovered almost a century ago, significant advances
in their actual utilization in optics appeared only during the last couple of decades, following the
invention of efficient resonator-light coupling methods. Development of the coupling techniques

beyond a prism coupler has been equally important for this field. Angle-polished [25] and tapered
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[26] fiber couplers have evolved into conventional laboratory coupling elements. Prism remains a
coupler of choice where fibers with suitable refractive indices are unavailable. This is the case for
lithium niobate WGMRs, which require a diamond prism coupler.

Historically, the WGM resonators have been fabricated with a variety of materials including,
sapphire, fused silica, calcium fluoride, lithium niobate and other optical glasses and crystals. Even
such exotic medium as solid hydrogen [27] was used. It was found in the 1980s that crystals such
as sapphire offer extremely low loss for microwave WGMs, especially at low temperatures [2§]. One
of the first optical crystalline WGM resonators known to the author was fabricated in 2002 with a
lithium niobate and used as an efficient microwave receiver [29]. Subsequently a Q factor in excess of
10'° was demonstrated in CaFy resonators [30]. The optically transparent crystals are particularly
interesting for fabrication of the resonators because they naturally have many specific nonlinear-
optical [3I] and spectroscopic features, such as zero phonon lines, which are not so pronounced
in amorphous materials. Another advantage of crystalline materials for the fabrication of the res-
onators is that the quality of the surface can be immune to humidity, as in the case of CaFy and
MgFs. Quality (Q) factor of the fused silica microspheres and microdisks degrades when exposed
to atmospheric water vapor [32]. The high Q factor of the resonators and their small size (small
volume of the WGMs) is of great importance for a number of applications.

Contributions of the present work to the resonator technology and physics are described in the
following chapters. A good account of the theory and applications of WGM resonators may be found

in [33] and the work referenced there.

1.2 Analytical description of WG modes in dielectric res-

onators

Similarly to acoustic modes of a whispering gallery, optical WGM modes are formed when total
internal reflection of light beams occur inside the dielectric resonator — be that an ideal sphere, a
spheroid, or a thin disk. In optical WG modes this reflection takes place under an angle of incidence
close to /2, so that the beam is trapped inside the resonator and forms a closed trajectory. From the
electromagnetic field point of view, most of the energy in a WG mode is located close to the surface.
The structure of this field, as well as eigenfrequencies of the resonator and radiative losses may be
analytically found in the case of an ideal sphere or a cylinder. For a non-ideal sphere this analytical
solution may be used only approximately. Generally, in a non-spherical resonator represented by an
arbitrary body of rotation the exact solutions for the WGM field is not known. Numerical methods
have decreasing precision with increase of the resonator in terms of an optical wavelength. Some

approximate methods still give good results.
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1.2.1 Modes of a dielectric sphere

Analytical expressions for WG modes of an ideal sphere may be derived [I4} [I5] using, for example,
a scalar Debye potential approach. It can be shown that in an isotropic dielectric, the field vectors
E, ?, ﬁ, ﬁ, vector potential A and a Hertz vector P satisfy the following equation:

¢ 9°C

AT - 2 92t

—0, (1.1)

2

where C — any of the field vectors, ¢ = n* — permittivity of a dielectric. By choosing a time

dependence as e¥?, this equation transforms into the vector Helmholtz equation:
AT +K2C =0, (1.2)

where k, = nw/c = kn = 2nn/X\ — wave number in the medium. This equation can always be
represented by the equivalent system of three scalar equations. However, in non-cartesian systems
of coordinates it is almost always impossible to resolve the resulting system with respect to any
particular component. It is possible to build a solution in a spherical system of coordinates by

involving the Debye potential, which satisfies the following scalar equation:
AV + k2 = 0. (1.3)
The three independent solutions of this Helmholtz equation are vector functions:
f:me:vawLﬁ:évMM% (1.4)

where 7 — radius-vector and V represents a Laplace operator. These vectors are mutually orthog-
onal and form a basis. The vector L describes the potential part of the field and equals zero in the
absence of free charges. The vectors N and M are solenoidal. The conventional notations for the
types of modes are:

H-type (transverse-electric TE—modes), E ~M yE. =0,

E-type (transverse-magnetic TM-modes), E ~ ﬁ, H,=0.

The variables can be separated and the solution for the scalar equation is represented by
U = AY};,, (0, @)z (knr), (1.5)

where A is a constant and Y7,, (0, ¢) — spherical function, usually normalized to unity:

T 2w
/ / Y2m (03 ¢)}/2Tm’ (93 ¢)d¢d9 = 5ll’5mm’
0 0
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Yin (0, ¢) = \/(l —mt 2+ 1) eFme Pl (cosh).

(+m) (47

Here P! (cos®) are the associated Legendre polynomials, z;(k,r) — radial spherical functions. In
expression , when the area inside the sphere is described, z; represents Bessel functions j;(k,r)
(finite at 7 = 0). When the space outside the sphere is described, z; corresponds to the Hankel
functions hl(l) (k,r), which are limited at infinity. The [ index is called radial index or mode’s order.
It corresponds to the number of wavelengths along the resonator surface [ ~ 27nR/A. There are
! —m + 1 maximums in @ direction, where m is the azimuthal index of the mode. The factors ™%
and e~"? account for the two counter-propagating waves.

By applying a spherical Laplace operator

rsin @

UxF — 1 (8(Sin0F¢) aFg)er 1 ( 1 OF, 8(rF¢)> o

o0 9o r \sinf 99  Or

1 (a<rF9) - 8Fr) o

r\ or o0

to the solution of the scalar equation we obtain electric and magnetic field components in a Gaussian

system of units for the time dependence of e™? for T E-mode :

eTE _— (TE Lgolﬁm(e,qb)zl(kr)eg —l—z'(m’é(;hgs)zl(kr)ed)} , (1.6)
pTE CTE% {l(l +1)Yin (0, 6) Zl(lﬂ")er + 33/2%;979?5) a(rila(fr))ee+
4 ijemmw,@‘%"jg@%]
and T M—mode:
TV = cTMn%kO [l(l+1)Ylm(0,¢) Zl(f’")eﬁ M%(:’QS) 6(ngfr>)ee (1.7)
b amin0.0) e, |
BT = e | Iy 0 opalinen + 20D ey

where z;(kr) denote spherical Bessel functions j;(nkor) inside the sphere and spherical Hankel func-
tions hl(z)(kor) outside the sphere.

From the equality of tangential components of the field on the boundary (r = R):

Ejy=Ej , E, = Ej, (1.8)

Bj = B§ , B} = Bj, (1.9)
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we obtain the relations

CTE = CTPj,(nkoR)/0\® (ko R), (1.10)

CTM = p2CTM j (nkoR) /0 (ko R) (1.11)

which connect field amplitudes outside and inside the resonator. The boundary conditions also give

a characteristic equation
pOlwji(@) /0 _ Bwhi” (x))/0x

Jul) h? ()

(1.12)

Here p = (1/n)? for TM oscillations, and p = 1 for TE modes; z = kgR — is the so-called
dimensional parameter of the sphere. This equation has many solutions which define the eigen

numbers k;, of oscillations of the dielectric resonator. Imaginary parts of solutions give radiative

Re(x)

quality factor Q.,q = STm(z) "

In an ideal sphere, all eigen numbers correspond to the same
frequency, they are degenerate. If the geometry of the resonator is different from a sphere, frequencies
of different ki, are not the same. Thus the WGM is characterized with one more index — ¢. This
index roughly corresponds to the number of wavelengths between total internal reflections of the

beam.

1.2.2 Mode volume

The effective volume occupied by the electromagnetic field of a whispering gallery mode may be

defined as follows:
_ (f E2d3r)2

Vgm0 ot 1.13
T TEEdPr (1.13)

where E(r, 6, ¢) describes the mode’s electric field distribution. For this definition of volume it is

possible to obtain the estimate for Ej,,1, Himi modes [34 [19):

A\ 2
UATESEX Y (2) S\ /21—m) +1, (1: 7;“") (1.14)
™

Here [ is the radial index of the WGM, a is the radius of the resonator and m is the angular index
of the mode. For the fused silica resonators, He—Ne laser wavelength of A =633 nm and the modes

with the most compact #—angle distribution of energy (modes Ey;1, Hyj1) one may estimate:

Vepp =3 x107 " em® (1 =100,D = 14 um),

Veppa2x10"%em® (1= 1000, D = 140 um).
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1.2.3 Modes of a spheroid

Virtually any practically available WGM resonator may be approximated with a spheroid, so a
recently obtained solution for WG modes in an arbitrary spheroid [35] appears to be especially
useful in practice. Quasi-classical approach may be used to compute WG mode frequencies and

radiative quality factors of a spheroidal resonator with equatorial axis “a” and polar axis “b”:

z>1/3+ 2p(a—b) +a n 3a? (z>—1/3

ke = l—ozq(§ 2b B n2—1+20 2
—2/3
ag (2p(a® =¥ +a®  2nx(2x2—3n2)\ (1)’ .
- = = 1.1
12 ( B F o )\g)  TOU) (1.15)

where k = % is the wavenumber, [ > 1, p =1 —|m| =0,1,2... and ¢ = 1,2,3... are integer mode
indices. a4 are negative zeros of order g of the Airy function, n — refractive index of the optical

material. For quasi-TE modes x = 1 and for quasi-TM modes x = 1/n?.

Figure 1.1: Crystalline WGM resonator and the approximating spheroid in cross section
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Chapter 2

Fabrication of crystalline cavities

Unlike fused silica resonators, crystalline cavities may not be formed by a heat-assisted reflow pro-
cess. No lithography techniques are known to work for the majority of optical crystals in terms of
generating polished surfaces. A mechanical fabrication technique is required. Such technique was
developed at JPL and significantly improved as described in this thesis. It allowed fabrication of
crystalline resonators with arbitrary geometry of surface, including microresonators.

The present work was motivated by a project in which single dopant ions would be strongly
coupled to the mode of a resonator. The strong coupling required fabrication of micro-resonators,
for which the technique available in the lab at that time was not suitable. Straightforward extension
of fabrication capabilities could be provided by application of a single point diamond turning process
(SPDT). The field of SPDT and polishing is akin to jewelry, as it looks more like a set of engineering
tricks rather than an implementation of predictions of a scientific theory. One of the reasons may be
that the processes involved are too complicated and involve chemistry, tribology, solid mechanics,
and thermodynamics. These tricks are based on empirical research and are usually hidden behind
corporate walls. Consequently, the literature on the topic is anywhere from scattered to non-existent.

Some papers still offer valuable pieces of information [36] 37 38 [39] 40} [41], [42].

2.1 Application of diamond turning

After a significant trial-and-error stage, a prototype computer-controlled SPDT apparatus was devel-
oped. This allowed me to fabricate crystalline axially symmetric optical elements with any desirable
surface structure and good surface roughness. The key elements include a heavy mounting plate,
a precision air-bearing spindle, a dc motor, a custom-made diamond cutter, a motorized cutter
positioning stage, PC, and software.

The starting point of resonator fabrication is a crystalline cylinder which is obtained from a

crystal blank with a special coring drill and a diamond suspension used as an abrasive.
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Figure 2.1: Fabrication of crystalline cylinder with a coring drill

2.1.1 Air-bearing spindle

Initially, the experiments on SPDT were carried out on simple DC motors and later on DC brushless
motors of commercial hard disk drives (HDD). These motors, especially those with fluid dynamic
bearing technology, have very stable rotational repeatability and stability at high speeds, mandated
by precision HDD technology. Unfortunately for my application, these motors did not provide high
stiffness of the spindle, required in SPDT. Soft spindle leads to rotational instabilities under mechan-
ical load and a diamond tool damage. It was realized that air-bearing technology is conventionally
used in SPDT and, after an initial successful prototype, a working model of a compact air bearing
measuring 1/2 inch in diameter was assembled in the laboratory. While the spindle has several

resonances, it allows smooth operation at speeds of up to 15000 rpm. Air bearing is generally a

Figure 2.2: Model of the air-bearing spindle



16

shaft with a polished surface, which is enclosed in a holder. The inner surface of a holder follows the
geometry of the shaft and is also polished. Pressurized dry air is supplied to a small gap between the
shaft and the enclosure, serving as an almost perfect lubricant. The biggest challenge in fabricating
the air bearing is smallness of the air gap, typically around 20-50 micrometers. Such a bearing has
a near zero friction and a high stiffness, comparable and even exceeding that of conventional ball
bearings of similar size. In addition, such bearings have very good repeatability of rotation.

A brushless 5-watt motor from Maxon was coupled to the spindle on one end via a magnetic
clutch. Powerful and compact neodymium magnets provided torque transfer while isolating motor
vibrations. A tight-fitting cap with fixation screws was attached to the other end of the spindle and
the crystalline workpiece could be glued to that cap.

2.1.2 Diamond cutter

Diamond turning of crystals may be carried out in two modes: ductile and brittle. The brittle mode
machining results in a surface pitted with numerous cracks and fractures and hence is not practical
for optical fabrication. In a ductile machining mode the surface undergoes phase transition and the
material is removed evenly resulting in an optically smooth surface. Achieving this regime generally
requires implementing certain machining parameters such as workpiece rotation speed, depth of
cut, feed speed, diamond tool rake and relief angle, and are specific for various crystals. The tools
used in this work were designed in Solidworks and custom made by Chardontool for the optimal
machining of calcium fluoride CaFy. They had a -20 degree rake angle and 2 degree relief angle of
the cutting edge. The shape was designed so as to allow fabrication of micrometer scale features
and cavities with diameter down to 40 um. Alternatively, good cutting results were obtained with

usage of commercial optical diamond prisms instead of a cutter.

Figure 2.3: Model of a cutter for fluorite machining
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2.1.3 Cutter positioning

Positioning of a diamond cutting tool was carried out with help of two Thorlabs positioning stages,
two stepper motors “Z625B” and a vertical positioning stage. The cutter was mounted onto the
X-Y stages via magnetic kinematic base plate. Stepper motors were controlled by a PC with a
Labview-based software, which had options for manual control of the position and automatic motion
along a programmed trajectory. Calculated resolution of the motors is 40 nm and measured backlash
is around 3 pm. This backlash was compensated programmatically. Programmed trajectories used

to fabricate microstructures took cutter geometry into account.

2.1.4 Speeds and feeds

Even though the machining setup was designed to be rather stiff, it was not stiff enough by com-
mercial standards. Minute vibrations in a spindle and positioning mechanics led to accelerated

degradation of a cutting edge, as shown on Fig.2.4 In some cases only a couple miles of optically

Tpm EKT = 200KV Signal A = SE2 Date :20 Sep 2006
Mag= 500€X ',_| WD= Bmm Photo No. = 184 T'ime 4 1829

Figure 2.4: Diamond tool wear

ideal surface, on which no fractures could be seen at x400 magnification, could be obtained. Ideally,
cutter position should be controlled with nanometer precision to reduce accidental jumps and vibra-
tion. Cutting speed should be chosen such that would provide the longest tool life. Cutting edge
wear is a major problem of SPDT. For fluorite machining rotation speeds of 90-3000 rpm, feeds of
0.25-5 pm per revolution, and depth of cut of 0.25-2 um were found useful. Further optimization is
possible. The described SPDT apparatus allowed me to fabricate structures with features as small
as 3 um, and the Q factor of resonators right after the turning step was as high as 107, corresponding

to a good surface roughness.
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2.2 Polishing and cleaning techniques

Surface roughness and cleanliness are critical for ultrahigh optical Q factors. Surface roughness
of better than 0.2nm rms was achieved with a hand-polishing method. Much better results may
be possible with application of other advanced techniques such as magneto- or electro-rheological
polishing.

A diamond suspension from Alliedhightech were used for resonator polishing. Pure isopropanol
and water were used for cleaning. Acetone may be used in some cases, but is not generally required.
Low lint paper napkins were used as polishing and cleaning cloth.

Specific polishing sequence depends on the goal of the process. If polishing of SPDT-fabricated
structures is required, initial diamond grit of 0.25 ym may be used. If the starting point is a plain
crystalline cylinder, the initial stage of polishing can be accomplished with diamond grits of up to
20 um at high speed. This initial polishing can also be used to define resonator shape. Thus SPDT
may not be required when relatively simple large resonators are needed. In fact, it is possible to
formulate a resonator with radius of curvature as small as 5 ym or even less (as shown in Sec.
without SPDT. On the other hand, single-mode or micro resonators are likely to require SPDT or
other advanced fabrication techniques.

Thin stripes of polishing cloth are cut and twisted to form threads, which are then soaked with
a diamond suspension. Before the suspension grit size can be reduced, a cleaning step is required.
This is usually accomplished by polishing with alcohol instead of diamond suspension, followed by
a wiping step. Generally, the grit size sequence is as follows: 20, 3, 1, 0.25, 0.1, 0.05 um. A Q factor

exceeding 1010 is usually achieved after a 0.25 um polishing step.
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Chapter 3

New resonant structures

Each whispering gallery mode in an arbitrary resonator is identified by three indices, which define
distribution of optical field nodes over the volume of the resonator. Frequencies corresponding
to each combination of these indices are generally different, which leads to a rather complicated
spectrum. Geometry of a resonator imposes boundary conditions which define the spectrum and
may exclude certain combinations of indices. Thus modifying the resonator surface and diameter is a
way to control its spectrum. Development of a diamond turning apparatus has enabled this control
over surface geometry and allowed the author to fabricate several new types of resonators. This
chapter includes material presented in an Optics Letters paper [I] and an Optics Communications

paper [2]. Materials reproduced with permissions from OSA and Elsevier.

3.1 Single-mode cavity

There are two general ways to engineer optical modes. The most common approach is to use optical
waveguides to confine and guide light. The waveguide is based on the refractive-index contrast
between its material and the surroundings to support light confinement and guiding. In the other
approach, a photonic bandgap crystal [43] provides confinement and guiding of photons by use of
the morphology of the structure. One achieves this by placing defects in otherwise periodic arrays
of a dielectric material.

The utility of WGM-based devices and the efficiency of nonlinear optical interactions of WGMs
depend on accurate engineering of the cavity mode structure. Achieving the required level of control
over the mode spectrum has eluded scientists working on WGM resonators. Thus WGM resonators
have as yet neither entered the mainstream of photonic device engineering nor been embraced by the
optical physics. Practically all WGM resonators have more-or-less complicated modal structures,
in other words they have more than one mode per free spectral range. This is an obstacle for
many practical applications. The nature of the dense spectrum can be easily understood. The

special functions that describe WGM in a perfect dielectric sphere are degenerate. In other words,
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many modes have the same eigenfrequency. This degeneracy is lifted when the geometry of the
resonator is changed to anything different from a perfect sphere. Generally speaking, the special
functions should also be different and in most cases it is impossible to resolve the electromagnetic
field into any possible kind of special functions. Only approximate analytical and numerical methods
may be helpful [35]. The modes that have identical eigenfrequency in a spherical resonator would
have different eigenfrequencies in a non-spherical one. This creates a rich optical spectrum in real
resonators, which are always non-spherical. However, the same degeneracy lifting can be useful.
In this section a new approach to designing the geometry of the resonator and controlling the
structure of its optical spectrum is demonstrated. It relies on generating an effective refractive-
index contrast produced by shaping the geometry of a whispering gallery mode (WGM) resonator.
With this technique, single and multiply-coupled WGM resonators can be designed for a wide variety
of applications.

It is reasonable to note that these new resonators are no longer pure WGMRs, but rather a
hybrid incorporating the features of an optical planar waveguide, or a ridge waveguide [44] 45| 46],
and a conventional WGM resonator. Single-mode WGM resonator is topologically different from
these waveguides and the WGM feature is critical in achieving ultra high optical Q factor. The
analysis of this cavity is based on the similarity with a single-mode gradient waveguide [47]. The
resonators profile serves as a confinement structure, in analogy to the refractive index gradient in
the single-mode optical fiber.

A single-mode homogeneous dielectric waveguide is realized when the frequency of the propa-
gating light is close to the cutoff frequency of the channel. This means that the thickness of the
waveguide approaches half the wavelength of light in the host material of the waveguide. It is imprac-
tical to fabricate a single-mode optical fiber by decreasing the fibers diameter. Instead, single-mode
operation is ensured by the specially selected radial profile of the refractive index of the fiber mate-
rial. The core of the fiber has a larger index of refraction than the surrounding cladding material.
The difference of the indices is small, so only one mode propagates inside the core, while the others
decay into the cladding (Fig.[3.1] (a)). For instance, the condition for the single mode operation of

a planar waveguide is [48]
A

2V A€’

where d., is thickness of the core, A\ is wavelength of light in vacuum, and Ae is the difference

deo < (3.1)

between the susceptibilities of the core and the cladding material, respectively. As a result, the
core may have a reasonably large diameter. Note that the core of a single-mode fiber becomes a
multimode waveguide when the cladding is removed.

Let us consider the WGM resonator as a multi-mode gradient waveguide [49] (Fig.[3.1] (b)).

The resonator becomes an ideal single-mode-family resonator only if the waveguide is thin enough.
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Figure 3.1: (a) Structure and mode localization in the optical fiber. Only one propagating mode,
shown by the solid arrow, survives in the core of the fiber, while others (dotted arrows) penetrate
into the cladding and dissipate. (b) Mode localization in the WGM resonator. The resonator
corresponds to a multimode gradient fiber for which the index of refraction is set by the resonator
shape, not by the change of the refractive index of the resonator host material, which is constant.
Both the fundamental and the auxiliary modes survive. (¢) Mode localization in a low-contrast
WGM resonator. Only a single-mode family survives. The other modes penetrate into the cylinder
rod and dissipate. The coupling to the single-mode family is achieved with, e.g., an angle-polished
fiber coupler.

Following this trivial approach the WGM resonator should be designed as an approximately half-
wavelength-thick torus to support a single-mode family. Recent experiments confirmed this conclu-
sion and nearly single-mode resonators have been demonstrated [20].

There is another, nontrivial, approach to the problem based on the analogy with single-mode
optical fiber. It is shown here that a WGM resonator made of any transparent material with any
size can be transformed into a single-mode resonator if the appropriate geometrically defined core
and cladding are developed (Fig.[3.1fc)).

To show that WGM modes can be described by use of a waveguide formalism, we start with the
usual wave equation

V x (V x E) — k%¢(r)E = 0, (3.2)

where k = w/c is the wave number, €(r) is the coordinate dependent dielectric susceptibility, E is
the electric field of the mode, and r is the radius vector.

Higher-order WGMs (i.e., those with the wavelength much smaller than the resonator size)
of both TE and TM kinds are localized in the vicinity of the equator of the resonator. Here
cylindrical coordinates can be conveniently used. Applying the technique of separation of variables,

and assuming that the resonators radius changes as R = Ry + L(z) (Ro > |L(2)]) in the vicinity of



22

the equator, we transform Eq. for TE mode family, to

%JF%JF[I«% (1+2%’(Z))>—:—2}E:0, (3.3)
where v is the angular momentum number of the mode (we assume that v > 1), E(r,z) is the
scalar field amplitude, and € in the susceptibility of resonator material. Equation [3.3]is similar to
the gradient waveguide equation. It is easy to see that, for instance, modes of a spherical WGM
resonator coincide with modes of a gradient waveguide with parabolic distribution of the refractive
index in the z direction. Hence it is the geometry of the surface that should be modified to produce
an ideal single-mode WGM resonator. A core for the WGM waveguide can be obtained by proper
design of the resonators surface in the vicinity of the equator. The rest of the resonator body acts
as the cladding (Fig.|3.1j(c)).

Consider a resonator consisting of a cylindrical drum and a small, ring-like protrusion, L(z) = Lg
for d > z > 0, on its surface. The drum’s effective susceptibility does not depend on the z coordinate
and is equal to €. The effective susceptibility of the ring, (1 + 2Lo/Ro) (see Eq.3.3), is slightly
larger. Therefore, the ring is the core that confines the light in the z direction, while the drum is
the cladding. The condition for single-mode operation of the resonator by use of inequality is:

d [2Lge

1 —
“ 3 R’

> % (3.4)

Condition ([3.4) stays valid for a resonator with an arbitrary large radius. Both the width and
the height of the ring can be much larger than the wavelength of light. The ratio Lo/Ry acts

the same way as the ratio Ae/e in an optical fiber. The author of this dissertation has fabricated

Figure 3.2: (A) Scanning electron microscope images of the resonator whose spectrum is shown in
Fig.[34and [3.5] The resonator has a nearly Gaussian shape, with 2.5 um height and 5 pm full-width
at half-maximum. (B) Image of the profile of the resonator shown in (A). (C) Intensity map of the
field in the resonator shown in (A) simulated by numerical solution of Eq.[3.3]

a bmm diameter monocrystalline fluorite rod. The spectrum of such a rod is extremely dense,
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having enormous number of modes in each FSR. A small ring with dimensions on the order of
several micrometers was then fabricated on the surface of the cylinder by removing some additional

material (Fig.[3.2). The resonator spectrum changed drastically. The resonator has a single TE

Profile of the resonator
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Figure 3.3: Geometrical profile of the resonator and a Gaussian fit

and a single TM mode family shifted by a few gigahertz relative to each other. A single TM mode
family was selected by the polarization of incoming light. Loaded Q factors of both families of modes
shown in Fig. are equal to 8 x 10%. The particular resonator’s Q-factor was limited by residual
surface roughness. The profile of the resonator is nearly Gaussian, as shown in Fig.[3.3] The spectra
shown on Fig. and Fig. were obtained with two angle-polished fiber couplers [25], one for the
input and one for the output. The fiber couplers were made with a standard single-mode fiber with
cladding diameter of about 150 um and core of about 5pum. The photodetector signal represents
transmission of the resonator. Logarithmic detector measurements have shown that besides the two
mode families there were no other modes down to -30dB level. It should be noted that, given the
geometrical parameters of the resonator and the couplers, the single mode regime of this resonator
is not a function of coupling but an intrinsic property. Here we present the spectrum of a multimode
resonator made by the same technique on the same cylinder (Fig.b)) to demonstrate that the
coupling does not affect the observed mode structure. Moreover, the logarithmic measurements were
performed in a loaded configuration, when the couplers are in contact with the resonator. Numerical
simulation of resonator parameters were carried out as well, which clearly demonstrated that only
the fundamental modes survive.

This kind of resonator could, in principle, be fabricated with lithium niobate, the refractive index
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Figure 3.4: (A) Spectrum of a nearly ideal single-mode resonator obtained by use of a 980 nm
laser, as well as the angle-polished fiber couplers (Fig.[3.Ifc)). The mode number is approximately
v = 2 x 10, The low-Q modes on the spectrum background are the modes of the cylinder. (b)
Spectrum of the multimode resonator made on the same cylinder (2.5 um height and 15 pm width)
and detected with the same coupling technique. The resonator is partially visible in the lower right

corner of Fig.[3.2{a).

of which can be controlled by applying an electric field. Such a resonator could be used for unique
optical measurements and filtering applications.

The type of the dielectric medium used for the single-mode resonators is not important in achiev-
ing the single-mode regime as long as it is solid and transparent. Generally, as the behavior of the
system is defined only by the systems geometry, it is not even important for what kinds of wave the
structure is a resonator. Microwave, acoustical, or mechanical chains of resonators of this type have
the same features and basis of design as their optical counterparts.

With the approach described here, one can make a single-mode optical WGM resonator of any
size. A resonator the size of an orange requires a ring with a dimension of tens of micrometers
for single-mode propagation of 1 um wavelength light. This is counterintuitive because the size
of the single-mode channel is much larger than the wavelength. This type of experiment may be
interesting in fundamental research investigations. For practical applications, small resonators are
of more interest.

In conclusion, the high density of modes in spherical and cylindrical WGM resonators has limited
their usefulness in optical science and technology. Light sent into these cavities occupies a large
multiplicity of overlapping and possibly interacting modes, thus complicating device performance
and limiting the accuracy of physical measurements. A single-mode family resonator that avoids
this pitfall by design is demonstrated. By engineering the photonic density of states to minimize

interaction between the modes and force all input energy into one eigenstate, science is provided with



FSR

Photodetector voltage, 2mV/div

Laser frequency

Figure 3.5: Linear spectrum that contains transmission of the resonator represented by modes with
spacing of around 11 GHz and that of the reference 1.2 GHz Fabri-Perot etalon

a new tool with which to study the threshold dynamics of nonlinear and quantum optical processes
and for sensing chemical concentrations and fluid flow. It also creates a new class of photonic circuit

elements that could expand the capabilities of communications technology.

3.2 Coupled resonators

A single-mode cavity was fabricated on a fluorite cylinder along with two other cavities shown on
Fig.[3.6] which had larger dimensions and supported more than one mode per FSR. These cavities
were fabricated at separations of around 70 gm and 140 ym from the single-mode cavity, which was
deemed far enough for these cavities to be independent, given the wavelength of light used to excite
resonances is 1 um. Coupling to the resonators was achieved by means of an angle-polished fiber
coupler [25]. Modes were excited in a multimode cavity by scanning laser frequency over several
tens of gigahertz, which corresponded to about two cavity FSR. Some of the energy was resonantly
transferred to a single-mode cavity as it happened to have modes at the same frequency as some of
the modes in a multimode cavity. This resonant energy transfer is mediated by an evanescent field
of the modes which spreads out to a comparatively large distance inside the crystalline cylinder.
Coupling over such a large distance is spectacular and may be explained by a high quality factor of
participating modes. This effect may be used for delay lines, where multiple resonators are fabricated
in a way similar to Fig. as was theoretically proposed recently [50]. Realization of the delay lines

seems feasible if the precision of the fabrication process is adequate.



26

P8 8B5S 5.0 kV X580

Figure 3.6: Three resonators: single-mode (on the left) and two multimode cavities. Cylinder
diameter is 5 mm.

Figure 3.7: Resonant coupling of two resonators separated by 70 um via an evanescent field inside
the cylinder. Upper spectrum represents the reflected signal from a middle resonator on Fig.[3.6
Middle curve is the output of the single-mode resonator. Lower spectrum is a transmission of a
reference 1.2 GHz Fabri-Perot etalon.

3.3 Crystalline microcavities, Q factor, and tunability

Starting with a cylinder 1.5 mm in diameter it was possible to fabricate cylinders as small as 40 ym
and then formulate a waveguide on the surface. The diameter of the resonators can be as small as
a few tens of microns and their geometrical features, such as surface curvature or profile, can be
precisely engineered. Resonators were polished after the diamond-turning step to improve optical
Q factor. CaF, resonators as small as 100 um in diameter having quality factor Q = 4 x 10® were
fabricated from magnesium and calcium fluoride. Some of these cavities are shown in Fig.|3.8

The fabrication process includes two steps. The first step is the diamond-turning process, which
employs computer control of a precision lathe. The structures obtained at this step are engineered
to about 40 nm precision and have optical Q factors of up to 107. If higher Q factors are needed,
additional optical polishing has to be performed. This polishing step naturally modifies the structure

that was initially obtained by the diamond-turning process.
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Figure 3.8: Crystalline microresonators

Special diamond-turning regimes should be employed to avoid brittle machining and to achieve
a required smoothness of the surface. Such parameters as speed of rotation of the workpiece, feed
and cutting angle, diamond cutter geometry and sharpness, as well as lubricant, are very important
in achieving ductile regime of machining [5I]. Special attention should be paid to vibration isolation
of the turning process. In our diamond-turning setup we use a homemade air bearing to provide
the required stiffness and repeatability of workpiece rotations. A commercial brushless motor and
a simple magnetic clutch are used to rotate the bearing. Polishing with polycrystalline diamond
abrasives is performed in several steps with decreasing diamond grit sizes followed by the cleaning
process. It was found that small particles are extremely difficult to remove from the surface of the
material. The cleaning process is the most critical in achieving ultrahigh Q factor. Cleaning was
performed in a clean-room environment with use of organic solvents.

The optical Q factor of the resonators after polishing is limited by contributions from four main
sources: scattering by the dust particles accumulated on the resonator surface, absorption in the
resonator material, radiation leakage, and surface scattering. We assume that the optical power
circulating inside the resonator is below the threshold of nonlinear effects, such as Raman lasing or
thermo-optical instability [52].

Scattering by the dust particles would be the main restriction on the quality factor if a clean-room
environment is not provided. Once inside the clean room environment or vacuum, the Q factor can
be preserved on a very high level for a long time. Aside from dust accumulation, optical polishing
leaves some amount of nanoparticles embedded into the resonator surface.

It is known that water is detrimental for the Q factor of fused silica devices due to formation
of irregularly adsorbed layers [53]. Fortunately, such crystals as CaFs and MgFs have chemical
properties that reduce accumulation of water on the surface. Diffusion of water into crystalline
lattice is inhibited, while a monomolecular layer of water is always present on the surface.

The intrinsic absorption of the resonator material is the second important effect restricting the

value of the measured Q factor. The absorption is a function of the crystal-growing process and is
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defined by the optical properties of a crystal at a given wavelength. This parameter is particularly
small in crystalline materials, since they can be produced with high purity. Recent developments
in UV lithography have stimulated the production of extremely pure CaFy monocrystals. However,
even in those purest crystals the reference-sheet absorption rarely falls below 10 ppm/cm, which
corresponds to quality factors on the order of 10'°. Unfortunately, not much data are available for
the optical absorption coefficients, since there is no technique capable of measuring this coefficient
with high precision when absorption becomes very weak. Interestingly, the WGM resonators may be
used to measure internal absorption with good precision if the Q factor is known to be limited only
by internal absorption. For example, the absorption coefficient reported by the crystal producer
is « = 2 x 107°em ™. According to the expression for the internal absorption limited Q factor
Q = 2mn/(ak), this corresponds to Q@ = 4.2 x 10° at wavelength of A\ =1064nm. Here, n is
the refractive index of material. On the other hand, with this piece of crystal the author has
measured @ = 5.3 x 1019, which gives a more accurate upper limit estimate of absorption coefficient
a=16x10"%cm™!.

The radiation leakage is significant only for the resonators with extremely small diameters not
exceeding several micrometers, which is not the case in our study.

Finally, the surface roughness is made small by our polishing technique, as confirmed by measure-
ments with an atomic force microscope (AFM). In its contribution to surface scattering factor, the
surface roughness is accompanied by the subsurface material damage. This damage is represented
by the microfractures and embedded particles and is usually confined within a shallow surface layer
of the material. The thickness of this layer is determined by the polishing and grinding process.
AFM studies have shown the small amount of diamond particles embedded into the resonator sur-
face. This could be useful in quantum optics, since a quantum dot containing diamonds or other
nanoparticles can be embedded this way to create a coupled system without noticeable degradation
of Q factor.

The author has fabricated a calcium fluoride resonator with 100 um diameter and optical Q
factor of 4 x 103, as derived from resonant curves shown on Fig.[3.9] The surface roughness does not
restrict the value of the quality factor. The measurements performed with AFM showed that the
surface roughness of small resonators is about the same as for the large disks with Q factor of 10°
and is practically negligible. Let us estimate the maximum @ factor that could be achieved in the
resonators with measured surface roughness. We will use the previously derived [54] expression:

3\3a
~ 8nm2B2072

Q (3.5)

where ) is the wavelength, a is the radius of the resonator, n is the refraction index of the resonator

material, B is the correlation length (length of exponential decrease of the autocorrelation function
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Figure 3.9: Resonant curve with Lorentzian fit for CaFy resonator 100 um in diameter. Rayleigh-
scattering-induced splitting is present.

for surface hight), and o is the roughness (standard deviation of surface hight). Let us assume that
A=1pum, a = 50 um, n = 1.43, B = 2nm, and ¢ = 0.33nm. For this set of parameters, we obtain
Q = 4 x 10'2. The estimated value of the Rayleigh-scattering-limited Q factor scales proportionally
to the radius and is still much higher than any Q factor observed in WGM resonators. The resonator
was fabricated with vacuum UV grade CaFy and its Q factor was limited by residual contamination
of the surface with polishing agents. It was found that when an excimer grade CaFy is used, it is
possible to achieve a Q factor higher than in any other open resonator and any other WGM resonator.
The 5.5-mm-diameter CaFy; WGM resonator was fabricated with Q factor of (5.31 4 0.04) x 10°
measured with a Nd:YAG laser at wavelength of 1064 nm. Even higher Q factors were achieved
in our laboratory. In microresonators, the role of Rayleigh and surface scattering becomes more

important, so the Q factor is lower for smaller cavities [54].

3.3.1 Tuning crystalline microresonators by mechanical deformation

Ability to tune frequencies of WG modes of crystalline microresonators is beneficial for quantum
optics and other experiments. Tuning of fused silica resonators by mechanical deformation has been
previously demonstrated [55]. Tuning by an electric field via Kerr effect may also be used. The
author and V.S. Ilchenko have carried out an experiment on tuning the WG modes by mechanical
pressure. The 500 um resonator made with MgFs was installed onto a piezo element and clamped
under slight pressure as shown on Fig.[3.10] By adjusting the piezo voltage we were able to reversibly
shift the WGM frequencies with a sensitivity of around 1 GHz/V (see Fig.. To couple light
in and out of the resonator, the angle-polished fiber couplers were used [25]. Tuning by as much as
100 GHz was possible but finally led to damage of the resonator. Similar experiments with a 5mm
CaF3 resonator in a different setup showed tunability of around 10 MHz/V. These results show that

if tunability of a crystalline microresonator is required, it can be achieved by accurate mechanical
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Figure 3.10: MgFs resonator is deformed along its axis with a piezo element. Resonator diameter
is 500 pm.

deformation of the crystal.

3.3.2 Precision spectroscopy of single ions

Ultrahigh Q crystalline microresonators with small mode volumes are suitable for applications in
quantum cavity electrodynamics and quantum optics. For instance, the resonators could be used
to demonstrate the strong coupling between a WGM and an atom, or to modify the spontaneous
emission of an atom interacting with the WGM. Various quantum optics experiments become pos-
sible with the new microresonators as the combination of high Q and small mode volume make it
easier to utilize optical nonlinearities of the crystalline material. It may be possible to arrange for
an interaction of single ions in a crystalline lattice and the optical WG mode leading to such intrigu-
ing applications as a single ion clock without a magneto-optical trap. In this section we consider
spectroscopy of a single ion in a doped crystalline microresonator as a possible application.

The dopants in crystalline WGMR are influenced by the host material of the resonator and
by the WGM field structure. The absorption profile of each individual doping ion is broadened
homogeneously through interaction with lattice phonons and shifted through the influence of the
crystalline lattice. This inhomogeneous shift of transition frequency is caused by the slight differences
in electronic configurations at the various lattice sites, which create different electric fields for each
individual doping ion. The observed inhomogeneous broadening of atomic transition profile in a
crystalline host is caused by these shifts. The spectrum of the doping in a crystal is formed as
a combination of many overlapping but relatively shifted spectra of single ions. Inhomogeneous
broadening varies over a wide frequency range for different host materials. In most crystals the
absorption lines of atomic impurities get narrower with decreasing temperature. At liquid helium

temperatures the phonon-originated homogeneous broadening fades, leaving the inhomogeneously
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Figure 3.11: Resonator spectrum during mechanical deformation. Lower spectrum corresponds to
zero voltage applied to the piezo element. Voltage was increased to 20 V gradually and then reduced
back to zero. Some permanent deformation took place as the mode on the upper graph is displaced
as compared to the lower graph.

broadened impurity absorption line with greatly increased intensity. These so-called zero phonon
lines make it possible to optically detect single impurity molecules or ions in such crystals [19] using
the single molecule spectroscopy techniques. The application of the WGM crystalline resonators may
be fruitful for this kind of single ion spectroscopy. Rare earth ions are convenient for observation
of the effect because they have many zero phonon line transitions, and relatively strong associated
dipole moments for selected transitions. For example, a Sm™ ion in CaFs has a dipole moment
of 0.63D for A=709nm transition [56], which is comparable to organic molecules of pentacene in
p-terphenyl matrix, 0.7D at A=592nm [57]. Debye is a non-system unit of electric dipole moment.
It is equal to the electric dipole moment created by the two charges of 1070 Franklin (or esu)
separated by 107m (1D = 107! Frcm= 3.335641072° Cm).

The WGM can be used to observe the absorption profile of a single ion if a small enough resonator
is doped with rare earth ions in low concentration. At low temperatures the absorption profile of
the dopant ions transforms into a “forest” of absorption profiles, corresponding to the individual
ions. If the modes of the resonator are scanned over the absorption profiles of the ions, one may
expect to observe the interaction of individual photons in a WGM and an ion, resulting in quantum
effects such as Rabi splitting [58]. The frequency of a WGM can be shifted by use of nonlinear

properties of the resonator material (e.g., electro-optical effect in lithium niobate) or by a change of

the resonators geometry (see, e.g., Sec.|3.3.1)).
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Alternatively, a first step towards this experiment, which requires a very low light level and
photon counting, may be the spectroscopy of a very low dopant concentration with large resonators.
The Q factor of a 5 mm resonator is limited by dopant absorption. By measuring the Q factor over
the span of wavelengths that includes the absorption peak, it may be possible to detect such peak
even for very small concentrations, such as 10 ppb.

Let us estimate the efficiency of coupling of a single ion and a WGM for the resonators at hand.
Consider a CaF, resonator with diameter of 100 um and optical Q factor of 4 x 10%. Assume that
it is doped with rare earth ions that have an electric dipole transition moment of y = 1D at a
wavelength of 1 pum (v = 3 x 10" Hz, w = 27v). The CaF, refractive index at this wavelength is
n = 1.43. Let us assume that we have only one such ion inside the volume occupied by the WGM
and that it is located at the point of maximum of the electric field of the WGM. The single photon
Rabi frequency and a strong coupling condition may be written as follows:

uE

Qr = 77 Q’I‘ > (’Ycavityar}/rad) (36)

Here 7equity and 7yrqq are the cavity decay rate and the atomic radiative decay rate. E is the electric

field amplitude (CGS units) resulting from a single photon stored in the WGM [59)

2mhw
E=——= 3.7
\/ Vi (3.7)

where the effective volume of the mode Vs can be derived using expression from Sec.[T.2.2}
The formula for the volume is derived for silica microspheres and is assumed to be appropriate
for our case, as the shape of an active region of our resonator is close to spherical. For the given

parameters of the resonator we have | = m = 422 and V5 = 2 x 1079 cm?®

. The single photon
Rabi frequency is then ,./27 = 8 MHz, which is significantly larger than the radiative decay rate
Yrada = 71 kHz and the cavity decay rate v.quvity = 0.7 MHz. Thus the strong coupling condition
can be realized. The radiative decay rate of an ion embedded in a lossless dielectric and the cavity
decay rate were calculated using the following expressions [59]

2900 = T iy = 4 (3.5)
The idea of coupling a WGM cavity mode to optical transitions of ions is not new by itself. State of
the art demonstration of this idea has recently been published [60]. The novelty of the idea discussed
here is in the way the ions are coupled to WGMs, and in potential advantages a combination of
zero phonon lines and crystalline cavities may bring. The optical cavity and the atomic trap are
combined in a single crystalline microresonator. Taking into account the possibility of making

smaller resonators with higher Q factors and a wide range of available inorganic dopants, we see
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that crystalline WGM resonators open new horizons in quantum optics and atomic physics.

3.4 Resonators with reduced spectrum

In some situations it is desirable to obtain a high-Q-factor resonator which would have as few
modes per FSR as possible and a relatively large diameter of around 5 mm. Such a resonator may
be fabricated without the diamond-turning procedure. A simple polishing may produce a high-Q

cavity with a light-guiding surface curvature radius as small as 10 ym or even less. Calcium fluoride

Edge radius is less
than 8um

Q
l6pm

Figure 3.12: Resonator having small radius of curvature of the light guiding surface. Single mode
fiber tip with 125 ym diameter is present on the left photo for scale. Shadow photograph on the
right represents resonator’s edge and contains a 16 um diameter circle for scale. Such resonators
approach single mode regime.

is a crystal with cubic lattice. It has a mechanical hardness anisotropy which leads to uneven removal
rates during polishing and consequently to a surface that deviates from circular. This effect may be

reduced to a minimum if special polishing conditions are applied. The resonator shown in Fig. [3.13]

F35

Figure 3.13: Fluorite resonator with narrow edge and a single mode fiber for scale.

and may approach single-mode regime if the coupling element is small. An angle polished fiber
coupler may be used. In this case the coupling may be adjusted so that only the fundamental mode

is efficiently coupled and the observed spectrum has only several modes per cavity FSR.
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Chapter 4

Optical quality factors of
crystalline cavities

Optical quality factor Q is one of the most important parameters of the WGM resonators. These
resonators demonstrate the highest optical Q ever achieved in resonators. The only notable excep-
tion are 4-kilometer-long LIGO interferometers. In these large Fabri-Perot resonators Q factor is
proportional to resonator length.

For a linear oscillator, Q is numerically equal to the ratio of frequency to the width of the
resonance curve at the level where amplitude decreases to 1/v/2 of its maximum: Q = w/Aw.
Alternatively, @ = wW/P, where W is the energy stored in an oscillator and P is a power of losses.
Quality factor determines the frequency discriminating ability of a system. In optical cavities it
also defines how long a photon is stored in a cavity on average: 7 = Q/w — cavity ringdown time.
In a cavity with radius a and refractive index n the resonant increase of the intracavity intensity
I. over the input light intensity I at a free space wavelength A is proportional to the Q factor:
I./Io = Q\/(n*na). For crystalline cavities presented in this dissertation this intensity may be
increased by a factor of more than 107. Even higher values may be possible in the future.

There are two basic methods of Q factor measurement for optical WGM resonators. One method
measures the cavity ringdown directly or indirectly. A cavity mode may be excited and the excitation
may be disabled much faster than the expected cavity ringdown time. The resonator will then
continue to emit optical energy with exponentially decaying power. The time constant is the cavity
ringdown time. This method requires good optical shutters, for which various electro optical and
acousto-optical modulators may be used. In another method a laser having a linewidth narrower
than the expected cavity resonance is scanned in frequency over a window which is expected to
contain a resonance of the cavity. Recording the cavity response provides one with a Lorentzian-
shaped curve, the width of which can be measured directly, thus providing a Q factor. Here a
good laser is required and the measurement power must be low to avoid nonlinear processes in the

resonator. There are also indirect methods for ) factor measurement. These include derivation of
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cavity Q from the stimulated Raman scattering (lasing) threshold and a homodyne method. In the
latter, the laser frequency is scanned quickly over the resonance and the cavity emission is mixed
with laser. This produces oscillations with growing frequency and exponentially decaying amplitude
(see Sec.[1.2.3] for an example).

The following sections provide examples of measurement of the record optical Q factors in crys-
talline WGM resonators. Theoretical analysis of Q factor limitations is also presented. Section [.1]
is based on a paper by I.S. Grudinin, V.S. Ilchenko, and L. Maleki published in Physical Review A
[B]. Section is a transcript of a paper by 1.S. Grudinin, A.B. Matsko, and L. Maleki published
in Optics Express [4]. Material is reproduced with permissions from APS and OSA.

4.1 Q factors of CaF, cavities in linear regime

Experimental demonstration of a record optical quality factor of (6.3 4= 0.8) x 1019, corresponding
to cavity ring-down time of 7 ~ 36 us, is made possible by avoiding nonlinear effects in a crystalline
whispering-gallery-mode resonator. Various loss mechanisms in CaFq cavities and ways of achieving

higher quality factors are discussed.

4.1.1 Introduction

Long storage times or long effective optical path lengths are important for efficient nonlinear in-
teractions and for cavity quantum electrodynamics (CQED) experiments. It has been shown that
extreme material purity and higher nonlinearities of crystalline WGM resonators may provide im-
proved photon confinement times [30], enhanced second harmonic generation [31] and low threshold
hyperparametric oscillations [61].

The interest in ultrahigh quality factors in support of new applications of WGM resonators
requires new strategies for the fabrication and characterization of the resonators. The Q factor, for
example, is commonly measured using either cavity ringdown or linewidth calibration techniques.
The presence of strong nonlinear processes makes it difficult to properly determine the Q with these
traditional techniques. The nonlinear processes include thermal and Kerr nonlinearities, stimulated
Raman scattering and thermo-optical instability, all of which can influence an accurate determination
of the intrinsic Q.

The purpose of the present work is to study the ultimate limit of the Q of the crystalline resonators
and describe techniques for measuring ultrahigh values. The outline of the section is as follows. The
results of Q factor measurements at three wavelengths are presented, including a record value for the
quality factor of a WGM resonator. Difference in cavity resonance curves obtained at different pump
power levels are also demonstrated. In the next section we analyze loss mechanisms that limit the Q

factor of crystalline cavities and give estimates for CaFy resonators. In the section on the nonlinear
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processes we discuss the influence they have on the shape of a resonant curve. The thresholds for
Raman lasing, thermo-optical oscillations, thermal, and Kerr bistabilities are also discussed. It is
shown that it is only possible to measure ultrahigh Q in the linear regime, by lowering the optical
power. In the final section we discuss the role of impurities and means for achieving higher optical

Q factors in crystalline cavities, together with some potential applications.

4.1.2 Fabrication of the WGM resonators

Figure 4.1: CaFy cavity with a record Q factor of (6.3 + 0.8) x 10'°, 5.5mm in diameter. White
brackets show the area of WGM localization.

Crystalline WGM resonators were fabricated with a novel technique developed in our laboratory.
A small cylinder is first cut out of a crystalline window. The axis of the cylinder coincides with
the window axis, which is along [111] crystalline orientation. This cylinder is mounted onto an air
bearing spindle of a home-made diamond-turning apparatus. Diamond cutting of a desired profile
is performed with a precise computer-controlled lathe. This step produces resonators with optical
Q factors of about 107. The next step involves hand polishing with a sequence of diamond abrasives
of decreasing grit sizes. A thorough cleaning procedure is performed after each polishing step. An
example of a resonator is shown on Fig.[£.1] This fabrication technique is applicable to many optical
crystals due to the versatility of the diamond grinding process. Resonators may be fabricated with
any diameter down to a few tens of microns (Sec.. Moreover, many resonators may be fabricated
on the same rod with small separations (Sec.. The resulting resonator chains may be utilized in

filtering and other applications and are similar to coupled pendulums in mechanics [50].

4.1.3 Measurement of a Q factor

The author has measured the optical Q factor of CaFs resonators at laser wavelengths of 1064 nm and

1550 nm using direct observation of cavity resonances. Measurements were also performed at 780 nm



37

using a homodyne method (Fig.. Noise from our 780 nm grating-stabilized diode laser made it
impossible to resolve the resonance curve directly. In a homodyne method, Q factor is derived from
the decay time of the interference pattern formed by two beams. The first is the laser beam with its
optical frequency linearly dependent on time and the second beam is the cavity emission. As the laser
frequency is scanned, at some point it excites a cavity mode and stores some energy in it. This energy
will then be emitted into the coupling element as a single-frequency, exponentially decaying optical
beam. Interference of this beam with the laser beam results in exponentially decaying oscillations,
from which a decay time may be extracted and the Q factor computed according to Q@ = wT'/2
(Fig.[4.2).

In order to achieve the flexibility of using various wavelengths of light we utilized a conventional
prism coupler to excite the modes of the cavity. The critical coupling efficiency was above 30 % at
all wavelengths. All measurements were performed in a strongly undercoupled regime, where only a
small fraction of light enters the cavity, leaving the measured Q factor close to the intrinsic value.

The 1064 nm Lightwave Nd:YAG and 1550 nm Coheras Adjustik lasers have narrow line of a few
kilohertz, which made it possible to use direct observations of cavity resonances. Laser frequency
was modulated with an internal piezo actuator. Signal generators were used to feed the sum of two
signals to the laser head. The first is a sawtooth-shaped voltage for scanning the frequency back
and forth over the cavity resonance. The second is a weak sinusoidal signal at 100 kHz for sideband
modulation of the laser carrier. Sideband modulation provides calibration peaks shifted by 100 kHz
both ways around the cavity resonance frequency. These peaks were recorded simultaneously with
the cavity resonance curve and used for frequency calibration. A direct high-frequency modulation
of the laser carrier through an internal piezo element results in a weak amplitude modulation. This
amplitude modulation was rejected by the detector with long response time. Example of the Q
factor measured with this method is shown on Fig.[4.3] The best value measured at 1550 nm was
Q = 1.1 x 10'°. The quality factor was also measured for a 1.5 mm CaF, cavity at 1064nm and
found to be 4 x 10'%. In a fluoride microresonator 100 ym in diameter values as high as Q = 4 x 108
were found to be achievable for a UV-grade material at 1064 nm. The free spectral range of our
cavities comprises many WGMs and the process of measurement included a search for the modes

with the highest values of Q.

4.1.4 Q factor and pump power

In order to observe the influence of the input optical power that was used to excite the WGMs on the
effective Q factor, we performed a series of measurements for a selected cavity mode. Measurements
were performed for coupled pump power levels ranging from a few nanowatt to a microwatt. For each
power level the laser was swept over the cavity resonance twice, first as its frequency was decreasing

and second as it was increasing. This produced two resonant curves for each pump power level.
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Figure 4.2: Example of “self-homodyne” measurement of ringdown time at 780nm at low power.
The insert shows the exponentially decaying oscillations resulting from the interference of the laser
beam and the cavity emission.

Quality factors were obtained by fitting the cavity response curves to a Lorentzian for both laser
frequency scan directions. We fit the dependence of the quality factor on power to exponentials for
illustration — to delineate the data points. These exponentials converge to a single value of Q for
low optical power, as expected. It should be noted that the intrinsic QQ factor of a cavity generally
should not depend on the optical excitation power. The observed divergence is generated by the
method used to derive the Q factors. Fig.[I.5] serves to clarify this statement. It represents four
measurements of the same WGM at coupled pump powers of 60 nW and 1 uW. These measurements
correspond to points A,B,C,D in Fig.[4] For the upper trace the pump power is well below the
threshold of nonlinearities and the resonant curve is Lorentzian. For the lower trace the higher
pump power causes the curves to deviate from the Lorentzian shape and become non-symmetric.
The asymmetry arises from thermal nonlinearity, which in our case causes the cavity eigen-frequency
to decrease as the laser beam begins to heat up the cavity material. As will be discussed in the
following sections, measurements A and B correspond to a power level that is below the Raman
lasing threshold, and thresholds of other nonlinear effects. For these measurements one may observe
the linear oscillator response independent of the direction of the frequency scan and thus be able to
obtain a reliable estimate for the cavity’s intrinsic Q factor. Occasional deviations from a Lorentzian
were still observed, due to the acoustic noise perturbations and the high-pass filter in the AC-coupled

input of the oscilloscope.

4.1.5 Losses in crystalline cavities

Given the Beer-Lambert law for light absorption I(z) = Ipe™**, which holds when the nonlinear

optical processes are not present, the maximum value of the optical Q factor of a dielectric WGM
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Figure 4.3: CaF5 cavity resonance showing record optical Q factor and a Lorentzian fit. Measured at
a coupled pump power of 100 nW in a strongly undercoupled regime. Out-of-resonance photodetector
level is -0.5mV.

resonator is given by
2mn

= (4.1)

Qmaac =

Here « is a total optical loss coefficient in nepers per meter, which is a measure of the cumulative

attenuation caused by different mechanisms:
Q= Qg5 + Umat + Qcoupling + Crad- (42)

The contributions from several loss mechanisms are added: surface scattering, material losses, influ-
ence of the coupler, and the radiative loss. Surface scattering is induced by the imperfections of the
surface. Material losses are caused by the fundamental absorption in the material, atomic impurities,
and three types of bulk scattering: Raman, Brillouin, and Rayleigh. Radiative loss is only significant
in small microresonators. The coupler losses can be made small by performing measurements in a

strongly undercoupled regime.

4.1.5.1 Surface scattering

Surface roughness may be induced by frozen capillary waves, as in the case of the fused silica
resonators, or by imperfections of polishing, in the case of crystalline resonators. In addition, some
amount of micro- and nano-particles is almost always present on the surface of a resonator. One
approach of estimating the surface-limited Q factor uses surface roughness (standard deviation o)

and B — length of exponential decay of surface autocorrelation function [54]:

Kreru 3X3a
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Qss = (4.3)
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Figure 4.4: The quality factor measured by fitting the cavity response curve to a Lorentzian for
several pump power levels. Measurements at points A,B,C,D were used to build Fig.[A.5]
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Figure 4.5: Cavity resonances recorded at pump power P ~ 60nW and P ~ 1 uW. Red traces show
Lorentzian fit. It can be seen that the resonance curves are not Lorentzian for higher values of the
input power.

Here Krp = 2.8, Krp = 9.6 are scattering suppression coefficients for TE and TM whispering
gallery modes in fused silica. Since the refractive index of fused silica n = 1.45 is close to that of
CaF3y, n = 1.43, we shall use fused silica suppression coefficients for our estimates. The formula
was obtained as an approximation which takes the correlation length to be much smaller than the
wavelength of light (0 B? < A\?). We may use this equation to analyze the atomic force microscope
(AFM) images of CaF5 resonators taken in the WGM localization area (Fig.. Since noise due to
the AFM and that of the surface roughness are independent, the variance of the image data is a sum

of the surface and noise variances 07,,,,. = 03,, Face

+ 02 ,.... Given the AFM empty image (noise)
standard deviation of 0,45 = 0.07 nm we calculate surface roughness o for the left and right image

to be 0.186 nm and 0.151 nm, correspondingly. Calculations were made with a standard expression
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Figure 4.6: AFM surface scans of 2 regions of WGM localization and images of corresponding
2-dimensional autocorrelation functions. Squares are 1x1 micrometer.

for the unbiased variance. These values are significantly smaller than those typical of fused silica
resonators [32], and demonstrate the capability of our fabrication technique. It is possible to achieve
even better results if advanced polishing techniques are used. In order to use the analysis, the
correlation length B should also be computed. We are interested in the correlation length along the
direction of light propagation, which in our case is coincident with the direction of polishing traces.
Computer algorithms of the image rotation generally alter the correlation function. In addition, the
autocorrelation function depends on the direction of computation for our type of surface. In order
to overcome these problems, a two-dimensional correlation function may be computed with the use
of a Wiener-Khinchin theorem and fast Fourier transform algorithms. Computed autocorrelations
are shown in Fig.[1.6] below the surface scans and are represented as levels in white. The black
color corresponds to zero. Since polishing leaves some traces, as can be seen on Fig.[4.6] the two-
dimensional autocorrelation functions decay slowly in the direction of polishing, masking short-range
surface structures in this direction. We may use the correlation length measured in the direction
orthogonal to polishing traces to obtain the characteristic radius of the surface features. Such

an approach is justified as the shape of the scatterer is irrelevant [62]. For both images this gives
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B ~ 40 nm. These computed parameters give Q, = 4.3x 10" and Q; = 6.6 x 10'! for surface-limited
Q factors.

A number of inclusions with diameters of 30-50 nm protrude from the surface by only about 1—
2nm, and can be seen in Fig.[£.6] These inclusions could possibly be the “shadows” of the diamond
nanoparticles, used in the polishing process, that were buried in the surface layer. The assumption
that there are particles inside the surface is reasonable as it is known that a thin 0.1 ym surface
layer may flow when the surface is being polished, thus trapping the polishing particles [63]. Particle

scattering limited @ when K 50 nm diamond spheres are embedded into the surface is given by

2mnVim Koy,
o = , Qgy = —L. 4.4
Q P K)\a_sp Qsp ‘/lml ( )

Here oy, is a classical cross section of a spherical scatterer [64]:

2
3 €s — €

e 4.5
r =Y (H) (4.5)

Qgp 1s a corresponding loss decrement and V;,,1 is a WGM volume, which may be estimated as (see

Sec.|1.2.2)
3
Vim1 =~ 3.473/2 (A) M8 /2(1 —m) + 1. (4.6)
2mn

Here [ and m are the mode indices, | ~ 2ran/\. This gives Q = 7 x 10'? /K which means that even
with 100 such embedded particles, a scattering limited Q of 7 x 10!° can be achieved. Unfortunately,
available images cover only a minor portion of the surface area, so it is difficult to determine the
actual concentration of nanoparticles on the surface of our resonators.

Another possible explanation for the observed particle-like structures in Fig.[4.6] might be the
chemical reactions between the CaF'y surface layer and the constituents of air. Air-induced roughness
of cleaved CaF, surface was found to be characterized by randomly distributed nanometer-sized
features. These features are believed to be induced by oxygen, and remain stable after formation

[65].

4.1.5.2 Material absorption and scattering

An ideal crystal with no impurities and defects has its window of transparency defined by the tail
of multiphonon absorption on the long wavelength side and by the tail of absorption caused by elec-
tronic transitions on the short wavelength side, also known as the Urbach tail. Raman, Rayleigh,
and Brillouin scattering mechanisms are also present in ideal crystals. It was experimentally found,
and theoretically verified, that the behavior of multiphonon and Urbach tails can be quite gener-
ally described by an exponential law. As will be discussed later, of all scattering processes, only

Raman scattering plays a significant role in crystalline cavities. Thus, bulk losses in CaFy may be



43

approximated by the following phenomenological expression [63, [66]:

A\
Omat = auve)\u/u/A + (079 <)\> + airei)\”//\ (47)

Here oy, @i, Auw, and ;. are the constants obtained by fitting the experimental data for UV and IR
absorption coefficients. Coefficient «.,, accounts for scattering suppression in the case of whispering
gallery modes a.p, = K| (_T1E7T M) where a,. is mostly Rayleigh scattering losses measured at \,..
Experimental data on the UV absorption for determining the parameters of the Urbach tail in
CaFy are rather scarce. Another complication is the dependence of the parameters on temperature.
Impurities may have a strong effect on the UV absorption spectra of CaFs [67]. The UV absorp-
tion coefficient is also known to be fluence dependent [68]. From Fig.[4.7] it can be seen that as
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Figure 4.7: Absorption in CaFy and Urbach tail. Data from 1965 [69] corresponding to the three
shortest wavelength points were also used to estimate the Urbach tail parameters. The 1933 data is
from [70]. Saint Gobain and Corning data were obtained from the websites of these manufacturers.
The scattering data was derived from [71]. Measurements by Ch. Goerling [68] are the first to
separate the coefficients of bulk and surface absorption. Lines connect the data from the same

source.
technology has advanced, CaFy blanks of higher purity have appeared. We assume that absorption
for wavelengths longer than the UV cut-off is determined by impurities. The absorption coefficient
for the cut-off wavelengths follows an exponential law. We have found that the data by Laufer et
al. [69] may be used to estimate the parameters of the Urbach tail as they represent measurements
in the UV-cut off region. Parameters of the multiphonon absorption wing were estimated from IR

absorption data for Corning CaFs.
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In a thorough study it was found [7I] that in the best samples of CaFy Raman scattering
accounts for less than 10% of the total scattering and thus can be neglected. Stimulated Raman
scattering, however, can not be neglected in our cavities as will be shown below. Elastic component
of Rayleigh scattering in CaFs was found to be equal to the bulk Brillouin scattering in a crystal.
In a WGM cavity the acoustic phonon spectrum is modified and Brillouin scattering is further
inhibited. As will be shown in Sec.[5.2] however, stimulated Brillouin scattering can be observed
under special conditions in WGM resonators. In comparison to high-purity fused silica (HPFS),
for the best CaFy specimens the intrinsic Rayleigh scattering loss is 0.0035, Brillouin loss is 0.005,
and extrinsic, defect induced Rayleigh is 0.0015. The total scattering measured in CaFs samples
at 90 degree is a(90°) = 6 x 10~* Np/m at 193nm. This gives a total integrated loss coefficient of
a, = 8ma(90°)/3 =5 x 1073 Np/m.

4.1.6 Maximum Q factor and its limitations

With the parameters from the two previous sections we have determined the maximum bulk-loss-
limited Q factor of a CaFs WGMR (Fig.. Experimental dependence of the refractive index on the
wavelength was taken into account. Curve “a” shows what Q factor is possible for an ideal-surface
resonator. Electronic absorption is responsible for a sharp decline of the transparency and Q factor
for A < 200nm. In the visible and near the IR region, the Q factor is mostly determined by Rayleigh
scattering. The decline of Q beyond 3 pum is explained by multiphonon absorption processes. Curve
“b” shows that surface scattering would be the main limitation on the Q factor of our cavities if
there were no impurities.

The TM modes are closer to the surface, so more scattered light goes back into the modes as
compared to the TE modes, giving the higher Q. For the real cavity the TM modes suffer from

additional surface scattering and the difference in Q factors is not so pronounced anymore.

4.1.7 Nonlinear processes in crystalline WGM resonators and optical Q

factor

When measuring the optical Q factor, it is important to ensure that nonlinear processes are not
present. One way to make sure this is the case is to directly observe the resonant response of a
cavity, which for a linear oscillator is known to be described by a Lorentzian lineshape. Deviations
from the ideal linear oscillator behavior could serve as a qualitative measure of nonlinearity. In
our experiments we found that when the optical power approaches the bistability or the stimulated
Raman scattering threshold, the resonator’s response is no longer Lorentzian. The Raman lasing
threshold is inversely proportional to the square of the Q factor [72], so when ultrahigh Q factors

are expected, reducing the optical power used for measurements to low-enough levels is a challenge.
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Figure 4.8: Maximum intrinsic Q factor of CaFs resonator at room temperature. a) Q factor limited
by Rayleigh scattering, multiphonon absorption and electronic absorption in an ideal crystal, along
with values modified by the geometry of a WGMR for TE and TM modes; b) surface roughness
limited Q factors; and c¢) experimental data.

Thermo-optical oscillatory instability and thermal nonlinearity [62, [73] were also observed in the
nonlinear regime. Linear resonant curves were only observed in a 5.5mm cavity at coupled pump
power levels of less than 100 nW.

As an example, we measured the cavity response at a pump power of 3 uW. This power was
found to be slightly higher than the Raman lasing threshold in our 5.5 mm cavity and is more than
an order of magnitude lower than the smallest reported threshold value so far (for an integrated
fused silica device [2]). The cavity response at this pump power is strongly non-Lorentzian, with
thermo-optical oscillations also present. Interestingly, the onset of the thermo-optical instability
was found to be approximately coincident with the Raman lasing thresholds in large (5mm) and
small (0.1 mm) cavities. Further investigations might show that Raman lasing may be involved in
the generation of the oscillations in thermo-optical instability.

Kerr and thermal nonlinearities may explain the departure of the cavity response from the
Lorentzian shape, as seen in Fig.[4.5 and [£.4. We may derive the bistability threshold, or the power
needed to shift the eigenfrequency of a WGM by its width at half maximum Af = ¢/(AQ), using a
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semiclassical approach. Nonlinear index of refraction An is given by [74]

E2
BaZo _ ng + An. (4.8)

n=ng+ns < E*>=ng+
The shift of the cavity’s eigenfrequency f is related to a change in the refractive index:
An
Af=——F. (4.9)
no

It follows, that the change in refractive index that would shift the cavity resonance by its width is

cno
An = . (4.10)
fAQ
For the energy density created by the K photons stored in a cavity we have
E2egn? _ Khw (411)

2 V. ff ’
hence the nonlinear refractive index is

E? Kh
Ap =120 22 (4.12)
2 Vegreong

Combining the expression for the nonlinear part of the refractive index and the required An we

obtain K, the number of photons in the cavity sufficient for bistability:

V@ffsgng
K=—"—7—. 4.13
Qnaohw ( )
The intensity buildup factor,
I A
= Qi =« (4.14)

Io  w2ang
implies that if we send K/a photons per second to the cavity, the resulting intensity inside the
cavity will be equivalent to K photons per second passing each cross section of the WGM. Since
each photon completes vppoton = ¢/(2mang) round trips around the cavity each second, one needs
to send

KVphoton _ Kw K

=TT (4.15)

photons per second as an external excitation to have K photons present in the cavity. This flux of
photons gives us the bistability threshold power:
w Veffa)’n% wVeffa)’l’Lg

T _ , 41
Woist = hw g5 =0t 4Q%n, (4.16)
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If one uses the relation for third-order susceptibility given in [74], which is valid for a linearly
polarized laser beam in isotropic materials and for the beam linearly polarized along [100] axis of a
cubic crystal, ‘
ny = 712”9“, (4.17)
no

and a relation between the systems of units [75]

1
(n2)mks = 5 107%(n2) csu; (4.18)

the CGS units formula for bistability threshold is

Verpwng

Woser = —LL20
Pt T 192y (3) Q2

(4.19)

In comparison with equation (3) in [19], this formula is different by a factor of 1/6, but it correctly
gives the values of bistability threshold cited in that paper.

The value of the nonlinear refractive index of CaFy is ng = 4.78 x 102 m?2/V? [76, [74]. Thus
the bistability threshold for 1.5 mm cavity (Vi;; = 2.93 x 10713 m3, Q = 4 x 10'°) is Wp;sy =44nW.
For a 5mm cavity with Q = 6 x 10'° the threshold is about 0.2 xW. This shows that a very low
input power could shift the eigen-frequency of a crystalline cavity. The fact that the resonant curves
presented on Fig. for a pump power of 60nW are Lorentzian even though the power is 1/3 of
the bistability threshold implies that the excited mode was probably not a fundamental WGM, but
rather a mode with a large effective volume, I —m > 1. For such a mode the bistability threshold is
larger than 200 nW and scales with the modal volume, proportional to \/2(I —m) + 1 (see Sec..

The third-order susceptibility associated with the thermal nonlinearity and a specific response
time depending on mode configuration may be estimated for T'E},,1, T Mjy,1 modes as follows (for-

mula in CGS units from [19]):

(3) o _MoocTr :>\212/3P0p
X1 = RomeNkT T Bnémr?

(4.20)

Here « is a bulk attenuation coeflicient, k-Boltzmann constant, S-thermal conductivity, and cp-
heat capacity. We have observed that the difference in Q factors for TE and TM modes was much
smaller than what might be expected if the Q were limited by scattering. In this case Q factors
would have been proportional to the scattering suppression coefficients Qrg/Qry ~ Kre/Krm.
The demonstrated Q factor of (6.2740.78) x 101° gives a new upper limit on the absorption coefficient
in CaFy at 1064nm of o ~ 1.4 x 10~% Np/m, derived from equation . Thus, the given value
of « reflects losses in the bulk crystal and the optical Q factor in our cavities is limited by the

internal absorption. Using parameters for CaFa: 3 =12W/(mK), p = 3180kg'm~3, ¢, =853 J/(kg:
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K), a=2500 yum and A =1.064 ym we estimate room temperature values 7 ~ 10 us and ng’) ~
7.3 x 10712 cm?/erg= 8.1 x 1072 m?/V2. The concentration of CaFy was computed as N = 2.45 x
1028 m~3. We see that the thermal nonlinearity is dominating in our cavity, which agrees with the

experimental observation.

4.1.8 Impurities and possibilities for higher Q factors

Measurements of the Q factor at 1550 nm yielded Q = 1.1 x10'°, which is smaller than the previously
reported value of @ = 1.7 x 10'° in [30]. This may be explained by the difference in specific
fluorite blanks and by the fact that the resonance curve in that work is nonlinear. While theoretical
estimates show that the Q factor should increase with the wavelength in the region of experimental
measurements (780-1550 nm), we found the opposite to take place, indicating an increase of bulk
losses for longer wavelengths (Fig.. The development of pure fluorite blanks is mostly driven by
the industrial demand for high quality crystals suitable for lithographic lenses transparent in the UV
region. Thus one may expect such fluorite blanks to have a reduced amount of impurities absorbing
at shorter wavelengths, explaining the lower Q at longer wavelength. For the best fluorite blank from
Corning, the total absorption is about an order of magnitude larger than the bulk light scattering
[(1]. Taking into account the argument from the previous section regarding surface scattering, it
follows that the absorption and scattering by impurities is the main loss mechanism in our crystalline
WGM cavities.

The crystals used for fabrication of WGMR in this work are the purest available excimer-grade
CaFy blanks. Nevertheless, these crystals contain significant amounts of atomic impurities such
as rare earths and other elements. For a typical excimer-grade CaFy there may be more than
20 impurities with more than 10 ppb concentration, and the total amount of impurities exceeds
10 ppm, a significant fraction of which is represented by strontium, magnesium, iron, and zinc
in the case of our crystals. Strontium was found to improve the radiation resistance of CaFq [77].
Ultrahigh Q factors are only achievable at low circulating optical power, where even a minor amount
of impurity ions can influence the response of the crystalline medium through resonant Mie-type
atomic fluorescence. Unfortunately, the information on the absorption spectra of certain ions in
CakF5 is not always available. The optical properties of impurities are characterized by sharp lines,
which correspond to optical transitions. The width of these lines increases with temperature. Thus,
one possibility of avoiding the influence of impurities in WGM cavities is to operate them at lower
temperatures outside of the spectral regions corresponding to optical transitions of the impurities.
According to the analysis presented in Fig.[4.8] one may expect the Q factor to approach the surface
scattering limit of Q = 10'2 at A\ = 1 um if the impurities are “frozen out”. If a better surface is
fabricated, the material-limited Q factor for the available fluorite crystals should approach Q = 104

at A = 1 pum and Q = 10*® at A\ = 3 um if the impurities are not taken into account. The latter would
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give an average photon confinement time in excess of one second. There are other ways of improving
optical quality of crystals. Annealing may be used to modify absorption spectra of color centers and
reduce concentration of dislocations and other defects. This technique has recently been used on
CaF5 and the evidence of significant improvements in Q factor were recorded [78]. Thermoelectric
oxidization has also been found useful for improvement of optical damage characteristics of lithium

niobate crystals [79].

4.1.9 Possible applications and conclusion

As the intrinsic optical Q factor of a WGM cavity increases, the power buildup coefficient grows,
which in turn lowers the threshold for nonlinear processes. We have shown that by reducing the
optical power circulating in an ultrahigh Q crystalline cavity it is possible to achieve a linear mode
and reliably measure the ultrahigh optical Q factors. We have demonstrated values as high as
(6.27 £ 0.78) x 1019, which gives a new upper limit on the absorption coefficient in untreated CaFs
at 1064nm of a ~ 1.4 x 104 Np/m. The measured Q factors are the highest values reported for
any optical resonator with these dimensions, making crystalline cavities extremely attractive tools in
optics. Possible applications of crystalline cavities include compact integrated Raman lasers, cavity
QED experiments with crystalline microresonators, and quantum nondemolition measurements.

As the threshold of Raman lasing is inversely proportional to the square of the Q factor, crystalline
cavities represent new possibilities for the realization of tunable, fiber-compatible Raman lasers
operating with high efficiency. Another interesting application of high Q crystalline cavities is based
on optical parametric oscillations [6I]. It might be possible to fabricate an all-optical, fiber-coupled,
solid-state frequency standard and a single ion clock based on these devices.

Estimates for a 100 um LiNbOg cavity show that a single photon would shift the cavity resonance
by as much as 6 Hz. Such a shift can be detected with optical techniques. This opens new possibilities
for quantum nondemolition (QND) measurements of the number of photons in a cavity. However,
thermal effects may cause much larger random shifts at room temperature [24].

As was discussed in Sec.[£.1.5.1] a number of polishing particles remain attached to the surface
of the cavity and if the particles are small enough, the high Q factor is preserved. Observation
of these particles suggests the possibility for imprinting quantum-dot-containing diamond or other
nanoparticles into the surface while preserving the QQ factor on a very high level, even for the small
WGM cavities suitable for cavity QED experiments. In similar experiments with silica microspheres,
the application of nanoparticles through deposition usually leads to a significant degradation of the
Q factor of the cavity.

The extreme Q factors of crystalline cavities open new opportunities in optical filtering and
spectroscopy. A single-mode cavity made with lithium niobate could operate as a tunable, fiber-

coupled etalon, more compact and with a higher finesse than a Fabry-Perot cavity. For these
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applications, resonators with large mode volumes must be selected to reduce the undesirable effects
of nonlinearities.

In conclusion, we have demonstrated measurements of a record-high optical Q factor of a fluorite
WGMR, fabricated with a diamond-grinding technique. We analyzed possible loss mechanisms in
crystals and the influence of nonlinear processes. We showed that in order to measure the higher Q

factors in linear regime, lower pump power levels must be used to avoid nonlinear processes.

4.2 Fundamental limits and cryogenic Q factor of crystalline

resonators

This section is based on a paper published in Optics Express [4] called “On the fundamental limits
of Q factor of crystalline dielectric resonators”.

The temperature dependence of the processes which fundamentally limit optical quality factor
of ideal crystalline whispering-gallery-mode resonators is investigated. The example of CaFy is used
to show that spontaneous Raman scattering is the main limitation of the quality factor at low
temperatures. Stimulated Raman scattering is also shown to be important at any temperature.
We experimentally demonstrate nonlinear absorption due to stimulated Raman scattering in a real
cavity at room temperature and theoretically derive Raman gain of CaF5. We conclude that optical
storage times in excess of one second could be achieved in millimeter-sized cavities.

Recent progress in fabrication of whispering-gallery-mode (WGM) resonators with crystalline
materials has resulted in the highest demonstrated quality factors (Q) for these types of cavities
[30 [78], (Sec.. The mechanical polishing techniques used in the fabrication process essentially
eliminate surface scattering and surface absorption as loss mechanisms at the achieved material
transparency levels (see Sec.. The only remaining physical mechanisms limiting the ultimate
achievable Q with this approach are linear and nonlinear attenuation in the dielectric material.

Optical transparency of ideal dielectric crystals is restricted by the fundamental blue and red
wings of photon absorption. The blue wing is defined by optically allowed transitions between valence
and conduction electron bands. The red wing results from the interaction between light and phonons
in the crystalline medium. Both absorption mechanisms have a strong frequency dependence, so the
absorption of light in a dielectric within the transparency band can be extremely low. The question
is how low it can be, and is there any other transparency-limiting mechanism. A similar question has
been discussed for optical fibers [62]. It was shown that the scattering loss mechanisms — such as
Rayleigh, Brillouin and Raman — determine the extent of optical attenuation. These mechanisms
are present in ideal optical crystals and limit their transparency as well.

In this section we analyze the minimum light attenuation achievable with ideal crystals at room

and cryogenic temperatures. We use a real, almost-perfect fluorite crystal as an example. It was
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shown previously that the attenuation of UV light in artificially grown CaFs is nearly completely
limited by Brillouin and thermodynamic Rayleigh scattering [71] at room temperature. We show
that the spontaneous Raman scattering is primarily responsible for the attenuation in an ideal crystal
at low temperatures. Applying this result to the crystalline WGM resonators, we find the limits to
the IR quality factors. We also show that, in contrast to the low-temperature regime, spontaneous
Brillouin scattering, as well as stimulated Raman scattering (SRS), determine the Q factor of a
WGM resonator under realistic experimental conditions at room temperature. We measure the
influence of SRS on the Q factor of a millimeter-sized resonator using a ring-down technique, and

show that this scattering becomes important at input power levels higher than a few microwatts.

4.2.1 Three types of scattering

Let us consider Rayleigh, Brillouin, and Raman scattering in a perfect crystal. Thermodynamically
limited Rayleigh scattering is small in an ideal crystal, and Brillouin scattering dominates. The
quantitative ratio of Rayleigh and Brillouin scattering can be estimated using the Landau-Plachek
relationship (see, e.g., [80]):

oari , Pr_ (4.21)

ap s

where O7 and (g are the isothermal and isobaric compressibilities, respectively. This ratio is gener-
ally less than unity in crystals and vanishes with temperature decrease in the low-temperature limit
(311, p. 219):

1= -1~ T, (4.22)

where Cp and Cy are the specific heat capacities at constant pressure and constant volume, respec-
tively. Rayleigh scattering can be neglected in a perfect crystal at low temperature, as the result of
(4.22)).

Temperature dependence of spontaneous Raman and Brillouin scattering mechanisms is deter-
mined by the number of participating phonons, given by a Bose population factor [82]. The corre-
sponding light attenuation coefficient accounting for both Stokes and anti-Stokes components may

be estimated as follows (see also [80], p.99)

N 2o\ hpr L\ 1
QB,R = (B0,RO By exp heT 1 + 5

where A is the wavelength of light, apo ro are the scattering parameters given by the properties of

(4.23)

a particular crystal corresponding to Ag, {2 is the Brillouin frequency shift for 90° scattering, and
Qg is the Raman frequency shift.

In writing of we have assumed that the crystal has a single phonon branch. Using data
evaluated for CaFy at T=300K in [71]: 7Qp/kpT ~ 1/300, iQr/kpT ~ 1/4, \g = 0.532 um, ap =
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2.411x 107" em™!, ap ~ 4.34x 1078 cm ™! we obtain agg ~ 8x 107 % em™!, apg ~ 1.1x 108 ecm 1.
It is easy to see that Brillouin scattering is significantly suppressed and the attenuation of light in a
perfect crystal is determined by the spontaneous Raman scattering at low temperature. The room
temperature attenuation, on the other hand, is given by spontaneous Brillouin scattering.

It is shown in [71] that the existing calcium fluoride crystals have transparency close to the
fundamental limit in the UV. However, such a low attenuation is yet to be demonstrated in
experiments with visible and infrared light. The measured transparency is two to three orders of

magnitude lower than the fundamental limit in those frequency bands (see [30], Sec.[d.1]and Sec.[3.3)

because of the extrinsic and intrinsic impurities of the material.

4.2.2 Properties of fluorite WGM resonators

We now discuss the optical properties of fluorite WGM resonators. The maximum quality factor of
the resonator is given by Qmaz = 2mn(A)/[Aa(N)], where n(}) is the refractive index of the material,
A is the wavelength of light in vacuum, and «(A) is the total loss coefficient of the bulk dielectric
material. This formula is not entirely correct for scattering losses. A coherent scattering loss, where
some part of scattered light is deflected back into the mode, leads to the enhancement of the Q
factor by up to an order of magnitude [54]. We still use the formula as the role of scattering is minor
in the case of an ideal fluorite cavity, which we consider in this study. In such a cavity the surface
roughness is given by the lattice constant and the corresponding optical storage time can reach 1s
for a resonator having 1cm in diameter for A = 1 ym.

In case of a real cavity, the surface roughness can limit Q factor. Some estimates made in Sec.[4.1]
for a particular fluorite cavity show an upper limit for Q of about 10'2. However, this is a technical
limitation given by the particular polishing procedure. A further investigation is required before
storage time beyond 1s is achieved.

In what follows we neglect the surface scattering and consider only unavoidable attenuation
mechanisms. The corresponding wavelength dependence of the attenuation as well as Q factor for
CaF3, given by Raman and Brillouin scattering as well as by blue and red wing absorption, are shown
in Fig.[4:9] The approximation of the maximum quality factor of CaFy WGM resonators found in
[30] using existing experimental results nearly coincides with the fundamental limit presented in
this paper at room temperature. The wavelength dependence of the index of refraction of the
material at T' = 300 K was found using the 4-term Sellmeier equation [83]. Blue and red absorption
wings can generally be approximated by a simple exponential dependence [63] 66]. Parameters for
the blue wing have been derived from [69]. Red wing parameters were obtained from [84] and the
experimental data publicly available for Corning CaFs. For our analysis we have assumed both wings
to be temperature independent, as the temperature dependence is known to be weak. According to

Fig.[&.9] the lifetime of a photon in a fluorite WGM resonator can exceed 1s for A = 1.5 ym.
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Figure 4.9: Attenuation in ideal CaFy (left), and Q factor (right) of ideal fluorite WGM resonators
at room and nearly absolute-zero temperature. Contributions from spontaneous Brillouin, Rayleigh,
and Raman scattering, as well as blue and red wing absorption, are added.

We now show that not only spontaneous, but also stimulated scattering is important in macro-
scopic WGM resonators. Stimulated Rayleigh scattering is not experimentally observable in high-Q
WGM resonators as it is suppressed by a mismatch of modal structure of a typical cavity and the
gain profile for this process [80]. Stimulated Brillouin scattering is suppressed because of the ab-
sence of phase matching between acoustical and optical modes in the WGM resonators (however, see
Sec.. The resonantly enhanced, stimulated Raman scattering is always possible if the frequency
difference between subsequent modes of the same mode family (free spectral range, FSR) is less
than the spectral width I" of the optical phonons. In fluorite at room temperature I' = 450 GHz [85].
Hence any resonator with radius R > ¢/(2rn(A\)T') ~ 75 pm is not immune to SRS.

Stimulated Raman scattering, as well as spontaneous Raman scattering, is present in even an
ideal crystalline lattice at nearly absolute-zero temperature. It is one of the fundamental causes
of light absorption in a WGM resonator. The stimulated scattering generates optical phonons in
the material. The phonons decay due to the multiphonon scattering, which results in heating of
the crystal and growing of the entropy. To estimate the maximum quality factor achievable in
a crystalline WGM resonator if SRS is allowed, we consider a resonator supporting a pump and
several first-order Stokes modes. Such a system can be described at low temperature by a set of rate
equations [86]:

2

. " gb
ng = —275n5+hwpﬁgvnpn5, (4.24)

2
: C 9b
ny, = _Q%Tlp_hwpﬁvg npns, (4.25)
s

where n is the refractive index, n, > 1 and ng > 1 are the averaged photon numbers in the pump

and Stokes modes, V' is the mode volume, and 2vys = a(Ag)c/n and 27y, = a(A,)c/n are the total
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linear decay rates of Stokes and pump modes respectively. The rates take spontaneous scattering
decay into account. We assume that the modes completely overlap and have the same volume V.
These equations were derived from (25) and (26) of [87] by replacing spatial derivatives (dP, g/dz,
P, s is the power of pump and Stokes light) with temporal derivatives (1, s).
The bulk Raman gain g, is related to the attenuation due to spontaneous Raman scattering as
([86], p.371)
_ aR()‘P)/\f? Wp

— PP 4.2
P Op) 8m2c2n2 Rl (4.26)

where we assume that Ag = A,. The wavelength dependence of the gain is shown in Fig.[4.10{(c). It
is easy to see that for CaF5 the value of the bulk Raman gain is g, = 2.4 x 10~ cm/W at A = 1 ym.

An approximate temperature dependence of the spectral width of the Raman phonons is given

by [88]
2

=Ty |1
O MY (W 2kT) — 1]

(4.27)

if we assume that phonons experience degenerate two—particle anharmonic decay.

According to equation (4.25)) the effective decay rate of the pump radiation due to SRS is

g
2vsrs = hwpﬁVNSnS’ (4.28)

where Ng is the total number of Stokes modes the light decays into, and ng depends on the pump
power. The quality factor of the pump mode, Qsgrs, is going to be smaller than Q when the pump

power exceeds Py, [89]:

== (4.29)
where SRS threshold power is given by

_ m2n2 vV
GBQpQs A\pAs’

P (4.30)

and the external pumping P is assumed to exceed the threshold significantly P > Py,. Selecting
the realistic values for a 1mm cavity g, = 2.4 x 107" em/W, n = 143, V = 1.4 x 107" cm?,
Qp = Qs =101 )\, = \g = 1 um, we obtain P, ~ 120nW. Pumping the resonator with 1 W of
light for these parameters will result in a reduction of the effective quality factor of the corresponding
WGM down to Qgsrs = 3.5 x 10°. It should be emphasized that this quality factor is related to
the pump light only. To observe this Q factor decrease, the Stokes light should be blocked from
reaching the photodetector when using a ringdown technique. We may combine equation
with equations and to derive temperature dependence of SRS threshold power for this
cavity. It is also interesting to estimate the threshold power in terms of a photon number given

by the expression P, Tr/hw, where T = Q/w is the ringdown time. The results are presented in
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Figure 4.10: A) SRS threshold for a 1 mm ideal-surface cavity made with an ideal CaF,. B) Low
temperature SRS threshold for a 1 mm ideal cavity made with CaF5 in terms of photon number. C)
Theoretically evaluated wavelength dependence of the Raman gain in CaFs.

4.2.3 Experimental observation of nonlinear attenuation

We have performed an experiment to demonstrate the nonlinear attenuation caused by SRS. Mea-
surements at 780nm were performed with an external cavity stabilized diode laser. Free beam
emission from the laser was coupled to a fiber, which had an output collimator attached. Light from
the collimator lens was sent into a glass prism, which served as a coupler for a CaFy; WGM resonator.
Coupling efficiency of the pump light to WGMs was better than 30 %. The output light that went
through the coupler was collimated with a lens and collected on a photodetector. Although the
Stokes light should be blocked to observe the nonlinear behavior, in this experiment we did not
employ specific measures to do so. We suppose the Stokes light was partially blocked accidentally
by dispersive properties of the setup components.

We observed ringdown signals obtained by periodic scanning of the laser frequency over many
resonator modes with the internal piezo of the laser head. Time-dependent signals resulted from
the interference between the pump radiation and the emission from the resonator. According to our
observations the signal had a clearly non-exponential time dependence (Fig.7 which supports

the above discussion.
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Figure 4.11: Experimental observation of the ringdown signal of a calcium fluoride resonator and
setup scheme. The observations were performed at 780 nm. The threshold power of the SRS process
was on the order of a few microwatts. Linear fits of the amplitude decay are presented by red
lines, emphasizing two different ringdown constants at the beginning and at the end of the process.
Inset shows the actual signal recorded on the photodetector. Blue points in the graph represent the
amplitude of the signal shown in the inset.

4.2.4 Conclusion

We have presented theoretical as well as experimental studies of light attenuation resulting from
fundamental scattering in crystalline WGM resonators. We show that the spontaneous Raman
scattering results in the fundamental restrictions of the resonator quality factor at low temperatures.
Stimulated Raman scattering also restricts the quality factor at any temperature if the power of the

light used in the resonator exceeds the threshold of the stimulated process.
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Chapter 5

Photon—phonon interactions in
crystalline resonators

There are three major scattering mechanisms in optical fibers. These mechanisms are named after
Rayleigh, Raman, and Brillouin. If the intensity of light in fiber is high enough, a stimulated process
may occur in which the scattered wave is amplified at the expense of the input beam. All three
scattering mechanisms are present in WGM crystalline resonators. Rayleigh scattering is caused
by non-propagating, frozen density fluctuations and is theoretically absent in pure crystals at low
temperatures. At higher temperatures there may still be Rayleigh scattering due to microscopic
temperature fluctuations. Raman scattering is caused by interaction of photons and vibrational
states of molecules of which the crystal is made, or optical phonons. Brillouin scattering is an
interaction between photons and acoustic phonons, or scattering from density fluctuations caused by
acoustic waves. In a stimulated Brillouin scattering, the energy is transferred from the optical beam
to the acoustic wave through electrostriction and the frequency of phonons is clamped to a specific
value defined by energy and momentum conservation. It depends on optical wavelength, material
composition, and, to some extent, temperature and pressure. While spontaneous scattering events
limit the optical Q factor of a resonator, stimulated process is useful in that it enables WGM-based
Raman and Brillouin lasers, which are expected to have very good characteristics as compared to
the counterparts based on the fiber-ring resonators. Advantages include lower threshold and higher
conversion efficiency as well as narrow linewidth. Raman and Brillouin lasing in crystalline WGM
resonators are demonstrated in this work for the first time.

Results presented in this chapter are based on papers published in Optics Letters, Journal of
Optical Society of America B and Physical Review Letters (submitted) [5l [6] [7]. Reproduced with

permission from OSA.
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5.1 Stimulated Raman scattering.

5.1.1 Introduction

Scattering of light by optical phonons was experimentally discovered by Raman and Krishnan in
liquids, and independently by Mandelshtam and Landsberg in crystals [90, O1]. Lasers based on
the stimulated Raman scattering (SRS) effect have found numerous applications in material science,
molecular spectroscopy, and in many biological studies. SRS can be used to convert one optical
frequency into another, making it possible to access virtually any wavelength within the Raman-
active material’s transparency window. Generation of stimulated Raman scattering requires high
levels of optical power, which may be reduced if a Raman-active medium is placed into an optical
resonator. In this case, Raman laser characteristics are also defined by the properties of the resonator.
Existing configurations include Raman lasers based on variations of Fabry-Perot cavities [92], Bragg
grating resonators [03], fiber-ring cavities [04] and WGM resonators [72, [95]. The latter, while
being compact and fiber compatible, exhibit the lowest lasing thresholds as extremely high optical
power density in the cavity is easy to achieve. For example, in a 100 um fused silica WGMR with
Q = 5x 108, injected power of 1 mW builds up to intensity of 12 GW /ecm?. The high optical Q factors
of WGMRs make it possible to easily achieve high intracavity power to enhance nonlinear effects
[96l, 33| 27, B1, 04]. Low threshold makes miniaturization of a Raman laser possible. The recently
demonstrated [95] integrated Raman laser based on a fused silica microsphere has a lasing threshold
on the order of 100 uW, owing mostly to high intracavity intensity buildup factor. However, the Q
factor of fused silica cavities is subject to degradation due to atmospheric water and is limited to
about eight billions for mm-sized resonators by material purity achievable with today’s technology.
Fluorite cavities have certain advantages over their fused silica counterparts. The lower loss of
the crystalline material allows for higher Q factors and the associated intracavity optical power
buildup which, along with a higher Raman gain of the fluorite (Sec., lead to lower thresholds
of Raman lasing. This material may easily be superpolished to subnanometer surface roughness
as demonstrated in Sec.[d.I] and the resulting surface does not absorb water vapor. The refractive
index of fluorite is smaller than that of fused silica, making it possible to use common optical fibers
to couple light in and out of the cavity. A coupling efficiency exceeding 80 % is routinely achieved
in our lab. Finally, it is possible to use diamond machining techniques to produce fluorite cavities
with a predesigned spectral response and single-mode cavities (Sec..

We demonstrate efficient and ultralow threshold Raman lasing with ultrahigh Q CaFs whispering
gallery mode (WGM) resonators. Continuous wave emission threshold is shown possible below
1 W with a 5mm cavity, orders of magnitude lower than in any other non-WGMR, Raman source.
Achieving a low lasing threshold may be possible by increasing the Q factor, as opposed to decreasing

the cavity diameter. Indeed, the threshold of Raman lasing in a WGM cavity is given by the following
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formula [87]:

w3n? Vin

= £9.0500 ApAs

Here n is the refractive index, @ p and Qg are cavity quality factors for pump and Stokes wavelengths,

Pip (5.1)

Ap and Ag. The cavity Raman gain factor g. is equal to the bulk Raman gain factor. V,, is the
WGM volume and the factor £ accounts for non-critical coupling and imperfect overlap of pump and
Raman WGMs. If the Q factor is the same for pump and probe wavelengths, the Raman threshold is
proportional to the ratio V;,/Q?. In a realistic cavity the scattering-limited Q factor is proportional
to the mode volume @ ~ V,,; and the threshold becomes inversely proportional to the latter. From
equation one can easily see that if a Raman lasing threshold for a 100 um cavity with Q = 10%
is 100 W, then for a 5mm cavity with @ = 5 x 100 the threshold decreases to 0.5 uW.

To our knowledge, we present the first observation of regular and cascaded operation of CaFq
Raman laser, and the first observation of cascaded lasing in a fiber-compatible crystalline laser at a
pump power below 1 mW. Stokes components of up to 5th order were observed at a pump power of
160 W, and up to the 8th order at 1 mW. Lasing threshold of 15 uW was also observed in a 100 um
CaF5 micro-cavity. Conversion efficiency above 60 % is demonstrated for a crystalline Raman laser.
The resonators are fiber compatible and are fabricated with a very simple technique. We also
demonstrate a single-mode operation of the laser in a multi-mode cavity, as well as a multi-mode

operation of the laser in a single-mode cavity. Potential applications are discussed.

5.1.2 Fabrication of the resonators

We have used a very simple polishing technique to fabricate WGM resonators out of a CaF4 crystal.
A small cylinder is initially cut from a UV-grade CaF5 blank. The cylinder is glued onto a cap which
is then installed onto a high speed motor and a thin thread with diamond abrasive is used to create
a region that supports the WG modes. This fabrication technique can be automated, and resonators
with radius of curvature down to 10 um and below may be produced (see Chap.. Diamond turning
of the crystalline workpiece, followed by a conventional polishing technique was also used to fabricate
single-mode resonators and microresonators. The cavities made with pure CaF, monocrystals are
used as Raman lasing elements. One resonator was made with excimer-grade fluorite with a diameter
of 5mm. The geometry of this multimode resonator is such that its free spectral range (FSR) is
13 GHz and the cavity supports many non-fundamental WG modes within each FSR. The other
cavity was made with a UV-grade fluorite with a diameter of 0.1 mm. The two resonators were cut

with their axes parallel to the crystalline (111) orientation.
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5.1.3 Low-threshold and cascaded generation of Raman Stokes

Cavity modes were excited with an angle-polished fiber coupler, which also serves as an output
coupler for the pump and Stokes radiation. The couplers are similar to those presented in [25] and
are made by cleaving the fiber at a right angle followed by angle-polishing. Such a coupler has a
phase-matching evanescent field region to couple light to the WGMs of the resonator (see Fig..
In our case the fluorite resonator was 5 mm in diameter and the angle of the coupler was around 10°.
We have used a single mode fiber “P3-980A-FC-5" from Thorlabs to fabricate couplers. The output
of the coupler was divided between the photodetector and the spectrum analyzer with help of a
beam splitter. A narrow linewidth Nd:YAG laser manufactured by Lightwave Electronics, emitting
at 1064nm, was used to excite the WGMs in the cavity. Raman emission was observed with an
optical spectrum analyzer. All experiments were carried out in a clean room and all measurements
were performed for TE polarization of the WGMs. A simplified Pound-Drever-Hall (PDH) locking
technique [12] allowed us to continuously pump the WGM mode of the cavity, and the resulting
Raman emission was monitored in a CW mode. Simplified schematics of the setup are shown in

Fig.[5.1] In the process of threshold measurement, the laser was locked to a cavity mode at several

|Laser |—~ N l>__

Detector

|Se

Spectrum
analyser

@9 " polished fiber
Mixer

Figure 5.1: Setup diagram with inset showing the coupling schematics. A PDH-locking technique is
used to stabilize the power in a cavity.

pump power values. Pump power refers to the power absorbed in the cavity. The results presented
in Fig. correspond to Raman lasing when a WG mode with a loaded optical @ = (2.6+0.3) x 1010
is used, with a coupling efficiency of 40 % as measured from the critical coupling point. Clamping
of the intracavity power is evident at a point where the second Stokes component appears. This
behavior is natural for WGM-based Raman lasers, as was shown elsewhere [95]. Given the threshold
of 3 uW at this Q factor and equation , we see that if a different mode with a Q factor of 5x 1010
and the same effective volume is used, a threshold well below 1 4W should be expected. It was shown

[05] that the optimal coupling for Raman lasing is about 89 % of critical, which also implies some
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Figure 5.2: The output optical power as a function of the pump power for non-optimized operation
of the Raman laser based on a 5 mm cavity

room for further optimization. Thus the crystalline WGM resonator has the lowest Raman lasing
threshold available today, as the threshold of other sources is at least 20 times higher. The efficiency
of our laser was made small by operating in an under-coupled regime with the purpose of measuring
the lasing threshold. The maximum observed unidirectional efficiency for the 1st Stokes component
was Psiokes/ Ppump = 0.24 in cascaded mode with 7 Stokes components present.

The vibrational spectrum of CaFy has nine phonon branches — six optical and three acoustic.
Only one vibration with v = 322 cm ™! is Raman-active. The Raman wavenumber and gain linewidth
depend on temperature [97, [08]. The wavelengths of the Stokes components may be computed and

are found to be in direct agreement with the experimental results presented in Fig.[.3] The inset
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Figure 5.3: Left panel: cascaded operation of the Raman laser. Insets show the photograph of a
cavity and the detailed spectrum of the first Stokes component. Power is as seen on the spectrum
analyzer; the actual pump power is ImW. Right panel: cascaded operation of the Raman laser. The
pump power is 160 uW. The spectrum is combined from 9 consecutive measurements obtained in an
unlocked regime.
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shows the 1st Stokes spectrum, which is formed by many WG modes lasing within each FSR of the
cavity. The spectrum width gives a rough estimate for the Raman gain linewidth dv ~ 1.7cm™".

Cascaded operation of the laser with Stokes components of up to the 8th order was observed in
an unlocked regime, when the pump laser frequency is quickly scanned around the WGM. A high
pump power of about 1 mW produced a nonlinear behavior of the mode so pronounced that the
PDH locking was impossible. As a consequence, the power levels of Stokes components in Fig.[5.3]
were fluctuating over the time of the measurement. These components only indicate the presence of
Raman emission at the given wavelengths. Cascaded Raman lasing has been previously observed in
microdroplets. One exotic example is SRS in liquid hydrogen droplets [27] observed at rather high
input power levels. Efficient Raman lasing with 5 Stokes orders was also observed in fused silica
microcavities [72].

We have also observed Raman emission from a smaller cavity made with a different specimen of

CaFq. It is interesting to compare the operation of our laser with the one discussed in [72]. The
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Figure 5.4: Cascaded Raman lasing in a 100 gm fluorite microcavity. The pump power is about
100 pW.

microsphere with the lowest threshold had a diameter of about 55 um, a quality factor @ = 108,
and a first Stokes threshold of about 60 4W. In the fluorite cavity presented here, the modes occupy
a larger space as the resonator diameter is 100 um. The value of the quality factor Q = 10% is
obtained with direct linewidth measurements. The Raman lasing threshold in the fluorite cavity is
estimated to be below 15 W, which may suggest a stronger Raman gain in CaFs. This argument
is supported by a study of scattering in fluorite [71] where the gain for CaFs was found to be higher
as compared to fused silica, while having much narrower spectral width. Raman gain was also
theoretically estimated in Sec.[:2 At a pump power of about 100 uW, cascaded operation of the

Raman microlaser is observed. No anti-Stokes emission was found for our cavities.
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5.1.4 High-efficiency and single-mode Raman lasing

The example of the coupler and the profile of a resonator that was used in this set of experiments are

shown on Fig.p.5l To implement a PDH frequency lock, the pump beam was phase-modulated at

Figure 5.5: An angle-polished fiber coupler (left). Single mode fiber is polished at an angle, which
was computed to optimize coupling to a 5mm CaF5y disk. An approximate ray path is shown with
a white arrow. Shadow photograph of a CaFs resonator (right). The white circle shows that the
radius of curvature of the disk in the WGM localization area is around 100 pm.

0.6 MHz with a resonant electro-optical modulator (EOM) and the WGM cavity acted as a frequency
discriminator. The amplitude of the reflected portion of the pump beam, produced at the output
of the coupler contains a component at the modulation frequency. This component was recorded
by a Thorlabs photodetector “DET10C” and multiplied by a phase-shifted modulation signal with
the help of a mixer to obtain the PDH error signal. Schematics of the experimental setup is similar

to the one from the previous section and is shown on Fig.[5.6] Phase shifting, used to optimize the

PDH laser lock Polarization
H » control 2 4

|Laser I—Vl EOM I—r>
7'y 7'y

Lens Detector

Spectrum
analyser

Error signal

<&
<

RF Mixer:

Figure 5.6: The setup diagram. A PDH locking technique is used to stabilize the power in a cavity.
A’ and "B’ denote input and output angle-polished fiber couplers.

error signal, was achieved by varying the frequency of excitation of the resonance transformer in
the phase modulator. The error signal was amplified and filtered with a low noise voltage amplifier

“SR5607, and fed back to the laser piezo. Typical error, transmission, and reflection signals for the
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case of linear modes in a resonator are shown in Fig.[5.7] Pumping of the Raman laser is performed
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Figure 5.7: Optical power from coupler “A” (channel 2), “B” (channel 1) recorded with the pho-
todetectors and the error signal

by the same mode that is used for frequency locking. It should be noted that the observed WG
modes were non-Lorentzian, as thermal and Kerr nonlinearities were present at the level of power
that was used. Nevertheless, the error signal still had a linear region which allowed us to successfully
lock the laser. When the laser was frequency-locked to a cavity, the amplitude noise of the reflected
signal was around 20 %, which may be significantly reduced by upgrading the servo.

When a resonator is pumped, the Raman gain is created symmetrically for the counter-propagating
sets of WG modes. It may be argued that the coupling losses seen by each of the modes in the pair
of counter-propagating modes might be different due to the asymmetry of the refractive index inside
the angle-polished fiber coupler. However, coupling losses are defined by the overlap integral between
the cavity mode and the field configuration in the fiber and do not depend on the sign of the wave
vector, as the WGM resonator is linear and symmetric [99, [T00]. We assume that the power in each
of the Raman lasing modes of a pair is equal. The lasing linewidth, or coherence of the pair of lasers,
could in principle be measured by recording a beatnote of the pair of modes on the photodetector.

The two fiber couplers and the reflection port (90/10 coupler) were used to monitor these two
laser outputs simultaneously. The free beam formed by the coupler “A” suffered attenuation from
the reflection loss at the cleaved fiber surface, lens, and detector surfaces. If we assume these losses
to be 4% each, which corresponds to the reflection coefficient at a glass surface, then the power
inside the fiber is higher than that observed at the detector by a factor of ~ (0.96)~% = 1.18. This
correction is taken into account in the following estimates.

The maximum measured coupling efficiency was above 70 % for the input “A” and above 80 %

for the output “B” coupler. It is worth noting that critical coupling approaching 100 % may be
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achieved for the WGM resonators. The intrinsic optical Q factor of the WG mode, measured at
pump wavelength of 1064 nm, is found to be (6.9 4= 0.7) x 10°. This value was derived from the
linewidth (~ 40.5kHz) of the mode resonances in the undercoupled regime, when no Raman lasing
was present. A splitting of around 135kHz caused by the Rayleigh-scattering-induced coupling

between the counter-propagating modes was also observed. In a particular measurement, the mode
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Figure 5.8: Spectra of input and output power as recorded by the coupler B and the fiber connected
to output 4 of the port. See Fig.[5.6] for details.

was pumped so that the input coupler transmission loss was around 244 ¢ W. This doesn’t include the
forward Stokes power which was emitted at a different angle and missed the detector. The maximum
achievable coupling for the WG mode corresponded to 277 uW transmission loss or about 50 % of the
coupler transmission. Fig.[5.8] shows power spectra of the transmitted and reflected optical signals
as seen on the spectrum analyzer “Yokogawa AQ6319”. A transmission ratio for 4-1 direction of the
reflection port was measured to be 0.0145 at the pump wavelength, so the reflected power measured
with a spectrum analyzer was adjusted accordingly, giving the optical power values in the fiber.
The 90/10 coupler was designed for 1550 nm, so the actual transmission ratios at the wavelength of
1064 nm was different from 90 % and 10 %. From Fig.[5.§]it can be seen that there is 14 uW of reflected
pump laser radiation and 80 uW of backward Stokes radiation, shifted by 9.72 THz (38 nm) from the
pump laser frequency. From the forward coupler we see that the power of the pump laser and the

Stokes component are equal, and since Raman lasing is symmetrical for counter-propagating modes
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we derive the forward lasing Stokes and pump laser power of 80 uW. This adds up to 254 uW which
is the total power loss in the cavity, within the experimental uncertainty. Thus the bidirectional
Raman conversion efficiency for this particular mode is 100%x160/244 = 65%. As compared to
the 24 % unidirectional efficiency of Sec.[5.1.3] observed when 8 cascaded lasing multimode Stokes
components were present, the 32 % unidirectional efficiency in the present experiment is observed
for the single lasing Stokes component and a near-single-mode operation.

The refractive index of fluorite at pump and Stokes wavelength is 1.43 and the mode T'Ej;; of a
5mm cavity has a volume of 2.7 x 10712 m?. We assume Qg and Qp to be 3.5 x 10° and a Raman
gain coefficient of 2.4 x 10733 m/W (as derived in Sec.[4.2). Using equation [5.1] we obtain a Raman
threshold of 16 uW for £ = 1, comparable to the measured threshold of 78 uW. The discrepancy may
be understood if we assume that the excited mode was not fundamental T'E;;; mode, but rather
a mode with larger effective volume. The threshold would increase with increasing volume of the
mode. Additionally, the intermodal coupling which is responsible for the counter-propagating mode
splitting also leads to the reduction of the intracavity power buildup by a factor of 2 in the case of
strong modal coupling [95]. The factor £ in equation is less than 1 as the coupling and modal
overlap are not ideal.

From additional measurements it was found that the spectrum of Fig.[5.8| typically consists of
several lasing Stokes WG modes, as presented on the left panel of Fig.[5.9] The strongest lasing mode
exceeds the other modes by at least 15 dB, making it nearly a single-mode lasing spectrum. The right
panel of this figure presents a similar measurement on a linear scale. Only forward Stokes emission

was recorded, making it impossible to obtain the efficiency. The spectra in Fig.[5.9) were obtained
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Figure 5.9: Optical power spectrum of lasing Stokes component on log-linear (left) and linear scales.
Spectra were recorded for 2 different pumping WG modes. Optical power is not calibrated.

for different pumping WG modes with intrinsic Q factor of 7 x 10% for the left spectrum and 10'°



67

for the right spectrum. It is seen that the lasing modes are separated by the resonator FSR, so that
only the modes from a particular family of modal indices Imgq, with different [ and similar [ —m, are
lasing. The number of lasing modes was experimentally found to depend on loading conditions and
modal Q factor. Increasing the Q factor reduced the number of peaks in the spectrum. Even though
the spectrum of our multimode cavity is rich with higher-order azimuthal modes, the combination
of a high Q factor and a narrow Raman gain made it possible to observe single-mode lasing. In
these measurements the Stokes power was equal to the pump power in the forward direction, as
monitored by the output coupler in the undercoupled regime. The spectrometer’s resolution in
Fig.[5.9is 0.012nm, and the cavity’s free spectral range (FSR) is 0.049 nm.

We have also observed Stokes lasing modes in a special single-mode cavity (Fig.|5.10)). This cavity
is a cylinder on which a small 5x 3 micron waveguide is formed with a diamond-turning process. Such
a waveguide supports only one WG mode per cavity FSR. Although many Stokes modes separated
by the cavity’s FSR were found to be lasing in this resonator at a pump power of 2.4mW, a true
single mode operation may be achieved if the Q factor is high enough and mode competition for

Raman gain is strong. The multimode lasing in a single mode cavity may be explained by weak
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Figure 5.10: Pump and Stokes spectra for the single mode WGMR. Resolution is 0.01 nm. Pump
power is 2.4mW. About 40 lasing modes were observed above the noise level.

mode competition. The loaded Q factor of around 4 x 10%, intrinsic Q = (7.2 4 0.1) x 10%, was too
low for any specific mode to consume all the Raman gain available. Our diamond-turning apparatus
was not accurate enough to provide the single-mode cavity with a Q factor higher than 10°. The
application of a more elaborate diamond-turning process should enable higher Q) factors, and thus a
true single-mode operation of a Raman laser based on a single-mode fluorite cavity. The sidebands
on the pump laser spectra were only observed in the forward direction. These weak features might

be explained by four wave mixing between the pump and the Stokes components.
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5.1.5 Conclusion

The power that can be obtained from our Raman lasers is limited by Kerr and thermal nonlinearities
and by cascaded Raman lasing process. Increasing the power in the pump mode leads to cascaded
lasing where higher-order Stokes components appear, which limits the efficiency of single-mode
operation. Nonlinearities also make the shape of the cavity mode significantly different from a
Lorentzian at higher pump powers, making the PDH locking technique unreliable. If a higher power
is required, a WG mode with a larger volume and lower Q factor may be selected. Another solution
would be to reduce the Q factor at the Stokes wavelength by introducing a wavelength-selective
absorber.

We have demonstrated Raman lasing with CaFy; WGM cavities. Lasing threshold at the mi-
crowatt level, high efficiency, and single-mode operation were achieved. The low Raman lasing
threshold and efficient cascaded operation are made possible by the ultrahigh optical quality fac-
tors of the WGMs of crystalline cavities. For a 5mm cavity diameter, the threshold of the first
Stokes was demonstrated to be as low as 3 uW. Cascaded operation with 8 Stokes components is
observed for the first time with only 1 mW of pump power. Efficiency of Raman conversion as high
as 65 % was observed. A high-Q-factor, single-mode WGMR may be used to generate a single-mode
emission. Alternatively, a smaller cavity with a near-single-mode spectrum and high Q factor may
be used. Single-mode Raman emission is useful in many spectroscopic applications. Additionally,
the multi-mode emission could be used to generate relatively stable GHz-range beatnote signals. It
was shown in [I01] that the millimeter-sized cavity may have its mode frequency relatively stable
at the 1071* level in 1 second, which corresponds to 3Hz if the wavelength is 1 um. Thus one
may expect the Raman laser to be relatively stable and have a narrow linewidth, leading to narrow
microwave beatnote signals that may be generated. Fiber compatibility of our laser may be utilized
in compact and efficient optoelectronic devices. A wide variety of optical crystals in combination
with crystalline WGM technology make compact, fiber-compatible, tunable Raman lasers possible.
By a proper choice of a nonlinear crystal, one may achieve the generation of many different Stokes

components with low threshold power and high efficiency.

5.2 Stimulated Brillouin scattering

Stimulated Brillouin scattering with both pump and Stokes beams in resonance with different whis-
pering gallery modes of an ultrahigh Q CaFs resonator is demonstrated for the first time. The
resonator is pumped with 1064 nm light and has a brillouin lasing threshold of 3.5 uW. Potential

applications include optical generation of microwaves and ultrasensitive gyros.
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5.2.1 Introduction

Generation of the reflected Brillouin Stokes component in a fiber ring resonator may be viewed as
a lasing process. Instead of a population inversion, the gain is provided by light scattering on the
acoustic wave, which is generated through electrostriction. While scattering may be a power limiting
factor in fiber communications, Brillouin lasers have several attractive features. Stokes components
may be generated in a cascaded mode with threshold below 1 mW [102] 103}, [104]. Detecting these
components together may generate microwave signals in the 10-100 GHz range. An interesting
feature of Brillouin lasers is the linewidth narrowing effect [105] [106] where width of the Stokes line
may be reduced by a factor of up to 10*, as compared to the pump laser linewidth [107]. Stokes
linewidths as narrow as a few hertz were demonstrated [I08] [I09] in a fiber-ring cavity with finesse
of around 100, implying good short-term stability of a microwave signal that can be generated.
In addition, it was found that a relative intensity noise is also reduced in a Brillouin laser [I10].
Thus applications of the Brillouin fiber-ring laser include laser gyros [1111 [112], linewidth narrowing,
microwave frequency generation [I13, [[14] and high-rate amplitude modulation.

Ultrahigh Q@ WGM micro- and mini-resonators [49] 115, 96}, [33] are optical elements in which the
efficiency of many nonlinear optical processes exceed what can be achieved with fiber-ring resonators
by orders of magnitude. These include three- [3I] [116] and four-wave mixing [61} 117, 118]. Strong
spatial confinement of light combined with a long interaction time with the nonlinear medium of the
resonator results in a significant decrease of the threshold for regular lasing [I19] 120], stimulated
Raman scattering, and other nonlinear processes [1211 23] [5]. Scattering of light from low-frequency
mechanical modes of the silica microtoroids has also been studied recently [122].

Unique features of WGM resonators and Brillouin fiber lasers lead one to expect superb charac-
teristics of a WGM-based Brillouin laser. In particular, the linewidth narrowing depends on both

the optical and acoustical quality factor of the resonator and may be computed as follows [105]:

AVpump

s (5.2)

AVStokes =

where ~vp is the Brillouin gain bandwidth and I'¢ is the optical loss rate of a cavity. We can estimate
reduction ratio for a crystalline CaFy resonator. Brillouin gain bandwidth in fluorite is 12.2 MHz
[123], and resonators with a quality factor on the order of 10*! were recently demonstrated [3, [78].
Thus linewidth-narrowing factors on the order of 1.6 x 10® may be possible at a pump wavelength
of 1 pm, which is 4 orders of magnitude better compared to fiber-ring resonators. If the pump laser
linewidth is 5 kHz, the expected Brillouin laser linewidth is just 30 pHz. Mixing two Stokes from the

same cavity could produce microwave beatnotes with narrow linewidth:

AV’rnicrowave = \/m = 42MHZ (53)
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Theoretical analysis shows [I01] that a laser locked to a crystalline cavity may have stability on the
order of 10~. Hence a crystalline WGMR-based Brillouin laser could be used for optical frequency
standards, sensitive optical gyros, and all optical compact microwave generators, as well as laser-
line-narrowing devices. It should be noted, however, that at room temperature the linewidth of the
Stokes component will be limited by noises caused by temperature fluctuations. If SBS were to be
observed in fused silica WGM resonators, the linewidth reduction ratio would be limited at around
2.8 x 10% by the value of the maximum optical Q factor. Silica resonators also require isolation
from atmospheric water, and do not support spectrum tailoring as was recently demonstrated for
crystalline resonators (Chap.[3)).

Stimulated Brillouin scattering (SBS), while being a common nonlinear optical effect, is generally
believed not possible in the ultrahigh-Q solid-state microresonators, even though the bulk Brillouin
gain generally exceeds the Raman gain. One reason is that the width of an SBS gain is generally
around tens of MHz, while the FSR of WGM resonators is typically three orders of magnitude
larger, and the cavity resonance does not cover both pump and Stokes frequencies. It is argued, that
there would be no WG mode present at a Brillouin offset to support the Stokes beam. In addition,
the acoustic frequency has to be resonant with one of the mechanical modes of a microresonator,
otherwise the acoustic wave interferes destructively with itself. Finally, pump mode, Stokes mode
and acoustic mode must have a non-vanishing overlap integral. Speed of sound depends on direction
and polarization in crystals, making it harder to fulfil the resonant SBS conditions in crystalline
microresonators. This situation is alleviated in either large ring resonators, where FSR is comparable
to the Stokes offset, or in low-Q liquid microdroplets, where optical resonance covers both pump
and stokes frequencies [124, [125] 126 127, 128, 129, 130} 131} 132]. Microdroplets, however, have
low Q and are not fiber compatible, while fiber-ring resonators have low Q and large dimensions.
The density of the WGM spectrum increases with WGM size. Therefore, it is reasonable to expect
that SBS could be present in any millimeter-scale WGM resonator.

This section shows that SBS can occur in ultrahigh-Q, millimeter-scale WGM resonators that
support two modes separated by the SBS frequency shift. The first ever observation of an efficient
SBS in a CaFy WGM resonator is presented. It is shown that SBS can be either enhanced or

suppressed by manipulating the modal structure of the optical resonator.

5.2.2 Experimental observation of Brillouin and Raman lasing

Two ultrahigh-Q, single-crystal CaFo, WGM resonators were fabricated. Resonator 1 was fabricated
with a UV-grade fluorite from Edmund Optics and had a larger radius of curvature as compared
to resonator 2, made with an excimer-grade fluorite from Corning. A Nd:YAG laser with 5kHz
linewidth manufactured by Lightwave Electronics was used to excite WGMs at the wavelength of

1064nm. The diameters of the resonators were determined from the FSR, measured as a spacing
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between multiple Raman lines observed at 1102nm, and the value of the refractive index of CaFs
at this wavelength, n = 1.4283. The cavities are shown in Fig.[5.11] The spectra of the resonators

contain an abundance of modes with the average spacing of 25 MHz for both polarizations. The laser

Resonator 1

Resonator 2

Figure 5.11: Fluorite resonators. WGM localization areas are highlighted with the white brackets
on the left. Shadow photographs of the highlighted regions are on the right. Diameters are 5.52 mm
for resonator 1 and 5.21 mm for resonator 2.

frequency was locked to a selected cavity mode using a simplified Pound-Drever-Hall technique. A
signal generator was used to provide the excitation for the resonant phase modulator. This signal
was also used to synchronize the lock-in amplifier SR844, which operated as a frequency mixer and
servo. This technique made it possible to maintain a fixed optical power in the cavity mode.
Alignment of the angle-polished fiber couplers, similar to those presented in [25], mounted onto
the three-axis piezo positioning stages provided input and output coupling efficiencies of up to 80%.
The light that was scattered backwards by the cavity mode was branched into the arm of a 90/10
fiber coupler. The setup schematically shown in Fig. was used to measure the power and spectral
properties of both forward and backward beams with help of a Yokogawa AQ6319 optical spectrum
analyzer and a Thorlabs detector “DET10C”. A WGM was excited with approximately 50 uW of
optical power in a measurement conducted with the first cavity. The spectrum of light from the

coupler B (Fig. [5.13)) revealed the presence of a Stokes line offset by 34.9 GHz and a weak Stokes
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Figure 5.12: Experimental setup diagram. Laser is locked to a cavity mode; the optical power in
the fiber can be monitored in forward and backward directions.

line offset by 17.5 GHz. The intensity of the Stokes line at 34.9 GHz was 13.9dB weaker than the
pump. Neither stimulated Raman scattering (SRS) nor four-wave mixing (FWM) oscillations were
observed in this measurement. The difference of intensities of the pump and the Stokes line at
34.9 GHz decreased to 9.4dB when the pump optical power was further increased. Two groups
of SRS lines appeared around 1101.8-1102.3 nm and 1142.4-1142.9 nm with this increase of power.
The peak level of the Raman lasing lines were -16.2 dB for the 1st Stokes and -11.9dB for the 2nd

Stokes with respect to the pump. A set of similar measurements was made with the second cavity.
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Figure 5.13: (Left) Optical spectrum around the laser line for resonator 1 obtained from coupler
B. The pump power is 50 uW. The gap between coupler B and the cavity was increased, which
explains lower power at the spectrum analyzer. The two Stokes lines have frequencies red-shifted by
17.465 GHz for the weak Stokes and by 17.465 x 2 = 34.93 GHz for the strong Stokes line. The width
of each line is limited by the optical spectrum analyzer resolution of 0.012nm. (Right) Backward
signal from coupler C for resonator 2. Stokes offset is 18 GHz for the first and 17.5 GHz for the
second relative to the first.

This time the pump power was lower, and no Stokes line around 35 GHz was observed. However,
we carried out simultaneous measurements of the forward and backward optical spectrum using

couplers B and C (see Fig.[5.12)). Typical spectra are shown on Fig.[5.14] From this spectrum we
P g yp p g p
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see that the intensity of the backscattered Stokes line exceeds the backscattered pump light. The
asymmetry of the spectra may be explained by the residual power leakage between inputs 2 and 1 of

the 90/10 coupler, increasing the backward signal at the pump wavelength. The excited WGM had

1064.342 nm /%, 1064.409 nm

Optical power, dBm

Coupler 'B"
= = Coupler "C"

1064.3 1064.4 1064.5

Wavelength, nm

Figure 5.14: Typical optical spectra from couplers B and C, representing forward and backward
signals. Stokes offset is 17.7 GHz.

a coupling efficiency of 70%, loaded Q factor of 4 x 10°, and an intrinsic Q of around 1.4 x 10'°. The
spectrum of the light exiting the resonator in the backward direction is shown in Fig.[5.13] (right).
Optical pump power was reduced to 2.9 uW, below which the first Stokes line was still present but
weak. Above this power the intensity of the Stokes line jumps by around 10 dB and grows quickly
until it reaches the levels presented in Fig.[5.13] (right). Hence, the threshold of the process was
estimated to be around 3 W for the mode with loaded Q of 4 x 10°. At pump power well above
10 uW Raman lasing was observed, the spectrum of which is shown on Fig.[5.15] A modulation of

the SRS intensity similar to the spectrum of the Stokes line observed near the pump is visible.

5.2.3 Interpretation of experimental results

The experimental data from the previous section represents a direct observation of SBS. The spectra
of the resonators had no observable resonance splitting, which means that only a minor amount of
Rayleigh scattering is present for any given WGM. The excitation of a WGM at 1064 nm created a
Stokes line offset by 17.5 GHz, which propagated in the direction opposite to the pump, as shown in
Fig.[5.13] (right). The optical field of this line creates a cascaded Stokes component at the additional
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Figure 5.15: Raman lasing stokes observed at pump power above 10 uW in the second resonator

offset of 17.5 GHz propagating in the same direction as the initial pump beam (Fig.[5.13] (left)).
A small feature at the double offset on Fig.|5.13| (right) may be explained as Rayleigh scattering
from the second Stokes line visible at Fig.[5.13| (left). The weak feature at Fig.[5.13| (left) may be
understood also as Rayleigh scattering from the first Stokes line seen at Fig.[5.13[ (right). These
two Stokes lines modify the Raman gain in the resonator, which leads to the SRS spectrum with
modulated intensity as seen in Fig.[5.15] Given the OSA resolution of 0.012nm and the wavelength
repeatability of 0.002nm (offset error of 1 GHz), we conclude that the two offsets of the observed
SBS stokes lines are multiples of 17.7 GHz. In what follows we show that this scattering is given by

the longitudinal phonon branch of the fluorite crystal.

5.2.4  Brillouin scattering in fluorite

Let us compute the Brillouin offset in a CaFy WGM resonator. The WGM is modeled as a toroid
with axis along the (1,1,1) crystalline orientation. It is assumed that the phonons participating in
the SBS do not form standing waves in the resonator. The phonon lifetime 7,, ~ 0.08 us is the
inverse of the spectral width of the SBS gain, which is approximately 12.2 MHz full width at half
maximum [I23], and is much smaller than the roundtrip time of the sound wave in the resonator

— 27ma/Vy = 2 us. Hence stimulated Brillouin scattering in millimeter-sized resonators is similar to
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Brillouin scattering in bulk.

To find the frequency offset of the SBS one needs to know the direction of the wave vector
of light in the WGM with respect to the crystalline axes. Frequencies of the SBS active phonon
branches do not depend on the polarizations of participating photons. The propagation direction of

the electromagnetic wave is given by the following vector:

k= <Cf/sg¢ — Si\/n;, Ci)/s; + Si;;, — §COS¢) , (5.4)

where ¢ is the azimuth angle, representing different points along the resonator circumference. The

geometry of the system allows back scattering only, so the Stokes wave has a wave vector
k'~ k. (5.5)

The wave vector for the phonons participating in the scattering is q = k’ — k, so the unit wave
vector for the acoustic wave is K = —k. Calcium fluoride is a cubic crystal described by three
independent elastic constants [I33 134, 135], which are also given in the specification sheet of
our fluorite sample: Cp; = 1.6420, C12 = 0.4398, Cyy = 0.3370 [x 10! Pa]. Substituting these
values into the set of equations presented in [80] we numerically find the frequency shifts of the
Brillouin Stokes components as a function of angle ¢ for three different elastic waves (see Fig.

5.16)). Computations were carried out in “Maple” and “Mathematica” software packages. Only one
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Figure 5.16: Characteristic frequency of the acoustic wave as a function of the azimuth angle

solution has a frequency shift that depends weakly on the azimuth angle. The standard deviation is
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computed to be 40 MHz for this case, with 112 MHz peak-to-peak frequency change. The other two
elastic waves have a standard deviation of frequency of about 0.4 GHz. Therefore, the 17 GHz branch
has the maximum probability for exciting the stimulated process in the resonator. This prediction
is in agreement with the experimental observations. It is worth noting that the Brillouin frequency

shift for the case of backscattering along the axis of a cubic crystal can be approximately found as

2n [Ci1+ Ci2 + 20

~ 17. . .
\ % 7.7 GHz (5.6)

V=

Fig. corresponds to off-axis light scattering, as modeled for the resonator. Further analysis
shows that polarization of the phonons is nearly collinear with their wave vector in the case of the
highest-frequency branch. Hence, the observed SBS process results from the interaction of light and
longitudinal sound wave.

In the ideal case of spectrally singular pump and Stokes optical beams, the bulk Brillouin line-
center gain g, can be estimated as (see Eq. 8.3.24 of [86])

2,2
Yew

LR 5.7
2mnVicdpl'g (5.7)

9o

where we assume that Stokes and pump wavelengths are equal: Ag; = A, = 2mc/w. The elec-
trostrictive constant is v. = [p(0¢/dp)]s ~ 0.7 [136], the fluorite refractive index at A = 1 um is
n = 1.429, the density p = 3.18 g/cm?, and the speed of sound is Vy = [(C11 + Ci2+2Cu4)/(2p)]%° =
6.6 x 10°cm/s. It is easy to see that for CaFy the value of the bulk Brillouin gain is equal to
g = 2.8 x 107%cm/W at A = 1um, and is two orders of magnitude larger than the bulk Raman
gain (g, = 2.4 x 10~ cm/W).

The SBS threshold power for the first Stokes sideband can be computed similarly to the stimu-

lated Raman scattering case [87]:
_ m2n? v
GBQpQs1 ApAst

Selecting realistic values for a 5mm cavity, V =5 x 1075 cm?, Q, = Qg1 = 10%, A\, = A\g; = 1 um,

Pip (5.8)

one obtains Py, ~ 3.6 uW, which is close to the experimentally observed values.

5.2.5 Conclusion

To the best of our knowledge we have for the first time observed a stimulated Brillouin scattering in
high-Q whispering-gallery-mode resonators and provided theoretical analysis verifying the experi-
mental results. The observation of doubly resonant SBS in miniature optical WGM resonators opens
new possibilities for making ultranarrow-linewidth Brillouin ring lasers for sensitive optical gyros

and stable microwave-signal generation. The record-high optical Q factor, mechanical stability, and
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robustness of the crystalline WGM resonators make them naturally attractive elements for such
application.

Since Brillouin lasing may be detrimental in applications of crystalline WGM resonators other
than those involving Brillouin Stokes, a method of suppressing this effect would be valuable. Tai-
loring the resonator spectrum represents one such technique. A single mode fluorite resonator was
fabricated with Q factor approaching 10° and diameter of 5mm. This cavity had an FSR of around

11 GHz and no modes were present at the Brillouin offset. No SBS was observed in this cavity.
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Chapter 6

Laser linewidth narrowing with a
WGM cavity as a frequency
reference

The present section is a work in progress, which has been periodically slowed down by funding issues
during the last months of the author’s affiliation with JPL. It was stimulated by a requirement of
a tunable and stable laser source. The narrow-linewidth laser can be used for spectroscopy and
specifically for the precise measurements of ultrahigh Q-factor values in crystalline resonators.

A commercial external cavity diode laser (ECDL), based on a Littman-Metcalf design, was locked
to a reference represented by a whispering gallery mode of a fluorite resonator. Phase lock is achieved
with a Pound-Drever-Hall (PDH) stabilization technique [137, 138, 139, 138, 140 (14T 142} 143 144]
and linewidth is reduced from around 3 MHz to below 10 kHz.

Widely tunable laser sources with narrow linewidth are important for applications in spec-
troscopy, metrology, atomic physics, and quantum optics. Diode lasers provide good selection of
lasing wavelengths, however the frequency stability and linewidth are generally poor. Stabilizing the
diode lasers to an external cavity using an optical feedback provides linewidth on the order of mega-
hertz and tunability over tens of nanometers. Fabri-Perot resonators are typically used as external
cavities for laser stabilization. Diode laser linewidth was narrowed to about 10 Hz using the PDH
technique [I145]. WGM resonators represent another alternative to a Fabri-Perot resonator for laser
stabilization. Optical feedback was used to lock a diode laser frequency to a mode of a fused silica
microresonator with resulting linewidth of 20 kHz [146]. This is impressive, as the WGM resonator
was not thermally stabilized or isolated. Using the optical feedback is not directly applicable to
ECDLs. Additional stabilization technique is required to further narrow the linewidth.

Crystalline WGM resonators appear particularly attractive as short-term frequency references. It
was shown that crystalline WGM resonators may be used as frequency references providing stability

on the order of 107! over a one second interval [I0I]. Crystalline resonators are tunable, so a
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stabilized diode laser with narrow linewidth and broad tunability may be possible. Mechanical
resonances of the WGM cavities are typically in the megahertz range. In contrast to bulky Fabri-
Perot resonators, crystalline cavities are compact, fiber compatible, and provide the highest possible
optical quality factors. Zero phonon lines in crystals have also been used as absolute frequency
references [147]. Combination of crystalline resonators and rare earth ions is of particular interest
for single-ion atomic clocks and secondary frequency standards.

Optical resonators made with CaFy were used in the experiments presented in this section.
Quality factor of the optical modes was @ ~ 5 x 10® and resonator diameter is 5 mm. Angle-polished
single mode fiber couplers were used to couple light in and out of the resonator, as shown on Fig.[6.1]
The resonator was installed into a holder which provided squeezing and temperature stabilization
functionality. The resonator was installed onto a piezo element, and a Peltier element was attached
to the holder for active temperature control. Mechanical axial squeezing provided tuning of the eigen

frequencies of the resonator over a range of 30 MHz with a voltage of 5 V. A New Focus ECDL Vortex

Figure 6.1: Fluorite resonator used as a frequency reference for ECDL laser stabilization

6000 laser was used for phase locking. Laser head model 6017, emitting at 794 nm, was installed
onto an optical breadboard with simple vibration isolation. Phase modulation of the laser beam
was provided by a resonant electro-optical modulator New Focus EOM 4001, operating at 10 MHz.
Optical isolator EOT 780 was also utilized. Setup schematics of Fig.[6.2] are shown. The laser and
the resonator were installed on two different tables. Phase modulator is used to place frequency
sidebands onto a laser beam. Signal reflected from the resonator contains phase-shifted sidebands,
which are detected with a photodetector equipped with a transimpedance amplifier (Fig.|6.3). The
electrical signal is multiplied by a phase-shifted copy of the modulation signal in a Minicircuits
ZAD-6 mixer. Phase shifting of the modulation signal is achieved by synchronous generation of a
phase-shifted copy of the signal with an auxiliary signal generator. The error signal from the mixer
is high-pass filtered with a simple RC filter and is conditioned with a servo. Laser frequency is

controlled through two channels. One is a slow piezo frequency modulation channel with a response
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Figure 6.2: Schematics of the optical installation for laser stabilization using a PDH locking tech-
nique
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Figure 6.3: Circuit diagram of a “PIN”-type photodetector FGA-10 from Thorlabs in a configuration
with a transimpedance amplifier with 10k() resistor. Peak response is tuned to be close to the
modulation frequency of 10 MHz.

of 0.58 MHz/V, and the other is a slow current modulation with a response of 11.4 MHz/V. The servo
electronics control these two channels independently, providing a higher gain for a piezo channel
with 40dB per decade slope of the gain to suppress high noises at lower frequencies. The faster
current channel has a bandwidth of around 1 MHz and the piezo channel resonance is estimated to
be in the 100 Hz range. Consequently, the crossover frequency of the-two channel servo loop gain
functions is chosen to be around 90 Hz in order to avoid piezo-caused instability in the loop. Servo
electronics schematics is shown on Fig. It includes two integrators for the piezo channel and two
faster integrators for the current channel. The gain of the faster channel is rolled off at frequencies
corresponding to the optical cavity roll-off. Usage of slower operational amplifiers for a PZT channel
has no special reasons besides lower cost. Faster amplifiers AD829 or similar may be used for all the

channels. Locking is achieved by first tuning the laser close to the WGM frequency and switching a



81

+

+
aenf
L ol rov
100mkf 100mkf

420 104k =
o—1 1 1]
R T 6nf
Error signal —I
420 104K
|
e
QWK
| | 3.7k
- Zero set
950 To PZT
Zero set -
V+
5k
PZT offset
I 4.4nf
]
Error signal 1000k
1
| S
2k
300
1
e
50
L 1
To current

Figure 6.4: Circuit diagram of servo control electronics

fast current gain channel on. This locks the laser to the cavity, once the laser frequency comes close
to the WGM frequency. The slower piezo channel is then turned on to compensate for low-frequency
noises and drifts. DC voltage offset of current and piezo channels can be adjusted separately. In
order to monitor the error signal, a voltage follower circuit capable of driving 502 loads was added
to the schematics shown at Fig.[6.4. The monitoring of the error signal provides a measure of the
stability of the closed loop.

Fig.[6.5] is an example of signals observed in laser scan mode and in the locked mode. The
upper screenshot is obtained by scanning the laser frequency over a selected WGM frequency. A
Lorentzian profile of a cavity mode scanned by a laser which has significant frequency noise is itself
noisy, as can be seen on the picture. An optical resonator acts as a low-pass filter for this noise, so
cavity transmission has much less noise. Irregularities of the Lorentzian profile are caused by large

low-frequency noise. Another example of laser-lock performance is presented in Fig.[6.6] On the left
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side of this figure a cavity transmission signal is presented as it was recorded during a short, 60 us,
time interval. WGM Lorentzian is distorted by a high-frequency laser frequency noise. On the right
is the same signal when the servo electronics are keeping the laser locked to a cavity mode. Servo
bandwidth was limited by bandwidth of a current modulation channel in a laser controller to about
1MHz. Noises at higher frequencies could not be efficiently suppressed. A good representation of
a lock performance is a spectral density of frequency fluctuations of the laser relative to the cavity
mode frequency. The error signal is an electrical representation of this, and can be recalibrated into
a relative frequency noise by known value of the cavity discrimination coefficient. For instance, if
the error signal is 20 mW peak-to-peak and the cavity mode is 0.5 MHz FWHM, then the coefficient
is D = 0.4 x 1077 V/Hz. If the error signal spectral density is measured with a 50 load in dBm

units, the spectral density of relative frequency noise may be obtained as follows:

PiBm

g2 50 1073 - 10015
f D? . Bw ’

(6.1)

where Bw denotes electronic spectrum analyzer bandwidth, and Pyp,, is a power spectral density
in dBm units. This equation was used to derive the frequency spectrum shown on Fig.[6.7] In case
of a tight servo lock, laser linewidth is given by a simple expression: WSJ%, which for our spectrum
corresponds to 10kHz. The peak around 3 MHz on Fig.[6.7] is explained by relaxation oscillations
inside a laser diode. This is a work in progress and further improvements may be done. Noises could
be suppressed with proper filtration and servo gain function could be improved. Linewidth below
1kHz should be achievable. If a servo loop is implemented to directly control laser head transducers
(piezo and fast current modulation) better results could be achieved, as laser control electronics
would not introduce unknown transfer functions. The phase-modulation frequency should be chosen
to be well outside the laser noise sidebands, and the error signal should be band-pass filtered before

the mixer.
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Figure 6.5: Upper panel: signals obtained from the photodetectors measuring reflection and trans-
mission of the optical resonators along with an error signal. Signals from top to bottom: cavity
reflection, error signal, cavity transmission. Right panel: signals in a locked state. Signals from
top to bottom: cavity reflection, cavity transmission, error signal. Note reduced amplitude noise in
cavity transmission signal, as the resonator acts as a low-pass filter.
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Figure 6.6: Scan of a WGM as a cavity transmission signal, where laser’s frequency noise is detected
by a cavity. On the right is the record of the same signal in a locked regime. Noise ripples are at
frequencies above 0.8 MHz, where the servo is not efficient enough.
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Figure 6.7: Power spectral density of relative frequency noise in dBm units. This spectrum shows
how much the laser frequency deviates from the cavity mode frequency. Recalibration leads to a
linewidth of better than 10kHz (corresponding to a horizontal line at -60 dBm level). The lower
spectrum represents electronic noise when the laser is not locked to the WGM.
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Chapter 7

Cryogenic apparatus

Prospects of interesting experimental results, such as ultrahigh optical Q factor and single-ion spec-
troscopy in crystalline resonators prompted development of a cryogenic setup. The major require-
ment was the operation of WGM resonators at cryogenic temperatures, which included optical input
and output, along with reliable coupling. The challenges included the small, 4 inch inner diameter of
the available cryostat, which was used for Heg research some 20 years ago. The insert included a 1 K
liquid helium evaporative cooling pot, with another lower temperature stage installed on it. Most of
the insert had to be removed or modified. An additional hurdle was the huge amount of time spent
on fixing numerous leaks in the insert, which arose from the notable age of the device. Nevertheless,
most of the problems were solved and the WGMs were observed at the temperature of 77 K. The
cryostat included a 5-foot-high superinsulated evacuated helium dewar with 4 inch inner diameter

and 11 liters volume (Fig.[7.1). The vacuum chamber of a cryostat insert is a copper cylinder on

Figure 7.1: Left: helium dewar with a pump and a laser. Right: optical setup of the insert. Copper
1K pot, resonator, optical fibers, and the cryogenic nanopositioner are visible.

brass flanges with indium sealing. The chamber is 1.8 liters in volume. Optical input was provided
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through a single mode fiber glued into the insert. Multimode 1 mm fused silica fiber was used as
an output optical window. The 1K pot served as a frame to the sides of which other parts were
attached. These included the post for holding the WGM resonator, a three-axis nanopositioner used
for moving the angle-polished fiber coupler, a web camera, a thermometer, and a light source.

One of the most critical parts of the setup is a positioner used for coupling. The optical fiber tip
must be put within 50 nm of the resonator surface and its position must be controllable to about
10nm. The positioner must have a footprint of less than one inch and a range of motion of about a
millimeter at cryogenic temperatures. The only technology capable of meeting all these requirements
is a stick-slip positioning. Commercial devices are rather costly ($20 thousand) so an alternative was
built, which utilized the same principle (see Fig.. The positioner has three stages for the X,Y,Z
directions, 3 millimeter motion range, and can be controlled in either stepper mode or in continuous
scanning mode. The amplified oscillator circuit was built to provide a high-current sawtooth-shaped
signal to the piezo elements of the positioner. Slow expansion followed by a rapid contraction leads to
a slipping action resulting in a single step. Continuous variation of voltage applied to a PZT element

leads to a smooth position shift. A regular web camera was equipped with a set of resistors glued to

Figure 7.2: Prototype of a stick-slip nanopositioner on the left. Crystalline resonator and a coupler
as seen through a web camera on the right.

the circuit board. These were used for heating and for temperature sensing. The camera could be
heated inside the insert, which made its operation possible in a cryogenic environment. Heating of
a camera to 270K in a cryogenic environment leads to radiative dissipation of only around 1 W of
heat. Since operation of a camera is only required for coupler adjustment, this heat did not interfere
with measurements (Fig.|7.2)).

Unfortunately, in addition to many other leaks, a cold leak was found. This leak only revealed
itself when the dewar was filled with liquid nitrogen and could not be located with a helium leak

detector. This and other problems at JPL made it impossible to continue this experiment.
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Chapter 8

Applications of optical resonators

8.1 Bessel beam generation

The author of this dissertation was given an opportunity to perform the first experiment on gener-
ation of truncated Bessel beams with the fused silica devices. Full account of the work is given in
paper [§], of which this section is a partial reproduction. Material reproduced with permission from

OSA.

8.1.1 Introduction

We demonstrate a method of generating the beams of light with large angular momenta. The method
utilizes whispering-gallery-mode resonators that transform a plane electromagnetic wave into high-
order Bessel beams of a silica waveguide. Interference pattern among the beams as well as shadow
pictures induced by the beams are observed and studied.

Optical vortices or light beams with nonzero angular momenta are interesting not only because
of their underlying physics, but also because of potential applications. Generation of such vortices
and the study of their properties has recently attracted considerable attention. The beams have
been realized with both passive and active schemes (see [148] [149], 150, 151] for review). Generation
of beams with orbital angular momentum exceeding 10* & per photon is possible [I52] but is not
easily achievable experimentally. To our knowledge, the highest orbital angular momenta of photons
observed so far are approximately 257 [152] and 307 [I53]. Beams with angular momenta of up
to 300 % were recently demonstrated [I54]. In this paper we discuss another method for generation
of photons with large orbital momentum. We report on a proof-of-principle experiment validating
the application of a low-contrast whispering-gallery-mode (WGM) resonator that supports modes
with high angular momenta for the generation of high-order Bessel beams [I55]. By “low contrast”
we mean a new design whereby the resonator is a part of the waveguide, but has a slightly larger

radius than the waveguide. The resonator can be made by cutting and polishing a bump pattern
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on the waveguide surface. Such a resonator has an important distinction from the ordinary WGM
resonators since its modes decay primarily into the Bessel modes of the waveguide, and not to
the outside environment. By changing the resonator shape and the radius of the waveguide it
is possible to change the resonator loading and to allow light propagation from the resonator to

the waveguide. Free-space propagation distance of the beams with angular momenta defines the

Horn emitter

Microsphere

Tapered waveguide

Fiber coupler

Figure 8.1: Schematics of the device used to generate Bessel beams

feasibility of practical applications. A high-order Bessel wave that penetrates into a cylindrical
waveguide from the resonator through evanescent field coupling cannot leave the waveguide. It runs
until the end of the waveguide and reflects, because of the total internal reflection. It is possible to
manipulate the wave inside the waveguide. However, the complete confinement of the waves in the
waveguide reduces the spectrum of their applications. We used a cleaved waveguide to release the
Bessel beam into free space. We have been able to generate Bessel beams with orders exceeding a
thousand, and have studied interference of multiple beams with different angular momenta as well
as pictures of the shadow of an object placed in front of them. The shadow has properties that
arise from the far-field interference of the beams of different orders at different points at the exit
of the waveguide. This interference experiment allowed us to estimate the propagation distance of
the optical vortices. The distance drastically decreases with an increase of the value of the angular
momentum.

The experiments with shadows have shown that a shadow of a straight rod illuminated with
a Bessel beam is not a straight line. This result may be explained theoretically in the frame of

geometrical, not wave, optics [8].

8.1.2 Experimental generation of truncated Bessel beams

We fabricated several low-contrast fused-silica WGM resonators as integral parts of tapered waveg-
uides (Fig.[8.1]). In one experiment, a segment of a fused-silica multimode fiber rod is cleaved and

the cleavage plane is polished. The diameter of the fiber is 1 mm. The other end of the rod is
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stretched into a conical shape in a hydrogen burner. This end is fused to form a WGM resonator
about 300 um in diameter as an integral part of a cone. This cone starts at the WGM resonator
at a diameter of about 250-280 ym and expands to 1 mm in diameter over 1 cm distance (Fig.|8.2).

Another resonator we made has a 500 um diameter, and the taper diameter changes from 450 ym

Figure 8.2: A low-contrast whispering gallery mode resonator for Bessel beam generation. The
resonator is created by the local increase of the waveguide radius. A tapered waveguide is used to
generate a Bessel beam in the free space. Increasing the waveguide radius changes the wave vector of
the light, guaranteeing escape of the light from the waveguide into the free space. (A) A low-contrast
fused silica WGM resonator attached to the tapered waveguide. (B) Coupling light into the WGMs
of the resonator using cleaved fiber. (C) Tapered fiber used to release generated Bessel beam into
free space

to 3mm over a 3cm distance. The resonators were optically pumped with 650 nm light using an
angle-polished fiber coupler. We excited a family of WGMs that interacted with the modes of the
tapered fiber. The fiber coupler is shown in Fig.b). It is easy to see the glow on the resonator
surface resulting from the scattering of the light in the WGMs, which abruptly disappears in the
vicinity of the coupling point between the resonator and the tapered fiber. This glow shows the
geometric localization of light in the resonator. As the WGMs of the resonator decay into the fiber,
light propagates and exits the fiber into the free space as truncated Bessel beams. Because the
ratio of the taper entrance over the exit diameters was small (repit/Tentrance = 6 or less) and the
mode order was high (> 10?), the propagation distance of Bessel beams in free space did not exceed
ten millimeters. The beams spread out creating peculiar interference shapes in the far-field region
(Fig.[8-3[a)). This observation has a certain similarity with the interference pattern of zero- and
first-order Laguerre-Gauss beams presented in [I56]. The interference pattern in Fig. could be
explained if we consider the interference of multiple radially truncated high-order Bessel waves with

nearly the same diameter but different angular momenta. Light from an angle-polished fiber coupler



90

Figure 8.3: (A) Far-field interference pattern of multiple co-propagating Bessel beams. (B) Far-field
shadow of a 250-micrometers-thick needle placed in the path of the beam emerging from the fiber
taper.

Figure 8.4: (A) Close-up view of the fused silica waveguide output. (B) Carbon powder was applied
to the end of the waveguide and covered most of the surface. The red ring corresponds to the
localization of Bessel beam energy inside of the waveguide.

(Fig.8-2b)) excites many modes of the resonator with different quantum numbers and the same
frequency. These WGMs excite the Bessel waves in the tapered waveguide. The waves have differ-
ent propagation constants along the Z axis and, hence, different dispersion. The initially narrow
angular distribution of light in the taper broadens up with the propagation distance and forms the
spiral pattern.

Aside from the interference, we have observed peculiar shapes of the shadow of a straight, thin,
needle. This needle was 250 um thick and was set parallel to the waveguide surface so that it
crossed the symmetry axis of the beam with large angular momentum (Fig.[8.3(b)). The shadow is
orthogonal to the needle in the center of the interference pattern, and is parallel, but displaced, away
from the center. The shape of the shadow depends on the distance of the object from the surface

of the taper. The closer the wire is, the longer is the region of the orthogonal shadow. We have
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repeated the same experiment using a 532 nm laser and a 25- um-thick piece of a tungsten wire, and
obtained similar result. Images and video in the paper elucidate this explanation and suggest that

the twisting of the shadow is a consequence of the beam’s angular momentum.

8.1.3 Conclusion

We have demonstrated the generation of optical beams with angular momentum exceeding a thou-
sand using fused-silica whispering-gallery-mode resonators. The beams propagate more than a
centimeter in the free space. Exactly the same approach would allow efficient generation of Bessel
beams with momenta exceeding 10°. Interference patterns of the multiple beams, as well as the
peculiar shadow pictures created with the beams, are demonstrated experimentally and explained

theoretically.
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8.2 Enhanced photothermal displacement spectroscopy

This section is based on a study — “Enhanced photothermal displacement spectroscopy for thin-
film characterization using a Fabry-Perot resonator” — published in the Journal of Applied Physics
[12] and also attached below with permission from AIP. Prior to joining the JPL group, the author
participated in a project aimed at measuring thermal properties of thin optical coatings. These
properties define thermal noise caused by the surface of heavy mirrors of LIGO interferometers.
From thermal expansion of mirror surface caused by minute absorption of light pulse it is pos-
sible to derive thermal expansion and temperature conductivity coefficients for the material. The
expansion is measured with an interferometric technique where a Fabri-Perot cavity is used to boost
the pulse power and to enhance sensitivity to the surface expansion of the mirror. If a thin coating
is present on the mirror, it is possible to measure thermal properties of only the coating material
by applying high-frequency optical pulses to the surface. If the frequency is high enough, only the
coating is contributing to thermal expansion. The main result of this work is the upgrade of the pre-
vious technique, which made it possible to perform measurements at significantly higher frequencies
and probe the properties of thin coatings. An opto-mechanical beam chopper was replaced with an
electro-optical amplitude modulator and the experimental procedure was automated. This allowed
us to perform measurements at frequencies of up to 1 MHz, as compared to the previous limitation

of a few kilohertz.

Figure 8.5: Optical setup was initially built by Shanti Rao, part of which is shown here. It was
subsequently upgraded by the author.
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We have developed a technique for photothermal displacement spectroscopy that is potentially
orders of magnitude more sensitive than conventional methods. We use a single Fabry-Perot
resonator to enhance both the intensity of the pump beam and the sensitivity of the probe beam. The
result is an enhancement of the response of the instrument by a factor proportional to the square of
the finesse of the cavity over conventional interferometric measurements. In this paper we present
a description of the technique, and we discuss how the properties of thin films can be deduced from
the photothermal response. As an example of the technique, we report a measurement of the thermal
properties of a multilayer dielectric mirror similar to those used in interferometric gravitational
wave detectors. © 2004 American Institute of Physics. [DOIL: 10.1063/1.1728312]

I. INTRODUCTION

Recently there has been much interest in understanding
noise mechanisms in dielectric coatings of mirrors used in
advanced interferometric gravitational wave detectors.!™
One noise mechanism that could potentially limit the sensi-
tivity, and hence the astrophysical reach, of an advanced de-
tector is coating thermoelastic-damping noise.">%!° In order
to accurately predict the level of this noise and to design
coatings in which this noise source 1s minimized, we need to
have accurate values for the thermal properties of the thin
films that make up these dielectric coatings. Specifically, we
need to know the thermal expansion coefficient « and the
thermal conductivity « of the coating materials in thin-film
form.

It is well known that the thermal conductivities of mate-
rials in thin films can differ markedly from those of the same
materials in bulk form,""~° and there is evidence of a similar
deviation in the thermal expansion coefficient.!®"!® Thus,
there is a need to directly measure the thermal properties of
candidate coatings in order to select ones that exhibit the
lowest thermoelastic-damping noise.

We have constructed an apparatus to characterize dielec-
tric coatings on mirrors for the purpose of selecting the best
coating for an advanced interferometric gravitational wave
detector. We use interferometric photothermal displacement
spectroscopy, a technique well suited for measuring the ther-
mal conductivity and expansion coefficient of a thin
film,”* but our method differs from conventional
photothermal-displacement-spectroscopy techniques in one
important point. We use a Fabry-Perot cavity to substantially
enhance both the pump-beam heating power applied to the
sample and the sensitivity of the probe beam.

In this paper we both describe the apparatus and discuss
a simple and intuitive way of looking at the physics of the
photothermal response over a broad range of frequencies.

Il. THE INSTRUMENT

Traditional 1interferometric photothermal displacement
spectroscopy uses separate pump and probe beams, some-
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times with different wavelengths, to locally heat a sample
and measure the resulting thermal expansion. One widely
used configuration uses the sample as the end mirror in one
arm of a Michelson interferometer (see, for example, Ref.
19). DeRosa er al.® have observed the differential photother-
mal response in a pair of Fabry-Perot cavities, in a configu-
ration originally conceived as an optical readout for a
resonant-bar gravitational-wave detector. Their experiment
nicely demonstrated the photothermal effect in Fabry-Perot
cavities, verifying the theory of Cerdonio er al.'’ for the
frequency-dependent photothermal response of a homoge-
neous material.

There 1s currently a need to characterize the thin-film
dielectric coatings that are expected to be used in advanced
mterferometric gravitational wave detectors. We have the
need to measure both the thermal expansion coefficient and
thermal conductivity of such coatings, and so we have con-
structed an mstrument based on interferometric photothermal
displacement spectroscopy to perform such measurements on
candidate coatings. Our apparatus uses a single Fabry-Perot
cavity, as shown in Fig. 1, with the sample forming one of
the mirrors in the cavity.%?’

Figure 1 shows a diagram of our experimental apparatus.
Both the pump and probe beams are provided by the same
laser, so that both can resonate simultaneously inside the
cavity. The pump and probe beams are distinguished from
each other by having orthogonal polarizations. The first half-
wave plate after the laser adjusts the polarization, determin-
ing how much goes into the pump or probe paths via a po-
larizing beam splitter. We phase modulate the probe beam
using an electro-optic modulator (EOM) and lock it (and by
extension the pump beam) to the cavity by the use of the
Pound-Drever-Hall method.?* We amplitude modulate the
pump beam using an acousto-optic modulator (AOM) and
use lock-in detection to measure the photothermal response
from the error signal.

For a pump beam sinusoidally modulated at a frequency

/ that is much higher than the unity-gain frequency of the

servo, the error signal is given by

© 2004 American Institute of Physics
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FIG. 1. A diagram of our experimental apparatus. We use a polarizing beam
splitter to separate the horizontally and vertically polarized components of a
laser beam into pump and probe beams, respectively, both of which resonate
simultaneously in the Fabry-Perot cavity. We then phase modulate the probe
beam, via an electro-optic modulator (EOM), and use it to measure the
length of the cavity. The pump beam is amplitude modulated, using an
acousto-optic modulator (AOM), and this periodically heats the back (ab-
sorbing) mirror in the cavity to generate the photothermal displacement. A
half-wave plate (A/2) allows us to tune the polarization of the beam before
the beam splitter and thus to adjust the relative power in the probe and pump
beams.

LF oL .
8:_8RpprobeTJ0(B)J1(,8) TSlnzﬂ'f[ >
where R is the (rf) response of the photodiode, P, is the

power in the probe beam, L and F are the length and finesse
of the Fabry-Perot cavity, \ is the wavelength of the laser
light used, B is the phase modulation depth (in radians), and
SL sin(27ft) is the deviation in L from the ideal resonance
condition 2L =N\. J, and J; denote Bessel functions of
order 0 and 1.

Thus the signal we are measuring is proportional to
(FOSL/N), as opposed to simply (6L/N) for the conventional
Michelson interferometer. The finesse F of the cavity, and
hence the enhancement to the sensitivity to the photothermal
displacement 6L, can, in principle, be made quite large, with
values of F=10° achievable with standard techniques.

In addition to enhancing the sensitivity to a given pho-
tothermal displacement JL, the Fabry-Perot cavity also en-
hances the displacement itself. If P,,,,, is the power in the
pump beam, incident on the cavity, then the power incident
on the sample inside the cavity is approximately P,,.
~FP pump- As we shall see below, the photothermal re-
sponse SL 1s proportional to the total power absorbed by the
sample, which in turn is proportional to P;,.. Thus the
Fabry-Perot cavity enhances the signal measured at the
lock-in amplifier by a factor of F*.

This enhancement of the signal over conventional meth-
ods opens up many possibilities for photothermal measure-
ments. For example, it should be possible to measure the
thermal properties of very-low-absorption samples that
would otherwise be inaccessible to photothermal techniques.

The sensitivity of this method is, in practice, limited by
two things. First, it 1s limited by a combination of noise in
the cavity length and laser-frequency noise. Intrinsic cavity
length noise is thermal in origin and is typically small
enough to be negligible for photothermal experiments except
at the mechanical resonant frequencies of the cavity itself.*
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Extrinsic noise in the cavity can be suppressed by suitable
isolation methods, including suspension from seismic isola-
tion platforms and enclosure in a vacuum apparatus.

A solid-state Nd:YAG (YAG—yttrium aluminum garnet)
laser, such as the Lightwave 126 (Ref. 31), typically has a
frequency noise of Sw(f)=~100 Hz/ \HzX (100 Hz/f),
where fis the measurement frequency.’> For a 30 cm cavity,
this corresponds to an equivalent length noise of

5 LN g [100 He
eq-freg(f)=——8V(f)~ N
L N
X | —— || ——].
30 cm/\ 1.064 um

The fundamental shot noise limit for measuring the
length of the cavity is much lower and, well below the cavity
pole, is* given by

st NN 8 1% 10-1 m (100)
—shot= g 0 —\F
e 8 \'prz‘obe VHz F
" \ 121500 mw) ">
1.064 pm Pyrobe ’

Second, the sensitivity is limited by the degree to which
the pump and probe beams can be made orthogonal and
therefore 1solated from each other. For the photothermal sig-
nals we have observed that we have had no difficulty in
reducing this pump-probe cross-coupling noise to much less
than the amplitude of our signal, even at the highest modu-
lation frequencies and lowest signal levels.

lll. THE PHOTOTHERMAL RESPONSE

A rigorous modeling of the photothermal response re-
quires a complete, multidimensional solution to the diffusion
equation to solve for the temperature distribution inside the
sample, and then a solution to the Navier-Stokes equations to
solve for the resulting thermal expansion. This has been done
in a variety of contexts,>*=37 but the form of the solutions is
somewhat involved, and fitting them to experimental data to
extract a sample’s thermal properties, especially those of a
sample that includes a thin, inhomogeneous surface layer, 1s
computationally intensive.

We may gain considerable insight into the relationship
between the photothermal response and thermal properties of
a sample by making a simple estimate of the frequency de-
pendence and magnitude of the photothermal response. If we
apply a sinusoidal heat source to the surface of a material,
thermal waves will propagate into the material, with a result-
ing sinusoidal thermal expansion over the volume being
heated. A very general property of thermal waves is that they
decay away as they propagate, with a characteristic decay
length that is equal to the wavelength of the thermal wave. In
this sense, they behave very much like electromagnetic
waves propagating into a normal conductor.*® For a homoge-
neous material with thermal conductivity «, mass density p,
and specific heat C, this penetration depth €, is given by



95

J. Appl. Phys., Vol. 95, No. 12, 15 June 2004

k 1
(f)= \/E?f

Thus we may assume, for a rough approximation, that the
material only gets heated to a depth of €,. The thermal ex-
pansion of this part of the material is given, again approxi-
mately, by

SL={(,aAT.

Let us consider a sinusoidally modulated pump beam
with a power given by

sin(2 /1)
Ppump:P0+ mf»

where P, is the peak-to-peak modulated power in the pump
beam. (For 100% modulation, Py=P,,/2, where P,, is the
total amplitude of the pump beam.) If P,,,=WP,, is the
(peak-to-peak) power absorbed at the surface of the sample
(W being the absorption coefficient), then the total tempera-
ture change A7 over a single cycle is AT
=(P /2 )/ (pCV), where V is the volume of the material
getting heated.

For high frequencies, where €,<r and r is the radius
of the laser spot doing the heating, we can approximate the
volume by’

2
V~aryd,,

which gives an approximate photothermal response

a 11
5Lhi-f(f)NPabsp(w r(z) 7
or
6Lh,-,/<f>~Pab.y§§, (1)

where the characteristic frequency for this homogeneous
substrate is defined as

K

Is @)

~ mpCri
The high-frequency photothermal response 1s proportional to
1/f, and its magnitude gives us the thermal expansion coef-
ficient «, provided we know P, p, and C (or it can give
P 1if we know a, p, and C, etc.).

For low frequencies, we approximate the volume!® by

V~3(3me}),

which gives a photothermal response of

SL i)~ Papre ()

Note that the low-frequency response is essentially indepen-
dent of frequency, with a natural “turning point” between the
low- and high-frequency regimes at the crossover frequency
fs. This turning point does not depend on P, or «, is
determined by the length scale ry, and can be used to get the
thermal conductivity «, provided we know 7, and pC.
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FIG. 2. The expected photothermal response of a coated sample. When the
coating thickness is much less than the laser spot radius, there are three
clearly defined frequency regimes. The magnitude of the photothermal re-
sponse in each regime and the transition frequencies between regimes to-
gether allow us to determine the thermal properties of the sample.

A careful derivation gives the complete response, valid
for a homogeneous material at all frequencies,'* as

5L(f)=(P§bs)17a(HU)

k K

« lf’ﬁd f”ffd ule "2
7 Jo ‘. U(142+U2)(112+v2+i2f/fy) ’

(4)

where o denotes Poisson’s ratio.

For a material with a coating, there is an additional
length scale, the coating thickness 7. At sufficiently high fre-
quencies the thermal penetration depth €, becomes less than
t, and the thermal waves essentially only sample the coating.
When this happens, the photothermal response will be domi-
nated by the coating and we have, approximately,

a fe

OL s ()~ Pars 7
S= abs K, ]‘

where the subscript ¢ denotes a coating property. The transi-

tion frequency that defines this regime occurs where €, =7,

or

K
S e 5
and the coating characteristic frequency is
K¢
Je= e Crl (6)

At low frequencies, where €,>7, the volume of the sample
that gets heated and expands 1s predominantly substrate, with
the coating contributing very little to the overall photother-
mal response. In this regime we expect the net response of
the coated sample to be essentially indistinguishable from
that of an uncoated sample.

If 1<ry there will be two high-frequency regimes, as
shown in Fig. 2: one at moderately-high frequencies in
which 1< {,<r,, where the photothermal response has a 1/f
frequency response and is dominated by the substrate, and
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another at higher frequencies where (,<7<r,. In this
highest-frequency regime, the frequency dependence is again
1/f, but the photothermal response is now dominated by the
coating. The crossover frequency between these two regimes
occurs where €,=1, or f=f;.

We may interpolate between these two high-frequency

regimes to obtain an approximate, high-frequency photother-
mal response of a coated sample:

Pabs (a(l+a‘) fx (ac(1+a-c)
e LI A

e
Sitf

OL(f)=~

Ke ’

(7
This is the formula we will use to fit our high-frequency data
to extract the coating thermal properties.

IV. RESULTS

We measured the photothermal response of two samples.
The first was single-crystal, synthetic, c-axis sapphire. The
second was identical to the first except for the addition of a 4
pm multilayer dielectric coating of alternating layers of SiO,
and TiO, . This coating formed a high-reflectivity mirror for
infrared light with a wavelength of 1.064 um.’ Both
samples, including the dielectric coating, were provided by
CVI Laser, Inc.*

Both samples had a thin (200 nm) layer of gold depos-
ited on their surfaces. The purpose of this gold layer was
threefold. First, this matched the optical reflectivities of the
two samples so that all other aspects of the measurements
would be the same. Second, the gold boosted the absorption
for these initial measurements to enhance the photothermal
response signal. Third, we wanted to ensure that all of the
absorption occurred in the gold layer at the surfaces of the
samples, as opposed to somewhere in the bulk or deep within
the coating. Using the tabulated values of the thermal expan-
sion coefficient, density, and specific heat for bulk gold,*
and the reported thermal conductivity for a 200 nm gold
film,'! we estimate that because the thermal conductivity of
the gold layer is so good, and its thickness so small, its
photothermal response will be negligible below 250 MHz. At
those frequencies, the observed response will be dominated
by the substrate and dielectric coating.

Agreement between theory and experimental data 1s ex-
cellent at all frequencies, giving us high confidence in the
measurement techniques. Moreover, the values for a(1
+0) and « are consistent with our expectations from tabu-
lated bulk values. (See Table I.)

Figure 3 shows the photothermal response of both
samples, where the upper set of data points are from the
sample with the dielectric coating. The thermal properties
used 1n this fit are given in Table I. The two parameters we
varied for the fit were the thermal conductivity «, which
determined the rolloff frequency, and the product a(1+ o),
which determined the overall amplitude. The bulk value for
the product pC was assumed for both coating and substrate,
and the absorbed power was measured from the visibility of
the cavity. We measure the sum of the transmitted and re-
flected power and subtract it from the incident power to find
the total power lost in the cavity. We then assume that this

Black et al.

TABLE 1. Relevant material properties used in this work. Entries with an
asterisk denote values derived from our data.

Material ~ p (kg/m’) € (J/kgK) a (K™ K (W/mK)
SiO, 22%10° 670 5.5%x1077 1.4
(Ref. 2)  (Ref. 2) (Ref. 2) (Ref. 2)
TiO, 423%10° 688 5%107° 10.4
(Ref. 40)  (Ref. 40) (Ref. 2) (Ref. 11)
Gold film  19.3X10° 126 25
(Ref. 11)
a(l+o)
(K™
Sapphire 4.0 10° 790 (5.53+0.06)X 10~ 6* 64+ 2%
(Ref. 2) (Ref. 2)
Coating 3%10° 680 (8.6+0.6)X 107 %  1.08+0.15%

loss is due to absorption, rather than scattering. This assump-
tion 1s only justified because of the relatively high-absorption
gold film present in our sample. The response of the coated
sample was essentially identical to that of the uncoated
sample at low frequencies, which agrees well with our ex-
pectations that the dominant photothermal response in that
regime is due to the substrate. This agreement also gives us
confidence that the absorption is the same for the two
samples, which was one of the goals in applying the thin
gold coatings.

At high frequencies, the response of the coated sample
differs substantially from that of the uncoated one, and it
agrees well with our expectations based on the thermal pen-
etration depth as outlined in Sec. III. Using the tabulated
values of p and C for bulk SiO, and TiO, (Ref. 40), we
extract an effective thermal expansion coefficient and ther-
mal conductivity of a (1+0,)=(8.6+0.6)x107° K~! and
k.=(1.08£0.15) W/mK. This value of the thermal conduc-
tivity 1s less than what would be expected from the bulk
values of « for SiO, and TiO,, which are 1.18 W/mK and
10.4 W/mK, respectively, which together would give an ef-
fective thermal conductivity of 1.83 W/mK. This reduction
of the thermal conductivity is consistent with other observa-

_107®
£
@Q
"§‘ 1070
2 + Coated Sample
= 1a11
2 10 « Uncoated Sample
£ f,=822Hz
£ 102
s fl =10.5 kHz
100 1000 70000
frequency (Hz)

FIG. 3. Photothermal response of both samples. Upper dots are experimen-
tal data for sample 2, with the dielectric coating. The lowest theory curve is
that of Ref. 10, which accounts for the substrate’s photothermal response at
all frequencies. The other two curves show high-frequency asymptotic be-
havior for samples with [Eq. (7)] and without [Eq. (4)] dielectric coatings.
Noise in the data at high frequencies (low amplitudes) is due to optical
crosstalk between the pump and probe beams. These effects are systematic
and appear at the same levels and with the same frequency dependence in
both samples. Gaussian error bars are smaller than the points as illustrated.
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tions, which indicate that the effective thermal conductivity
of a material in thin-film form is often lower than its bulk
value. 1"

V. CONCLUSIONS

We have developed a method of interferometric photo-
thermal displacement spectroscopy that is well suited for
studying thin dielectric films of the type used in optical coat-
ings. Our method uses a Fabry-Perot cavity to enhance both
the sensitivity of the interferometric measurement and the
amplitude of the photothermal response (by enhancing the
pump-beam power). Together, these can potentially provide
orders of magnitude more sensitivity than conventional pho-
tothermal displacement methods. In this paper we demon-
strate both the technique and the data analysis by measuring
the thermal conductivity and thermal expansion coefficient
of a high-reflectivity Si0,-TiO, film on a sapphire substrate.
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