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ABSTRACT

The backscattered light from pure argon and from argon-oxygen
mixtures at ambient temperéture was investigated using a giant-pulse
ruby laser. The gas samples at pressures in the range of 400 psi to
5000 psi were irradiated by light at a 69433, whose peak power was
approximately 100 Md with temporal pulse width of 20 ns. When the
backscattered light was analyzed by means of a Fabry-Perot interferometer,
its frequency profile led to a nonlinear scattering phenoﬁenon resembling
stimulated thermal Rayleigh scattering (STRS) in absorbing gases. In
the course of investigation, it was found that the presence of minute
concentration of oxygen impurity in argon produced a pronounced effect
on the intensity of this scattered light. The scattering is positively
identified as STRS based on the following experimental features in
conjunction with a modified Gray-Herman theory on STRS:

(1) The frequency shift of the scattered light is typically

1

0.01 cm ~ to the higher frequency side.

(2) As the density of pure argon gas is increased, the
threshold power, Opth’ decreases following the relationship which is

consistant with the modified theory,

p
0 L+,
th = — P
Po
where Po is the argon gas density and Pn is a constant.

(3) When the threshold power, P.,, for an argon sample with

a fixed oxygen impurity concentration is compared with that for pure




argon at the same density, the following phenomenological relationship

is derived:

0,2 ,p2 _
Pth/Pth =(1-8r) ,

where B is a constant and r the percent concentration of oxygen in the
sample.

In the present modified theory, the existance of laser-induced
plasma in the gas sample and the presence of oxygen molecules in the
argon medium were taken into consideration.

Stimulated Brillouin scattering (SBS) in pure argon and in
pure oxygen gases was also investigated as a function of density. The
experimental determination of Brillouin shifts in these gases revealed
a remarkable fact that the values obtained from the "higher order" SBS
iines seem to give sets of “smooth" hypersoric velocities while those
obtained from the first SBS shifts show unusually large fluctuations
outside the estimated experimental error. This fluctuation may be
attributable to the initial laser-induced disturbance in the gas medium
which has a short time constant and, consequently, this disturbance

contributes little to the recurring SBS components.




CHAPTER 1

INTRODUCTION

Since the early days of spectroscopy, scattering of 1light
in fluid medium has long been considered as an effective source of
information with regard to the thermodynamic properties of the medium
as well as the intra-molecular structure of its constituents. Among
various aspects of light scattering, the frequency profile of the
scattered light in the neighbourhood of the incident 1light frequency,
which is known as the Brillouin-Rayleigh triplet(l), has recently
become a subject of extensive investigation with the advent of laser
which provided highly monochromatic light beams. The main features
of this triplet are an unshifted central Rayleigh component and both
Stokes-shifted and anti-Stokes-shifted Brillouin components. Adiabatic
density fluctuations which correspond to the acoustic waves in the
medium contribute to the Brillouin components, while the entropy
fluctuations ("sharp" Rayleigh peak) and the anisotropy fluctuations
(Rayleigh wing) contribute to the central component. The frequency
shifts of the two Brillouin components from the central Rayleigh
component correspond to the Doppler shift of the incident 1ight by the
thermal hypersonic waves present in the medium, which are given by

C

wg = % 21 -c-°- w Sing . (1-1)

Here n, o, and Cq are the refractive index of the medium, the scattering




angle and hypersonic velocity, respectively; w and ¢ are frequency of
the incident 1ight and the velocity of light in vacuum, respectively.
The positive sign refers to the Stokes Brillouin component and the
negative sign to the anti-Stokes Brillouin component. It is noted that
wg is equal to the frequency of the hypersonic waves producing the
Brillouin doublet.

When a giant-pulse laser is used as a 1ight source, the effects
of the incident light field on the dielectric constant of the medium
become important. This dependence of dielectric constant of the medium
on the incident light field, on the other hand, can be easily neglected
when a less intense light source is used. Change in the dielectric
constant of the medium in an intense giant-pulse laser field gives rise
to the growth of the intensity of the scattered field intensity at
certain frequency or frequencies, producing the stimulated scattered
light. Intensity of the stimulated scattered 1ight, Istim’ is given by
Istim = I0 exp {GL} where I0 is the intensity of non-stimulated light
present in the medium and analogous to noise signals in an electronic
amplifier system; G is a gain function and L is the interaction length.
The gain function G is usually dependent upon material parameters of
the medium and laser field parameters, such as intensity and frequency.

There are several striking features which serve to identify
the stimulated scattering:

(1) There exists a minimum input laser power level above
which the stimulated process can occur. Existence of this power

threshold is attributable to the lossy character of the medium; the




gain must be large enough to overcome this loss before Istim becomes
appreciable.

(2) So-called "gain narrowing" is also observable because of
the exponential dependence of Istim’ namely, the half-intensity width

of I is considerably smaller than that of Io.

stim

(3) In general, the gain function has maximum values for
more than one scattered component, but usually only one component
corresponding to the frequency at which the gain has the largest value
is observed. This is indicative of competition between two or more
stimulated effects simultaneously present.

(4) As input laser power is increased above a certain level,
the intensity of a stimulated component is often observed to stay
stationary; in other words, saturation can take place in a stimulated
process.

A number of stimulated effects, some corresponding to normal
or "spontaneous" light scattering and some entirely new, have been
observed in many solids, liquids, and gases. Examples are stimulated
Raman scattering (SRS), stimulated Brillouin scattering (SBS),

stimulated Rayleigh Wing scattering (SRWS), optical frequency mixing,

and harmonic frequency generations.

Stimulated Brillouin Scattering

Since the first observation of stimulated Brillouin scattering
in liquid by Garmire and Townes(z), there have been many reports on
(3),(4)

observations of SBS in a number of solids, liquids and gases

The frequency shift of the scattered 1ight in SBS corresponds well with



that of the spontaneous Brillouin scattering at the scattering angle of
180°. Accordingly, the hypersonic velocity in the medium, which may
also be estimated from the Brillouin shift, wgs in SBS in conjunction

with Eq. (1-1), can now be rewritten as:

= _C
CO = m: ImBI s (1'2)

where the nomenclatures used are the same as those in Eq. (1-1). For
SBS, only the Stokes Brillouin component has been experimentally
observed. It has been carried out theoretically that the SBS gain for
the Stokes component is positive, while that for the anti-Stokes
component is negative; the results thus explain the absence of the anti-
Stokes component in SBS. Occasionally, however, anti-Stokes components
accompanied by the second and higher order Stokes components have been
observed(s); these anti-Stokes components are believed to occur only as
a result of optical frequency mixing.

The stimulated Brillouin scattering in gaseous oxygen and in
gaseous argon has not been extensively studied. No experimental data
on argon gas have been made available, except a brief note of
observation stated by Hagenlocker and his co-workers(e). An isolated
experimental point on SBS in oxygen has been reported by Mash et a1(4).
However, no systematic observation of the effect in oxygen was under-
taken before the present investigation. It has been demonstrated by
some workers(7) that SBS in pure argon gas cannot be produced easily

at gas pressures lower than 2000 psi using moderate input laser powers

up to 30 MW.




Stimulated Thermal Rayleigh Scattering (STRS)

Although most types of spontaneous light scattering have
found their counter parts in stimulated light scattering immediately
after the giant-pulse laser was invented, for the central "sharp"
Rayleigh peak in Brillouin-Rayleigh triplet no corresponding stimulated
process had been observed for some time. Following the theoretical
prediction by Herman and Gray(a), STRS was first observed in liquids by
Rank, Cho, Foltz and Higgins(g), and in gases by Wiggins, Cho, Dietz
and Foltz(lo). As discussed above, spontaneous Rayleigh scattering is
associated with non-propagated thermal fluctuations which influence the
density in the medium to produce light scattering. In order to find a
stimulated process corresponding to this scattering, laser light
absorbing molecules capable of accentuating thermal fluctuations were
introduced into the medium. For STRS in gases, the authors have used
NO2 and 12 molecules as absorbers in compressed gas mixtures of COZ'NOZ’
N,-NO,, and Ny-I,. The scattered light in STRS shows an up-shift (anti-
Stokes shift) in its frequency from the laser frequency, the magnitude
of which is approximately one-half of the half-intensity width of the
-incident laser radiation as predicted by the theory. The threshold
power for STRS in the gas mixtures has been experimentally investigated
by Dietz(ll) and found to follow the theoretical conclusion of Gray and
(12) reasonably well. As will be shown below, the threshold power

Herman
as a function of the gas density is largely dictated by the thermal

diffusion property of the gas mixtures.
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Resumé of Gray-Herman Theony(lz) on STRS

The theoretical treatment of the process of STRS was carried
out by solving a set of coupled linearized hydrodynamic equations for

the gas laser field interaction in a steady state regime. The main

equations to couple the electromagnetic field and the material medium

is given by,

2
2 c CABp
2 %0 2 4y _n 203 _ Cofeg 2
;;7 p(t) v o(t) °0 v 5 e(t) TV T(t)
n%-1 2.2
D=2 vCES(t) . (1-3)

=T &
which is the Navier-Stokes equation with a source term, and
C,(v-1)

) 2
Cv EE'T(t) - A°T(t) - — 3 o(t)

po U(t)/T ) (1'4)

which is the head conduction equation. These two equations have to be

coupled with the diffusion equation for stored internal energy density u,

2ult) _ pofu(t) = J€2 E%(t) - u(t)/e (1-5)

in order to take account of effective relaxation time for thermalization
of the absorbed energy. The nomenclatures used in the above Eqs. (1-3) -
(1-5) are consistent with those in the original paper by €Gray and
Herman(lz). The following terms are redefined here to clarify the
points which are relevant for the present study:

o(t) and T(t) are the density fluctuations and temperature

fluctuations, respectively. E(t) is the optical electric field which is



the sum of the laser field EL(t) and the backscattered field Es(t).
a, D,and ChE respectively, are the absorption coefficient, the diffusion
constant. and density of the medium.

Using the stationary plane wave approximation for the
fluctuations and the fields, the gain function, GR(m) for STRS, has
been derived. The authors derived the effective maximum Rayleigh gain,

eff
(GR )max

as follows:

, after taking the finite laser linewidth into consideration

3/2, 2 2
eff _ 39%n°-1) n“+2 2
(GR )max -~ 7 167wn 3 ks [ELl

BCa 1 1
X = (1-6)

2(1/7 + Dk?); and

where T'
FR = ZAk/pocp .
Consequences of the above theory are:
(1) The frequency shift for the maximum gain, w_,. ., is
given by

Wnax = = 1/2/3 {r + &(rp + 1)} (1-7)

where the spontaneous Rayleigh 1inewidth, rp (= Zxkzlpocp), and T' are
both assumed to be substantially less than the laser linewidth, r,.
The negative sign above indicates an anti-Stokes shift.

(2) The threshold input power, P, ., follows from the

following relationship:




o (power for a given level of scattered light)
<« 1/00 (1 + Pn/po)z (1'8)

with p_, the density at which r; and 15(!‘R + r') are equal, lying
typically in the range 2 - 3 amagats.

(3) They were able to deduce an expression for @, s the
value of o« for which the gain for STRS and that for SBS are equal.
Substituting appropriate experimental and other material parameters in
the above results, it has been shown that the experimental results

obtained agreed reasonably well with the theory.

Statement of the Problem

Stimulated scattering in pure argon has been investigated by
Mink and Rado(13), and by Dietz, Cho, Rank and Wiggins(7). Among other
things, they observed from argon the backscattered 1light containing a
frequency component which is anti-Stokes shifted and resembles STRS
closely. Altﬁough pure argon does not absorb at laser frequency, the
authors, Dietz et al, reasoned that the absorbed light may be
attributable to STRS if one assumes that the absorption is present in
high electron density plasma known to exist in argon.

In the course of investigation of the anti-Stokes shifted
light in argon, it was found that a small percentage of impurity in
the gas plays an important role for the production. In this thesis,
it is intended, therefore, to conduct a systematic experimental
investigation for the production of the stimulated light in pure argon

as well as in Ar-o2 mixtures, 02 being introduced as impurity. It is




also hoped that the results of the present investigation may lead to
the possible explanation for the origin of this‘scattering.

The present work also includes the experimental measurements
of SBS in argon and in oxygen. An attempt is made to determine the
density dependence of the hypersonic velocities in these gases. All

the experiments were carried out at room temperature.
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CHAPTER 11

EXPERIMENTAL APPARATUS AND PROCEDURE

A. Apparatus

The experimental set-up used in the present investigation is
schematically shown in Fig. 1. The detailed account of the set-up will
be discussed below. Two Fabry-Perot etalons, each in combination with
a camera, were used to record the frequency profile of the back-
scattered light from gas samples contained in the high pressure gas
cell. A streak camera was used in the later stage of the present

experiments to observe the temporal development of the iaser induced

plasma formed in the gas samples.

(1) Laser System

A Korad K-1500 ruby laser system, modified to operate as a
passively Q-switched oscillator by removing the amplifier laser head
and the Pockels cell, active Q-switch, was used throughout the present
experiment. A Czolchralski "standard" quality ruby rod, doped with
0.05% of Cr203, was optically pumped by a helical xenon lamp in the
optical cavity to produce high intensity laser beams. The rod was of
a cylindrical form, 4" long and 9/16" in diameter, the cylindrical
axis making an angle of 60° with respect to the "c"-axis of the crystal.
Each end surface of the rod was flat within a tenth of a wavelength at
69432, and was anti-reflection coated. The end surfaces were paraliel

within 2 - 4 seconds of arc. The temperature of the ruby rod was
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controlled by continuously circulating water in conjunction with a
Lauda-Brinkmann circulator Model K-2/R.

The laser system was passively Q-switched by means of a
bleachable dye, cryptocyanine solution in methanol, contained in an
open liquid cell. The cell consists of two optically flat fused quartz
windows, each 3/8" thick and 1" in diameter, which are cemented on a
quartz spacer of 1/8" thick. The spacer has a small opening on its
side for filling and adjusting the dye solution. The outside surface
of the front window is anti-reflection coated to avoid the reflection
loss while the inside surface of the back window is coated for near
100% reflectivity. When the cell was inserted in the laser cavity,
the back window served as the rear reflector of the laser cavity. The
front rerlector of the iaser cavity is an optically flat sapphire
plate, with its orientation in such a way that laser output would be
linearly polarized. The orientation of the ruby rod is adjusted so
that the "c" plane of the ruby rod is horizontal, thus ensuring that
the plane of polarization of laser light will be vertical. In order to
produce the laser beam of a single pulse and of a single longitudinal
cavity mode, the optical alignment of the laser cavity and the
concentration of the dye solution were carefully adjusted.

The total laser energy of ea:h pulse was measured with a TRG
Model 100 Thermopiie which was cornected to a Keithley 150B Micro-
voltmeter. This detection unit, a part of the "diagnostics" which is
shown in Fig. 1, detects the sampling beam reflected off a beamsplitter
placed immediately adjacent to the output side of the laser cavity. In

order to calibrate the "diagnostics" energy readings, a Korad KdJ-3
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Calorimeter was used to make a direct energy measurement for the laser
pulse which is incident on the gas cell. As a second part of the
diagnostics, an ITT F-4000 photodiode with S-1 spectral response and a
0.5 nanosecond risetime, in conjunction with a Tektronix Model 519
oscilloscope was employed to record the temporal profile of each laser
pulse. In the course of the present investigation, it was often
necessary to reduce the laser energy incident on the gas cell without
undue changes in the pulse width. This was achieved by inserting an
attenuating liquid cell containing copper sulphate in water solution
and/or a stack of thin glass plates between the laser and the beam-
splitter for the diagnostics. The laser energies used in these
experiments were in the range of 0.02 to 1.50 joules. The pulse width,
more precisely the temporal half-intensity width, of each laser pulse
was approximately 20 nanoseconds. Although the spectral half-intensity
width of the laser beams fluctuated from one pulse to another, the

1

typical values were in the range of 0.01 to 0.04 cm ~. The beam

divergence is 3 - 5 milliradian.

(2) Fabry-Perot Interferometers

The frequency profiles of the laser light as well as the
scattered 1ight were studied using Fabry-Perot etalons. Each etalon
consists of a pair of parallel fused quartz plates 3.5" in diameter
and 3/4" thick, separated by brass spacers with invar inserts. The
inside surface of each etalon plate was coated with a zinc sulphide
film, with a surface flatness within 1/40 of a wavelength at 63283.
The reflectivity of the coated surface is 85% at the wavelength 69433.
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In the present investigation, interferometers of two different spacings,
6.47 cm and 2.24 cm, were used, given the inter-order separations,

1

0.0773 cm - and 0.223 cm'l, respectively.

(3) Gas Cells

The gas cell used for most of the experiments for this thesis
was of a 10 cm path length, transmission-type high pressure gas cell
which was previously described(la). The cell body, constructed of a
stainless steel cylinder, 3.5" in diameter with a bore of 3/4" in
diameter, was originally designed to withstand pressures up to
30,000 psi. A modification was made to the entrance window aperture
of the cell to accommodate the whole laser beam into the cell without
obstruction; the light guide which was originally present inside the
central bore was removed to allow the free passage of the 1ight beam.
Circular Pyrex glass plates, 15/16" in diameter and 3/16" thick, were
cemented onto the window plates with Glyptal Cement to serve as the
entrance and exit windows.

Another gas cell of similar design with a side window was
used for a brief period to study the dynamics of the laser-induced
plasma. The detailed description of this cell is not to be made in
the present thesis because only preliminary results on the plasma will

be discussed here in relation to other observations.

B. Experimental Procedure

(1) optical Arrangement
In preparing for the experimental set-up, the following points
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were taken into consideration. Firstly, to identify the backscattered
anti-Stokes shifted light, it is necessary to adopt the "polarizational
separation" method which has been used by other investigators(7). The
method of "polarizational separation” can be used to measure a small
frequency difference between two light beams; it is specially useful
when the frequency difference is of an order of the breadth of the
spectral lines involved. Secondly, possible generation of both SBS
and STRS in the gas samples requires simultaneously observations with
two interferometers of different spacers. The optical set-up shown
schematically in Fig. 1 was thus arranged to accommodate these require-
ments.

Laser light was focused in the gas cell with a 17.5 cm focal
length lens. The backscattered light was collimated by passing through
the focusing lens and reflected by a beamsplitter, Sl,in Fig. 1, to
pass through the Fabry-Perot etalon and then into a camera. During the
course of studying the anti-Stokes shifted light in Ar, the distance
between the laser system and the gas cell was kept at a distance of
560 cm to prevent the possible reamplification of the backscattered
light by the laser. The beamsplitter, Sysa Kerr cell containing
nitrobenzene, and a mirror served to achieve the first objective above.
A fraction of the laser beam reflected from S1 was first directed
through the Kerr cell onto M. The beam reflected by M was then allowed
to pass through the Kerr cell for the second time. For operation, the
Kerr cell was so oriented that the direction of the D.C. electric field
made a 45° angle with respect to that of the polarization of the laser

beam. With an applied D.C. voltage of 32 KV, quarter wave retardation
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was introduced between the "slow" and "fast" components of the light
emerging each time from the Kerr cell. The laser light, having
travelled through the Kerr cell twice, entered the etalon with its
plane of polarization rotated through a 90° angle. Polarized analyzing
sectors were placed directly in the front of the photogrﬁphiéﬁpTateél o
inside the camera in order to distinguish the laser light, of which the
plane of polarization has been rotated, from the backscattered light
having the same polarization as the incident. The polaroid sectors
were arranged to form four quadrants, two adjacent sectors analyzing
Tight components of two mutually perpendicular polarizations.

Care was taken to eliminate parasitic light, possibly
originating from the stray reflections at various optical surfaces
and/or from the imperfect polarizations of the 1ight components.

Photographic plates used in the present observations were Kodak type

1-N spectroscopic plates.

(2) High Pressure Gas Sample Preparation

In the experiments, the high pressure gas samples were
prepared by means of a cryogenic method using a thermal compressor.
For the pure gas samples, care was taken to ensure each sample was
free from contamination by other gases. The pure argon gas samples,
for which the purity was of paramount importance, were obtained from
a cylinder supplied by Matheson of Canada Limited. The total impurity
quoted was less than 11 parts per million. For each set of Ar-0,

mixture experiments, a mixture was first prepared inside the gas cell

at a total pressure of approximately 5000 psi. The pressure of the
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mixture was then lowered in a number of steps at which the experiments
were carried out. In preparing a mixture, oxygen gas from a commercial
cylinder was first admitted into the gas cell at a pressure in the
range of 15 to 100 psi. Its initial pressure was measured with a
mercury manometer for pressures below 30 psi and with a Bourdon tube-
type pressure gauge for pressures above that value. Argon gas was then
introduced to the cell until the total pressure reached approximately
5000 psi. The final total pressure of Ar-O2 mixture as well as those
of pure argon were measured with a Bourdon tube-type pressure gauge.
For each mixture, more than 12 hours were allowed to ensure the uniform
mixing of gases.

The gas pressures were converted to densities in amagats
using the published isothermal data(14)’(15). The concentration of
oxygen in each mixture was obtained by taking the ratio between the
partial density of oxygen and the density of the mixture in amagat unit.
In order to check the validity of this method, a series of experiments
keeping a constant density of oxygen inside the cell and adding argon
gas in steps were carried out for consistancy in results. Some of the
mixture samples were also analyzed by using a CEC 21-614 Residual Gas
Analyzer in the Chemistry Department of this University to ascertain

the concentration ratios as determined above. A1l the experiments

were performed at room temperature.

(3) Determination of Frequency Shifts

The frequency difference between the scattered light and the

laser light was determined from the measured values of the diameters of
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the concentric circular rings produced with the Fabry-Perot interferometer.
As two light beams pass through the interferometer, as described in
Section A.(2) in this chapter, two sets of fringes are simultaneously
photographed. After the individual rings in both sets of fringes are
identified in terms of the corresponding orders of interference, the
diameters of approximately 12 consecutive rings in each set are
measured by means of a Gaetner Comparator. The smallest ring measured
is usually the second one from the centre of the fringe patters, for
the innermost ring may introduce unwarranted measuring errors to the
comparator readings due to its broadness. The measured values of
diameters give rise to the "fractional order difference", am, by the

following equation:

02 - pr2

am = W
D2 - D2 ’
m m=-1

(2-1)

where Dm is the diameter of the mth order of the laser spectrum;
D19 the diameter of the (m-l)th order of laser spectrum; and

D&, the diameter of the mth order of the backscattered 1ight
spectrum. The frequency shift, w, in unit of cm'l, is

© =AM %? . (2-2)

Here s is an interferometer spacing, and the quantity 1/2s is specified

as the interorder separation.

C. Error Estimates

(1) Errors in Frequency Shift Measurements

The mathematical approximation employed in deriving the
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equation (2-1) is solely through the following relationship between a
given interference fringe diameter D and the corresponding angle o

subtended from the camera lens:
D=2fo (2-3)

where f is the focal length of the camera lens. This approximation is
good in the order of (g?)z. In the present case, with D 2 cm and
f = 60 cm, equation (2-1) is accurate to 1 part in 104.

The main source of the possible error in the values of the
frequency shifts can be attributed to the measurement of the diameters
of the interference fringes. As the microscope of the comparator scans
across the fringes through the centre of the interferogram, extreme
care has to be taken in locating the exact centre. However, the error
arising from this is estimated to be much smaller than that arising
from the uncertainty in locating the intensity maximum of each
interference ring which is estimated to be approximately one-tenth of
-1

the 1inewidth. For the laser line of0.02cm ~width, the error is

therefore about = 0.002 cm'l. This error corresponds to 5% and 20% of

the values of SBS and STRS shifts, respectively. The frequency shift
obtained from one interferogram is found by taking the algebraic mean
of all the values at different interference orders. The standard

deviation computed for the mean égreed well with the measurement error

estimated above.

(2) Errors in Threshold Power Determination for STRS

For the determination of the threshold powers, there are two
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possible sources of error. One is in the power measurements; the other
is in detectibility of the spectral components on the photographic
plates. The error in power measurement depends on the errors in the
measurement of both the energy and the temporal half-width of the laser
pulse. The energy measurement introduces an estimated error of 5%,
which is concluded by comparing the output readings of two independent
calorimeters; this value is confirmed by the manufacturer's quoted value
of 5% in measurement error. The rise time of the photodiode is, as
quoted by the manufacturer, 0.5 nanoseconds; that of oscilloscope 0.35
nanoseconds and the combined rise time as calculated using an equation
given by the manufacturer is 0.6 nanoseconds. In measuring the
oscilloscope trace to obtain the temporal half-width of each pulse, the
uncertainty arising from the width of the trace line is estimated as
%+ 1.5 nanoseconds. The total error in the value of the half-width of
the temporal profile is about 1.6 nanoseconds which corresponds to 8%
for a 20-nanosecond pulse. The total percentage of error in the power
value can be estimated as 10%.

For the determination of the threshold power at a given
pressure, a series of interferograms were taken at predetermined power
increments and they were carefully examined to pick a power at shich

STRS was just detectable. The power increment between two consecutive

shots was typically from 10% to 30%. Therefore, the maximum uncertainty

in selecting the right power from the photographic plate was

approximately + 20%. In taking account of all the factors considered

above, the determination of threshold power has an overall error of 22%.
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CHAPTER II1I

RESULTS AND DISCUSSION

A. Stimulated Thermal Rayleigh Scattering (STRS) in Ar and Ar-O2 Mixtures

Reproductions of typical interferograms of backscattered 1ight
in various samples are presented in Figs. 2 and 3. A Fabry-Perot etalon

1

with a free spectral range of 0.0773 cm ~ was used for both sets of

interferograms. The results shown in Fig. 2 were chosen to illustrate
the effect of 02 concentration on the backscattered light in Ar-o2
mixtures. For all the gas samples presented in the figure, the density
of 98 amagats and the input laser power of 4 MW were kept constant. The
quadrant of each interferogram shows the Febry-Perot fringes of laser
l1ight. Fig. 3 shows that the backscattered 1ight in pure argon is
slightly anti-Stokes shifted from the incident laser frequency, and its
intensity gradually decreases and eventually disappears as the oxygen
concentration is increased. It is also noted that this strong back-
scattered light shows the gain narrowing characteristic of the
stimulated scattering. In Fig. 3, a set of interferograms similar to
those in Fig. 2, but at a higher density of 339 amagats, are shown.
Input laser powers for these samples are kept as closely as possible

to a constant value of 6.0 Mi. While the general features of the
anti-Stokes shifted components are similar to those observed at lower
densities, in addition, the stimulated Brillouin components are now
observed in the gas mixtures of a certain concentration range. At this

density and input power, both the stimulated thermal Rayleigh and the




Pure Ar 0.42% 0, 0.75% O, 20% O,

Fig. 2.

Interferograms of the backscattered 1ight in pure Ar and in three
Ar-0, mixtures with laser input power of approximately 4 MW. An
etalon spacer of 6.47 cm thick is used. Total density of each
sample is approximately equal to 98 amagats.
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Pure Ar 0.42% Oz 0.75% Oz 2.0% Oz

Fig. 3. Interferograms of the backscattered 1ight in pure Ar and in
three Ar-0, mixtures with laser input power of approximately
6 Mi. An etalon spacer of 6.47 cm thick is used. Total
density of each sample is approximately equal at 339 amagats.
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stimulated Brillouin components are absent in the mixtures containing
oxygen concentration more than 2%. It is noted, however, that in the
last interferogram of Fig. 3 the backscattered light seems to consist
of the unshifted laser frequency without noticeable narrowing. It has
been experimentally verified that the unshifted light did not seem to
arise from any parasitic 1ight such as laser light reflections from the
cell windows or other optical components, and imperfect polarization of
the laser 1light.

The anti-Stokes shifted component observed in the backscattered
Tight in pure argon gas as well as in Ar-O2 mixtures of very low oxygen
concentrations resembles the stimulated thermal Rayleigh 1ight which has
been identified in absorbing gases(lo). In Table I, the measured values
of frequency shifts for this component in various samples under varying
experimental conditions are given. The magnitude and the direction of
this frequency shift agree well with the nature of the stimulated
thermal Rayleigh scattering (STRS) experimentally observed. The gas
samples in the present study, however, do not exhibit any measurable
absorption at the ruby laser frequency, 69433, if a light of conventional
intensity is used. Since this absorption of laser energy is essential
for the production of STRS, it is difficult to identify this scattering
in argon with STRS without any further experimental evidence. It is
noted, however, that while the frequency shifts are in general agreement
with STRS shifts in their orders of magnitude, the variation of the
shifts with various parameters involved in the present study seem

negligible within the experimental error. It is especially significant




TABLE I. Observed anti-Stokes shifts for the backscattered light from argon

and from argon-oxygen mixtures. Pertinent experimental data

including the half-intensity width are also given.

02 concentration Total density Input laser power Half-ingensity Measured qnti-
laser linewidth  Stokes shift

() (amagats) (W) (en”) (en”)

— 55 4.8 .013 £ ,002 .011 + ,001
—_ 237 2.0 .014 = ,001 .011 + ,003
— 339 8.5 .026 + .002 .009 + ,002
— 339 17.0 .028 + .002 .010 £ .002
.42 98 4.0 .022 = ,002 .009 = ,001
.42 98 30.0 .022 = ,002 .015 = ,002
42 163 13.0 .018 = .002 .012 + .002
.42 200 9.0 | .026 + ,004 .013 = .004
.75 98 7.8 .016 = ,002 .007 + .002
.75 200 9.5 .020 = ,002 .013 ¢ .003
.75 200 10.5 .025 = ,002 .011 ¢ .002

2.0 98 14.0 .018 £ .002 .010 £ ,001

-SZ-
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that the observed anti-Stokes shift does not seem dependent on the
laser line width; such dependence has been observed in STRS in absorbing
liquid(g).

The observed values of the threshold input laser power for
the anti-Stokes component in pure argon gas and in Ar-o2 mixtures are
presented in Table II. This component is identified as STRS in the
table, the justification of this designation is to be given later.
Those data are also plotted against the gas density as shown in Fig. 4.
It can easiiy be seen that the threshold power curves for Ar-o2 mixtures
are shifted upward from that for pure argon, and the shifts are quite
drastic as compared with their oxygen concentrations. The striking
feature of the figure is that, for each Ar-O2 mixture, there exists a
certain critical value of density above which no STRS is observed.
This suppression of STRS in the mixtures was not observed in pure argon.
A1l the Ar-O2 mixtures investigated with more than 2% oxygen concentrations
failed to produce the anti-Stokes shifted component.

For the purpose of comparison, exploratory experiments with
Ar-He, Ar—H2 and Ar-N2 mixtures were also carried out to investigate
the anti-Stokes shifted component. The preliminary results obtained in
Ar-H2 and Ar-N2 mixtures show in general qualitative agreements with
the present results in Ar-o2 mixtures, while those in Ar-He mixtures
exhibit entirely different behaviour. The intensity of the anti-Stokes
shifted component does not seem to be affected by the presence of He

impurity even at the He concentration of as high as 10%.




TABLE II. Observed threshold input laser powers for STRS in pure Ar and Ar-O2 mixtures.

Pure argon 0.42% 02 0.75% 0, 2.0% 02
Total density Pth Total density Pth Total density Pth Total density P
(amagats) (M) (amagats) (M) (amagats) (MW) (amagats) (MW)

339 1.27 238 2,87 193 3.52 98 5.55
306 1.66 200 2,22 178 3.70 84 6.25
273 1.71 164 2.53 151 3.78 75 7.6
238 1.41 132 3.32 130 4.54 69 8.10
200 1.85 98 2,96 98 5.25 59 8.85
164 2.02 65 4.79 65 7.70 38 21.1

98 2,64 51 6.80 51 9.02

65 3.85 38 15.2

51 4.45

38 6.25

—Lz-
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Fig. 4.

Plots of input threshold power versus total gas density from stimulated
thermal Rayleigh scattering in pure Ar and in Ar-OZ mixtures.
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B. Discussion of STRS and the Modification to the Gray-Herman Theory

As has been assumed in the preceding sections, the anti-
Stokes shifted components observed in the backscattered 1ight can be
interpreted to arise from the stimulated thermal Rayleigh scattering
in argon. Argon atoms in the ground state are not known to have an
appreciable absorption coefficient at the ruby laser wave length, 6943R.
under the normal experimental conditions. With the formation of laser
induced plasma, however, argon ions and highly excited neutral argon
atoms present in the plasma may initiate the thermalization process
which is essential for STRS. Although the radiative relaxation times
for a number of excited states of argon atoms and of argon ions have
been reported to be in the order of 10'8 sec, there are several known
metastable states(ls) for which the radiative relaxation times are on
the order of 10'5 sec. Argon atoms in these metastable states may
effectively contribute to the thermalization process. Since the
energies of the known metastable states are greater than 10 ev above
the ground state, excitation of argon atoms to the metastable states
can only take place either by a direct multiphoton process or in the
laser induced plasma. If the latter mainly contributes to the
excitation mechanism, it is reasonable to assume that the laser induced
absorption coefficient whicﬁ arises from the excited neutral atoms and
ions is proportional to the laser power since the rate of development
of cascade in a given plasma is proportional to the incident laser

intensity(17). Using the value of « assumed here, it can be possible

n(lz) to

to modify the theory originally proposed by Gray and Herma

describe the present experimental results.
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The above conclusion is further supported by the experimental
evidence in the Ar-O2 mixtures. Although the concentration of O2 in
each Ar--O2 mixture is very small, a rough estimate suggests that the
number of 02 molecules and their derivatives (molecular oxygen, ions
and atoms, etc.) present in the plasma is comparable to the number of
argon ions and excited argon atoms. It may also be assumed that the
cross section for the energy transfer between the excijted argon atoms
and/or ions and oxygen 