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We demonstrate a technique of photon-echo interferometry which provides extraordinary sensitiv-
ity for the measurement of the relative phase in the coherences for pairs of optical transitions. The
method is applied to study collision-induced optical-coherence transfer between adjacent transitions

in atomic samarium vapor.
PACS number(s): 34.40.+n, 42.50.Md

I. INTRODUCTION

We have developed a method of photon-echo interfer-
ometry which provides extraordinary sensitivity in study-
ing collision-induced optical phase shifts. This tech-
nique has been applied to measure the relative phase
shifts between two adjacent transitions due to collision-
induced optical-coherence transfer. In this type of colli-
sion, the excited- and ground-state amplitudes are col-
lisionally transferred between the adjacent transitions
without complete destruction of the coherence. The
echo-interferometry method employs backward stimu-
lated photon echoes which are excited in two adjacent
optical transitions in atomic samarium vapor. The back-
ward echo fields from each of two transitions are emitted
at the corresponding resonance frequencies, which are
controllable with an adjustable magnetic field. When
the difference frequency is appropriately tuned, the echo
fields interfere destructively at the echo rephasing time,
suppressing the echo intensity by a factor of 10%. The
suppression is strongly dependent on the relative phase
of the two transitions, leading to great sensitivity in
the measurement of collisionally induced relative phase
changes between the adjacent transitions. This has en-
abled a study of very small collision-induced optical-
coherence transfer rates, nearly two orders of magni-
tude smaller than measured previously for infrared tran-
sitions [1].

In the basic collision-induced coherence-transfer pro-
cess, Fig. 1, optical coherence initially created on the
a’-b' transition is collisionally transferred to the a-b tran-
sition and vice versa. Both the excited- and ground-state
amplitudes of the active atom simultaneously change in
this process, accompanied by a velocity change Av. For-
mally, all theories of spectral line broadening contain
contributions of collision-induced coherence transfer, the
broadening rate comprising the total rate of loss of co-
herence by inelastic processes, velocity changes, or coher-
ence transfer out of a given transition minus all rates of
coherence arrival by transfer from neighboring velocity
groups and neighboring degenerate transitions. Gener-
ally, these processes are most easily described by a quan-
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tum transport equation treatment [2-4]. To understand
how collision-induced coherence transfer is related to the
usual spectral line-broadening rate, it is convenient to
consider the case where the spectral resolution is insuf-
ficient to resolve the Doppler frequency changes which
accompany collision-induced velocity changes. Then, the
evolution equations for the optical dipoles for two degen-
erate adjacent transitions of equal strength can be writ-
ten in the form of rate equations, analogous to the case
for a single two-level optical transition [5]. The equations
for the optical dipole amplitudes for transition i « 7,
d;;(t), take the form

dba (t) = =97 dya(t) + Yo dba(t) + Ve dprar (2)
(1)
db’a’ (t) = =T db’a’(t) + Yo db'a’(t) + Ye dba(t) 3

where ~r is the total loss rate of optical coherence (op-
tical dipoles) due to inelastic and elastic collisions and
due to coherence transfer to the adjacent transition, -,
is the arrival rate of coherence due to velocity changing
collisions from adjacent velocity groups, and -, is the ar-
rival rate of coherence from the adjacent transition. For
transitions of equal strength, the evolution equation for
the total dipole moment can be found by adding the evo-
lution equations for dp, and dp o to obtain

%um+@mm=—mum+@mm, 2)

where yp corresponds to the usual line-broadening rate

b b'

FIG. 1. Collision-induced coherence-transfer process.
Excited- and ground-state amplitudes are collisionally trans-
ferred between adjacent transitions.
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in the impact approximation and is given by vy = yr —
Y» —Ye- Hence, collision-induced coherence transfer from
adjacent degenerate transitions reduces the effective line-
broadening rate by canceling the coherence-transfer rate
out of a given transition, which is inherent in the total
loss rate yr.

In general, coherence transfer can occur between adja-
cent transitions in radio frequency, microwave, infrared,
or optical transitions and has in principle been known
for some time. However, the conditions under which
collision-induced coherence transfer can occur are not
well established, and have been studied experimentally
in only a few instances. Processes of this type have
been analyzed theoretically in some detail with neglect
of the accompanying velocity changes [6, 7]. Previous
experiments have studied collision-induced Zeeman co-
herence and microwave coherence rotational transfer (in-
tramolecular) [8]. Studies of the Stark splitting de-
pendence of the line-broadening rates [9] also involve
collision-induced coherence transfer between transitions
differing in magnetic quantum numbers. Finally, infrared
coherence transfer in methyl fluoride has been studied
by the method of tunable energy compensation [1]. This
method, which tunably compensates a selected collision-
induced Doppler shift with a Stark shift, determines
the complete distribution of velocity changes accompa-
nying collision-induced coherence transfer between adja-
cent transitions for which the magnetic quantum number
differs by one.

The experiments described here are the first, to our
knowledge, to study optical-coherence transfer [10], as op-
posed to infrared or microwave coherence transfer, which
has been studied previously by a number of groups as
described above. The samarium atomic system which
we have explored provides an ideal system with just
two adjacent optical transitions which are excited and
probed in the experiments. Collision-induced optical-
coherence transfer differs from coherence transfer be-
tween low frequency transitions in that the excited and
ground states differ by an electronic energy, causing the
ground- and excited-state collision potentials with per-
turbing gas species to be substantially different. In this
case, one expects that optical phase disruption is likely to
play an important role in the process. By contrast, the vi-
brational states excited in infrared experiments are very
similar, and one expects little phase disruption. Hence it
is not surprising that infrared experiments yield a large
cross section for collision-induced coherence transfer [1],
while it is unclear whether optical coherence survives
collision-induced transfer at all. As described below,
optical-coherence transfer does appear to make a sub-
stantial contribution to the phase shifts measured in our
experiments. The rest of this paper is organized as fol-
lows. In the first section, the basic echo-interferometry
method is described. Then a brief description of collision-
induced coherence transfer and how it affects the echo in-
tensity is given. Details of the derivations are relegated
to Appendixes A and B. Finally, data from the experi-
ments are presented and compared with calculations to
investigate the contributions of collision-induced coher-
ence transfer.

II. THEORY

A. Photon-echo interferometry

As described above, we have demonstrated a technique
for photon-echo interferometry, whereby photon echoes
generated on independent adjacent transitions in simple
atoms are made to destructively interfere, suppressing
the echo intensity by 10%. The method is a form of
polarization interference, as distinguished from quantum
beats [11]. This technique serves as a sensitive probe of
any perturbation which differentially affects the phase
of the optical dipole moments of the adjacent transi-
tions. Therefore the method is not limited to studies of
collision-induced optical phase shifts as explored in the
present work, where the method has been applied to in-
vestigate weak collision-induced optical-coherence trans-
fer between the adjacent optical transitions.

The experiment, Fig. 2, employs two short, copropopa-
gating optical pulses, separated by a time delay T, which
excite the two adjacent transitions, a — b and a’ — ¥/,
shown in Fig. 1. Just after the second pulse, a third
counterpropagating pulse induces backward echo rephas-
ing. For each transition, a backward echo is radiated
at the atomic resonance frequency, causing temporal in-
terference between the echo fields. By using a magnetic
field to alter the relative frequency of the transitions, the
interference can be adjusted.

The interference can be understood in more detail as
follows. Just after the first pulse, at time ¢ = 0, opti-
cal dipoles are excited which have a broad distibution
of velocity v along the pump laser beam. In the atom
frame, the optical dipole for the ith transition radiates
at a frequency wp;. When the second pulse arrives at
time T, the power absorbed by the dipole depends on
the relative phase between the field of the second pulse
and that of the dipole at time 7. Due to the Doppler
frequency shift, an atom moving at velocity v along the
pump laser beam of frequency w is affected by a laser fre-
quency w—kv, where k = 27/ is the optical wave vector.
Hence the relative phase between the dipole created by
the first pulse and the field of the second pulse is just
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FIG. 2. Photon-echo interferometry. Two copropagating
pulses followed by one counterpropagating pulse induce back-
ward photon echoes radiated at the atomic resonance fre-
quency. The radiation fields from adjacent transitions inter-
fere constructively or destructively depending on the differ-
ence between the atomic resonance frequencies.
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(w — wo; — kv)T, which is velocity dependent. The power
absorbed, and hence the population inversion, then takes
the form of a grating or fringe in velocity space of the
form A(v) cos|[(w — wo; — kv)T)], where A(v) is the shape
of the velocity distribution for the population inversion as
determined from the pulse shapes, and wy; is the optical
transition frequency for each of the adjacent transitions:
1= 1,2, with 1 = ba and 2 = b'a’. The third, counter-
propagating pulse induces a macroscopic dipole moment
in the sample of amplitude

d(t) Z / dv A(v) cos[(w — wo; — kv)T]

1=1,2
Xe—i(wo,-—kv)(t—T). (3)

The part of Eq. (3) which rephases comes from the
term containing F(t — 2T) = [ dv A(v) exp[ikv(t — 2T')]
and leads to a backward echo of intensity

Iecho(t) = ;li'F(t _ 2T)|2 'e_iwmt + e—iwoztlz ) (4)

Defining Aw = (woz — wo1), and 7 = t — 27, the time
relative to the peak in the echo intensity at t = 27", the
echo intensity takes the simple form

Leano(7) = |F ()2 cos? [%(ﬂ + T)] . (5)

By adjusting the magnetic field strength so that
AwT = 7/2, the echo intensity will be proportional to
sin?(Awr/2) and is minimized at 7 = 0, i.e., at t = 2T,
when the echo normally occurs. Experimental construc-
tively and destructively interfering echoes are shown in
Fig. 3. These are compared to the shape of the echo
signals calculated in Appendix A as a function of 7 for
fixed Aw which is given by Eq. (5) with F(7) = 2g(r),
according to Eq. (A55) where g(7) is given by Eq. (A54).
The calculated results are in good agreement with the
measured signal shapes, including the small peaks on the
left and right in Fig. 3.
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FIG. 3. Photon-echo intensity in '>*Sm versus time in (a)

zero magnetic field and (b) nonzero magnetic field (destruc-
tively interfered). The scale is normalized to unity for con-
structive interference. Note scale change of 10™2 for destruc-
tive interference. The null occurs at 50 nsec. The overshoot
on the data is due to the high bandwidth amplifier. See Fig. 5
for level diagram.

B. Collision-induced optical-coherence transfer

The relative size of the two primary peaks in the
destructively interfering echo signals is altered by for-
eign gas collisions. Exponential decay of the optical
dipoles during the pump pulses and during the echo
emission leads to a suppression of the right-hand peak,
which occurs at later time than the left peak. In ad-
dition, optical phase shifts arise from two mechanisms:
(i) collision-induced dipole destruction during the pump
pulses which shortens the average evolution time for
the optical dipoles and (ii) collision-induced optical-
coherence transfer which alters the relative size of the
two peaks in the destructively interfered echo signals.

To take into account the effects on the echo shape of
collisions which destroy the optical dipole, it is convenient
to use third order time-dependent perturbation theory
in the density matrix equations, as described in detail
in Appendix B. It is assumed in this part of the calcu-
lation that the Doppler shifts which accompany elastic
collision-induced velocity changes are not resolvable for
the short time scales and hence low spectral resolution
used in the experiments. The neglect of velocity changes
for elastic collisions permits a straightforward estimate
of effects of collisions which destroy the optical dipoles
during the pump pulses. The effects of optical-coherence
transfer, which are neglected in Appendix B, are added
in a separate calculation in Appendix A. In this case,
the effects of large velocity changes which may accom-
pany collision-induced coherence transfer at short range
are included. Following Appendix B, it is assumed that
the three pump pulses are Gaussian in shape with inten-
sity I(t) = exp[—2(t — t;)?/(72)], where t; is the center
of the ith pulse, and 7, is the pulse field 1/e width. The
shape of the resulting echo intensity neglecting collisions
is given by Eq. (5) where F(7) is given by the convolution
of the three Gaussian pulses so that

272

|F(r)]> = Aoe *

N

(6)

where 7 =t — 2T.

When collisions which destroy the optical dipoles
are included, the amplitude A¢ is reduced by a factor
exp[—4vpT], where T is the time between the first two
pump pulses. Note that the third, backward propagat-
ing pulse is assumed coincident with the second forward
propagating pump pulse. g is the dipole destruction
rate neglecting coherence transfer, and corresponds to
the usual Lorentzian spectral line-broadening rate when
the coherence transfer is included. In addition, Appendix
B shows that the function given in Eq. (6) is modified by
a factor exp[—8yp7/3], which takes into account colli-
sions which destroy the optical dipole moment during the
pump pulses, and during echo emission. Physically, the
part of the echo signal appearing later in time arises from
dipoles created earlier in time. This added evolution time
leads to exponential decay which is dependent on the
time 7 relative to the echo peak. Hence the echo shape
is the product of a Gaussian factor and an exponential,
or equivalently, a shifted Gaussian with 7 — 7 + 2yp72.
Since terms of order (yg7p)? < 1 in the exponential have
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negligible pressure dependence for the short pulse dura-
tions used in the experiments, the echo shape can be
represented equally well by shifting the argument in the
cosine factor in Eq. (5) according to 7 — 7 — 2737’3,
and leaving the form of |F(7)|? as given by Eq. (6). For
later data analysis, it will prove convenient to model the
echo shape as a Gaussian factor multiplied by a cosine
function with a pressure-dependent shift in the time ar-
gument. Dipole destroying collisions also contribute a
relative phase shift to the echo fields which further mod-
ifies the argument of the cosine by a term proportional
to aAw'yBTIf. Physically, this arises because the proba-
bility of a collision during a pump pulse is of order vg7,.
Hence, with a spread in dipole creation and observation
times of order 7,, the effective average evolution time
of an optical dipole is shortened by A1 ~ 7375. Thus,
for dipoles oscillating at frequencies differing by Aw, a
pressure-dependent phase shift ~ AwAT arises. Neglect-
ing collision-induced coherence transfer, one obtains an
echo shape of the form given by Eq. (7), with I. = 0, i.e.,
no coherence transfer.

The calculation of the modification of the interfering
echo signals due to collision-induced optical-coherence
transfer is straightforward but tedious, and is carried out
in Appendix A. Heuristically, coherence which is trans-
ferred from one transition to another adjacent transition
at time t arrives with a time-dependent relative phase
exp[tiAwt + tkAvt], where Aw is the frequency differ-
ence between the optical dipoles of the adjacent transi-
tions, created initially at ¢ = 0, and Av is the accom-
panying velocity change. The rate for coherence transfer
with velocity change Av is just dAv W (Av), where W, is
the coherence-transfer kernel. The net fraction of coher-
ence transferred between adjacent transitions during the
time T between the first two pump pulses and the time
T between the third pulse and the echo is determined
by the velocity change integral and the time integral of
the kernel with the time-dependent phase factor. The
net result of collisional perturbation on the echo signal is
obtained by modifying the result of the third order per-
turbation calculation, given by Eq. (B37), to include the
effects of optical-coherence transfer, which is determined
from Eq. (A55). The echo intensity then takes the form

Iecho(T)

272

=Aoe *F |cos (Aw{Teq + 2[r — c(P)]}) + I |* ,

(7)

where T.g is the effective time separation between the
first two pulses including effects of spontaneous emission
during the pulses, and is pressure independent. c(p) is the
net pressure-dependent shift of the time argument due to
collisions which destroy the optical dipoles as discussed
above and is given by

(p) = (3 - %) ey ®)

where v is the pressure-dependent part of the dipole de-
struction rate. Note that in Eq. (8), 2yp77 arises from

the exponential decay of the signal during the echo emis-
sion, and the remainder arises from the relative phase
shift of the two coherences due to dipole destroying col-
lisions during the pump pulses and echo emission which
effectively shorten the average dipole evolution time as
described above. The effects of collision-induced optical-
coherence transfer are contained in the I. term of Eq. (7).
In our experiments, the coherence-transfer rate is very
small, so that 7. <« 1, and the effects of collision-
induced optical-coherence transfer need be carried out
only to first order in v.7I. From Appendix A, to low-
est order in the coherence-transfer rate, I. is given by
Eq. (A45) as

T
I.=2Re {e—iA“’T /0 dt’ ’Yc(tl)} ) (9)

with
Y (t) = /dAv W,(Av) cos(kAuvt) 2t (10)

W.(Av) is the one dimensional coherence-transfer ker-
nel which gives the rate of optical-coherence transfer be-
tween the adjacent transitions, accompanied by a velocity
change Av along the pump laser beam axis.

It is interesting to note that when Aw = 0, and the
Doppler shifts accompanying collision-induced velocity
changes are negligible (i.e., kAvT < 1), then I. = 2+.T,
where . is the integral of W, over Av. Then, according
to the discussion above, the echo signal at time 27 is re-
duced by a factor [exp(—4v5T)]|1+27.T|?. Since the ne-
glect of coherence transfer in the calculation of the phase
shift due to dipole destroying collisions is equivalent to
taking yg = yr — v» (i.€., 7. = 0), we see that the net
reduction of the echo signal is by a factor >~ exp(—4I'T),
where I' = y7 — v, — 7¢, which is just the ordinary line-
broadening rate as it should be. In our experiments, the
product .7 in the echo intensity is negligible for Aw = 0,
but as shown below, for the destructively interfering echo
signals, the contribution of coherence transfer to the ob-
served asymmetry is quite significant.

When AwTeg = 7/2, the echo intensity given by
Eq. (7) for |AwT| <« 1 takes the form

—272 4(Aw)?
Techo(T) = Age 7% ~(—9L IT — (@), (11)
where
31
= —_— < ].2
co(p) = c(p) + 51 (12)

includes the shift of the time due to both destructive
collisions ¢(p) and coherence transfer I..

When AwT = 37 /2, the cosine term in Eq. (7) changes
sign, so that Eq. (12) continues to be valid with I. — —I..
As shown below [see Eq. (15)], I. also changes sign in
this case, so that the form of echo intensity given for the
AwT = 7/2 case is valid also for the 37/2 case, except
for a change in the magnitude of Aw.

Finally, it is important to note that the derivation of
the results in Appendix A assumes that the pulses ex-
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cite a broad velocity distribution of optical dipoles, such
that the width of the distribution is large compared to
the width of the collision-induced velocity changes. The
full width at half maximum of the dipole velocity dis-
tribution is A[W (Hz)], where A = 0.572 y is the opti-
cal wavelength, and W is the excitation bandwidth, full
width at half maximum. For a Gaussian pulse with a field
1/e width 7, as assumed above, the corresponding band-
width (full width at half maximum) is just [W (Hz)]=
V2In2/(n7p,) = 0.37/7,. From the fits to the experimen-
tal echo shapes (see below) using Eq. (11), 7, = 5.5 nsec,
and W ~ 67 MHz. Hence the corresponding full width of
the excited dipole distribution is 3800 cm/sec, large com-
pared to the magnitude of the collision-induced velocity
changes estimated from the experiments.

III. EXPERIMENT

In the experiments, Fig. 4, backward stimulated pho-
ton echoes are generated on the 572 nm 7F; —7 F; tran-
sition in atomic samarium vapor, Fig. 5, for which the
excited-state radiative lifetime is 152 nsec. Two coprop-
agating, right-circularly polarized pump pulses of ~ 10
nsec duration and T = 50 nsec separation are generated
by acousto-optic modulation of stable cw dye laser light.
These excite the "Fy, M = —1 -7 F;, M = 0 transition
and the adjacent "Fy, M = 0 - M = 1 transition which
is of equal strength. Just after the second pump pulse, a
third, counterpropagating right-circularly polarized pulse
of 10 nsec duration induces backward echo rephasing on
the same transitions. For each transition, a backward
echo is radiated at the atomic resonance frequency, caus-
ing temporal interference between the echo fields which is
adjustable using a magnetic field to alter the relative fre-
quency of the transitions. Since both the forward pulse
and backward echo are right-hand polarized with respect
to the fixed Z axis, which is along the forward propagation
direction, the right-hand polarized, backward propagat-
ing echo fields are phase shifted in passing back through
the Soleil-Babinet compensator such that the echo is fully
transmitted out of the escape window of the first glan
prism.

Pulse generation is accomplished with a Stanford Re-
search DG535 pulse generator. The echo intensity is de-
tected with a Hamamatsu 1635 photomultiplier. This
signal is amplified by a Sonoma 500 MHz bandwidth am-
plifier and sent to a boxcar averager for signal processing.
The amplifier exhibits some overshoot, as on the right-
hand side of Fig. 3, which does not appear when the sig-
nal is directly monitored with an oscilloscope. The pulse
sequence is repeated at 17 kHz and the boxcar gate is
temporally scanned by another output of the pulse gener-
ator to determine the echo shape. The integrated boxcar
signal output is interfaced to a computer for subsequent
data handling and analysis. To avoid drift of the laser
frequency during the scan of the boxcar gate, the laser is
frequency locked to a Lamb dip obtained with a separate
reference cell containing samarium with no perturber gas.
A tunable acousto-optic modulator is used to adjust the
frequency offset to maximize the echo signals. An ex-
periment to observe the pressure shift between the Lamb
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FIG. 4. Experimental setup. Beam splitter BS1 picks

off a beam which is pulsed by an acousto-optic (AO) mod-
ulator (AO1) and right-circularly polarized by a glan prism
(GP1) and Soleil-Babinet compensator (SC1) to create the
two forward propagating pulses. Mirror M1 reflects a beam
through AO1 and AO2 to create the third, backward-going
pulse. (Two AO’s are used to reduce the leakage light prop-
agating toward the detector.) This beam is right-circularly
polarized by GP2 and SC2. After passing through a cell sur-
rounded by three axis magnetic coils (3-A MC), this beam is
deflected out of the escape window of GP1 and sent through
AO4 and AO5. These AO’s are timed to block the third pulse
and let through the echo. The echo signal is detected with
a photomultiplier tube. Beam splitter BS2 picks off a beam
that is sent by M2 to a vapor cell (not shown) on an elevated
platform. The beam is passed through the cell, attenuated,
and reflected back to create a Lamb dip in the absorption of
the back reflected beam. The absorption signal monitored by
a diode detector (DD) is used to lock the laser frequency. By
changing the frequency of the Lamb dip beam with a tunable
AO (TAO) the locked frequency of the laser can be adjusted.
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FIG. 5. Energy level diagram for *52Sm.
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dip obtained in the reference cell with no perturber va-
por and a Lamb dip obtained in the echo cell with 600
mTorr argon perturber, the highest pressure used in the
coherence-transfer experiments, shows that the shift is
not measurable. Hence it is not necessary to equalize the
perturber pressure in the echo and reference cells. Note
that the two transitions utilized in the experiments are
expected to have identical pressure shifts, so that the ef-
fect of any pressure shift between the reference and signal
cells is of significance only due to the asymmetry of the
echo signals induced by laser detuning. Since the excita-
tion bandwidth is large, the effect of a very small pressure
shift between the reference and signal cells is negligible.

Helmholtz coils are used to null the local magnetic
fields for the echo measurements with Aw = 0, where
the echo fields from the adjacent transitions construc-
tively interfere. To set the magnetic fields for destruc-
tive interference of the echo fields, the Z component of
the magnetic field is adjusted at zero perturber pressure
to achieve a symmetric two peaked signal as shown in
Fig. 3. The lowest magnetic field at which a symmetric,
two peaked destructively interfering signal is obtained
corresponds to the ¢ = AwT = 7/2 case. Increasing
the magnetic field until destructive interference occurs
again at a higher magnetic field yields the ¢ = 37/2 case.
For each magnetic field setting, the perturber pressure is
gradually increased and the shapes of the echo signals are
recorded at each pressure.

Figure 6 shows typical fits of Eq. (7) with Aw = 0 and
Eq. (11) (AwTesr = m/2) to echo data taken at a pressure
of 300 mTorr. A small peak which occurs on the left side
of the data is ignored in the Gaussian approximation to
the echo shape. With T' = 50 nsec, five curves are fit for
each pressure with ¢ = AwTeg = 7/2 to yield co(p) as
a function of pressure as shown in Fig. 7. The slope of
the curve yields co(p) = 3.23 £ 0.25 nsec/Torr. Fitting
additional data, Fig. 8, which is obtained by changing
only the magnetic field so that ¢ = AwTeg = 37/2, yields
co(p) = 2.87 £ 0.30 nsec/Torr.

Before analyzing the data in detail, we consider the
function I. of Eq. (9) in the short time or small velocity
change limit, kAvT < 1, and in the long time or large
velocity change limit, kAvT > 1. In the short time
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limit, the integrals over ¢’ and Av are readily carried
out using [ dAv W.(Av) = 7., where ~. is the total rate
of collision-induced coherence transfer, which has been
assumed real. Hence, for kAvT < 1,

3 I. 3 sin(AwT)
2Aw 2 Aw?

In the opposite limit, it is convenient to assume a
Gaussian distribution for the velocity change Av accom-
panying coherence-transfer collisions, so that the kernel
takes the form

(13)

Ye e
dv/m
In this case, the integration over Av in Eq. (10) is readily
carried out to obtain

X T . ' __(k&u;t’ 2
I. =2Re{ v e AT / dt' etdet e\ 2) . (15)
0

In the long time, or large velocity change limit, kévT >
1, one can take T' — oo in Eq. (15). For the destructively
interfering echoes of interest here, AwT = 7/2 or 37/2,
so that cos(AwT) = 0. In this case, I. contains only
the integral involving sin(Awt’). This can be evaluated
in closed form if Aw <« kAv/2, so that the sine function
can be expanded in a Taylor series. Keeping just the first

two terms yields
20w\ >
kév

The experimental results show that difference in the
shifts co(p) is Ac = co(p)|r/2 — co(P)|3x/2 = 0.36 £ 0.39
nsec/Torr. Note that Ac is independent of the contribu-
tions due to exponential decay, c(p), to the time shift
co(p) [see Eq. (12)], so that Ac depends only on the
coherence-transfer contribution.

From the form of the short time, small velocity change
limit of I, given by Eq. (13), it is evident that the quan-
tity g L is reduced by a factor of 9 when AwT is in-

Aw
creased from /2 to 3w /2. If it is assumed that the short

-(32)°

W.(Av) = (14)

2
1 3 2 1

€ ~ = sin(A e | — 1- -
Aw 2 sin(AwT)y <k5v) l 6

3
2

(16)
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FIG. 7. Measured shift co(p) as a function of pressure for
AwT.q = m/2 showing linear variation. Slope: 3.23 * 0.25
nsec/Torr.

time limit is valid, then

8 7
———— = Ac.

3 (Bwg)? c (17)
Using Awz = 7 x 107 rad/sec, one obtains ~.(Hz) =21.2
kHz/Torr At 650°C, the oven temperature used in the
experiments, the relative speed for argon perturbers is
v, = 7.8x10% cm/sec, and the density is ny, = 1.12x1016

/cm®. This yields a coherence-transfer cross section o,
from ~v.(rad/sec) = na,v,0. of o, ~ 1.5A2. This is
A0T=37/2
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FIG. 8. Measured shift co(p) as a function of pressure for

AwTeg = 37/2 showing linear variation. Slope: 2.87 + 0.30
nsec/Torr.

the order of a hundred times smaller than the collision-
induced coherence-transfer cross sections measured in
Ref. [1].

The small size of the coherence-transfer cross section
determined in the short time, small velocity change ap-
proximation shows that the photon-echo interferometry
method is very sensitive. However, it is likely that such a
small cross section would lead to large velocity changes,
and hence violate the small velocity change approxima-
tion. Hence it is likely that the coherence-transfer rate is
larger, and that the measured difference between the 7 /2
and 37 /2 co(p) slopes is reduced by two suppression ef-
fects due to large velocity changes as shown in Eq. (16).
The suppression arises in the leading term of Eq. (16)
which is smaller than that of Eq. (13) by a factor of or-
der € = (2Aw/kdév)?/2, when kév > Aw. Physically, the
suppression of the effective coherence-transfer rate is due
to the destruction of the population grating by collisional
velocity changes larger than the period of the grating in
velocity space. Such collisions cannot contribute to co-
herence transfer in atoms which contribute to the echo
signal, and the effective transfer rate is reduced. In ad-
dition, the difference in slopes Ac between the 7/2 and
37/2 data (Figs. 7 and 8) is in lowest order independent
of Aw in this case, so that only the second order terms
in € in Eq. (16) are dependent on Aw if k6v/2 > Aw.

To analyze the data without the long or short time
assumptions, we begin by writing the coherence-transfer
contribution to the time shift co(p) as

s 1.
2 Awy

2 ¢ (kb \? 2
(AZC)Z / dr exp (s8%) sint,  (18)
¢ 0

3
2
where ¢ = AwT is w/2 or 37 /2.

The integral in Eq. (18) can be evaluated numerically
for the cases ¢ = /2 and 37/2 as a function of the kernel
width dv. For the experiments, T' = 50 nsec, i.e., Awg =
7 x 107sec™t for ¢ = m/2, and k = 27/), with A =
0.572x10~* cm. Holding Ac = 0.36 nsec/Torr, and using
the results for the integrals appearing in Eq. (18), the
value of 7. can be plotted as a function of the kernel width
év, as shown in Fig. 9. This determines the possible
choices for v, and dv which are consistent with the small
difference between the measured slopes of the time shift,
co(p), for ¢ = /2 and 37/2.

Using the measured depolarization cross sections for
the "F; ground state of samarium with argon per-
turbers [12], an estimate of the magnitude of the
coherence-transfer rate . and hence of the coherence-
transfer contribution to the time shifts co(p) for the
destructively interfering echo signals can be performed.

s . . 1
The depolarization cross sections are given as cr((,) =

16.1 A? and 0(()2) = 10.3 A®. Tt is readily shown that
the cross section for population transfer between adjacent
magnetic sublevels is one-third of the rank two depolar-

ization cross section, so that oap—1 = 3.4 Az. This small
cross section is due to the shielding of the 7F core elec-
trons by the 6s% valence electrons in the ground state.
For the excited state, one expects a much larger depo-
larization cross section, since the valence electrons are
in a 6s6p configuration. The overlap of the excited-
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FIG. 9. Coherence transfer rate vy. versus kernel width
6v when the difference Ac of the slopes of Figs. 7 and 8 is
constrained to equal 0.1 nsec/Torr, the experimental value
0.36 nsec/Torr, and to 0.8 nsec/Torr.

and ground-state scattering amplitudes determines the
coherence-transfer cross section o.. Thus we assume that
a reasonable value_for the coherence-transfer cross sec-
tion is o, ~ 10 A% At 650°C, the oven temperature
used in the experiments, the relative speed for argon
perturbers is v, = 7.8 x 10* cm/sec, and the density is
nar = 1.12x10'® /cm3, yielding a coherence-transfer rate
ve(Hz) = narvp0./(27) = 0.15 MHz/Torr. At this value
of the coherence-transfer rate, the width of the kernel
comnsistent with the data must be év = 7.6 m/sec accord-
ing to Fig. 9. Note for comparison that the diffractive
velocity change for a samarium atom scattering from a
cross section o, = mTR? is ~ 2h/M R = 4.6 m/sec, which
is of comparable magnitude. Previous work on collision-
induced infrared coherence transfer suggests that the cor-
responding kernels are of approximately diffractive width
[1]. Using Eq. (18), one then obtains for the coherence-
transfer contributions to the time shift

3 AI |¢=n /2 = 0.73 nsec/ Torr , (19)
2 AI =372 = 0.38 nsec/Torr . (20)
we

Subtracting these values from the corresponding mea-
sured slopes co(p) yields, according to Eq. (12), the
value of c(p), the time shift due to decay during the
pulses, which should be independent of Aw. One ob-
tains 3.23 — 0.73 = 2.5 nsec/Torr for the 7/2 data and
2.87 — 0.38 = 2.49 nsec/Torr for the 37/2 data which are
independent of magnetic field (Aw) as they should be for
any choices of v, and v related by Fig. 9.

To check that the value of ¢(p) ~ 2.5 nsec/Torr is
of reasonable magnitude, we calculate the approximate
value expected on the basis of the simple perturbation
calculation of Appendix B, and given by Eq. (8) above.
By measuring the intensity decay of a two pulse echo
versus time delay, we have determined that v = 4.3
MHz/Torr. Using Eq. (8) for ¢(p), and the value of

(15)2 = 30 (msec)? obtained from the fits to the echo
shapes with Eq. (11), we find ¢(p) = 2.0 nsec/Torr, in
reasonable agreement with the value 2.5 nsec/Torr esti-
mated above. Note that larger values of 4. and §v can be
chosen according to Fig. 9 which increase the value of the
coherence-transfer contribution to ¢o(p) and hence bring
the remainder, ¢(p), closer to 2 nsec/Torr. However, the
small ground-state depolarization cross sections suggest
that a much larger value of v, is not likely.

At present, our data and our calculation of ¢(p) are too
crude to extract reliable values of the coherence-transfer
rate 7. and of the kernel width v directly from the mea-
surements. However, the slope of the time shift co(p)
for the 3w/2 data is approximately one standard devi-
ation lower than the 7/2 data, which is consistent with
expectations that the coherence-transfer contribution de-
crease as Aw is increased based on the predictions of Ap-
pendixes A and B.

IV. CONCLUSIONS

We have demonstrated a method of photon-echo inter-
ferometry which provides a sensitive means of measuring
changes in the relative phase of adjacent independent
optical transitions in simple atomic and molecular sys-
tems. By destructively interfering the echo signals from
the adjacent transitions, suppression of the echo inten-
sity by a factor of 10* has been obtained. The sensitiv-
ity is such that small collision-induced coherence-transfer
rates, order of 10-100 kHz/Torr, can appreciably modify
the symmetry of the destructively interfering echo sig-
nals. The method has enabled the first study of collision-
induced opticalcoherence transfer, as opposed to infrared
or microwave coherence transfer, which occurs with rates
more than a hundred times as large as in the present
exeriments. The present experimental results indicate
that collision-induced optical-coherence transfer proba-
bly causes approximately 25% of the total echo asymme-
try (when AwT = 7/2). The remaining part of the asym-
metry arises from collision-induced exponential decay of
the optical dipoles during the pump and echo pulses, in
the form of both amplitude and phase changes. Using the
echo-interferometry method to make measurements for a
transition with a longer radiative lifetime and a number
of different input pulse delays T should enable a deter-
mination of the corresponding optical-coherence-transfer
kernels. Finally, the echo-interferometry method should
find general applications in precision measurement of the
change in the relative phase of adjacent optical coher-
ences due to external perturbations which differentially
affect the transitions.
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APPENDIX A: BACKWARD
STIMULATED ECHOES WITH
OPTICAL-COHERENCE TRANSFER

As shown in the Introduction, backward stimulated
echo fields arising from two adjacent transitions can in-
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terfere constructively or destructively, depending on the
difference between the resonance frequencies of the two
transitions. In this section, the echo intensity is calcu-
lated, including the effects of collision-induced transfer of
optical coherence between the adjacent transitions.

In the experiments, the 7F; —7 F) transition in atomic
samarium vapor is subjected to two near-resonant opti-
cal pulses of polarization € = &, propagating in the
+% direction, and separated by a time delay T. This
creates velocity space gratings in the population inver-
sions of the "Fi,M = —1 —»7 F;, M = 0 and adjacent
M =0 — M =1 transitions. A third pulse, also of po-
larization &, propagates in the —2Z direction, and induces
a backward stimulated echo. The field radiated by the
sample following the third pulse can be written in the
form

E = Re[6€(z,t) e thzmiwst] | (A1)

For a detector located outside the sample of length L,
the slowly varying field amplitude is given by

E(z,t) ~ —2mikLP(t) (A2)

where it is assumed that the propagation delay L/c is
negligible compared to the time scales of interest. The
echo intensity is then given by
c
Iecho = é;‘g(zat)lz . (A3)
The slowly varying envelope for the polarization, P, is
determined from

P = Re[e =~ wstPg) = Tr[pf] , (A4)

where p is the density operator and j is the dipole mo-
ment operator. For the two adjacent transitions of in-
terest, labeled a — b and @’ — ¥, the slowly varying
polarization envelope can be written in the form

P = /dv (26" - fiappba (v, 2, t) €*5T3t |4 (a 3 a';b & b)),

(A5)

where the second term is similar to the first term with
the indicated substitutions.

The density matrix elements are calculated from the
evolution equations for atoms moving with velocity v
along the Z axis, including a one dimensional collision-
integral term [2-4]

9 9 i P coll
(& +v$) p(v, 2, t) =—E[H0+U,p]+ (E) .
(A6)
The interaction U with the laser fields takes the form
U=—ji E(z1). (A7)

For the first two pulses, which are of equal intensity and
of frequency w, the field is given by

Ep(z,t) — égp(t) etkz—iwt +c.c.

. (48)

The third pulse field takes the form

Es(z,t) = é% e thzmiwst 4 o, (A9)
where it is assumed that the wave vectors of all fields
are of approximately equal magnitude in determining the
Doppler frequency shifts.

The optical coherences for the adjacent transitions, ppqe
and pp4r, undergo velocity changing collisions with per-
turber vapor modeled by a one dimensional collision ker-
nel W, (v — v') and collision-induced coherence transfer,
modeled by the kernel W, (v — v'). These kernels are the
rates per unit velocity for a pure velocity change, v — v/,
or for a coherence-transfer process to occur accompanied
by a velocity change of the active atom. The coherence-
transfer kernel W, is dependent on an effective differential
scattering cross section involving the overlap of the scat-
tering amplitudes for excited- and ground-state changes,
ie., fX_o fotr. The corresponding pure velocity chang-
ing kernel is dependent on the overlap of the elastic scat-
tering amplitudes, fr,_ . fo—s. Since the transitions are of
equal strength, we assume for simplicity that the kernels
are real and further are symmetric functions of the ve-
locity change, Av = v — v/, for the small angle collisions
of interest in this work.

Collision-integral terms for the coherences are then
given by

dpba coll
dt = —’Ypra(UVZ’t)

+/dv' Wy (v —v") ppa(v', 2, 1)

+ /du' We(v —v") pprar (v, 2, 1),
(A10)

dowr» coll
(%) =(aed;be b)),

where 7 is the total loss rate of coherence from a given
velocity group by elastic velocity changes, inelastic pro-
cesses, and coherence transfer to other transitions. To
simplify the calculations in this section, it is assumed
that the laser pulse durations are sufficiently short that
the effects of spontaneous emission and collisions dur-
ing the pulses are negligible. This will allow an exact
treatment of the shape of the interfering echo signal in-
tensity to be given. In the next section, a perturbation
treatment of the echo signals will be used to estimate the
phase shifts caused by collisions during the pump pulses.
During the time between pump pulses, it is assumed that
the atomic density matrix evolves freely and undergoes
collisions.

1. Evolution of the density matrix
during the pump pulses

In order to calculate the change in the density ma-
trix due to each of the three pump pulses, Fig. 10, it is
convenient to determine the effect of a square pulse of
length 7 beginning at time to. With the neglect of spon-
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taneous emission and collisions, and using the rotating
wave approximation, the evolution equations for the first
two pump pulses (forward propagating) take the form

LA P
ot Uaz Pbal¥, 2,

iﬂba - &&p(t) pikz—iwt

2% (paa - Pbb) 3

= —iWpaPba (’U, 2, t) +

o [p1s(0:0) = paa(v. 1)

[pe - €E,() .
= 2i&—~2%p—(lelkZAzwtpab + c.c.,

gt- [pbb(v,t) + paa(v7t)] =0.

These equations are readily solved with the substitutions

(A11)

Pa(V, 2,t) = i(u — is)e®> Tt

= Pbb — Paa »

(A12)
l_l o€
Bolt) = 256, (1)
A =w — wp, — kv,
where the functions u(t) and s(t) are real. With
Egs. (A11), the substitutions (A12) yield
n=20p(t)u ,
d—A's:——%(tln, (A13)
s=—A'u.

These equations are readily solved for square pulses,
where 3, is constant during each pulse, by differentiating
the % equation to obtain

i+ pB%u=0, (A14)
where
B=,/a% 462, (A15)

Solving the second order equation for u subject to the ini-
tial conditions u(to) and @(to) obtained from Eq. (A13)
yields the solution for wu(t). The first order equa-
tions (A13) for n and s then are integrated to determine

n(t) and s(t). The solutions are given in terms of the
effective pulse area ¢' = 3'T as

!

u(to + 7) = u(to) cos ¢’ + [és(to) — -ﬂ—p—n(to)] sing’ |

5 " 55
ﬂz 12
s(to + 7) = s(to) l)?g + 7 cos ¢/]
G A (o) + S (1~ cosgnit).
(A16)
2 2
n(to + ) = n(to) 2,2 + [% cos ‘4
+2ﬁ£'p sin ¢’ u(to) + 2%)’2A, (1 —cos¢’) s(to) -

The echo intensity is calculated by propagating the den-
sity matrix through each of the evolution regions shown
in Fig. 10, beginning with the first pump pulse. For the
first pump pulse, to = 0 and 7 = 7; in Egs. (A16). Since
pba(0) = 0, u(0) = 0 and s(0) = 0. The initial population
inversion is n(0) = —pqq(v) = —N(v), where N(v) is the
population of a single ground-state M level. With the
definition ¢} = 3’71, u, s, and n are determined after the
first pulse as

wmzﬁ%mﬁmw,

s(m)=— ?ﬁ% (1 — cos@})N(v) , (A17)
2 2
n(r)=— [% + g% COS¢’1} N(v) .

Using Eq. (A12), Egs. (A17) yield the coherence at the
end of the first pulse as

Pba(v,2,71) = —A;(a) N(v) etkz o , (A18)

where A;(a) determines the amplitude of the coherence
created on the a — b transition by the first pulse, and is
dependent on A’ = A/, = w — kv — wpe according to

A'B B .
Ai(a) = 2ﬂlf(l — cos ¢) — ZZBP_' sing} .
Aq(a’) will denote the corresponding amplitude for the
a’ — b transition, with wp, — wprar, etc.

(A19)

2. Free and collisional evolution of the coherence

In order to determine the coherences pp, and pp, at
the beginning of the second pulse, it is necessary to solve
Egs. (A6) with U = 0 and the collision-integral terms
given by Eqgs. (A10). This is readily accomplished in the
approximation that the amplitude of the polarization is
a slowly varying function of velocity v compared to the
kernels which are assumed to be narrow functions of the
velocity change Av = v — v'. To proceed, the coherence
is assumed to take the form
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pba (v, 2,t) = dp (v, ) eX*E0(E=To=To)] gmitsa (:=To)
(A20)

and similarly for pyo. The dependence of pp, on
z —v(t — Tp) and wp,(t — To) automatically assures that
in the absence of collisions, the free evolution equation is
satisfied for the given initial conditions at time Ty with
time-independent dpe(v,t). Hence dpe(v,t) will be time
dependent only due to collisional evolution. The time T,
is chosen to be the coefficient of +kv in the phase of ppq
just after the pulse that creates the coherence at time

To. With the rapid velocity dependence in the phase fac-
tored out, the amplitude dp, (v, t) will be a slowly varying
function of velocity. The + in the phase kz allows for for-
ward or backward propagating pump pulses. The initial
condition on the amplitude dp, is determined from

dpa(v,To) = poa(v, 2,To) eFilkztkoTo] (A21)

With the density matrix equations (A6), and the col-
lision terms given by Eqgs. (A10), the ansatz given by
Eq. (A20) yields

dba(vy t) = —yr dba(v, t) + / dv' Wv (U _ vl)e:tik('v—v’)(t—To—Tu) dba('Ul, t)

« / dv' Wo(v — o) eXkE—v)(t=To-To) gilwlt=To) g, (1) 4 |

where Aw = wpq — wWprer and dbfa/ (v, t) satisifies an equa-
tion of the same form with a,b = a’,b’ and Aw - —Aw.
Assuming that the widths of the kernels are narrow in
velocity space compared to the widths of the amplitudes
dpe and dyqr, the amplitudes can be factored outside the
velocity integrals and evaluated at v' = v. With the def-
inition Av = v — v', Eq. (A22) then can be simplified to
obtain

dpa(v,1) = —vo(t — To — Ty,) dpa (v, t)

+e'8¢Ts y (t — To — Tp) dprar (v,) ,  (A23)
where
o(t') = y7 — / dAvW,(Av) cos(kAvt))  (A24)
and
Ye(t) = / dAv W,(Av) cos(kAuvt') 2“t | (A25)

dy o' (v,t) obeys an equation of similar form with a,b —
a',t', Aw = —Aw, which implies 7.(t') = ~v2(¢t'). To iso-
late the effects of coherence-transfer collisions, it is con-
venient to transform away the 7, (¢') term in Eq. (A23),
using
da(v,t) = Dya(v,t) e~ Jh, A" v (¢ ~To=T,)
—Tg—Ty ' '
= Dpa(v,t) e J-n° " 47 (A26)
and similarly for Dy, (v,t). With Egs. (A21) and (A26),
the initial condition on Dy, is given by
Dba(v, To) = dba(v, To) = Pba(v, Z,TO) e:}:i[kz-}—va.,].
(A27)
The amplitudes Dy, satisfy
Dba(v, t) = eiAwT., ’Yc(t - TO - Tv) Db’a' (U7 t) )
(A28)
Dyor (v, t) = e #8Te 4*(t — Ty — T,) Dpa(v, t) .
Note that Dy, and Dy, are constant in the absence of
coherence-transfer collisions, i.e., for v, — 0.

(A22)

[

It is expected that over the time scales T of the tran-
sient signals, the product v.T < 1 for the present exper-
iments. In this case, it is convenient to solve Egs. (A28)
to first order in v.T, yielding the result

Dyo(v,t) =~ Dpo(v, To) + Dprar (v, To) etAvTy

t
X / dt" v.(t" — To - To,)
To

= Dpa(v,To) + Dyrar (v, To) etAwTe
t—To—T,
X / dt’ v (t') ,
_Tv

where Dyio(v,t) is given by an equation of similar form
with a,b — a',b’, and Aw - —Auw, which implies y. —
v* according to Eq. (A25).

The coherence py, can be found for times between the
end the first pulse, Tp = 7, and the beginning of the
second pulse, t;. Comparing Egs. (A18) and (A20) shows
that T, = 0. Then, Eq. (A27) yields

(A29)

Dyo(v,m1) = —A1(a) N(v) e W (A30)
and similarly for Dy, with Aj(a) — Ai(a’). Using
Egs. (A29) and (A26) in Eq. (A20) yields the coherence
at time ¢, as

phal(v,2,t2) = = N(u) [Amz) s (@) | T %(t')]

xe~Jo? T Th dt' o (t')

x eik[z—v(tg—n)] e—iwbu(tz—rl) e—iw-rl ,
(A31)

where py o is given by a similar equation with a,b < a’, b’
and . — v2. In Eq. (A31), the exponential factor con-
taining -, describes the destruction of the coherence due
to inelastic processes and collision-induced Doppler de-
phasing, while the factor containing «y. takes into account
the arrival of coherence from the neighboring transition.
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3. The stimulated echo polarization

To proceed with the calculation of the stimulated echo
intensity, it is necessary to find the population inversion
just after the second pulse. The population inversion
takes the form of a velocity space grating from which the
third pulse induces a backward stimulated echo. Using
Egs. (A16) with tg = ¢2, and 7 = 72, ¢/ = ¢4 = B'7y, and
k= ki (forward propagation) yields

2 2
nlta +72) = nlta) | S + 08 cos | + 20 singf ulta)
26,A'

=P (1 — cos ¢y) s(tz2) . (A32)
Equations (A12) can be inverted to determine s(t3)
and u(tz) in terms of ppe(t2) as

s(t2) = %e*ik"““’t’ Pa(tz) + c.c.,

(A33)

1 . .
u(tz) - e«zkz+zwt2

o(t2) — c.c.
5 Poa(t2)

The term in Eq. (A32) containing n(tz) does not con-
tribute to stimulated echo formation, and will not be
needed. We will be interested in the case where the third

and second pulses are nearly coincident, so that the pop-
ulation inversion does not change in the time interval be-

(a)

with a similar equation for n(stg)(tz + 72), where a,b, &
a',b’, implying v. — vZ.

As described above, the third and second pulses are
taken to be nearly coincident, so that n(t3) ~ n(tz + 72),
where n(ty + 72) is given by Eq. (A36). In this case, the
coherence pg, just after the third pulse can be determined
from Eqgs. (A12) and (A16) using k = —k2, and w = ws.
The result, after retaining only the population inversion
terms which lead to stimulated echo formation, takes the
same form as Eq. (A18), with the population inversion

— N (v) replaced by n(s‘;:) (tg +72) and 71 — t3 + 73. Hence

pba(’U,Z,t3+T3) Ag( )nSF?(tz-}-Tz) —ikz—iws(ts+73) s
(A37)
with
A3Bs Bs .
Asz(a) = 2;{32 (1 — cos¢y) — 12/63 sin ¢g, (A38)
where ﬁ3 = ﬂba ) ég.'i/hy Aé = w3 — Wpe + k'l), :61’3 =
VAZ + B2, and ¢} = Bi7s.
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tween these two pulses. When the third backward prop-
agating pulse excites the population inversion, n(t3) ~
n(tz + 72), the coherence which is created will contain a
phase factor proportional to exp[+ikv(t —t3 —73)]. From
Eq. (A31), the coherence pyq(t2) ox exp[—ikv(tz — 71)].
In this case, the only terms in n(t2 + 72) which rephase
come from the py, parts of s(tz) and wu(¢z) which give a
net phase proportional to exp[+ikv(t —t3 — 73 — t2 +71)]
which rephases when t ~ t3 + ¢t5 + 73 — 7;. Hence the
c.c. terms in Egs. (A33) can be ignored since they con-
tribute negligibly when the velocity integration is carried
out. Using Eqs. (A33) in Eq. (A32) yields the part of
the population inversion which contributes to stimulated
echo formation as

nl)(ty + 72) = 2 Ap(a) e k=Hite (1)) (A34)

where the dependence of nSE on the second pulse is de-
termined by Az(a), which is given by

A'B,

Asz(a) = 232

(1 — cos ) —zzﬁﬁpl sin ¢y , (A35)

analogous to Eq. (A19). n(SE)(tz + T2) takes a similar
form to Eq. (A34) with a,b,+ a',b'. With Eq. (A31)
for ppe(t2), the part of the population inversion which
contributes to stimulated echo formation is given as

n&(ty + 72) = — 2 N(v) 4s(a) [Al(a) + Ay (d) /trﬁ dt"yc(t’)}

to —~ T ’ o
X e~ Jo2 7L dt’ v, (t") ez(w—wba—kv)(t2~rl) ,

(A36)

—

The last step in determining the echo polarization in
the presence of coherence-transfer collisions is to find
the polarization after the third pulse. According to
Egs. (A37) and (A36), the rephasing part of the polar-
ization just after the third pulse will have a velocity-
dependent phase factor exp[—ikv(t2 — 71)]. Comparing
this with Eq. (A20) with To = t3 + 73 for a backward
pulse (—k) shows that T, = t — 7;. Equation (A20)
then yields the rephasing part of the polarization in the
form

pba('U,Z,t) — dba(v,t) e—ik[z—v(t-tg—rs—t2+rl)j

x g~ Wha(t—ts3—T3) (A39)
with
totz—Tg—tatTy
dba(vat) = Dba(v7t)e 7'23—713 o) !
(A40)

where Dy (v,t) is given according to Eq. (A29). Equa-
tions (A27) and (A37) yield
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Db,_,('u, To =tz + 7'3) = pba(’u, z,t3 + 7’3) ei[kz-}—kv(t;—rl)]

= —2N(v) As(a) Az(a) [Al(a) + Ay (a’) /0 o dt’vc(t’)]

_fo‘r*l dt' v, (t') ei(w—wba)(tz—'rl) e—iwa(t3+r3)_

X e (A41)

Dy o (v, Ty = t3 + 73) is given by a similar result with a,b < o/, implying . — 7. Using Eq. (A29) in Eq. (A40)
and keeping terms only to first order in v.T', where T is the time scale of the transient signals, yields with Eq. (A39)

the rephasing part of the coherence as

pra(v,2,t) = —2 N(v) eazf;"’l dt’ vy (') p—iws (ts+7s)F+iw(ta—71) g—ikz—iwpa (t—ts—7s) gikv(t—ts—T3—t2+71)
b b

x {e—iw»a<tz—ﬁ) As(a) Az(a) [Al(a) + Ay (a)) /0 . dt’ vc(t’)]

. X tz—71
+e1.Aw(t2—'rl) e—-zwbra:(tz—n)As(al) Az(a’) Al(a/)/ dtl’)’c(——t,)} .
o]

Pra is given by a similar equation with a,b ¢ d',¥,
Aw ¢ —Aw, implying 7. < ~. It is assumed in
Eq. (A42) that the time integrals involving <, and 7.
do not vary significantly over a pulse duration, so that
the time ¢ can be approximated by the echo time and we
take t — (t3 + 73 + t2 — 71) — 0 in the integration limits.

In Eq. (A42), the zeroth order term in 4. yields the
usual stimulated echo signal. The first term containing
v. denotes coherence transfer from the a’,b’ transition
to the a,b transition during the time between the first
and second pulses, while the second term containing «,
denotes coherence transfer from the a’,b’ transition to
the a, b transition during the time between the third pulse
and the echo rephasing time.

The form of the coherence pp, can be greatly simpli-
fied in the approximation that the pulses excite a band-
width large compared to the difference between the reso-
nance frequencies of the two transitions, Aw. In this case,
Ai(a’) = Aq(a), etc. It is convenient to define T =t — 7y
and T =t —t3 — 73 — tz + 71 with

(A42)

f

Aw= Wha — Wh'a!
Wha + Wh'ar
—
Factoring out the phase exp[—iwpq: (t2—71)] in Eq. (A42),
the coherence takes the form

(A43)

w=

Pra(v,2,t) = —2 N(v) e 2/ dt' 1 (t') g=iws(tatrs)+iwT
Xe—ikz-—iCJ(ZT-f-‘r) eikv‘rAa(a) Az(a) A]_(a)
Gt S LA i 2 A (A44)

where

) T
I. = 2Re {e_’A“’T / dt’ %(t’)} . (A45)
0

In obtaining Eq. (A45), we have used the fact that
Ye(=t') = 72(t') according to Eq. (A25) assuming that
the kernel W, is a real, symmetric function of the veloc-
ity change as described above. The echo field amplitude
is given by Eq. (A2) using Eq. (A44) in Eq. (A5) for the
polarization amplitude as

E(2,8) = — 3mKL (~ 4fing - )" 725 4/ 7e(t) giuslt—ts—rs)+iuT~i0 (T +7)

x /oo dv €% N(v) A3(a) Az(a) Al(a){Zcos [Aw (T + %)] + 2cos (Aw%) I }

— 00

In Eq. (A46), we use A;(a’) = A;(a), etc., since the pulse
bandwidth is assumed large compared to Aw = wp, —
wyrqr and note that Aw > —Aw when a,b < a’,b'. Since
the echo amplitude will be nonzero only for 7 comparable
to a pulse duration (we use sub-Doppler excitation), one
can take cos(Aw7/2) ~ 1 in the I, term which is already
first order in small quantities (y.T'). This is consistent
with the neglect of times of the order of pulse durations in
the limits of the integrals involving v, and +,. However,
we retain the dependence on 7 in the leading term in the
square brackets, since it contributes to first order in small
quantities, AwT.

For sub-Doppler excitation with counterpropagating
pulses of frequencies w and w3 = w + A, the echo sig-
nal is maximized when

(A46)

(A47)

The initial ground-state population for one transition,
N (v), is given by
v2 2
)
e "o e \Fuo/ d(kv)
duvN(v) =dvNg—— = Ng——— —~
(v) = dv Cuoy/m “ku/m m

where ug = 1/2kpTo/M is the thermal speed.
We will assume that all pulses have the same amplitude
so that the Rabi frequency S, is the same for all pulses.

(A48)
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Using the substitution

Bpr =kv+ A/2 (A49)

in the velocity integral of Eq. (A46), the echo field can

be written in terms of the Doppler broadened absorp-

tion coefficient « for two degenerated transitions of equal

strength as used in the experiments,
_ 47Tk|/,l,ba . é|2

e y 0-

h(kuo/ /)

(A50)
J

fla,8) = sin (317 77) [cos (<”

—V1+z?) + 1
V1+z2 2 >

r .
W s sin (2

Neglecting terms of order Aw/(28,) in the amplitudes
Ai(a), etc. and using the resonance conditions Eq. (A47),
and the definition of z, Eq. (A49), one obtains

Ai(a) = -1 f (2, ¢1) ,

Using these results, the echo field, Eq. (A46), takes the form

g(z7t) = —al gpe—ZfoT dt"yv(t’) eiua(T+T)+in—iD(2T+T)—i%‘rg(T) {2COS [Aw (T + %):] + ZIC} ,

where T' = t; — 7; and the echo shape as a function of the time 7 =t — t3 — 73 — ty + 7, is given by

Bpz—-4A/2

g(r) = 1/ da 87 o
™ — 00

o) F (1) £ (2 da) £ bs) -

Note that in Eq. (A53) we have taken cos(AwT/2) — 1 as described above.
With Eq. (A53) for the echo field at resonance, the echo intensity is given according to Eq. (A3) as

Lecno(7) = (aL)z Ipe—4Rech at' v, (t') |2g(7-)|2 ’cos [Aw (T + %)] + I

where

c
I, = é;lgpp (A56)
is the intensity of each of the square pump pulses which
are assumed to be of equal amplitude. Note that the peak
of the function |2 g(7)|? is not at 7 = 0, but is shifted by a
fraction of a pulse duration. This is due to the definition
T =1t—t3 — T3 — ty + 11, which for equal pulse durations
implies t = t3 + ty at 7 = 0, which is the correct time for
the echo peak only for pulses of negligible duration.

APPENDIX B: PHASE SHIFT DUE TO
COLLISIONS DURING THE PUMP PULSES

The technique of photon-echo interferometry is sensi-
tive to the relative phase between the macroscopic po-
larizations of the two adjacent transitions, which radiate
interfering echo fields at different frequencies. As the
pressure of perturber vapor is increased, the small prob-
ability of a dephasing collision during the pump pulses
leads to a change in the relative phase of the interfering
echo fields which cannot be neglected when compared to
effects of collision-induced optical-coherence transfer. In
order to treat this phase shift approximately, a perturba-
J

g 5] .
<5£ + va) Pba(V, 2, t) = —(Vba + 1Wha ) Pba (v, 2,t) + 1

.l:’:ba'é

2h

Az(a) =i f*(z,42) , (A51)
As(a) = —i f(z, ¢3) ,
where
?v1+w2)J : (A52)
(A53)
(A54)
: ) (A55)

tion theory calculation of the echo fields is carried out in
this section which takes into account the effects of colli-
sions which arise during the pump pulses. Such a calcu-
lation neglects the effects of the strong pump pulse fields
on collision-induced Doppler dephasing, but takes into
account dephasing collisions. The calculated phase shift
then can be incorporated into the general result for the
echo intensity, calculated in Appendix A. In addition, the
perturbation calculation, which assumes Gaussian laser
pulses, permits a closed form result for the echo inten-
sity to be obtained, which explicitly displays the time at
which the echo intensity peaks. By contrast, the result
obtained in the preceding section for strong pulses does
not rephase exactly at 7 = 0, since the time T =t, — 7y
is not the time between the pump pulse centers.

To begin, we approximate the density matrix equa-
tions (A6) in the low velocity resolution limit, where the
effect of collisions is simply to introduce exponential de-
cay rates [5]. The electric dipole interaction is assumed
to be of the form

ljr — '_/_1: . [éE(Z7t)

: (B1)

so that the density matrix evolution equations in the ro-
tating wave approximation are given by

+ c.c.]

E(Z’t) (Paa — PBb) »

7] 7] (e - €)* .,
(55 + 735 ) oot = = patonzi0) = [P e e+ ] (B2)

0z

-

1o} 1o} ;
(.8-1‘, + ’UE) Paa(V,2,t) = —Ya Paa(v, 2,t) + [l 2h

(/‘Lba ‘ e) E*

(Za t)pba + C-C-] >
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with a similar equation for pp4, etc. In Eq. (B2), the field amplitude takes the form

E(z,t) = E(z,t) e™ ™t | (B3)
with
E(2,t) = [E1(t) + E2(t)] €% + E3(t) e . (B4)

For simplicity, it is assumed that all pulses are of equal frequency, w. The fields &;(t) represent the three pulses of
Fig. 10, in the limit of small area pulses. It is convenient to make the substitution

Pba(v,»%t) = Uba(’l),z,t) e—iwt' (B5)
The density matrix equations then take the form

o o] a
((—9—t + va;) Oba(V,2,t) + (Yba — tAba)Tba (v, 2, 1) —z“b 5(2 t) (Paa — Pob)

(#ba &)
2h

9 o (e ®)"

(a + UEE) Paa(V,2,t) + Yo Paa (v, 2,t) = +z———2h— E*(z,t)0ba + c.c.

where the detuning Ay, = w — wpe. These equations are easily solved in perturbation theory using the Green’s
function, g(z — z’,t — t'), which satisfies

[(gt +v§ ) +(7—1A)] gz =2t —t) =8(z - 2)5(t - t') . (B7)

The Green’s function is readily found by Fourier transformation where v > 0 ensures that the solution is causal. The
result is given by

gz =2t —t) =0t —t") TIN5z — 5 (¢t -1t)), (BS)
where O (t —t') is the Heaviside step function.
With Egs. (B7), (B4), and (B8), the oy, is obtained to first order in £ for atoms initially in the ground state a,
paa #0 as

t
o) (v,2,t) = “”“h“’ps;’(v)e*""/ dt} £,(th) e~ (wa—iBsatik0)=81) (B9)

0 8
(8t ) Pob(v, 2, t) + Vb pob(v, 2,t) = E*(2,t)0pa + C.C. (B6)

where the 2’ integration has been carried out in the Green’s function solution, setting 2z’ = 2z — v(t — ¢}). Using
Eq. (B9) in Egs. (B7) yields the population difference due to the interaction of the second and third pulses with the
coherence created by the first pulse. The effect of the first pulse in second order does not contribute to the backward
stimulated echo of interest here. With Eq. (B8) for the Green’s function, one obtains

2h
% I:g;(tlz)e—ik[z—v(t—-t'z)] + EX(tY) eik[z—u(t-t;)]]

Xa,(m)[v z—v(t—t'2) ty] + c.c.
#ba

t!
Zh p‘(l(;) / dt’ 2 dt/ e—'yb(t —t3) + e—-’y.,(t tz)]
e~ (Yoa—ilpa+ikv)(t; —t;)
x E1()) [e;(t;) + s;(t;)em[z-vﬂ—t‘z)l] + cc. (B10)

The third order coherence due to the interaction of the last two pulses with the population inversion of Eq. (B10)
is then obtained using Eqgs. (B7) and (B8) as

t
P2 (v,2,t) — pig) (v,2,t) = e &) / dt; [e‘““"‘;’ + e“’“““"z)]

- ~ t
a,(,a)(v,z,t) :iﬂb;h é / dt!y e~ (vwa=iBsa)(t=t3) [gz(tg)eik[z—v(t—t;)] 4 gs(tg)e—ik[z—v(t-—t;)]]

x [p2 (v, = v(t = ), 85) — i) (v, 2 = v(t — 85),85)] - (B11)

In Eq. (B11), using Eq. (B10), there are two possible terms which radiate a backward propagating field. These are
proportional to exp(—ikz), and arise from the £3(t5)€1(t})E5(t5) term and from the £(t5)E7 (¢1)E3(ty) term which
comes from the complex conjugate part of Eq. (B10). The latter does not rephase, as is shown from the net velocity-
dependent phase for that term which is given by exp {tkv[(t — t}) + (th — t}) + 2(t5 — t5)]}. Since th >t} > t;, and
t > t, it is not possible for the velocity-dependent phase to vanish. For the former, the velocity-dependent phase is
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proportional to exp {kv[t — t; — (¢}, — t})]} which rephases as a backward stimulated echo when t ~ t§ + (¢} — t}).
Hence the third order coherence which rephases as a backward stimulated echo is given by

3 -ﬁb @ ﬂba : e~ ikz _ .
Ut(;a)(v’z t)=—1t ;h S ik / dt3/ dtz/ dt e v (th—th) + e (th— tz):i
X e —(Yba —1lpa ) (t— ta) ~(¥ba—1Q%a) (t —t
« eikvlt—ts—(ty—t})] pt(zf;)( )gl(tll) £ (tlz) 53(%) ) (B12)

The slowly varying polarization envelope P is determined from Eq. (A5) with w3 = w and Eq. (B5) as
P= /dv [2&* - fiab Oba(v, 2,1) eikz] + (aeadibet). (B13)

The velocity integral in Eq. (B13) can be carried out using Eq. (A48) for pt(l%)(v) = N(v) in Eq. (B12). For simplicity,
we assume that the pulse bandwidth is small compared to the Doppler width so that

N() d(k’l))

dv o®
V Paq (V) = [y (B14)
According to Eq. (B12), the required velocity integral takes the form
d (0) ikv[t—ty —(ty—t7)] ~ 92 (- ¢ ]
[ ave A== (= 1) (B15)
With Egs. (B12) and (B15), Eq. (B13) yields the polarization envelope as
h N, i ta t2 - -
Pt) = —i-—n— ‘”";L dt’3 dt’2 dt) [e"b“a“tz) + e”%“s‘tﬁ]
—(Yba —ilAba ) (t—t; ) ’Yba*lAba)(t —t})
Bt € (0 — ) Eal) ES () Ealt) + (b a ) (B16)

To evaluate Eq. (B16), we assume for simplicity that three Gaussian pulses of equal amplitude and duration are
applied and that second and third pulses are nearly coincident. In this case,

Ei(ty) = &pg(t])
Ea(ty) =&, g(ty — To) (B17)
E1(ty) =Epg(ty — T21)
where T5; is the time delay between the centers of the first and second pulses and
gt)=e 'Z. (B18)

With identical Rabi frequencies for the two transitions defined by 8, = fiba - €€,/h the echo field radiated by the
sample of length L is given by Eq. (AZ) using Eq. (B16) as

E(t)=— "Lg (B”> / dt3/ dtz/ dt, e—n(ta—m 4o valth- tz)}
L—t})

x e~ (Ta=ilsa)(t—t3) o= (Yoa—ilsa)(

xd(t —ty — (ty — 1)) g(t1) g(ty — T21) g(t5 — T21)
+ (a,b—a'b') (B19)

where the Doppler broadened absorption coefficient « is given by Eq. (A50).
The form of this result can be simplified by means of the following substitutions:
Ty =ty —t1 — Ton, t, const, dt| = —dr
(B20)
Ty =ty — to, t, const, dty = —drp .

The delta function appearing in Eq. (B19) then takes the form §(t — t§ — T2y — 71), where T3 + 11 = t, —t) > 0.
In this case, the integral over tj is readily carried out yielding the echo field as

2
E(t)z_%g (%) evz-ystx [eZiAbaTn Iba("') + (a,b—)a',b')] , (le)

where 7 = t — 2T%1, Yoa = Vb'a’ = YB is the coherence destruction rate which is taken to be real, with any pressure
shift (identical for both transitions) being incorporated into Age. The integral Ipo(7) is given by
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oo oo
Iba(T)E/ dry (e""""2 + e""’rz)/
0

=Ty
xg(T — 21 — 1) g(T — 11 — T2) g(T — T1).

In Eq. (B22), the time delay T2; can be taken large
compared to the pulse duration 7,. In this case, since
the last g function limits 7 — 7y ~ 7, then the second
and first g functions require 7, ~ 7, and 7; ~ 7, so that
one can put T5; — 00 > 7, in the 7; integral. The
71 integral is readily carried out using the substitution
7{ = 7 — 11 with dr; = —d7{ and completing the square
in the exponent which arises from the product of the
Gaussian factors to obtain

2 .
R IR T T W
Ipo(1) = grpe s (Bba e *7 Iy,

(B23)

where

oo 2 .
_ _ — -2y +(yB—1Apa)T2
IO—E/ dre (e W2 | g 'varz) e %% .
0

(B24)
Since our goal is to find the phase shift due to colli-
sions during the pump pulses, a small change in the am-
plitude of the signal can be neglected by assuming that
YaTp K 1 and 37, < 1 for the real population loss rates.
In this case, the exponentials involving the population
decay rates in Eq. (B24) can be set equal to 1. With the
definition 8 = (A, + i7B)Tp\/§, the factor Iy then takes
the simple form

o0
Iy = 2\/57',,/ dze P "
0

We are interested in the limit § < 1, in Eq. (B25). In
this case, up to order (32, the integral I is given by

Iozx/f;'rp[l~%2—i-ﬁ—]

(B25)

/T

= v27r‘rp[1 — ﬁ(Aba + i7B)Tp\/§
2
_M}rg]

4
2 . ]2 ;
~ V2T, [ 1+ \/;’)’BTP - 1\/;Abarp - z'yBAbaTj} .

(B26)

In Eq. (B26), we retain terms of first and second order in
small quantities in the imaginary part which contributes
to the phase, while retaining only terms up to first order
in the real part. The result for Iy can be written in the
form

Iy = v27erAe"i" s

where A =1+ 1/2/7 vpT, is the magnitude of Iy, which
is weakly pressure dependent through vp7, < 1, and the
phase ¢ is given by

(B27)

dr, 6—2(73 —ilpa)T1

(B22)
r
2 2
\/;Aban + 'YBAban
¢ = arctan
1+ \/g'ygrp
2 2 2 3
>4 =BpaTp + (1= = )| 1BABaT, + O(€) .
m T
(B28)

With Egs. (B27) and (B28), Eq. (B23) takes the form

m 2 T
Iba(T)zﬁTz (1—}—@737,,) e 3 7°

x eia[ir=VEIm=(3-2)we7] (B29)
where real terms in the exponents of Eq. (B23) which are
of second order in small quantities are neglected.

Note that in Eq. (B29) any pressure shift of the res-
onance frequency can be incorporated into A, as de-
scribed above, and is the same for both transitions. With
Egs. (B29) and (B21) for the echo field, the echo intensity
is given by Eq. (A3) as

.2

—2r . _ 8 T A 4
Techo(T) = Ag e 373 73TET g2 Tw (ZT21 + 57- _ 7-0) ,

(B30)

where we have used the definitions Ap, = w — @ — Aw/2,
and Apg = w — @ + Aw/2 with @ = (wpa + werar)/2 and
Aw = Wpag — Wp'g!-

The amplitude Ay is given by

2 4
Ao = ng (1 + 2\/;37,,) <%) (@)

(B31)

xe~ 48T ,

with I, the pump pulse intensity given by Eq. (A56), and

_\/3”_ 4_2) o
L Vi 2 3 7)) BT

Equation (B30) can be simplified by noting that the
peak echo signal is shifted from 7 = 0 due to the expo-
nential decay. With the definition 7 = 7’ — 27372 , and
neglecting terms of order (yg7p)? in the exponent, the
echo intensity is given by

(B32)

4 8
X cos? Aw (2T21 + ET’ — g'yB‘rg — To) .

(B33)

Using Eq. (B32) for 7o, the time argument of the cosine
function is proportional to 273 + 47'/3 — 74, where
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(B34)

!
To

2 2 2
4—; YBT, + -

It is useful to define the line-broadening rate as yg =
¥ + 7s/2 where 7, is the spontaneous decay rate of the
excited state and v/ is the pressure broadening rate. In
this case, the pressure-independent part of the time ar-
gument in the cosine of Eq. (B33) can be written

2\ % 2
2Teq = 2121 — <4 - ;) ET; - \/;Tp.

(B35)

The time argument of the cosine in Eq. (B33) then can
be written as 2T.g + 5[r' — c(p)] where ¢(p) is pressure
dependent and given by

(B36)

where we have factored out 4/3 from the pressure-
dependent part of Eq. (B34).
The echo intensity is finally given by

”2

Leano(r') = Ave *3 cos? (Aw{Teg + 2[' — c(p)]}) -
(B37)
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FIG. 10. Pump pulse sequence.



