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The dynamics of self-induced transparency in an inhomogeneously broadened attenuator is investigated
with special emphasis on delay times. One finds a strong dependence of delay times on the input value of the
area parameter 6 with pulses of 8;, ~= exhibiting much larger delay times than for 6;, = 2. This investigation
is extended to include the effects of an atomic phase memory time 7'y which is of the order of ten times
the pulse width (i.e., in accord with current experimental circumstances). The variation of other param-
eters is considered. A method of measuring 6 directly is presented.

HE problem of coherent pulse propagation through
an inhomogeneously broadened medium has been
the object of recent interest. As McCall and Hahn!® have
shown, when a pulse is produced with appropriate area
0= (gp/%) S dt 8(t3)="2m, where g is the dipole-matrix
element ex,» and configuration (hyperbolic secant), it
may pass through an attenuating medium unchanged
with a delay time of /p~%aLZ. Here a is the attenuation
coefficient, # is the pulse width, and the Beer’s Law
attenuation for a rod of length L is ¢~Z. The self-
induced-transparency effect has been investigated ex-
perimentally’? and delay times of the right order of
magnitude were reported.

In as much as the quantity 6 is the direct interest, a
simple means of measuring it is presented in this
communication. Furthermore, we wish to investigate
the dynamical evolution of a pulse as it developes into a
hyperbolic-secant shape. This is accomplished by nu-
merically integrating the equations which couple the
electromagnetic pulse and the atomic system.® This
allows for considerable flexibility, since one may then
include in the investigation the roles of the atomic phase
memory time T, the atomic lifetime 7'y, scattering loss,
detuning, etc., as they affect the evolution of the pulse.
The results of this analysis are at variance with the
experimental results of Ref. 2.

The theoretical development is a self-consistent
treatment which involves coupling Maxwell’s and
Schrodinger’s equations.* An electromagnetic wave of
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the form
E(t,2)= 8(¢,2) cos(kz—vt) (1)

interacting with an inhomogeneously broadened en-
semble of two-level atoms [with a frequency distribu-
tion o(w)] leads to the equations

98(1,2)/ 02+ (1/c)08(1,2)/ ot

= _a/t ar'8(t',z) exp[ — (t—1")/T+]

0

XX(t—-If/, v, 2)—[{8@,2) ’ (2)
aX(T1,2)/ 01
=— 92/2h2/t di' 8(t,2) 8(1',z) expl — (¢ —1')/Ts]
X[X(T+Ht—=t, ¢, 2)+xX(T—t+2, ¢, 2)].  (3)

The velocity ¢ is taken to be the velocity of light in the
inert background and « is the linear (unsaturable) loss
per unit length due to scattering. The attenuation
constant® is given by

a= Q*Nwvo(v)/2%he, @

where N is the number of atoms in the lower level minus
the number in the upper level, ¢ is the dielectric constant
of the inert background, and the nonlinear susceptibility
X(Tt,) is the Fourier transform of the population
density

X(T,l,z)=/dw o (w0)[pvs(0,1,2) ~ paa(w,t,2) ] coswT.  (5)

When T9>>>f and k=0, the quantity 0 obeys the equation
df/dz= — (3a) sinf. (6)

5 In as much as this communication deals with an attenuator, it
is convenient to choose a as a positive number (i.e., an attenuation
constant); as a consequence there is a possible confusion of sign
between this work and that of Ref. 3 (i.e., here NV goes as ps»—paa,
and likewise x differs from the notation of Ref. 3 by an over-all
minus sign).
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F16. 1. In this figure, we show the results of a numerical calcula-
tion for an input pulse of 10 nsec in width and area 1.3, The
medium is chosen so that T'i>>%, k=0, and ¢ *L=0.0012. (a) We
show the pulse envelopes  &(u,2)/#%, where p=t—z/c. The input
pulse (broken curve) is at 3=0, p=¢, and the output pulse (solid
curve) is at z=L, u=¢—L/c. The leading edge of the pulse occurs
at the left, and time flows to the right. The delay time ¢p is as
shown in the figure. The delay due to the inert background (rela-
tive to vacuum) is eliminated by choosing “c”’ to the velocity of
light in the background. (b) We show the square root of the power
spectrum 7 (w,2) at z=0 (input pulse, broken curve) and z=L
(output pulse, solid curve). Note that [ (»,0) ]¥2=1.37=6;, and
[ (»,L) J2=1.97 =0ous.

The area is seen to converge on 2nm, so that a pulse with
0in between m and 3w will go to 27 and one with 6, less
than = will go to a =0 pulse. The energy of the pulse is
proportional to the quantity 7(z) where

(@)= (/R / at 8,2). @)

The pulse width { is taken to be the full width at half-
height of the envelope &(7,2) and the delay time ¢p(2) is
the shift in the peak of the pulse relative to the velocity
of light in the inert background (see Fig. 1). Equations
(2) and (3) are solved numerically in order to obtain the
quantities 6, 7, £, and ¢p.

In as much as the area 6 is of direct interest here we
discuss its measurement. One way to measure 6 would
be to shine the pulse on an atomic beam. The atoms at
resonance with the carrier frequency would respond
directly to  and by noting the extent to which the
atomic wave function is changed, 6 could be inferred.
This would not be easy and would fix 6 only up to a
multiple of a constant angle. An easier and more direct
method involves measuring the power spectral density,
as measured by a spectrometer. In particular, if one
writes

2

I(w,3)=(p/h)* / ) dt §(tz)e =1, ®)
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then it is clear that
[1(v2)]V2=0(z). )

The quantity I(w,z) is proportional to the spectral
density, and 62 will be proportional to the value of I at
w=v as in Fig. 1(b).

We now turn to a discussion of the time evolution of
the electromagnetic pulse. As is well known,! when a 27
hyperbolic-secant pulse passes through an attenuating
medium it will be delayed in time relative to where it
would be if it were passing through the inert back-
ground. This time delay is a direct consequence of
atomic coherence. We now wish to consider the delay
times for an arbitrary (6727) situation. We will be
particularly interested in the dependence of the delay
times and pulse attenuation as a function of the energy
of the input pulse, and we consider the change in these
relationships as we vary T'1, T's, linear loss, and detuning
from the center line. We will see that there are some
particularly marked effects on the delay times as one
varies the input-pulse amplitude. The delay times for
0in~=m are shown to be proportional to #;, exp(%aL) and
these might differ by as much as several orders of
magnitude from the delay time of the 27 pulse (which
goes linearly as fi,al). In each of the numerical inte-
grations, the initial pulse shape is of the form &(¢,0)
=C1exp(—#/C,), where C; is adjustable, to give the
proper value of 8i,, and C, is chosen to give an initial
width of 10 nsec. The medium is chosen such that
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F1c. 2. This figure summarizes the results of the computer
calculations for rout/7in Versus rin. The value of 6;, corresponding
to rip is shown on the top scale. The solid curve is for the case
T>>t, To>t, k=0, with no detuning. The dash curve gives the case
T9=350 nsec. All of the other curves that we have obtained lie
within the shaded region on the graph (the boundary represents
the case of six degenerate sublevels). These results are to be
contrasted with the dot-dash curve calculated from the data given
in Fig. 1 of Ref. 2 (at a SFg pressure of 0.021 T). The dotted curve
is a saturation curvefgiven in the limit that T»<f. The formula
used}jis®given in.Ref. 3. One notes that, on a log-log scale, there is
not much difference between the steepness of the saturation and
transparency curves.
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Fic. 3. In this figure, we show a plot of delay times versus input
0. The delay time is illustrated in Fig. 1(a). The value of i,
corresponding to fin is shown at the top scale. The solid curve is for
the case T2, T1>>%, k=0, with no detuning. The dot-dash curve
is for the case T5=150 nsec and the broken curve is for the case
T>=>50 nsec. The other parameters are the same as with the solid
curve.

e*l=0.0012 and 7'»*=1 nsec. We vary the input 6 and
the phase-memory time T, In Fig. 2, we show the
attenuation of the pulse 7(out)/7(in) as a function of
7(in) plotted on log-log paper (for the case of T5>>£). In
this figure, the transparency of the 2zw pulse is evident,
with the curve approaching unity for inputs of 27 and
4w. We note that there are significant deviations from
the small-signal attenuation for input pulses as small as
3m. The corresponding delay times are shown in Fig. 3.
One notes that the delay times for 6;,~= are very much
larger than for #in=~2r. This phenomenon can be
understood by a fairly simple argument. For any fixed
rod length L, one can choose a pulse with 6iy, so close to
« that it will not change its total area in one passage
through the rod. The energy (taken from Fig. 2) will
change so that 7out=7in exp(—3alL). From the condi-
tion that 7(2)£(2)~6%(z) and recalling that # remains
constant, we can deduce that the output-pulse width is
fout~tin exp(3aL). Under conditions® where Z,uo>4in it
is reasonable to approximate the delay time by /p = 2fous.
Thus we arrive at an estimate of the delay time for a =
pulse which is ip= (3fin) exp(3aL). For our choice of
parameters, this leads to an estimate of delay time which
is an order of magnitude larger than the delay time
for 6;n= 2m. This large delay time is apparent in Fig. 3.

Thus far we have been considering the time depend-
ence of the pulse under the “ideal” circumstances 7'y and
T much greater than Z, with no scattering losses and no
detuning of the atomic system. In as much as these

6 The condition that the output-pulse width be much larger
than the input-pulse width implies that the absorbtion must be
large (¢ 2L<1). For a weak attenuator the delay time for a =
pulse is not as large as the 27 delay. The maximum delay is for a
pulse slightly less than 27. The delay times in the region around 2«
arefdiscussed in Ref. 2 and in a new publication by the authors of
Ref. 1.

conditions are not met in practice we now turn to a
discussion of how the previous results are modified when
we vary these parameters.

Since we are interested in the nonlinear effects, in all
that follows we will keep the small-signal attenuation
Tout/Tin the same for each case (i.e., Tout/7in is always
0.0012).

Effects of atomic phase diffusion (Ts). Here we in-
vestigate the consequences of allowing the atomic
system to have a finite memory time 7's. We note that
the large delays at 6;,~m are more sensitive to T'; than
the delays at i, 2. This is evident since the phase-
memory time must be long compared to the output
pulse for the effect to be seen and the output pulse is
much wider than the input. The broken curves in Fig. 3
show the delay times when T’ is five and fifteen times
longer than the input-pulse width. The delay for the =
pulse is seen to vary considerably whereas the 27 delay
is changed very little. The effect of Ty on the energy
behavior of the system is to raise the transition point
slightly and to eliminate the transparency? at fi,= 2w
(see Fig. 2).

Effects of atomic lifetimes (T1). In low-pressure gases
it is reasonable to expect 1’1 and T2 to be comparable.
We have, accordingly, carried out several calculations
for the case Ts=150 nsec, 7'1= 150 nsec. The modifica-
tions of the theory to include 7'y are found in Ref. 3. One
finds, for this case, that one has a further reduction in
the maximum delay time (¢p=~30 nsec) and a slightly
higher value for 6;, at the transition point.

Variation of loss per unit length (k). The presence of a
small linear loss « has the effect of shifting the maximum
delay to higher values of 6;, and tends to produce some-
what larger maximum delays. Because it is linear and
hence independent of 6,, the loss prevents any complete
transparency. One notes that Tou/7in is always less
than e2+L,

Shift of the inhomogeneous line center from the carrier
frequency. The effect of having a center frequency in our
medium different from the carrier frequency has re-
ceived a limited amount of investigation in this work.
To date, the results indicate that there is no effect
produced by a small amount of detuning. This is in
agreement with the results of McCall and Hahn who
found one could obtain 27 hyperbolic-secant pulses even
if the system were detuned.

In conclusion, we emphasize (as was first noted by
McCall and Hahn) that the self-induced transparency
effect is shown most dramatically in its effect on pulse
delay. In fact, Fig. 2 shows that the curves corre-
sponding to self-induced transparency (SIT) and satu-
ration are not dramatically different in shape, except in
the region 7(L)/7(0)=~1. These differences are not
readily observable in the usual experiments. One might

7 By transparency, we mean that 7ous= 7ia to within the limit of
accuracy of the computer program (2 or 3% for the 2z pulse). The
transition point is the point on the curve of 7out/7in versus rin for
which 7out/7in=6xp(—3al).
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argue that the curves (for SIT and saturation) are
displaced by a significant amount, however, this dis-
placement is meaningful only if the dipole moment g is
known. A measurement of the amplitude of the peak of
the power spectrum can be used as a direct verification
of the area theorem.! The spectrum would also help to

show whether the carrier could be properly described as
a monochromatic wave, or whether there were fast
frequency changes present.

We wish to acknowledge helpful and stimulating
conversations with Professor E. Hahn and Professor
A. Szoke.
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This paper resports our study of Hartmann and Hahn’s technique of rotating-frame nuclear double
resonance (RFDR). We consider the Lif-Li’ system in LiF and obtain the cross-relaxation dynamics
from the Li’ free-induction-decay data via a general expression which we derive. We find that the
presence of F1 spins, which constitute a third species interacting strongly with the Li systems in LiF,
may easily be taken into account, and that the resulting RFDR behavior does not differ qualitatively
from that in a simple two-species system. The cross-relaxation time dependence is well described by an
exponential or sum of exponentials for times longer than the order of T, with nonexponential behavior
for shorter times. The cross-relaxation rate Wcr exhibits a Lorentzian dependence on the magnitude of the
Li¢ rf field, His, for the case where the Li” system has been adiabatically demagnetized in the rotating
frame; these results show that the Gaussian behavior previously assumed is incorrect. For the case where
the Li7 rf field is of the order of the local field, Wer (Hi6) is asymmetric about Hahn’s double resonance
(DR) condition, with the larger W¢r corresponding to Hie less than for the DR condition. The cross-
relaxation times at the DR condition are on the order of 0.4 msec. We observe no spin-diffusion bottleneck
in a sample of LiF with an isotopic abundance of 0.0089, Li®. Finally, we draw some general conclusions

about the application of RFDR to other problems.

I. INTRODUCTION

UCLEAR double resonance in the rotating frame
(RFDR) was first suggested as an ultrahigh-
sensitivity NMR technique in 1960 by Hartmann and
Hahn.! The classic analyses of the method have been
given by Hartmann and Hahn? (hereafter referred to as
HH) using the general density matrix techniques, and
by Lurie and Slichter? (hereafter referred to as LS)
using a thermodynamic treatment. Several groups have
used variations of this technique to obtain NMR and
NQR spectra of rare isotopes or impurities in solids.?~*
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The work reported here is primarily an experimental
study of the RFDR method itself rather than an
application of the method to obtain high-sensitivity
spectra of a particular solid.

The reader is referred to the excellent descriptions of
the general technique given in HH and LS. In Sec. II,
we will review these basic ideas principally as a means
of introducing our notation.

We consider two nuclear-spin systems with strong
resonant rf fields applied to each. The proper way to
describe such a system is in a double rotating-frame
representation.2? In this representation, each of the
two spin species can be made to sense a different
“effective field,” and thus the effective Zeeman split-
tings of the two species can be made equal, thereby
allowing rapid cross relaxation. This condition of equal
effective field splittings is called the double resonance
(DR) or Hahn condition.

The standard method of high-sensitivity spectroscopy
is then as follows. The rare-species resonance system is
modulated in such a way as to pump energy into the
rare-spin effective Zeeman levels. This pumped energy
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