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We report conductivity and dielectric-constant measurements on a series of orthorhombic
Ta,;_,Nb,S; alloys, with nominal concentrations between 0% and 0.3%, in the dc to 100-GHz fre-
quency range. The Peierls transition observed at T =220 K in the pure specimens is smeared and
suppressed in the alloys. The pinned—charge-density-wave mode, which occurs at the pinning fre-
quency of wy/27m~5 GHz in the nominally pure specimen, increases with increasing dopant concen-
tration at all temperatures. We analyzed the pinned mode in terms of a harmonic-oscillator
response and found that the effective mass m * and damping constant 1/7 are independent of the im-
purity concentration. We also discuss the temperature dependence of w, and 7 and compare with
the available theoretical descriptions of charge-density-wave dynamics.

I. INTRODUCTION

The pinning of the electron-hole condensate called the
charge-density wave (CDW) by lattice imperfections, by
grain boundaries, and by finite-size effects has been stud-
ied in detail in various compounds.! Pinning leads to a
shift of the collective-mode oscillator strength to finite
frequencies, with a so-called pinning frequency o, that is
generally well below the frequency corresponding to the
single-particle gap 2A/#. Extensive experiments per-
formed in the dc—to-millimeter-wave spectral range?
have been analyzed assuming that the collective response
is described by the equation of motion,>*

ﬂ liﬂ 2, __ €
a2 + - dr +widp= m*7\E s (1)

where 7 is the relaxation time, m* is the effective mass of
the condensate, A is the CDW wavelength divided by 2,
and ¢ is the phase of the CDW. Deviations from Eq. (1)
have been observed™>® for w < @, and have been interpret-
ed in terms of a tunneling model” and alternatively by as-
suming that disorder caused by randomly distributed im-
purities plays an important role and leads to a distribu-
tion of pinning frequencies.” Models® " !° that include the
internal degrees of freedom of the condensate also pro-
vide a semiquantitative account of the experimental
findings. The above approaches lead to qualitative agree-
ment with both the real and imaginary parts of the
frequency-dependent conductivity, Reo(w) and Imo(w),
over a large frequency range in the materials NbSe;, or-
thorhombic TaS; (called TaS; in the following),
(TaSe,),L,!!" and (NbSe,),1.!2

In recent publications low-frequency data obtained in
NbSe; and TaS; and estimations of other parameters in-
volved were used to argue that the tunneling model de-
scribes o(w) over the full spectral range,” and similar
conclusions®® were reached on the basis of classical dy-
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namics of the so-called Fukuyama-Lee-Rice model.!?

The conclusions were largely based on estimated values
of the effective mass and on comparisons between the pa-
rameters obtained for the different model compounds
NbSe; and TaS;. Experiments that directly determine
the dynamical parameters involved, preferably on a series
of materials where some of the parameters are the same,
may lead to more direct information than that quoted
above. Aside from the question of the quantum versus
classical approach to CDW dynamics, several other im-
portant features of CDW dynamics are unresolved, such
as the nature of the damping and its dependence on im-
purity concentration, the detailed dependence of the pin-
ning energy on the strength of the impurities, and the
effect of temperature on the dynamics.

In this paper we report our measurements of o(w) in
the microwave and millimeter-wave regime in
Ta,;_Nb,S; alloys and also compare our observations
with those made earlier on the w- and E-dependent
response. In contrast to NbSe;, orthorhombic TaS; un-
dergoes a metal-to-insulator transition at 7=220 K (for
the nominally pure material), indicating that the whole
Fermi surface is removed by the formation of CDW’s.
Also, only one type of chain exists in the material,! mak-
ing it a conceptually more straightforward example of
CDW transport. The experimental results leads us to
conclude that a temperatures not far below the Peierls
transition the main features of o(w) observed in the
millimeter-wave range may be adequately described with
a simple harmonic-oscillator response. The effective mass
m* is within the experimental error, independent of the
impurities. The pinning frequency w, increases sharply
with increasing x, but the relaxation time 7 is indepen-
dent of the impurity concentration. It is clear, however,
that the simple approach based on Eq. (1) is not adequate
at low temperatures where the fits differ significantly
from the experimental results. The low-frequency dielec-
tric constant € decreases with increasing x and the

7626 ©1989 The American Physical Society



39 EFFECT OF IMPURITIES ON THE CHARGE-DENSITY-WAVE. ..

threshold field for the onset of nonlinear conduction, Er,
-increases with increasing x, with a concentration depen-
dence compatible with simple descriptions of CDW dy-
namics; however, the magnitude of both quantities is very
different from those that are derived on the basis of sim-
ple models by using the pinning frequency w, as an input
parameter.

In Sec. II we describe the experimental details. This is
followed in Sec. III by the summary of experimental re-
sults. We then present the analysis of o(w) in Sec. IV,
discuss the parameters in detail, and make a comparison
with the low-frequency ac- and nonlinear dc-conductivity
results. Section V contains our conclusions. Some of the
results we present in this paper have been reported ear-
lier.14~17

II. EXPERIMENTAL TECHNIQUES

We prepared TaS; and Ta,_, Nb, S, alloys by direct re-
action of the elements in sealed tubes. Gradient furnaces
with a relatively weak temperature gradient centered
around 7T =535°C were used. We obtained relatively
large single crystals (typically 1 cmX10 gmX30 um)
within a period of a few days. Powder x-ray diffraction
performed on the majority of alloys confirmed the phase
to be orthorhombic.!> Attempts to use analytical
methods to evaluate the impurity concentrations were
not successful; therefore the concentrations referred to in
this paper are nominal. Because of this ambiguity, we
could not evaluate the precise concentration dependence
of the parameters that characterize the - and E-
dependent response. Nevertheless, as will be demonstrat-
ed below, useful information can be obtained on the dy-
namics of the collective mode without detailed knowledge
of the actual impurity content of the specimens.

We measured the dc resistivity with a conventional
four-probe method, and evaluated the -electric-field-
dependent conductivity with short pulses to avoid heat-
ing effects. Standard cryogenic techniques were used to
cool the specimens and to measure and regulate the tem-
perature.

The samples prepared by the gradient-furnace tech-
nique are long, thin single crystals, with the long axis cor-
responding to the b crystalographic axis. The b axis is
the high-conductivity axis of this quasi-one-dimensional
metal and is always aligned with the electric field in these
measurements. The conductivity along that axis deter-
mines the skin depth in the material and is the only com-
ponent of the conpductivity tensor measured. At room
temperature the b-axis conductivity is 2500 (Qcm)™},
implying a skin depth at 10 GHz of approximately 5 um.
The transverse dimensions of the crystals, as grown, were
usually larger than 5 um, and the pure specimens, where
o(w) is large even at low temperatures, were cleaved
along the long axis with the most desirable cross section
being a few square micrometers. At the larger impurity
concentrations, however, the microwave conductivity has
an activated temperature dependence and both Reo(w)
and Imo(w) are lower than in pure specimens. Conse-
quently, to obtain adequate sensitivity at low tempera-
tures, samples up to 10 um in diameter were chosen.
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The apparatus for the resonant-cavity measurements
(4.5 and 9 GHz) is identical to that discussed earlier.!®
The cavities were coupled to a microwave network which
measured the Q (quality factor) and resonant frequency of
a mode of the cavity. The resonance may be measured in
either the transmission or reflection mode. The fraction
of the power reflected or transmitted near resonance is
given by

P

—— +
P A+B

I

iw 2
> (2)
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where A =0 and B is positive in transmission, and 4 is
large and B is negative in reflection. The resonant fre-
quency wo=wy+iT /2 is generally complex, and Eq. (2)
may be rewritten as

1
(@—wp)?+(I/2)?

P=P,|A+B 3)

The reflected or transmitted power has the Lorentzian
form above when the frequency of the incident power, w,
is swept through the resonant frequency. The resonance
paramenters w, and I" are the center frequency and full-
width at half-height, respectively.

We recorded the cavity resonance with and without the
sample and used the change in the resonance to calculate
the complex conductivity, or equivalently, the complex
dielectric constant. For the 9-GHz measurements we
placed the samples on a Teflon platform and rotated
them in and out of the microwave cavity with a set of
gears and a control rod extending from room tempera-
ture to the cryogenic environment. At 4.5 GHz we
placed the samples in a quartz tube and moved them in
and out of the cavity with a sliding control rod that also
extended to room temperature. By moving the samples
in and out of the cavity, we measured all of the quantities
needed to calculate the dielectric constant in a single
cooling. The cavity was mounted at the bottom of a
probe extending into a liquid-He* Dewar. Temperatures
below 2 K could be obtained by pumping on the He*
bath.

The response of the sample may be written in terms of
complex conductivity (0 =J/E) or a complex dielectric
constant (e=D/E). These are related via Maxwell’s
equations by €=14470 /iw, where i =V —1 and o is
the angular frequency. In the limit of samples with
a transverse dimension smaller than or comparable to the
skin depth, the electric field inside the sample is given by

E Fo

1+N(e—1) ’ @
where E is the field without a sample, € is the dielectric
constant normalized to the dielectric constant of free
space, and N is the depolarization factor. The depolari-
zation factor is a purely geometric quantity and, if the
sample is approximated as an ellipsoid of transverse di-
mensions @, b and length L (with L >>a,b), then!®

_ab
N1
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1
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N reflects the ability of charges to build up at the ends of
the sample and screen the applied electric field. For ex-
tremely long and slender samples, N ~0, and therefore
E ~ E,, the continuity condition for electric fields tangen-
tial to a surface is reproduced. This approach assumes
that the electric field is uniform over the region in which
the sample is placed, a condition that is easily achieved
for samples much smaller than the cavity.

The samples used in this study were always much
smaller than the resonant cavity, and the changes in the
resonant frequency caused by the sample were only 1
MHz or less. The small changes in resonant frequency
could be described by the resonant-cavity perturbation
theory of Bethe and Schwinger,?”® which relates the
change in electric field to the change in resonant frequen-
cy. Using Eq. (4) the resonant-frequency shift [Sw,
=wy(sample in) —wy(sample out)] is?!

5“)0: —ale—1)
wy 1+N(E—1)"’

(6)

where «a is the filling factor—a=2.1(V /V,), where V;
and V, are the volume of the sample and cavity,
respectively—and 8w,=8wy+i 8T is complex for ma-
terial with a loss term in the dielectric constant. Experi-
mentally, 8wy is the shift in resonant frequency and 8T is
the change in the half-width of the resonance at half-
height. The formula may be inverted?! to solve for € and
separated into real and imaginary parts to yield the full
complex dielectric constant:

1 Swy(a/N —8w))—(8T)?
Re(e)=1+— 2 o (7a)
N (8T)*+(a/N —8w})

Im(e)=-% 5L . (7b)

N? (8T )2+ (a/N —8wg)*

The two constants in the analysis, @ and N, may be deter-
mined from the geometry of the sample. [See Eq. (5) and
the discussion following Eq. (6).] In practice, however, a
precise measurement of the sample dimensions and the
approximation of the actual crystal geometry as an ellip-
soidal cylinder lead to errors of up to 50% in the calcu-
lated values of @ and N. More precise values are ob-
tained by taking the room-temperature value of dw/w,
(well above the phase transition) and choosing a@ and N
such that the real part of the conductivity is equal to the
dc conductivity at room temperature and the imaginary
part of the conductivity is zero. This procedure assumes
that the sample behaves as a normal metal well above the
Peierls transition. One should note, however, that fluc-
tuation effects caused by the quasi-one-dimensional struc-
ture of the compound are important above T, and lead to
a pseudogap and, consequently, to the possibility of
frequency-dependent response even at millimeter-wave
frequencies. These effects are most probably an impor-
tant factor at temperatures not much above the Peierls
transition temperature where the temperature depen-
dence of the dc resistivity is distinctively nonmetallic. At
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room temperature, however, the temperature dependence
of the dc resistivity is that of a metal. Consequently, we
assume that o(w) is that of a metal at room temperature
[i.e., Reo(w) is independent of the frequency]. With this
assumption all the variables in Eq. (6) are determined and
the complex dielectric constant may be determined from
the measured values of dwg and 8T .

We performed the millimeter-wave conductivity mea-
surements (30, 32, 60, 94, and 109 GHz) with a
millimeter-wave bridge technique discussed in earlier
publications.'®2? The technique involves placing samples
in a section of shorted waveguide and using the change in
impedance of the waveguide to calculate the conductivity
of the sample. The samples are cleaved to a diameter of a
few micrometers, similar to the cavity measurements.
We attach the small samples electrostatically to a quartz
fiber and insert the quartz and sample through a small
hole in the top of the waveguide, with the electric field
parallel to the long axis of the sample. The hole is at an
antinode of the electric field a distance 3A /4 (where A is
the guided wavelength) from the waveguide-shorting
plate. The shorted-waveguide section is on the sample
arm of a millimeter-wave impedance bridge. The design
and operation of the bridge are extensively discussed in
Ref. 22. The bridge consists of passive components as
well as precision attenuators and phase shifters on sample
‘and reference arms. When the attenuation and phase
shifters are adjusted properly, the waves traveling the
two arms are 180° out of phase and equal in amplitude,
resulting in a null at the detector.

The components of the millimeter-wave bridge are
separated from the sample holder by an 8-in. section of
stainless-steel waveguide. A helium-gas-flow system
placed around the sample-arm waveguide cools the sam-
ple holder down to 20 K. The application of a smooth
gas flow causes highly reproducible phase-shift and at-
tenuation readings because of thermal effects originating
in the apparatus, such as thermal contraction of the
waveguide, in addition to sample effects. We perform
two coolings, one with sample in and one with sample
out, and record the attenuation and phase readings on
each run. The absolute values contain systematic ar-
tifacts, but the differences in attenuation and phase are
determined by the sample.

The introduction of the specimen leads to changes in
the amplitude and phase of the transmitted signal, which
we interpret as follows. If we define the change in the
complex phase as 6®=58¢+i 8x [ In(10)/20], where 6x is
the change in attentation (in units of dB) and 8¢ is the
change in phase, then, from standard microwave theory,

Y3, —iY )/ Y, ®
14+iY,,iY /Y5’

— AP
2

tan

where Y;, and Y, are the admittances with and without
the sample (sample in and sample out), respectively. The
form above is invariant to transformations down the
transmission line and may be evaluated at any position.
For simplicity, we chose to evaluate the admittances at
the sample position. The short must be transformed by a
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distance —3A /4 (defining the positive direction towards
the shorting plate) and becomes an open circuit (Y, =0).
Determining Y;, is generally a complicated calculation,
but for a sample approximated as a right circular

2a

—24+2 3
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cylinder of radius R traversing the waveguide with the
long axis parallel to the electric field the admittance has
been calculated by Schwinger and Saxon?? and is given in
the small-sample limit by

1 a 1

Y, TR odd n>3

where R is the radius of the sample, a is the transverse di-
mension of the waveguide, A is the wavelength in free
space, )»g is the guided wavelength, k is the free-space
wave vector, and € is the complex dielectric constant.
The small-sample limit assumes that the sample radius is
smaller than a skin depth. The general form in Ref. 23
implies that deviations from Eq. (9) are small for several
skin depths. The first term, denoted Y,/Y ,, is indepen-
dent of the dielectric constant, and for large € it is the
only term remaining. The geometry assumed in Ref. 23

[nZ__(Za/)L)Z]l/Z _—;
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f
ends of the sample may be represented as a capacitance in
series with the sample.'®?> The equivalent circuit is
therefore given by
y—1

1 1,1 1 1 _.a Y,

—+ —_—t i . (10)
Y, Y, Y, Y, Y. A (kR){e—1)
The dielectric constant derived from Egs. (8)-(10) is
therefore

a 1 iY, ¥, |

places the sample in perfect electrical contact to the inte- €= A (KR) | tan(A®/2) Ty Y , (11)
rior surface of the waveguide. This geometry is not possi- 8 € ®
ble in practice, and the sample did not normally make
electrical contact to the waveguide. The small gap at the  and may be separated into real and imaginary parts:
|
a Re[cot(A®/2)]—i(Yy/Y ,+Y,/Y,)
Re(e)=1+ > ' 3 7 (12a)
Ag(kR)* {i(Yy/Y,+Y,/Y )~ Re[ cot(AD/2)]}*+ Im[ cot(AD /2)]
Im(e)=——2 Im[ cot(A®/2)] (12b)

Ag(kR)* {i(Y/Y,+Y,/Y ,)— Re[ cot(AP/2)]}2+ Im[ cot(AD/2)]*

As with the cavity method, the analysis requires two
parameters—Y,/Y,+Y,/Y, and a/A (kR)*. We
determined these parameters by setting Re(o)=oy
and Im(o)=0 at room temperature and solving for the
parameters, which we then assumed to be independerit of
temperature (although thermal contraction leads to an er-
ror of =~ 1%).

The complex-dielectric-constant measurements pre-
sented in the following section use the two methods dis-
cussed above: the bridge technique at 30, 60, 94, and 109
GHz and the cavity technique at 4.5 and 9 GHz.

III. RESULTS

Figure 1 displays the temperature dependencies of the
low-field dc conductivities of pure TaS; and Ta; _,Nb, S;.
The phase transition at 220 K is not evident from the
direct o4.(T) plots, but the derivative do /dT or dR /dT
has a sharp cusp at the Peierls transition. Because of the
logarithmic plot, data taken on the alloys were indistin-
guishable from data taken on the pure samples, and mea-
surements on several crystals indicate that the magnitude
of the dc conductivity is, within the experimental error of
approximately 10%, also independent of the concentra-
tion. This result is expected because a small amount of
impurities (less than 1%) in a metal is not expected to

[
lead to a resistivity comparable to the phonon 7 =300 K
resistivity. The temperature derivative of the resistivity
clearly shows the effect of impurities on the phase transi-
tion. Figure 2 shows (—1/R)(dR /dT) for the pure
specimens and for two alloys with x =0.001 and 0.002.
The transition is progressively broadened by the intro-
duction of impurities, and the peak in the temperature
derivative moves to lower temperatures. Figure 3 shows
the concentration dependence of T,, where T, is defined
as the peak in (—1/R)(dR /dT), versus the nominal con-
centration. We observe a linear depression of T, with

dT, .
=70 K/at. % . (13)

dx

We stress again, however, that x refers to nominal con-
centration that may differ from the actual impurity con-
centration in the specimens we have investigated. Recent
experiments on irradiated specimens®* did not display a
linear decrease and were in agreement with a square-law
behavior, AT, « —x'/2, in clear contrast with Eq. (13).
Whether this represents a real difference between the
effects of substitutional impurities and radiation defects
or is due to the poorly defined x values in Fig. 3 remains
to be seen. The main conclusions of our paper, however,
do not rely on the precise values of x.
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FIG. 1. Temperature dependence of the dc conductivity of
nominally pure orthorhombic TaS;. oy refers to the room-
temperature dc conductivity. The average value, ogrr=2500
(Qcm)™!, was determined from measurements made on several
single crystals.

Figure 4 displays the response at millimeter-wave fre-
quencies in nominally pure TaS;. We presented and ex-
tensively discussed these results in a previous publica-
tion'® and here we only shortly summarize the main ex-
perimental findings. The response, when analyzed in
terms of Eq. (1), is overdamped, i.e., w7 <<1. Equation
(1) is a simple harmonic-oscillator response; hence the
quality factor is Q =wyr. In the regime above 100 K but
well below the transition temperature, the resonant fre-
quency, /2w, is approximately 5 GHz and the reso-
nance width, 1/2#7, is approximately 100 GHz, implying
0 << 1. The temperature dependence of these parameters
is weak, changing by 20-30% over the entire high-
temperature range (i.e., between 100 K and 7,). Below
100 K the temperature dependence of the measured con-
ductivities is much stronger than that found at high tem-
peratures. The 9-GHz conductivity rises immediately
below 100 K, but begins a rapid decrease near 80 K. The
30- and 60-GHz conductivities also increase slightly, then
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FIG. 2. Temperature dependence of the derivative

(—1/R)(dR /dT) in nominally pure TaS; and in Ta;_,Nb,S,
alloys.

decrease as the temperature is decreased. The dielectric
constants become less negative, eventually crossing zero
at temperatures well below 100 K. For the response im-
plied by Eq. (1), the dielectric constant is positive below
o, and negative above o, The conductivity [Re(o )] also
reaches a maximum at w,. If we qualitatively express the
temperature dependence of o in terms of o, and 1/7,
then w, remains approximately 5 GHz above 100 K, but
increases sharply at lower temperatures. The damping,
1/7, remains weakly temperature dependent over the en-
tire temperature range of the measurements. In general,
the spectral weight remains at low frequencies above
~100 K with a clear movement to higher frequencies
below 100 K. Also, although we found the simple har-
monic oscillator appropriate at temperatures above 100
K, at low temperatures the agreement between Eq. (1)
and the experimental results becomes poor, and a
description in terms of the single-particle model is not
possible (see below).
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FIG. 3. Concentration dependence of the transition tempera-
ture T, in Ta,;_,Nb,S; alloys. The solid line leads to
dT,/dc =70 K/at. %.

We believe that the reason for the peculiar (i.e.,
nonmonotonic) temperature dependencies observed in
both Reo(w) and Imo(w) is the commensurate-
incommensurate transition that occurs around 100 K.
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FIG. 4. Temperature dependence of the conductivity and
dielectric constant in pure TaS, at various frequencies. The
solid line is the dc conductivity.

This transition, evident from some structural studies,?’
leads also to peculiar temperature dependencies of the
nonlinear dc conduction. Because of this effect, the de-
tailed temperature dependence of the dynamics of the
collective mode is complicated, and we do not speculate
on the effect of commensurability on the ac response of
the pinned collective mode.

We present the temperature dependence of the conduc-
tivity and dielectric constant in Fig. 5 for x=0.001 and in
Fig. 6 for x=0.002. Contrasting the measured values of
Reo(w) and Ree(w) shows that the conductivities and
dielectric constants change by orders of magnitude with
increasing impurity concentration. This change is due to
a general shift of spectral weight of the collective CDW
response to higher frequencies with increasing impurity
concentration. The figures also show that in the tempera-
ture range between 100 and 200 K the frequency where
the maximum conductivity occurs, wy/27 in terms of Eq.
(1), is increasing from approximately 5 GHz for the nom-
inally pure samples to nearly 100 GHz for the samples
with x=0.002. Figure 7 presents the results for
Tay g97Nbg 003S; samples from experiments performed
only at one frequency, 94 GHz. The dielectric constant is
positive and the conductivity is rapidly decreasing below
the transition, indicating a pinning frequency signifi-
cantly larger than 94 GHz.

IV. ANALYSIS

The experimental results presented above clearly show
that a small amount of impurities has a profound effect
on both the statics and dynamics of CDW’s. We will first
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FIG. 5. Temperature dependence of the conductivity and
dielectric constant in Tag 999Nbg 0;S3, at various frequencies.
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FIG. 6. Temperature dependence of the conductivity and
dielectric constant in Tag g9sNby 09253, at various frequencies.

comment on the effects of impurities on the transition
and then discuss in more detail the effect of impurities on
the dynamics. The discussion of the dynamical effects
will treat the microscopic origin of the parameters in Eq.
(1), the details of fits to the experimental results, and the
interpretation of deviations from Eq. (1). Lastly, we will

L T
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FIG. 7. Temperature dependence of the conductivity and
dielectric constant in Tag ¢97Nbg 003S3, at 94 GHz.
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compare the temperature and impurity dependence of w,
with the low-frequency quantities e(w=0) and E;.

The standard model that treats the interaction between
impurities and CDW’s has been proposed by Fukuya-
ma,'>26 Lee and Rice,!* and by Efetov and Larkin.?” The
Hamiltonian is given by

H=1k [ (V$ldr+Vop, 3 cos[2kpr; +¢(r)],  (14)

where ¢ is the phase of the condensate, ¥V, is the impurity
potential, k is the elastic constant associated with the
CDW deformations, p; is the CDW amplitude, and i
represents the impurity positions. The Hamiltonian, in
the limit when V¢ is small, is equivalent to the random-
field XY model.?® The (V¢)? representing the phase exci-
tations leads to a gapless mode, and Sham and Patton,?
and Imry and Ma,’® have shown that in less than four di-
mensions long-range order is absent. The effect of impur-
ities in this case is dramatically different than, for exam-
ple, that in superconductors or ferromagnets. In the
latter cases, the transition remains sharp ( mean-field-like)
and only T, is depressed by impurities. In contrast, we
observe a dramatic broadening of the transition in
CDW?’s. Other observers have seen similar effects in irra-
diated specimens.?*

We are not aware of a detailed theory that treats the
impurity-induced smearing of the phase transition, but
we expect that impurities lead to an upper limit of the
phase-phase coherence length and that this cutoff leads in
turn to a smearing of the phase transition. Further stud-
ies are required to clarify this point.

The CDW, as described by Eq. (14), is capable of non-
linear conduction in the presence of a large electric field.
This nonlinearity, the so-called Frohlich mode, is well do-
cumented experimentally and is the subject of extensive
studies.! Within the model, Eq. (14), we may derive ex-
pressions for the threshold field for sliding, E;, and w,,
the pinning frequency in Eq. (1). In addition, we may cal-
culate the low-frequency dielectric constant €(w=0) in
terms of w,. Fits to determine w, and comparisons with
E; and €(w0=0) will then determine the suitability of the
description and approximate values of the parameters in
Eq. (14).

The first term in Eq. (14) favors a spatially homo-
genous phase, whereas the second term favors local dis-
tortions of the phase of the CDW to minimize the energy
at the impurity sites. Within this one-dimensional theory
the ratio

Vop:
a AV, (15)
tells whether the potential energy or elastic energy is
more important; a > 1 is called strong impurity pinning
and a <1 is weak impurity pinning.

In each limit the pinning frequency w, may be calculat-
ed; however, the relations between w,, €, and E; do not
depend on which limit is appropriate. The energy neces-
sary to overcome the pinning potential is approximately
the energy necessary to displace the phase at the CDW
by a quarter-wavelength in the harmonic potential.
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Therefore, eErA/4=1m*w}(A/4)% or

P 16)
T T g - | (
Also, the dielectric constant at low frequencies, e(w=0),
depends only on the spectral weight ne?/m* and the
pinning frequency w,

4mne?
b
m*w;

e(w=0)=p (17)

where the constant 3 is 1 for a harmonic oscillator and of
order unity for a mode centered at w,. In the above equa-
tions we have neglected the infinite-frequency dielectric
constant.

The static microscopic model in Eq. (14) may be ex-
tended to dynamical problems by adding a kinetic-energy
term and deriving an equation of motion. The impurities
and inertia alone produce a pinned mode with a finite
linewidth. In addition to the disorder-induced linewidth,
we add an intrinsic damping term to obtain the full
linewidth of the mode. (We will show that this is a neces-
sity.) Others have obtained approximate solutions of this
model that will be discussed below, but we will first dis-
cuss the results in terms of Eq. (1), and use the micro-
scopic models to interpret the parameters of the fits and
the deviations from the fits.

(i) Strong pinning (a@ >>1). The CDW is pinned at the
impurities and responds to the electric field with long-
wavelength distortions in the region between impurities.
The pinning frequency is approximately '3
172

I Ven, (18)

*

W=

m

where n; is the impurity density and (m /m*)!/?V} is the
phase velocity (the so-called phason velocity).
(ii) Weak pinning (a <<1). In this limit!® the resonant
frequency is
—2/3 172
{ i VeLi!, (19)

o=

77,2 m*

where L, is the size of a phase-coherent domain given
within the model by

2/3
3

Ly'= —al om. (20)

Clearly, Ly ! <<n;, which results from the elastic energy
preventing the phase from adjusting to each impurity po-
tential. The impurity potentials within a domain then
add randomly, leading to partial cancellation and a pin-
ning energy lower than that expected from strong pin-
ning. As a increases, L, ! approaches n; and Eq. (19) is
equal to Eq. (18) to within factors of order unity.

In contrast to the detailed theory of pinning, which
suggest that in both limits @, increases with increasing
impurity concentration, little is known about the damp-
ing that accompanies the CDW motion. Although
Frohlich originally suggested that there is no damping,
various interactions clearly can lead to the damping of
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the collective mode. The theories of the damping
(linewidth) may be divided into two classes.

(1) Impurity scattering. The scattering of the CDW
from impurities will pin the CDW, as discussed above,
and will result in damping of the CDW. Estimates of the
linewidth contribution'3 using the impurity model [Eq.
(14)] imply 1/7~aw, in both the strong- and weak-pinning
limits. Any changes in w, would be directly reflected in
1/7, maintaining a constant product wy7~1. _

(2) Intrinsic processes. The scattering of the CDW by
other phasons has been treated by Takada, Wong, and
Holstein.3! The expressions they derive were discussed in
an earlier publication.? The result of the theory at tem-
peratures greater than or comparable to the Debye tem-
perature is

}\‘2
pe,

1 >

= T?, 21
27T 64(2)12 @D

where A is the electron-phonon—coupling constant,
uw=m*/m,, with m, the band mass, and w, is the
transverse-phonon frequency. Previous estimates of
1/277 at 150 K yielded 4 GHz, a value far lower than the
experimental results in pure samples.

The last parameter in Eq. (1) is the effective mass of the
CDW condensate. The effective mass follows from a mi-
croscopic theory>? and is given by

* 2
m A @2)
my, Aw(2kp)

where A is the single-particle gap, A is the dimensionless
electron- phonon—coupling constant, and w(2ky) is the
phonon frequency at wave vector 2k before the in-
clusion of electron-phonon interactions. With A~700 K,
A~41, and w(2kp)=100 K (parameters appropriate for
TaS;), m*/my~600. This result is in rough agreement
with the results for nominally pure TaS;, where
m*/m,=1000+£200 over a wide range of tempera-
tures.?

In addition to the CDW response, the experimental re-
sults contain conductivity contributions from the quasi-
particles or “normal” electrons. This contribution is the
dc conductivity o4, measured at low fields (E <Er),
where the CDW is pinned and will not contribute to the
dc conductivity. For the following analyses of the fre-
quency dependence, we subtract o4, from o(w) and call
the difference in conductivity the CDW response.

The three fundamental parameters, with a single-
degree-of-freedom description, are the pinning frequency,
the damping constant, and the effective mass. Subse-
quently, we will focus on the concentration and tempera-
ture dependence of these parameters. Using o for the
CDW conductivity determined from Eq. (1), we have

ne’r w?
Re(o)= ) (23a)
7 (0* — 03)*+ w? 2
2 o1 0i—w?)
Im(c)="¢T 2o (23b)

m* Ao’*—0d)?+w?’

We will apply these equations to the experimental results
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as a starting point for discussion.

Figure 8(a) shows the frequency-dependent conductivi-
ty of nominally pure TaS; at 160 K. The response is
overdamped, and consequently a logarithmic frequency
scale is necessary to present the data. The lower-
frequency results—from Wu et al.’—are measured on
the same batch of crystals used for our measurements.
The solid curve is Eq. (23a) with fit parameters wy,/27=5
GHz and (277)"'=125 GHz. We note that although
agreement between the experiment and Eq. (23a) is ade-
quate in the microwave and millimeter-wave spectral
range, the agreement at low frequencies between the ex-
perimental results and Eq. (23a) is poor. The agreement
may be corrected by including a distribution of pinning
frequencies extending to low frequencies, but having a
cutoff at higher frequencies. We will discuss these fits
below.

Figure 8 shows that the CDW motion can be qualita-
tively described with a harmonic-oscillator response, and
the fundamental parameters can be evaluated from such a
fit. Disorder effects appear to modify the response only
at frequencies below the pinning frequency @, but do not
influence the conclusion concerning the pinning and
high-frequency damping of the collective mode. We are
therefore proceeding by using Eq. (1) also for the analysis
of the pinned collective mode in the doped specimens.
Figures 9-13 display both Reo(w) and Imo(w) for the
pure specimen and the alloys at different temperatures.
At all temperatures we observe a sharp shift of the spec-
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FIG. 8. Frequency dependence of Reo(w) and Imo(w) in
nominally pure TaS; at T=160 K. The solid lines are fits to
Egs. (23a) and (23b) with parameters discussed in the text. The
dotted line is a fit assuming a broad distribution of pinning fre-
quencies; see Eq. (29) and Ref. 6.
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FIG. 9. Frequency dependence of Reo(w) and Imo(w) in
Ta,_,Nb,S; alloys at T"=180 K. The solid lines are fits to Egs.
(23a) and (23b) with parameters discussed in the text and also
given in Figs. 14-16.
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FIG. 10. Frequency dependence of Reo(w) and Imo(w) in
Ta,;_,Nb,S; alloys at 7=150 K. The solid lines are fits to Egs.
(23a) and (23b) with parameters discussed in the text and also
given in Figs. 14-16.
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FIG. 11. Frequency dependence of Reo(w) and Imo(w) in
Ta,_.Nb,S; alloys at T =120 K. The solid lines are fits to Egs.
(23a) and (23b) with parameters discussed in the text and also
given in Figs. 14-16.
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FIG. 12. Frequency dependence of Reo(w) and Imo(w) in
Ta,_,Nb,S; alloys at T=90 K. The solid lines are fits to Egs.
(23a) and (23b) with parameters discussed in the text and also
given in Figs. 14-16.
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FIG. 13. Frequency dependence of Reo(w) and Imo(w) in
Ta,_.Nb,S; alloys at 7=60 K. The solid lines are fits to Egs.
(23a) and (23b) with parameters discussed in the text and given
also in Figs. 14-16.

tral weight to higher frequencies with increasing impurity
concentration. In addition, the maximum conductivity
remains unchanged within experimental error. In the
figures the solid curves are fits to Egs. (23a) and (23b) for
each impurity concentration.

We first note that a harmonic-oscillator response
roughly accounts for both Reo(w) and Imo(w), especial-
ly at higher temperatures. The fit gets progressively less
and less adequate at lower temperatures, and at 60 K
only a gross overall agreement with the measured and
calculated curves is recovered. We also note that for the
higher-concentration alloys with x =0.002 and0.003 the
fits are not accurately determined because only the lower
spectral end of the resonance is within the spectral range
of the measurements. Several facts, however, assist in
evaluating 1/7 and o, in this case. The dc-conductivity
studies demonstrate that the transition temperature is de-
creased by less than 10% for the most heavily doped sam-
ples (x =0.003). The single-particle gap is, within
weak-coupling mean-field theory, linearly related to the
transition temperature, implying that the doping pro-
duces an equally small change (~10%) in the gap. Also,
the dc-resistance curves for the materials are almost in-
distinguishable (see Fig. 1). That o(T) is determined by
the gap below T, also suggests that A is only weakly
affected by the impurities. In the theories of the CDW
excitation spectrum,’? the effective mass is proportional
to the square of the single-particle gap [see Eq. (22)], a re-
sult supported by our earlier work.!! The change in
effective mass, or equivalently the integrated spectral
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weight, is therefore approximately 20%. This produces
an additional constraint on the fit pararmeters, i.e. one ex-
pects that

O ax/T=ne?/m* = const , (24)

where, in practice, the approximation as a constant is ac-
curate to well within the 20% estimated above. The fits
to Egs. (23a) and (23b), with this additional constraint,
are then accurately evaluated at the larger impurity con-
centrations.

Several conclusions can be drawn concerning the con-
centration dependence of the fundamental parameters of
the problem, even without knowledge of the impurity
concentration. First, the pinning is due to impurities
and, except for the nominally pure specimens, pinning by
grain boundaries, by contacts or by the surface of the
specimens, does not play a significant role. Because of
the absence of detailed information on the actual impuri-
ty concentration, we are not able to rigorously distin-
guish between the weak- and strong-impurity-pinning
limits. We have performed an analysis, such as that
presented before for the T =150 K data, at different tem-
peratures, leading to the temperature dependence of the
parameters wo/2m and (2wr)”! and o, /ogrr (RT
denotes room temperature.) These results are displayed
in Figs. 14 and 15 in the temperature range where the
harmonic-oscillator fit provides an appropriate descrip-
tion of the experimental results.

In general, the pinning frequency increases with in-
creasing impurity concentration at all temperatures,
confirming the importance of impurity pinning TaS;.
Figure 16 plots the pinning frequency versus impurity
concentration at selected temperatures. It appears, how-
ever, that the data cannot be simply described by the ex-
pression
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FIG. 14. Temperature dependence of the pinning frequency
@ in nominally pure and alloyed TaS; specimens.
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FIG. 15. Temperature dependence of the relaxation rate
(27r7)”" and maximum conductivity Reo(w=w,) in nominally
pure and alloyed TaS; specimens.

wo=A(T)f (x), (25)

with f(x)~xY (with ¢ also depending on the impurity
concentration), as would be required for a pinning fre-
quency determined entirely by this type of impurity even
for the nominally pure specimen. The data can be better
represented by
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FIG. 16. Concentration dependence of the pinning frequency
@, at two different temperatures, 7 =150 and 90 K.
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wy=agy(pure)+Bx , (26)

with B =500 GHz/at. %. Equation (26) suggests that the
parameter B is determined by the choice of impurities,
that B is weakly temperature dependent, and wg(pure) is
of different origin. In the absence of the detailed studies
of wy(pure) as the function of sample size or preparation
conditions, it is impossible to locate the origin of the pin-
ning frequency in the pure specimen. There may, howev-
er, be other types of microscopic disorder, such as vacan-
cies or impurities, that do not match the valence of tan-
talum and contribute a pinning potential with a different
temperature dependence. In nominally pure TaS;, com-
mensurability, grain boundaries, or surfaces may be re-
sponsible for the pinning.

Figure 15 shows that, within experimental error, the
damping is independent of the impurity concentration,
and, to a first approximation, it can be written as

1 - A +BT", (27

27T
with n~1, A =85 GHz, B =0.3 GHz/K. Because of a
weak temperature dependence and large residual resistivi-
ty, we cannot exclude a higher exponential n and a
weakly-concentration-dependent B. Equation (27), how-
ever, is surprising and is unaccounted for at present.
First, although the temperature-dependent term can be
thought of as caused by the interaction of the collective
mode with the uncondensed electrons and/or with the
phonons, both mechanisms lead to temperature depen-
dence stronger than that given by the nearly linear depen-
dence found experimentally. We cannot exclude a T2
t~mperature dependence on the basis of the experimental
data, a finding in agreement with the predictions of Taka-
da et al.®' [Eq. (21)]. As discussed elsewhere, the nu-
merical estimates of B are an order of magnitude smaller
than the measured value of B. The large “residual damp-
ing” [27r(T =0)]"! is also difficult to understand. For
damping due to phonons, or normal electrons
1/277(T =0)=0, the damping goes to zero at zero tem-
perature, and for a damping determined by impurities,
1/2m7 should increase with increasing impurity concen-
tration. The highly unusual residual damping, which we
found to be independent of the impurity concentration, is
unexplained at present and will be discussed in more de-
tail below.

Figures 9-13 clearly show that the fits are qualitative
in nature. The actual line shape departs from the
harmonic-oscillator fit significantly. As discussed earlier,
the deviation is explained at higher temperatures in the
nominally pure material by including a distribution of
resonant frequencies,

1o, o<,

Plw)= (28)

0, v>w, .
The dashed line in Fig. 8 is deduced from such a distribu-
tion by convoluting it with a harmonic-oscillator complex
conductivity (see Ref. 16),

L0 ax

io+ro*—(0)?] )

o(@)= [ “do' P() 29)
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Figure 8(b) displays Imo(w) at the same temperature.
The positive Imo below @, and the negative Imo above
@, are again characteristic of a harmonic-oscillator
response. Because the fit to Eq. (23b) does not agree in
detail at low frequencies [just as with the fit to the real
part of the conductivity in Fig. 8(a)], we must use the
same distribution to obtain an accurate fit. The fits in-
cluding a distribution are excellent, as is clear from Fig.
8. Qualitatively, the distribution fit succeeds by broaden-
ing the resonance to lower frequencies. In contrast, the
deviations from Eq. (1) at lower temperatures or at higher
impurity concentrations require a sharpening of the lead-
ing edge of the resonance. The model presented in Ref. 5
is therefore clearly inadequate for describing the NB-
doped samples.

The impurity-pinning model has been extended®® re-
cently to include intrinsic damping of the CDW response.
Using the phase Hamiltonian [Eq. (14)] to derive the
impurity-pinning and elastic forces, one can replace the
phenomenological pinning term w3¢ in Eq. (1), leading to

d* , 1d d? ™ i
T b Vo Ssinlox ()

e

m*A
where ¢, is the phason velocity. The erroneous cosine in
Eq. (3) of Ref. 8 has been replaced with a sine. The above
expression may be approximately solved with a self-

consistent Born approximation,® leading to a frequency
dependent conductivity

E, @30

2
o) =it — 1 : 31
m* o'+io/7+32(w)
where 2(w) satisfies the self-consistent condition
) ia)g
3w)=—ywyt+ (32)

4o +io/r+3(w)]?

and where ¥y is a constant of order unity and
wo=n;a*"*cy. The third term in the denominator of Eq.
(31) has the role of introducing a frequency-dependent
damping that decreases as the frequency is increasing.
This term broadens the response at lower frequencies, but
remains close to harmonic-oscillator response at higher
frequencies, exactly as observed in nominally pure TaS;
(Ref. 2) (see Fig. 8) and NbSe;.!® In addition, Im(o) de-
creases relative to the harmonic-oscillator value at fre-
quencies below the maximum in Re(o). A frequency-
dependent conductivity with the opposite properties—a
broadening of Re(o) to higher frequencies and an in-
crease of Im(o) at frequencies below the maximum in
Re(o)—is not possible within this model when 1/7> w,.
The results in Figs. 9-13 are clearly in contrast to this
approach. In Fig. 13, for Taj 99sNbg 0,53, all the experi-
mental results are below the harmonic-oscillator fit [Eq.
(23a)] to Re(o) and above the harmonic-oscillator fit [Eq.
(23b)] to Im(o). Similar effects are observed at higher
temperatures (Figs. 11 and 12). The calculations of Ref.
8 are in the weak-pinning limit and imply that @, is pro-
portional to n}’3. This implication is in disagreement
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with Fig. 16 and Eq. (26), where the pinning frequency is
linear in the impurity concentration.

Clearly, a theory involving an intrinsic damping and
strong rather than weak impurity pinning may be useful
in further interpretation of these experimental results.

Bardeen’ has proposed an alternate approach to de-
scribe the dynamics. In this model the frequency-
dependent conductivity arises from excitations across a
pinning gap. Taken at face value, this model would im-
ply a sharp onset of frequency-dependent conduction, just
as observed at lower temperatures on the leading edge of
the doped-sample resonance. A functional form for fits in
the inertial regime has not been proposed for the tunnel-
ing model, so the agreement is only qualitative.

Quantum models would possibly explain an additional
feature of the results. The damping of a dynamical
response is usually described as arising from impurities or
intrinsic excitations of the pure crystal. Here, however,
we have a very weak temperature dependence of the
linewidth, 1/7 (see Fig. 15), only partially in agreement
with the phonon-scattering mode, Eq. (21). Figure 15
shows that the linewidth is also weakly impurity depen-
dent, in clear disagreement with impurity scattering.
Another linewidth mechanism, common in semiconduc-
tor spectroscopy, is a bandwidth where quantum fluctua-
tions produce a.single electron absorption line that is
broad at zero temperture in an impurity-free sample. Al-
though a theory of this type is not available, we note that
the quantum-fluctuation energy scale for an arbitrary sys-
tem is given by

h 2
T 2MA?

where M is the particle mass and A is the separation be-
tween particles. For metals M ~m, and A is a few
angstroms, leading to ~5-eV bandwidths. In the CDW
case we take M =2m*, the bipolaron mass, and A to be
the CDW wavelength (the bipolaron separation). We
evaluate this at 7=150 K with m*=940m,, A=13.4
;\,33 and express the result as a frequency, v=E /h =107
GHz. The close agreement between v and the experimen-
tal value of the linewidth, (277)” !, combined with the
weak impurity dependence and weak temperature depen-
dence, lead us conclude that quantum concepts may be
necessary to describe the dynamics of the CDW.

Finally, we compare the measured pinning frequency
with the measured low-frequency dielectric constant and
with the measured threshold field E;. Others have inves-
tigated both on specimens from the same preparation
batch on which our experiments were conducted. The
low-frequency dielectric-constant experiments were con-
ducted at w/2m=1 MHz, a frequency significantly small-
er than w, The dielectric constant displays a weak fre-
quency dependence at w <<, in contrast to the predic-
tion of Egs. (23a) and (23b), and therefore €(1 MHz) can-
not be regarded as the true e(w—0) limit. Consequently,
the arguments based on the low-frequency dielectric con-
stant have only a semiquantitative significance. Figure 17
displays all three parameters, @, €(w—0)"1/2, and E}?,
measured at =150 K as the function of the nominal Nb
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FIG. 17. Concentration dependence of w,, [e(1 MHz)]~!/2
and E}? at T=150 K.

concentration. Both in the strong pinning limit and in
the weak pinning limit [see Egs. (16) and (17)], both E,
and € (w=0) are proportional to w(z), and this is
confirmed by the experimental results. The numerical es-
timates of € and E are, however, in clear disagreement
with the experimentally found parameters. As a is close
to 1, both the weak and strong-impurity-pinning limits
give the same order-of magnitude values for € and E;.
For the pure material using m*=940m,, n =6.5X 1021/
cm’, B=1, A=4a,=12 A, and w,/27~8 GHz leads to
e(w=0)=9X10° and E;=20 V/cm, in contrast to the
measured values of e(1 MHz)=4X10" and E;=0.2
V/cm. The disagreement in the case of e(w=0) is easily
explained by the unusual shape of the resonance, where
the tail extending to low frequencies adds substantially to
the dielectric constant at lower frequencies. In addition,
the resonant frequency is not clearly defined for an over-
damped resonance, and a value wy=4 GHz leads to ex-
cellent agreement with e(1 MHz) without compromising
the high-frequency fits.>

The difference between the experimental values of E
and those predicted by Eq. (16) is more substantial. The
arguments leading to Eq. (16) assume that a displacement
of the CDW by a length A /4 is necessary to achieve de-
pinning. That experiment and theory differ by a factor of
100 could imply that the phase displacement necessary to
achieve a sliding CDW is of order 1°. This finding is in
agreement with nuclear-magnetic-resonance studies®* of
sliding CDW’s in NbSe; that establish that the phase is
typically advanced by a few degrees at E;. An alternate
explanation for the discrepancy in E; is that the non-
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linear conduction is associated not with the microwave
resonance, but with the spectral weight extending to low
frequencies. The effective w, is then much smaller, im-
plying a lower E;. This possibility is supported by exper-
iments in several materials which show that the limiting
nonlinear conductivity is activated® and the activation
energy is approximately equal to the activation energy of
the low-frequency conduction.

The above analysis strongly suggests that the main res-
onance, which appears in the millimeter-wave spectral
range, is not simply related through a single-degree-of-
freedom dynamics to the low-frequency and dc proper-
ties. The large low-frequency dielectric constant indi-
cates a large low-frequency spectral weight, which also
has a strong temperature dependence at low tempera-
tures. Figure 18 shows the temperature dependence of
the two parameters. Both e(1 MHz) and E; display a
characteristic temperature dependence that has been dis-
cussed earlier in the literature. In contrast to the
double-peaked € and corresponding E(T) that has two
minima, @, displays monotonic rise with decreasing tem-
perature. Although we do not understand wy(T) and the
increasing pinning forces with decreasing temperature,
Fig. 18 obviously shows that @, is not simply related to
€(1 MHz) and E7.

V. CONCLUSIONS

We have studied the pinned CDW mode in
(Ta;_,Nb,)S; alloys in the millimeter-wave spectral
range. At high temperatures, 100 K<T <T,, the
response can be approximately described by a harmonic
~scillator [Eq. (1)] with a pinning frequency w,, effective
mass m*, and damping constant 1/7. A distribution of
pinning frequencies, which has been used to describe the
experimental results in nominally pure TaS;, does not ap-
pear to be important in the alloys.

In agreement with theoretical expectation, we find that
the pinning frequency increases with increasing impurity
content, with the frequency increasing approximately
linearly with nominal impurity concentration. The tem-
perature and concentration dependence of w, is well de-
scribed by Eq. (26), which suggests that impurities intro-
duce an additional temperature-independent contribution
to the restoring force, with w, in the nominally pure ma-
terial being strongly temperature dependent. This tem-
perature dependence has not been explained. Arguments
advanced by Maki’¢ for the behavior of the threshold
field may be relevant also for the pinning frequency.

The damping that characterizes the high-frequency
(0> wg) response of the pinned CDW condensate does
not, within experimental error, depend on the impurity
concentration and appears to be of intristic origin. The
scattering of the collective mode from uncondensed elec-
trons, phasons, or phonons depends on the density of the
scatters, which should rapidly decrease as the tempera-
ture is lowered. The weak temperature dependence of the
damping or linewidth must then be explained by more
complex models, possibly including quantum effects,
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FIG. 18. Temperature dependence of the pinning frequency
@y, dielectric constant (1 MHz), and threshold field E; in nom-
inally pure TaS;.

which are not yet available.

We have also attempted to relate the pinning frequency
o, to the low-frequency (w/27=1 MHz) dielectric con-
stant and the threshold field E for the onset of nonlinear
conduction. Simple arguments, based on the depinning
of the collective mode as a rigid entity, lead, however, to
€(1 MHz), which is orders of magnitude smaller, and to
E, which is orders of magnitude larger, than the mea-
sured values. It is evident from the analysis that the
low-frequency, and also low-field, response of CDW’s is
dramatically different from a single-degree-of-freedom
classical dynamics. Others have suggested that tunneling
effects’ or internal distortions’ with normal electron
screening are responsible for the low-frequency behavior
of the pinned CDW condensates.
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