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Abstract. We present a general model of disorder in Kondo alloys that, under certain
conditions, leads to non-Fermi-liquid behaviour. The central underlying idea is the presence
of a distribution of local Kondo temperature scales. If this distribution is broad enough, such
that there are sites with arbitrarily low Kondo temperatures, a non-Fermi-liquid phase is formed.
We analyse thermodynamics and transport in this approach and show it is consistent with a
number of Kondo alloys. We also compare the predictions of this model with the measured
dynamical magnetic response of these systems.

1. Introduction

Since its introduction by Landau in 1956, the Fermi-liquid paradigm has been the most
robust stepping-stone of the theory of metals [1]. Its central assumption is the existence of
a one-to-one correspondence between the excitations of a free Fermi gas and an interacting
fermionic system. Even though originally formulated to explain the behaviour of a neutral
Fermi system YHe), it has formed the basis of much of our understanding of what goes
on in metallic systems. It lies behind such successful theories as Migdal’s electron—phonon
theory and provides the background upon which instabilities such as superconductivity can
be understood. It has proved to be a valuable guide in the analysis of even very strongly
correlated systems, such as some of the heavy-fermion metals, where the theory seems to
survive the most extreme circumstances, with enormous renormalizations in the quasipatrticle
effective mass.

The very idea of a correspondence between the low-lying excitations of an interacting
system and those of a reference one has proved more general than the original strict
application envisioned by Landau. Indeed, this principle of ‘adiabatic continuity’ [2] can
be found in very diverse situations with very different and sometimes non-trivial reference
systems. For example, in the so-called Fermi-liquid theory of the Kondo or Anderson
impurity problem, the reference system is a non-interacting scattering centre embedded in
a free Fermi sea [3, 4]. Other examples include superfiidd [5], atomic nuclei [6]
and interacting disordered metals [7]. The corresponding reference systems, in these latter
cases, are the BCS model of pairing, a shell model of the nucleus and a model of diffusive
electrons in a random potential, respectively.
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Given this operational definition of a Fermi liquid, the question of whether a particular
system behaves as a Fermi liquid or not can be a rather delicate one. It is necessary first
to determine what is a natural reference system for a particular compound and then find
out whether the compound can fit a description which is adiabatically connected to the
reference one. We cannot overemphasize the fact that this is not always a straightforward
task. Daunting as the task may be, researchers have nonetheless developed rules of thumb
to classify various systems as non-Fermi liquids. One such commonly used criterion is a
resistivity which depends linearly on the temperature at low temperatures, a result certainly
inconsistent with a clean Fermi liquid. However, helpful as these empirical tests are, as
a matter of scientific rigour, we must stress that the classification of a certain system as
a non-Fermi liquid often involves careful cross-checking between experiment and theory.
This is particularly critical when the system is disordered. With these caveats in mind, we
can proceed to consider the question of non-Fermi-liquid behaviour.

In recent years, a growing number of metallic compounds have come to be known
as counter-examples to the old Fermi-liquid paradigm. This is usually taken to mean
that the adiabatic continuity hypothesis appears to break ddwme assumes the most
natural reference system for the system under stddys has been perhaps most strongly
emphasized in the case of the higheuprate superconductors [8], where Landau’s original
Fermi-liquid theory is unexpectedly violated in the normal state. In addition, some heavy-
fermion systems have also been discovered which do not seem to fit the general picture of
a Fermi liquid [9, 10]. The bulk of this evidence has in effect turned the study of non-
Fermi-liquid behaviour into an independent frontier area of research whose ramifications
can only be dimly glimpsed. The main goal is to determihe possible routesowards
the breakdown of Fermi-liquid theory and to classify what new low-lying excitations are
present in these systems.

Among the non-Fermi-liquid candidates, some should be classified as belonging
to the heavy-fermion family. This is taken to mean, in this context, that for some
range of composition or for certain values of external parameters—such as pressure
or magnetic field—these compounds show typical heavy-fermion physics with high-
temperature incoherent Kondo behaviour accompanied by the formation of a low-
temperature heavy Fermi liquid, with or without magnetic or superconducting order [11].
However, for the more interesting values of these parameters, their behaviour is not that of
a Fermi liquid.

Some of the heavy-fermion non-Fermi-liquid metals have been convincingly associated
with the proximity to a quantum critical point. These are the alloy GeCAu, [12] and
the compound CeR8i, [13]. Both systems show antiferromagnetism: CgGiu, for
x > 0.1 and CePgbSi, for pressure® < 26 kbar. At the critical values of these parameters,
the Neel temperaturdy vanishes and the behaviour of the system appears to be governed
by the zero-temperature critical point. The anomalous non-Fermi-liquid behaviour of these
compounds is exemplified by the resistivity which is givendy pg+ AT in CeCls9AuUg 1
and asp ~ pg+ BT1? in CePgSi, at P = 26 kbar. In the latter case, the non-Fermi-liquid
behaviour is interrupted by what appears to be a phase transition into a superconducting
state atT, ~ 0.4 K. The thermodynamic response of CeGhiug; is also anomalous with
the specific hea€ /T ~ aIn(T/Tp) and x ~ xo(1 — a+/T). In addition, external pressure
can suppres%y to zero in CeCyl7AuUg3 and the anomalous behaviour associated with the
guantum critical point can be recovered. Though the non-Fermi-liquid behaviour can be
reasonably ascribed to the proximity of a quantum critical point, a complete theory does
not yet seem to exist [14].

In contrast to the latter compounds, a series of other alloys also seems to show
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characteristic non-Fermi-liquid behaviour which cannot be clearly associated with quantum
criticality. A partial list of these is given in table 1, together with their corresponding
resistivity, specific heat and magnetic susceptibility (see also references [9, 10]). All of
them show anomalous thermodynamic and transport properties incompatible with a Fermi-
liquid description.

Table 1. Heavy-fermion alloys which exhibit non-Fermi-liquid behaviour not obviously ascribed
to the proximity to a quantum critical point and their properties. He(&)) is the DC resistivity,
C(T) is the specific heaty (T) is the magnetic susceptibility and/d(w) is the frequency-
dependent scattering rate. Below,> 0 andwg > 0.

Compounds o(T) c(T)T x(T) 1/t (w)(T =0)
UCus_,Pd, [15, 16] po— AT aln(To/T) aln(To/T) (1/70)(1 — w/wo)
M1 U,P&k (M = Sc, Y) [17, 18] po — AT aln(To/T)  AT03 (1/70)(1 — w/wo)
La;_,Ce,Cu2Si; [19] po — AT aln(To/T) aln(To/T) —

U1 ThePcbAl3 [9, 20] po— AT aln(To/T)  x0—AVT  (1/10)(1 — w/wo)
Ce_,Th,RhSb [21] — aln(To/T) — —

U, Th;_M3,Si; (M = Ru, Pt, Pd) [22] po+AInT aln(To/T) aln(To/T) —

There are a few scenarios that have been proposed to try to explain this anomalous
behaviour. Some rely on the existence of a critical poinf'at 0 [14]. Though these
theories should be relevant to the cases of Ge@Au, and CePgSi, alluded to above, the
alloys in table 1 are not obviously close to a phase boundary.

On the other hand, other proposals have focused on a local approach to the non-
Fermi-liquid physics. These include exotic impurity models governed by a non-Fermi-
liquid fixed point such as the quadrupolar Kondo model and various multi-channel Kondo
models [23, 24]. These are largely based on the anomalous behaviour of a dilute system
of such impurities. The inclusion of lattice effects presents an additional challenge that
has only recently started to be addressed [25]. Another proposed route to non-Fermi-liquid
behaviour has been to consider the competition between local charge and spin fluctuations
[26]. It is quite possible, perhaps even likely, that the origin of the anomalous behaviour
is different for different systems. We mention, in particular, the case of the last entry of
table 1, UTh;_,M5Si; (M = Ru, Pt, Pd), whose description as a dilute system of magnetic
two-channel impurities [23] in reference [22] appears to be fairly good.

The fact that the systems in table 1 are all disordered alloys immediately poses the
guestion of the role of disorder in the formation of the non-Fermi-liquid state. Furthermore,
recalling our operational definition of a Fermi liquid, one must not neglect the fact that the
reference system in this case is almost certambjisordered oneThe behaviour of local
moments in disordered systems has been considered in past studies [27-29].

In this paper, we will focus on the first alloy of the table, WUC{Pd,. The accumulated
experimental data on this system have suggested to us that a model of disorder in f-electron
systems is able to account for its anomalous behaviour. Of paramount importance to this
conclusion was the Cu NMR study of reference [30], which detected a large inhomogeneous
broadening of the NMR line, attributable to microscopic disorder. It is the goal of this paper
to present a scenario in which a non-Fermi-liquid state is generated as a consequence of
the interplay of disorder and strong correlations [31]. This theory provides a consistent
way of understanding the non-Fermi-liquid anomalies in both transport and thermodynamic
properties based on a single underlying mechanism. The central idea of this theory is that
moderate bare disorder in a lattice model of localized moments is magnified due to the
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strong local correlations between the moments and the conduction electrons. In particular,
a broad distribution of local energy scales (Kondo temperatures) is generated [29]. A few
local sites with very small Kondo temperatures argjuenchedat low temperatures and
dominate the thermodynamics and transport, forming a dilute gas of low-lying excitations
above the disordered metallic ground state. The presence of timegrenchednoments

leads to the formation of a non-Fermi-liquid phase. While we think thatdJ(Rd, (x = 1

andx = 1.5) provides the best candidate system to exhibit such a phase to this date, we
expect this type of behaviour to be seen in other Kondo alloys. Whether the other alloys
in table 1 can be understood in this framework is not clear at this moment.

The outline of this paper is as follows. In section 2, we discuss the experimental work on
the UCu_,Pd, alloys which served as the motivation for this study, emphasizing the most
important underlying physical ideas. In section 3, we present the model and our dynamical
mean-field-theory approach to its solution. In section 4, we show the nature of the ground
state of the model in the clean as well as in the disordered limits. In section 5, we explain
the origin of the linear dependence on the temperature of the resistivity. In section 6, we
apply this disorder model to the description of the dynamical susceptibility and compare
the results with experiments on UCyPd,. Finally, we conclude with a discussion of the
limitations of our approach in section 7. In order to lighten the line of argument, a few
derivations are left to the appendices.

2. The experimental basis for the disorder model

The major reason for considering disorder as the possible origin of the anomalous behaviour
of the alloys of table 1 was the Cu NMR study reported in reference [30]. In this paper,
the Cu NMR field-swept powder pattern spectra of YGd, for x = 1 andx = 1.5 were
shown to exhibit strong inhomogeneous broadening that could only be explained by invoking
the presence of short-range disorder. A simple disorder model was then used to describe
both the broadening of the NMR line and the spin susceptibility and specific heat measured
in these samples. The model consisted of a collection of independent spins, mimicking
the uranium ions, each coupled to the conduction electron bath by a dimensionless Kondo
coupling constant = poJ, which was allowed to be randomly distributed in the samples.
These were supposed to mimic the local disorder induced by the Pd substitution in the
Cu ligand sites of the parent Ugwcompound and, for simplicity, were assumed to be
distributed according to a Gaussian. Assuming that the spins were completely uncorrelated,
the thermodynamic response was then calculated by taking an average over the response of a
single Kondo spin with the distribution of coupling constants. Since the physics of a single
Kondo spin is characterized by a single energy scale [3]—the Kondo temperature—the
important quantity in the averaging procedure is the distribution of Kondo temperatures.
The Kondo temperature is defined as

Tx = De Y+, (2.2)

Because of the exponential dependence on the coupling constahe corresponding
distribution of Kondo temperatures is skewed and considerably broadened. Figure 1 shows
the experimentally determined distributions of Kondo temperatures for both altoys1(

andx = 1.5). We first note that, due to the Jacobian in the definitio® ¢f ), it actually

diverges weakly agx — 0:
dx P[A(T,
P(Ty) = P[x(m]( ) LTl

dTx ) = Te(n(D/Tx))?" (22)
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Figure 1. Experimentally determined distributions of Kondo temperatures of the alloys
UCus_,Pd, with x = 1 (— — —) and 15 (— —-) (from reference [30]). The shaded area
below T represents the lowk spins which remain unquenched at that temperature. The upturn
at very low Tk s is not shown (see the text for a discussion).

However, for the distributions determined experimentally for CBd, (x = 1 and
x = 1.5) and shown in figure 1, the point at whidTx) shows an upturn and starts to
diverge occurs at very low temperature®; ~ 2.4 K (x = 1) and7Tx ~ 0.8 K (x = 1.5),
which can hardly be distinguished on the scale of figure 1. None of the conclusions derived
from the use of the fullP(Tx) below depends on this small diverging tak long as one
does not probe into the low-temperature region below the upturn point.sbatead, as will
be shown below, the response of the system is dominated by the pAItTgH above the
upturn, which appears to be tending to a constant valu&as> 0. This means that there
are a finite number of spins with arbitrarily IoFk s in the sample, a feature that will be at
the root of the non-Fermi-liquid features. We have, therefore, chosen to deigh only
above the upturn point and will confine the analysis below to a distribution which tends to a
constant ag’x — 0. It remains an interesting possibility whether the effects of the Tgw-
divergence ofP(Tx) can be actually observed. On the other hand, it is also conceivable
that there is a physical infrared cut-off to P(1) (A, < 0.11 for both distributions). In
the absence of any experimental evidence for either possibility, we will focus on the more
relevant effect of the distribution of Kondo temperatures above the upturn.

From the solution of the single-impurity Kondo problem it is known that thermodynamic
guantities like the impurity spin susceptibility(7T) increase with decreasing temperature
in a Curie fashion, with logarithmic corrections [3]. However, at very low temperatures,
the Curie-like divergence is cut off and the susceptibility saturates to a constant value
proportional to the inverse Kondo temperature. The scale that separates the high-temperature
from the low-temperature region is the Kondo temperature. The impurity specific heat
divided by the temperatur€y (T)/T has a somewhat similar behaviour. The saturation at
the lowest temperatures is a consequence of the ‘disappearance’ of the free-spin response,
through the formation of a singlet ground state with the conduction electron bath, a process
generally known as ‘quenching’.

If we are measuring the thermodynamic properties at a certain finite tempefatinere
will always be uranium ions witlfx < T, which remain unquenched and whose contribution
dominates the overall response (the shaded area in figure 1). As the temperature is lowered,
the number of such spins decreases, as more and more of them become quenched. The
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thermodynamic behaviour of the disordered system is, therefore, dominated by the tails of
the distribution of Kondo temperatures, rather than by the average, a situation commonly
known as a Griffiths phase [32].

Since bothy (T) andCy(T)/T scale as the inverse Kondo temperaturd at 0, the
fact that P(Tx = 0) # 0 immediately implies that the leading behaviour of the averaged
guantity is a logarithmic divergence. Indeed, consider, for example, the susceptibility

1 T
Ty x — f{ — 2.
xmer(o) 23
where the asymptotic forms gf(x) are known [3]:
o — Bx? r<k1
~ 2.4
70 y<1—1> x> 1 @9
X Inx

wherea, 8 andy are universal numbers. To find the leading low-temperature behaviour it
is sufficient to use the first term iR (Tx) = Py + P.Tx + - - -. Therefore, if(- - )& denotes
the average over the distribution of Kondo temperatures,

(x (1) /

0

> dT, T M7 d
Ll P(TK>f(> ~ / =~ Pof/y) (2.5)

Tx Tx 0 y

where we cut off the integral by an arbitrary scélewvhich sets the region of validity of

the approximate form foP (Tx). From (2.4), it is clear that the lower limit of the integral

in (2.5) gives a regular contribution whereas the upper limit dominates:

/T
(x(T)HA ~ / d—y ozPoNaPoln(F). (2.6)
y T

A similar analysis holds foCy (T)/ T, with a similar divergence.

A caveat about the experimental situation is in order here. In the literature, one often
finds different power laws fitted to thermodynamic and transport properties of this and
other compounds. In the particular case of YGi#d,, one can findy (T) = xoT ", with
n = 0.27+ 0.03 [15], n = 0.25 [9] andn = 1/3 [24, 33]. It is not always clear what
temperature range was used in the fits. In the case of reference [24],=th&/3 power
law is argued to be valid in an intermediate range of temperatures (between 20 and 300 K).
Besides, there is a small sample dependence to these quantities and, in the case of the
susceptibility, the magnetic field strength used in the measurement can have an important
effect [30]. We feel that all these aspects should be carefully considered when trying to
determine the temperature dependence.

It is important to notice that the distribution of Kondo temperatures reported in
reference [30], which is nearly featureless at Idy, gives a logarithmic divergence
in x(T) and Cy(T)/T as theleading low-temperature behaviour. In the fits shown in
reference [30], there are clear deviations from this leading behaviour at intermediate and
higher temperatures. We point out that power-law behaviour could be inferred from the
analysis of a narrow window of temperatures. What gives us particular confidence in the
disorder model is the fact that a full theoretical curve, with the added complication of a
finite magnetic field, can be well fitted to the experiments. On the other hand, it is not clear
how changes in the specific form of the distribution function used would affect the quality
of the fit in the intermediate and high-temperature regions.

Finally, for completeness, we have plotted in figure 2 the Wilson ratio
(Rw = Tx(T)/Cy(T)) prediction in the disorder model as a function of temperature.
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Figure 2. The Wilson ratio as a function of temperature as predicted by the disorder model for
the cases wher@(Tx = 0) # 0 (——) andP(Tx = 0) = 0 (— — —). Note how the latter tends
to the universal zero-temperature value of 2.

When P(0) = 0, the Wilson ratio tends to its universal value of 2 whHeén- 0, which is
consistent with the Fermi-liquid prediction. Wheh(0) £ 0, the Wilson ratio appears to

tend to a different value for a wide range of temperatures. This can be understood from
(2.6). Because the scal® which enters this equation, depends on the details of the full
scaling curve, it is going to be, in general, different fpf7') as compared t&€y (T)/T.

Though the scale is asymptotically irrelevant wi¥ens> I", because of the slow logarithmic
dependence, it takes a temperature that is too low for one to be able to observe the asymptotic
behaviour.

We point out that one feature which distinguishes the alloy $JCRd, from the other
alloys in table 1 is the nature of the doping. In the former case, the f sublattice remains
unchanged and substitutions are introduced in the ligand sites. In the other cases, the doping
is performed directly in the f sites. It is apparent that ligand site substitution will affect the
hybridization matrix elemen¥ of an Anderson model description and that will probably be
the primary effect (see section 3 for a discussion of the disordered Anderson lattice model).
It is less certain what kind of effect such substitution will have on the f-site enErgy
Moreover, lattice microstrains should also be reflected in the hybridization amplitude
This is probably what happens in UgRd, which could be stoichiometric and indeed appears
to be so according the x-rays, but whose broad NMR lines give unequivocal evidence of
disorder. On the other hand, f-site replacements can be mimicked by a different f-site
energyE’/ (E/ — 400, when the substitutional ion is a non-magnetic ‘Kondo hole’) and,
presumably, a different hybridizatiovi. In the interest of generality, and in the absence
of a better understanding of the nature of the disorder, we will consider in this patter
E’- and V-disorder. What should be emphasized, however, is the factulmatever the
microscopic origin of the disordeilits observable consequences will always depend only
on the distribution of Kondo temperaturéyTx), for it is these scales which govern the
measured responses. In other words, almost all of the information that can be obtained
experimentally about the disorder will be filtered throuBti7y).

Therefore, the main conclusion of reference [30] was that a simple model of Kondo
disorder is able to account for the NMR line broadening as well as the anomalous
thermodynamic response of the alloys studied. This simple model relied on the assumption
that the correlations between the Kondo spins could be neglected, though they form
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a concentrated lattice in these alloys. Past studies of heavy-fermion systems, both
experimental [34] and theoretical [35], give us confidence that this may not be a bad
approximation for thermodynamic quantities (see also the appendix C). However, it is well
known that transport igery different in dilute Kondo systems as opposed to concentrated
Kondo lattices. The so-called onset of coherence in the clean, concentrated case is
the most dramatic example. It is characterized by rather large resistivities at high and
intermediate temperatures, a consequence of strong incoherent Kondo scattering off the
localized moments, which is then followed by a precipitous fall by some orders of magnitude
at the lowest temperatures. At very low temperatures, the system can then be characterized as
a good metal. This low-temperature coherence is a consequence of translational invariance
and Bloch’s theorem in the ordered lattice system. We will, therefore, address the question
of whether a single unifying approach to the disorder problem, sensitive enough to the
formation of a coherent state in the clean limit, is able to be formulated. We will answer
the latter question in the affirmative and will thereby show that the same mechanism that
leads to diverging thermodynamic properties at [Bw-the presence of spins with arbitrarily

low Txs—will also predict a resistivity which iinear in T, as observed in many non-
Fermi-liquid heavy-fermion alloys.

3. The disordered Anderson lattice model and the dynamical mean-field-theory
equations

In order to consider the interplay of disorder and local moment behaviour we will focus our
attention on a model of disordered Anderson lattices. We will be guided by the series of
alloys listed in table 1. In the spirit of previous works on heavy-fermion systems we will
assume that the f-electron sites can be described by simplified non-degenerate Anderson
impurities hybridized with a single broad uncorrelated band of conduction electrons:

H= kZ €(k)CyCry + D] [ Fig + D (Vi) fig +HO + U Y npjingsy (3.1)
o jo Jjo J

where,cy, destroys a conduction electron with momentkrand spino from a band with
dispersiore (k) and half-bandwidthD, and f;, destroys an f electron at sifewith spino.
SinceU is generally the largest energy scale in typical f-shell parameters it will be taken
to infinity in this paper.

The important thing to notice in (3.1) is that, unlike in the usual periodic Anderson
model, the local f-shell parameterEjf and V; are taken here to be random numbers
distributed, in general, according to two different distributioRgE/) and P»(V). As
explained before, in the absence of a more detailed understanding of the microscopic nature
of the disorder in these systems, one should tBk& /) and P»(V) to be, in principle, of
the most general form. Note, however, that we witit assume the disorder widths to be
too large. For instance, the NMR study of reference [30] suggests bare distribution widths
to be around 20% of their average values. However, as we will see, correlation effects will
themselves generate larg&ectivedisorder. In practice, we have considered Gaussian and
uniform distributions. Disorder in the conduction electron band, though certainly present in
these alloys, is not subject to these correlation-induced renormalizations and has therefore
been neglected in our treatment. Despite these simplifications, we believe that the model in
(3.1) captures the essential ingredients relevant to the study of disorder in Kondo alloys.

Some previous studies of disordered Anderson or Kondo lattices have been reported
in the literature. We mention, in particular, the early work oBdeové, who employed a
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slave-boson approach [36]. More recently, other studies of the effect of disorder in these
model systems have appeared [37, 38].

In order to make progress, we have applied the dynamical mean-field theory of
correlations and disorder to the Hamiltonian of (3.1) [39—-41]. The derivation of the
dynamical mean-field theory is most easily accomplished on a Bethe lattice and we will
focus on this class of models. In this case, the conduction electron density of states acquires
a simple semicircular form. The solution of the full lattice problem then reduces to the
solution of anensemblef impurity problems supplemented by a self-consistency condition
on the conduction electron Green’s function [41]. More precisely, the impurity problem
action for a random sitg is given, on the Matsubara frequency axis, by

S =T [f] (o) (—iw, + Ef + VEAGw) £, (i0n)] (3-2)
where the infinitet/ constraint is implied and

. 1
Allw,) = - — . .
iw, + o — 12G (iw,)

(3.3)

Here, ¢ is the conduction electron hopping matrix element ahdw) is the disorder-
averaged local conduction electron Green'’s function. Note Ml{ab,) is the hybridization
function of the conduction electrons which is ‘seen’ by each local f site. Therefore, it
corresponds to the local conduction electron Green’s function with one f site removed. This
is the so-called ‘cavity’ Green’s function [41].

The self-consistency condition determin@s(w) through

- 1 av
G.iw,) = — 3.4
(lw ) <iwn + n = tZGC(iwn) - q)j(iwn)> ( )

where

V-2
P (iw,) = S . (3.5
! iw, — Ejf - E}Tp(iwn)

Here,{(...)® denotes the average over disorder defined by the distribution fund?igis)

and P,(V). E}Tp(iwn) is the f-electron self-energy derived from the impurity model of
(3.2). This is explicitly defined by

=P (w,) = o, — Ef — VAA(iw,) — G (iw,) (3.6)
where the f-electron Green'’s function is given by
GiP(r) = —(Tf; () £l ()™
imp . B imp iw.T (37)
Gy (iwy) =/O dr Gy; (r)gn".

Here, we have used..);"™ to denote the quantum mechanical/thermal average under the
action of (3.2).

Once the problem defined by (3.2)—(3.7) has been solved, the conduction electron self-
energyX.(iw,) is obtained from

[ po(e) _ Y A
G (iw,) = de po(e) = - 1—(e/2t)°. (3.8)

2t Ia)n + n—€— Ec(ia)n)
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This self-energy is the important object for the calculation of the conductivity, which, in
the infinite-coordination limit, involves no vertex corrections [42]:

2 +00 400
o(w) = (Zte) / f fO) = LfU(V + ) po(€)A(e, v)A(e, v + w) (3.9

where f(v) is the Fermi function and we have introduced a lattice parametand the
correct dimensional factors appropriate for three dimensions. In (3®),w®) is the
conduction electron one-particle spectral density

1
The DC conductivity is then given by
2 2 400 400
opc = (&re) f dv (_8f>/ de po(e)A?(e, v). (3.12)
hra J_o /) J

This expression can be further simplified as shown in appendix A. To make contact with
the usual Drude formula for the DC conductivity it is useful to define the scattering time

+00 +00
= 1 / dv (—af)f de po(€)A2(e, v) (3.12)
o) J_oo v —o0
which reduces to the usual case whepy> 1/D:
1
— 1/D). A
T 2 imE.0) (t > 1/D) (3.13)

In appendix B, a formula which expresses the conduction electron self-energy in terms of
the disorder-averaged impurify-matrix is derived. This formula will be useful in section 5,
when we analyse the temperature dependence of the resistivity.

Thermodynamic properties within this approach are not drastically different from the
predictions of the simple disorder model of reference [30], discussed in section 2. Though
the self-consistently determined conduction electron density of states ‘seen’ by the f sites
(A(w)) can be substantially modified as compared to its free value, these modifications
only lead to a renormalized density of states, which is the quantity that ultimately enters
into the Kondo temperature expression. Once the renormalized density of states is given,
the prediction of the dynamical mean-field theory is essentially the same as that of the
simple disorder model of reference [30], the difference being negligible. We discuss the
thermodynamics properties in the dynamical mean-field theory in appendix C.

We would like to emphasize at this point what processes are included and what processes
are left out of this approach. When the interactibnis turned off, the treatment of
the disorder problem that is obtained is equivalent to the well-known coherent-potential
approximation (CPA) [43]. This approximation is known to give reliable results as long as
localization effects are negligible, since the conduction electron density-of-states fluctuations
are treated on average. This seems to be a safe approximation in the case of the alloys
of interest, where estimates based on the zero-temperature DC resistivityrgisze3—10.
However, the interplay of disorder fluctuations and correlations on the f sites is fully kept
in our treatment and, indeed, is at heart of the physics that will emerge. This is evident
from the fact that one needs to correctly solveeasemblef interacting impurity problems
in order to close the equations. Each member ofgehsembleof impurity problems has
an associated characteristic Kondo temperafiyrethus generating a distribution of local
Kondo scales [29]. The fluctuations associated with this distribution of Kondo temperatures
will be responsible for the anomalous low-temperature behaviour in the non-Fermi-liquid
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regime. Other processes which are left out of this essentially local approach are related
to the RKKY interaction between f sites mediated by the exchange of conduction electron
spin fluctuations. We will comment on the possible limitations of this approximation in
section 7.

4. The zero-temperature state

The most difficult part of solving (3.2)—(3.7) is solving the impurity problem. Let us consider
initially the clean case. Then, there is only one impurity model to be solved. Equations
(3.4) and (3.8) are then trivially solved and yiell (w) = ®(w). At low temperatures,

the impurity problem is governed by a Fermi-liquid fixed point [3, 4] am;ﬂp(w) can be
parametrized at low temperatures and energies as [44] ‘

=P () & a + bo + ic(@? + 1°T?) 4.1)
where,a, b andc¢ are constants. From this, it follows that

7V?2

)P ~ —
(@) w — & —ize(w? + w2T?)

(4.2)

where we have redefinedandb in terms of a renormalized f-level energy and a wave-
function renormalization factog. The first thing to notice in this expression is that at
T =0, X.(0) is real, leading to a purely real conduction electron self-energy in the pure
case. This is the hallmark of the low-temperature coherent transport of the clean system, a
consequence of translational invariance and a feature naturally incorporated in the dynamical
mean-field theory. Furthermore, the Fermi-liquid form of the impurity problem self-energy
ultimately leads to the Fermi-liquid behaviour of the conduction electron lattice self-energy.
In particular, the resistivity derived from (4.2) will exhibit a characterigtfclaw.

Let us now move on to the disordered case at zero temperature. We have employed
the slave-boson mean-field theory to solve #@msembleof impurity problems atl’ = 0
[35]. This theory is known to provide a good description of the infiditeAnderson
impurity model at temperatureE « Tx. It will also serve as a good starting point for
the understanding of the complete solution of our dynamical mean-field equations at an
arbitrary temperature. Details of the slave-boson treatment of the impurity problem are
given in appendix D. These solutions to ttlesemblef impurity problems were then used
in an iteration scheme to solve the full set (3.2)—(3.7).

Figure 3 shows the self-consistent solutionGg(w) in the clean case and figure 4
shows the corresponding ‘cavity’ Green’s functiariw). The only modification introduced
by the lattice of f sites to the conduction electron density of states is the appearance of a gap
centred around the renormalized f-level positign This is familiar from the slave-boson
large4V solution of the infinitet/ Anderson lattice [35]. The scale of the gap is given by
~r2V?/D, which is the Kondo temperature scale. The important feature of the imaginary
part of the ‘cavity’ Green'’s functiom (w) is the appearance of a delta function at the centre
of the gapes, which corresponds to the removal of one f site.

The presence of disorder introduces important changes in these structures at the scales
given by the range of Kondo temperatures produced as a consequence of the distribution of
local f parameters. These are defined here as

Tis = /(6] — 8,0+ (3/(0)? 3)



9882 E Miranda et al

2.5 ' 1 2.5 v T
@ ®)

1.5

1.5 f 1
05} 1
-0.5

05} b
-1.5 b

-0.5 . : -2.5 t .

-2 -1 1 2 -2 -1 1 2
(o) ®

Figure 3. (a) Imaginary and (b) real parts of the conduction electron local Green’s function
as a function of frequency & = 0. The parameters used wer® = 1, V = 0.1, u = 0,
E/ = —0.05, and there is no disorder.
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Figure 4. (a) Imaginary and (b) real parts of the conduction electron ‘cavity’ Green’s function
A(w) (see (3.3)) as a function of frequency At= 0. The parameters used wer® = 1,
V =0.1, 4 =0, E/ = —0.05, and there is no disorder.

where A,(w) = rJ.ZVJ.ZA(a)) and we are denoting real and imaginary parts by single and
double primes, respectively. In the Kondo limit, they acquire the familiar form

Tx; — Dexp(E] /(2poV})) (4.4)

wherepp = A”(0)/7. Figure 5 shows a typical distribution of Kondo temperatures from

a fully self-consistent solution of the zero-temperature problem. For comparison, we have
also plotted theP (Tx) used in the fit to the susceptibility of UgRd in reference [30]. The
self-consistent distribution has a structure very similar to the experimentally determined
one.

These modifications are illustrated in figures 6, 7 and 8, which show the influence
of various amounts of disorder on the gap structureGpfw) and A(w). Only the low-
energy region is shown since that is the only region that is strongly influenced by the
introduction of disorder. It is clear from figure 6 that sufficient disorder can close the gap
in the conduction electron density of states. Qualitatively, a distribution of Kondo energy
scales for theensembleof impurity problems will be reflected in a distribution of energy
gaps. Their sizes and positions are essentially determined lﬂy(;lsaandejf s, respectively,
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Figure 5. A typical distribution of Kondo temperatures obtained in the fully self-consistent
solution of the dynamical mean-field theory (——) and the distribution appropriate fopRLCu

from reference [30] (— ——). The distribution was a Gaussian and the parameters used were:
D=1 u=0, E =-1, (V% =017, Wy2 = 0.032. The upturn at very lowWks is not
shown.
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Figure 6. The imaginary part of the conduction electronFigure 7. The real part of the conduction electron
Green'’s function as a function of frequencylat= 0 for

different amounts of disorder in the/-parameter. A
uniform distribution was used with width# = 0.001

Green'’s function as a function of frequencylat= 0 for
different amounts of disorder in the/-parameter. A

uniform distribution was used with width® = 0.001
(—), W = 0.05 (---) andW = 0.15 (— — —).

(—), W =005 (---) andW = 0.15 (— — —).
The parameters used wer® = 1, V = 0.1, u» = 0, The same parameters were used as in figure 3.
(Efy = —0.05.

and sufficient disorder in their distributions will lead to an ultimate closing of the gap. In
the metallic regime being considered here, the disappearance of the gap does not lead to
dramatic effects, since the chemical potential lies away from the gap region. However, there
might be important consequences in the Kondo insulator or Anderson insulator regimes.
Corresponding modifications are also present in the real pais @) and A(w), as seen

in figures 7 and 8. The result is similar in the case whigfds uniform andV; is distributed,

since the relevant scales are the Kondo temperatures (4.4). However, due to the different
dependences dfy; on E/ and V;, their distributions will be quantitatively different and

will reflect differently on theTx;-distribution and consequently on the transport properties.
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Figure 8. The real part of the conduction electron ‘cavity’ Green'’s functiow) as a function
of frequency atT = 0 for different amounts of disorder in thE/-parameter. A uniform
distribution was used with widthy = 0.001 (——), W = 0.05 (- --) andW = 0.15

(— — —). The same parameters were used as in figure 3.

The central aspect of the interplay between disorder and correlationsishamcement
of the bare disorder by the local Kondo physics of the impugitgemble This can be quite
easily understood by an examination of the qualitative aspects of the solutibn=aD.
At zero temperature, onlyp;(0) enters into the calculation af.(0) or G.(0), either of
which, in turn, is enough for the calculation of the DC conductivity (see (3.11) or (A.3)).
As was emphasized before, given a certain distribution of the quandifiesquation (3.4)
corresponds to a CPA treatment of disorder in the conduction band, whedg shay the
role of scattering potential strengths. Interactions are important in determining the value
that these latter quantities acquire, given a self-averaged conduction electron bath through
A(w).
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Figure 9. The variation of the effective local scattering potential strenth) as a function of

v2 and Ef. Notice how®(0) varies on the scale of conduction electron paramet®@jsnpt on

the scale of local f parameters. The distributions used were Gaussian and the parameters were
D=1pu=0, (QE/ =-1,(V? =017, W,2 = 0.032, () V = 0.1, (E/) = —0.055 and

Wgr = 0.027.
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From the Fermi-liquid analysis, the zero-temperature, zero-energy fom(0j is real
and given by
2

®0)=-——" . (4.5)
! E/ +£™(0)
In the slave-boson mean-field theory, it is given by (see (D.11))
r2y2
?;(0) = -+ (4.6)
€
J

Now, in the Kondo limit|E/ | > poV? (E] < 0), it is easy to show from the mean-field
equations (D.7) and (D.8) that

;0 — (E] 1> poV}P, E] <0). 4.7)

A’(0)
The important point here is the fact that the impurity problem parameters have disappeared
from the local effective scattering potential strength and its scale is now given by the
conduction electron band scale. As can be seen from figure 8, the real part of the ‘cavity’
Green'’s function that enters (4.7) spans a wide range of values in the region close to the
chemical potential (here set to zero). Because of the distribution of local paramjéters
andr;, this whole region close tp will be probed by the different f sites ardl; (0) will

also vary. However, its variation will be on the conduction electron scale. Indeed, we have
plotted in figure 9 the variation ob; (0) for a given strength of disorder, in both cases of
randomEjfs and randon¥;s. It is clear that its distribution range i®t on the same scale

as the variation of local f parameters, which is very narrow, but rather, on the scale of
Therefore, the effective disorder seen by the conduction electrons is considerably enhanced
due to the local f-shell correlation effects.

0.4

0.0 : i
0.00 0.05 0.10

Width of E distribution

Figure 10. The scattering rate as a function of the width of the unifdgf+distribution. The
strong correlations in the f shell produce an enhanced effective disorder. The parameters used
were:D=1,4=0,V =01, (E/) = —0.05.

As a result of this enhancement effect, large resistivities can be generated even though
the range of variation of the f-shell parameters is very narrow. This is illustrated in
figure 10, where the scattering rat¢rl as given from (3.12), is plotted as a function
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of the width of the uniformE/ -distribution. It is clear that modest amounts of disorder
in E/ produce rather substantial scattering rates. Thus, although the clean system exhibits
coherent transport at oW, the introduction of a small amount of f-site disorder leads
to the destruction of these coherence effect3ualitatively, once the lattice effects of
coherence are destroyed by sufficient disorder, the resistivity as a function of temperature
will then resemble the independent Kondo impurity results, with its characteristic decreasing
resistivity with increasing temperature. This point was nicely illustrated in a recent study
[38] of binary alloy disorder in the Anderson lattice, which relies on a similar treatment
of correlations and disorder. Furthermore, several doping studies of heavy-fermion systems
seem to bear out the above picture [34].

We summarize now the two major results of the study of disorder discussed in this
section.

e Due to the local Kondo physics at each f site, #ftectivedisorder generated from a
bare distribution of local f-shell parameters is strongly renormalized up to scales of the
order of the conduction electron bandwidth.

o Although the clean system has low resistivities due to the onset of coherence At low
moderate amounts of f-shell disorder are capable of destroying thig leeherence,
leading to characteristic incoherent Kondo scattering behaviour.

5. The linear temperature dependence of the resistivity

Having established the incoherent nature of the transport with sufficient disorder strength,
we now focus on the temperature dependence of the resistivity in this strongly correlated
disordered state. We will rely on appendix B, which relates the conduction electron self-
energy .(w) to the averaged impurity modef-matrix 7;""(w) (equation (B.4)). At
sufficiently high temperatures, compared to the higligsin the distribution, the averaged
T-matrix at low energies becomes very small, reflecting the weak-coupling nature of the
impurity response at high temperatures. Therefore, there will be only a small contribution to
the conduction electron self-energy and consequently to the resistivity. At zero temperature,
as discussed in section 4, sufficient disorder will kill all coherence in the transport properties
and the system will exhibit a rather large resistivity. What happens at low temperatures?
For that, it is convenient to analyse the average impuFisnatrix. We have therefore
plotted in figure 11 the imaginary part of the impurifi¥matrix, using the distribution of
Kondo temperatures derived from the fit to the thermodynamic properties o JEd,
[30]. It is clear that the leading temperature dependence is linear. This leads to a linear
conduction electron self-energy and to a linear resistivity through (3.11), consistent with
the behaviour observed in several of the alloys in table 1. At higher temperatures, there
are clear deviations from the leading linear behaviour as can be seen in the inset. Can we
understand what conditions are necessary for this anomalous non-Fermi-liquid behaviour?
The essential condition for the linear temperature dependence of the resistivity, like
the thermodynamic response discussed in section 2, is that the distribution of Kondo
temperatures be such th&(Tx = 0) # 0. In other words, there must be a finite fraction
of f sites with arbitrarily small Kondo temperatures. This can be made more apparent by
an analysis similar to the one in section 2. However, one has to be careful of how one
understands the averaging process. This is because, unlike the thermodynamic responses,
transport propertiesannot be averaged over single-impurity resulfhis is made evident in
the analysis of the zero-temperature state of section 4. The single-impurity result amounts to
a strong, almost unitary scattering centré’at 0, with a correspondingly large resistivity.



Kondo disorder: non-Fermi-liquid behaviour 9887

1.0 E
:«A \
T 08¢ 1.0 ' L l
=
£ o6 0.6
=
et
E 02 : s |
5 04 0 100 200

T(K)

0.2 4 -

0 10 20 30
T (K)

Figure 11. The temperature dependence of the imaginary part of the single-impDrity
matrix averaged over the disorder distribution appropriate for 44€d5, as determined
experimentally in reference [30]. The inset shows the same quantity over a wider temperature
range.

Any attempt to simply average this result would lead to a large resistivity. However,
due to translational invariance, it is clear that the clean sample can only have a vanishing
resistivity, a result which encounters a natural description in the dynamical mean-field
theory, as was explained. Even in the disordered case, only the CPA-like averaging process
embodied in (3.4) has any sense. However, given a disordered groundd&ai@jons
from zero temperaturean still be analysed in a fashion that resembles the averaging of
thermodynamic quantities. This is because, at low temperatures, a feWgdospins are
unquenched and cease to contribute significantly to the scattering. Since they ddutea
system of subtracted scattering centres, their contribution is additive and can therefore be
averaged.

With these caveats in mind, we can proceed to analyse the conduction electron self-
energy. If the temperature is raised from 0Ttpthere will be corresponding variations in
all quantities. From (B.3),

1-1?G?(w)
Gi®) 7o

and3sG.(w) can be obtained from (B.2):

§Te(w) = 8G.(w) (5.1)

{2+ [0 — ?G ()] [0 — 3°G(w)]} 3G () = 8(T" (@)™, (5.2)

70
At this point it is useful to remember the definition of tliematrix (see (B.1) and (3.6)):
V2

T () = / : . 5.3
;= Ef = V%[0 —12G.(0)] - =P [0, T.G/] (:3)

In (5.3) we have highlighted the fact thﬁﬁp is a functional ofG.(w) as well as a function
of w and T. Therefore, it is clear that th&-matrix depends on the temperature through
E}Tp. However, sinceG.(w) changes with temperature, we also need to take into account

imp

this additional contribution, both explicitly and implicitly through,;". We therefore,
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separate three different contributions:

8T;™ (@) = 817, (@) + 821, (@) + &1} ™ (@) (5.4)
. 207MP(0))2

1™ = 56, 55)

[a) - tzGc(“’)] T=0
52T ™(w) = 8: T} (5.6)
|mp 2 |mp

_ (a))) 5%y
imp / ’

837" () = f do 78 ) ‘ 5Ge(@). (5.7)

In (5.6), we have used} to denote the variation witli which isnotimplicit throughG.(w),

and G? is used as a reminder that the variation is calculated with a fixed zero-temperature
bath. Equation (5.7) involves the functional derivative of the f self-energy with respect to

the bath Green’s function. Equations (5.4)—(5.7) can now be substituted into (5.2) to yield

8G ()
T=0

(1™ (@))?)2
[w — tzGc(a))]2

[ (TR
V2 G

This is an integral equation fo8G.(w) whose source term is given by the averaged
variation of theT-matrix with the temperature. Without the last term on its left-hand
side, equation (5.8) is actually a simple algebraic equation. The last term describes the
feedback effect that the change in the self-consistent conduction electron bath generates on
the ensembleof local impurity actions. Since raising the temperature by a small amount
leads to the unquenching affew dilutespins, we do not expect this feedback effect to be
large and will thus neglect the last term on the left-hand side of (5.8).

We now analyse the source term on the right-hand side of (5.8). At zero frequency, the
imaginary part of thel'-matrix can be written as

Im Tjimp(T) = Sinz(sojt<T) (5.9)

700 Tk;

{;2 + [0 — 1?Ge(@)] [w — 3G ()] —

5Go(0) = (67T ™ ()
T7=0

G’

p

(5.8)

where do; is the phase shift al' = 0. We can write down the asymptotic limits of the
scaling functiorr (x)

tx)y~1-— ax? x kKl
~ B (5.10)
t(x)~ W x>1

wherexa and g are universal numbers. Therefore,

Srlm Tjimp(T) = —% [1— t<T>:| = —Si:f/wa(T/TKj) (5.11)
0

7 Po Tx;

which defines the functio#'(x). This function will be averaged over with the distribution
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Figure 12. The experimentally determined distribution of Kondo temperatures of the alloys
UCus_,Pd, with x = 1 (— — —) and 15 (- — -) (from reference [30]) and the function
F(Tk,T) (—) defined in the text. The upturn at very lofi s is not shown. The function
F(Tk, T) only probes thel'x = 0 value of the distributions at low'.

of Kondo temperatures. TherefoteeepingT fixed and as as function dfy
aT?
F(T/Tkj) =~ Tz (Tx; > T)
Ki (5.12)

B
- Tk i T).
inr T o<
It can be seen thalt (T/ Tk ;) has a peak &fx; = 0 with width 7, decaying rapidly to zero
as J,/T1§j for large Tk, (figure 12). For low temperatures compared with the typical scale
of the distribution functionP (Tx) one can write

F(T/Tkj) ~ 1

5710 Timp ~ — 45200 57 (5.13)
TTPo

wherea = [dx F(1/x). A similar analysis can be carried out for the real part of the
T-matrix. Therefore, after averaging ovég one gets
aPy SII"I2 30T

TTPo
consistent with figure 11. It is clear that, as long as the distribution of Kondo temperatures
has finite weight alx = 0, the averag& -matrix will show a linear temperature dependence.
If P(0) = 0 or negligible, then Fermi-liquid behaviour is recovered, with the characteristic
T?-law. The result of (5.14) should be plugged into (5.8) and then into (5.1) for the final
expression of the conduction electron self-energy.

As our analysis above has shown, the same physical mechanism underlies the anomalous
non-Fermi-liquid behaviour of the resistivity as in the case of the thermodynamic properties.
It is the presence of loWk spins, unquenched even at low temperatures, which gives rise
to anomalous scattering. Though the zero-temperature transport is a reflection of the full
structure of the distribution function, the leading low-temperature behaviour is much simpler,
corresponding to the gradual decrease of the number of effective scattering centres. Since
the number of released spins is small at low temperatures, their effect is additive and an

(87 Im TP () ~ — (5.14)
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average over their subtractédmatrices is well justified. Finally, we add that an immediate
consequence of the physical origin of the anomalous scattering in this disorder model is
a negativemagnetoresistance at low temperatures. Much like the temperature, a magnetic
field acts to destroy the loWx Kondo singlets and thus to suppress their effectiveness as
sources of disorder.

6. The dynamic susceptibility

The dynamic susceptibility of UGu,Pd, (x = 1 andx = 1.5) has been measured with
inelastic neutron scattering and reported in reference [33]. The first important result was
that the g-dependence of the magnetic response could be completely accounted for by
the g-dependence of the uranium-ion form factor, suggesting that the spin dynamics is
completely local. Furthermore, as expected, the frequency and temperature dependences of
the imaginary part of the dynamic susceptibility are anomalous. There was no significant
difference between the magnetic behaviours of the 1 and thex = 1.5 alloys. These
results provide a useful testing ground for the disorder model. Indeed, one can use the
distribution of Kondo temperatures deduced from the fits to the thermodynamic data to
determine the dynamic response and compare with the experimental data. Like the static
magnetic susceptibility, the dynamic response will be dominated by a few unquenched spins.
Therefore, it is a reasonable assumption to take the overall dynamic lattice response to be
essentially given by an average over the single-impurity results. Moreover, the local nature
of the measured dynamic susceptibility is consistent with this assumption.

There is currently no complete description of the dynamic susceptibility of a single
Kondo impurity for the full range of temperatures and frequencies, though the methods
to carry out this task certainly are available. Among the existing results, we cite the
unpublished work of Costi and Hewson for the dynamic susceptibility of the Anderson
model, quoted in reference [45]. Besides, the non-crossing approximation (NCA) and an
extension of it have also been used to determine this response [46]. Quite often, the dynamic
susceptibility of a Kondo impurity is fitted to a relaxational form [47]
" x(MIN(T)w
X (o, T)= o2 + TAT)

where x (T) is the impurity spin susceptibility and the linewidif(T) is a function of
temperature only. Note that this form automatically satisfies the Kramers—Kronig relation

—+00 "
X(T) =%/ K@)y, (6.2)

00 w

(6.1)

The high-temperature behaviour ®f(T) is given the Korringa law with logarithmic
corrections [48]:
[(T) ~ 47 (poJ)*T [1 — 4(po)INT]. (6.3)
At zero temperature, one can use the so-called Shiba relation to detdrig@ingt9]:
" 2x? 2T,
=0 T (gmp)

wherew =~ 0.4107 is the so-called Wilson number. In the absence of a better description,
we have employed a crude approximation that interpolates between these two limits

2Tk
— forT < Tx
(ry=1{ wr (6.5)

A7 (po )T + « for T > Tx

(6.4)
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whereq is such thaf"(7') is continuous. We stress the crudeness of the approximation and
regard it as a rough description of the actual behaviour.
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Figure 13. A comparison between the measured dynamic magnetic susceptibility from
reference [33] and the prediction of the disorder model. Here, we have used the distribution
function appropriate fox = 3.5 according to reference [30].

Once the behaviour of the dynamic susceptibility for a Kondo impurity is assumed to
be the one given by equations (6.1) and (6.5), one can then easily perform the averaging
with the distribution of coupling constants determined experimentally in reference [30]. We
have done so and the results are shown in figurex13 8.5) and figure 14X = 4). We
stress that, once the distribution of f-shell parameters is determined from the fits to the
static magnetic susceptibilityyo additional fitting is performedAs can be seen from the
figures, the agreement between the experiment and the predictions of the disorder model is
rather good, considering the range of frequencies and temperatures and the crudeness of our
assumptions. The agreement is slightly better when one uses the distributionxof£tBes
alloy. Though a more accurate description should be endeavoured, we believe the disorder
model cannot be ruled out by the neutron scattering data.

7. Discussion and conclusions

We would like to now pause and consider the overall picture that emerges from the
disorder model as well as the drawbacks of our current treatment of the problem. We
have emphasized throughout that the important ingredient at the base of all the non-Fermi-
liquid features in this approach is the presence of f sites with arbitrarily low local Kondo
temperatures. More precisel®(Tx = 0) # 0. As the temperature is raised, these If-

spins are gradually unquenched and it is this very release process that gives rise to the
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Figure 14. A comparison between the measured dynamic magnetic susceptibility from
reference [33] and the prediction of the disorder model. Here, we have used the distribution
function appropriate fox = 4 according to reference [30].

anomalous thermodynamic as well as transport properties.

One of the practical difficulties that one faces in applying the dynamical field theory is
the fact that, due to the very nature of the physics involved, one needs to be able to solve
the ensembleof impurity models over the whole range of temperatures filbmg T,
to T > Tx;. This is a notoriously difficult task as is evident from the long history that
led to the final solution of the Kondo problem. The conventional approach of Wilson’s
numerical renormalization group, as it is currently formulated, relies on a special ‘energy-
shell’ decimation procedure, which is not obviously adapted to the present case of a general
conduction electron density of states. Therefore, in the non-trivial case of the resistivity,
we are not yet able to reliably predict the value of the coefficient of the linear term, which
might be checked against experiments.

The dynamical mean-field theory does not take into account the RKKY interaction
between f sites. These have been studied most extensively in the context of the two-
impurity Kondo problem [50]. From these studies it is known that, if the RKKY scale is
large enough compared &, the two impurity spins develop strong correlations which tend
to lock them into a singlet state, whereby the Kondo effect is killed. Since we rely on the
presence of certain sites with very low Kondo temperatures, one might wonder whether the
inclusion of RKKY interactions would not effectively provide a low-energy cut-off below
which P(Tx) would be essentially negligible. Although we cannot give a rigorous answer
to this question, some very general arguments indicate that the possibility of haviri low-
spins is more robust than one might expect.

We have already emphasized that, if the distribution funcidfiy ) is broad enough,
at low temperatures compared to its overall width, the fraction of spins which remain
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unquenched is rather small. Therefore, in general, they foiiude system of spins of
densityn;,.,, the average distance between them being proportional jp) /3. Since the
average distance will be large, this will render the RKKY interaction less effective, since
its strength decays aB~3. Furthermore, we will argue that the effectiveness of the RKKY
interaction in suppressing the Kondo effect is actually a higher-order effect in the dilution
Niow-

Indeed, consider two loWy spins chosen at random in the sample. In general, as
argued above, they will be far apart. Now, unlike the usual two-impurity Kondo problem,
these two spins will havdifferentcoupling constantd; andJ, and, therefore, two different
Kondo scalegx; andTk,. The RKKY scaleTrgxy o J1J2/ D, apart from the dependence
on the distance between the spins. Now, in the conventional two-impurity Kondo problem,
where Tx1 = Tk», one has, qualitatively, two independent Kondo screening processes,
one at each spin, wheffix; = Tx> > Trixkxy, Whereas the effect will be suppressed
whenTg1 = Tx2 < Trrky- In our disordered case, RKKY interaction dominates if, say,
Tx1 < Tx2 < Trrxky. However, in the intermediate case Whép, <« Trxxy < Tk2,
two independent Kondo effects will survive, even thougtx ¢y is still larger than one of
the Kondo temperatures. Indeed, as one comes down in energy scale, by the time one hits
Trixky, SPIN 2 has already undergone quenching and is no longer available to correlate into
a singlet-like composite with spin 1. Therefore, the RKKY effectiveness depends on the
random selection of two spins, both of which must have low enough Kondo temperatures.
We would thus expect it to be of ordef . Naturally, the transitions between different
regimes are all crossovers (in the absence of special unphysical symmetries) and there
will be no sharp distinctions between the different cases and hence no sharp cut-off to the
distribution functionP (Tk).

We have emphasized throughout our analysis the importance of the structure of the
distribution of Kondo temperatures, in particular, whether it has an intercept with the vertical
axis atTx = 0 or not. Due to the exponential dependencdgfon the f parameters, very
small modifications in the width of the bare distribution lead to rather large changes in the
distribution of Kondo temperatures. If the bare width is too smRl{ll’x) will be negligible
at low T, whereas, if it is too largeP (Tx) will be divergent. Therefore, the situation
where P(Tk) can be taken as approximately constant wiign— 0 only holds in a narrow
window of bare disorder widths, in our current approach. In a more speculative vein, one is
tempted to think that the RKKY interaction, which is left out of the current approach, might
intervene to impose an upper bound on the density of Tgwspins which are allowed to
exist in such a state. It would do so by effectively eliminating them through the formation
of random singlets [27].

Finally, by treating the disorder seen by the conduction electrons in a mean-field CPA-
like fashion, we have neglected the effects of fluctuations in the conduction electron density
of states. It is natural to expect that these effects might act to further renormalize the
distribution of Kondo temperatures. It would be interesting to study whether, like in many
other treatments of disordered systems [27], these effects lead to a flow towards a universal
form of the distribution function.

In conclusion, we have presented a complete picture of the possible origin of the non-
Fermi-liquid behaviour in Kondo alloys. Our study has shown the important effect that
correlations have on the role of disorder in f-electron systems, considerably enhancing the
bare f-shell disorder strength. The interplay between disorder and correlations leads to the
idea of a distribution of Kondo temperatures, whose structure determines whether a Fermi-
liquid description is possible. In the particular case wig®) # 0, both thermodynamic
and transport properties are anomalous and incompatible with a Fermi-liquid picture.
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Appendix A. A simplified expression for the conductivity

In the case of a semicircular density of states, a simplification of the expression (3.11) can
be achieved. Indeed [38],

I = /de po(€)A%(e, ) = /de ,00(6)% Re[G.(e, 0)Gi (e, w) — G2(e, w)]

. 1 3G1(Z) Im G[(Z)
_2{Re[ oz ]_ Im } (A1)
wherez = w 4+ u — X.(w) and
Gi(z) = / de P© (A.2)
7 — €

Using the identity; = G,‘l(z) +12G/(z), which follows from (3.8), we get

2e2 +o00 3f 1 1
e =na | (“a) (el aera) * e (A3)

Appendix B. The conduction electron self-energy and the impurity modell-matrix

The expression for the conduction electron self-enefgyw) can be recast in a more
illuminating form by employing th&'-matrix associated with the impurity problem, which
is defined by

"™ () = V2G| (). (B.1)

Inserting this definition into (3.6), then into (3.5) and (3.4), we can write after some
manipulations

_ 1 (T ())&
G.(w) = _ I . B.2
O =@ @+ u—12G(@) (8.2)

Now, equation (3.8) can be explicitly solved for a semicircular density of states giving

Yw)=w+pn— G ](-a)) — 1°G(w). (B.3)

Combining (B.2) and (B.3) we finally get

(1™ (@)

IR = — — .
@) = @@+ - 12G.(@)

(B.4)
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Appendix C. Thermodynamic properties

In this appendix, we will investigate whether the assumptions of the simple disorder
model of reference [30] (hereafter, the SDM) are justified within the framework of the
dynamical mean-field theory. Let us recapitulate what the assumptions of the SDM are.
Essentially, the model assumes a collection of independent Anderson or Kondo impurities,
each of which hybridizes with the same, featureless conduction bath. The parameters
of this collection of impurities are distributed according to some assumed distribution
function(s). In the particular case of reference [30], which assumed Kondo spins, the
dimensionless Kondo coupling constant poJ was assumed to be distributed according

to a Gaussian. Thermodynamic properties are then calculated by taking the average over
the single-impurity results with the appropriate distribution functions, as if the impurity
responses were completely uncorrelated.

It is clear that the dynamical mean-field theory retains much of the flavour of the SDM,
with the ensembleof impurity problems playing the role of the uncorrelated collection of
spins. The question that we would like to answer is that of whether the equivalence can
be shown within the framework of the dynamical mean-field theory and, more importantly,
what are the conditions for the validity of the equivalence. We will confine our analysis to
the total energy, which is enough for the calculation of specific heat. The same conclusions
apply to the susceptibility, which, however, requires consideration of the free energy.

Let us first write down the total energy in the framework of the dynamical mean-field
theory. We have

Epur = (H) =Y —t;;((cl,c;) +HO + > E(f] f,,)
ijo jo

+ Z V,‘((C}-Ldfjg) +HC)+ U Z(n-man)' (Cl)
jo J

We can write
(clyeig) =T Z G (iwp). (C.2)
lwy

Now, when the coordination numbergoes to infinity and for the case of a Bethe lattice
(in the absence of symmetry breaking) one can prove that [41]

G (iw,) = —1;;G2(iw,) (C.3)
from which it follows that
Y —tiehyeje) +HO =27 332G 1w,) = 2N T2 Y Go(iwy) (C.4)
ijo iw, ij iw,

where NV is the number of lattice sites and, consistent with the correct rescaling of the
hopping in the infinite-coordination limit? = zt,?].. Plugging (C.4) into (C.1), one then has
the total energy completely expressed in terms of local quantities. This is the quantity that
we want to compare with the prediction of the SDM.

In order to do that, one needs to define what precisely one means by the SDM. In the
dynamical mean-field theory, we have tesembleof impurity models defined by (3.2).
We, thereforedefinethe total energy in the SDM by the sum of the energies of the various
impurities:

Espy = ZEimp{E‘f’ Vil (C.5)

J
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To define the energy of one impurity, we first write the Hamiltonian corresponding to (3.2):
H'™P {Ef, V} = Z Eka;wakg + Z Effjfa +V Z(aiafa +HC)+ U anTnf¢
ko o ko J

(C.6)

where we introduced fictitious fermionic operatosig, to mimic the self-consistent
conduction electron bath through the ‘cavity’ Green’s function of (3.3),

Alw) = Z 1 (C.7)

A w — Ek.
We then define the appropriate single-impurity energy by
EM(E], Vi) = (H™(ES V) = 3 Exlal,a,)
ko

(C.8)

V=0

where we subtracted the total energy of the fictitious conduction electron bath evaluated at
V = 0. Now, the fictitious conduction electron Green’s function is

Gu(k, k', ) = 831, GO(k, ) + GO(k, w)V2G! (0)GO(K', w). (C.9)
Using

() =T Y Galk. k. iwy,) (C.10)

iw,
we have
t _ oyt _TVy2 £ 01, i 2

(@ tye) = (agoay,)| =TV %:G (iw,) [GO(k, iwa)] (C.11)

Thus

. Ey
Vo STV G 0 Y

iw, k

— _2TV?2 Z Gf(iwn) [A(iwn) + iw, 3£;‘(I(C|00’1);):| .

Z Ey [(a]];aaka) - <achnak<7>
ko

(C.12)

In the last equality we used (C.7).
We can now use equations (C.1), (C.5), (C.6) and (C.8) to write the difference in energy
between the SDM and the dynamical mean-field theory:

AE = Epyr — Espy = Z {Ek [(a;ma,w)

= (ko) |+ = e |-

ko
(C.13)
To simplify things further, we can use equations (C.4) and (C.12) to get
— 272 2 ~f . . 0A(wy)
AE = 2T ; [Nt G.(iw,) + 2}: VG (iwy) [A(Iwn) + m)nm ) (C.14)

We then use (B.2) and the definition (3.3) to arrive at our final expression for the difference
in energy between the dynamical mean-field theory and the SDM:

AE _—y Gelio)) 3In Aliw,)
= 2Ti2wn: It G.(iw,) + [ Al 1} [1+ aln(lw)” . (C.15)

We are now in a position to determine whether the SDM is accurate enough to give the
thermodynamic properties of the system within the dynamical mean-field-theory framework.
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For this, it is enough to consider (C.13). All of the quantities in this equation are related
to conduction electron kinetic properties. The corresponding densities of states are given
by the imaginary parts of eitheG.(w) or the ‘cavity’ Green’s functionA(w). As can

be clearly seen from figures 3 and 4, these quantities are weakly renormalized. Their
contributions to, say, the specific heat coefficignt= Cy(T)/T are of the order of AD

and are completely negligible when compared to the contribution from the impurity part,
which is of order ¥ Tx > 1/D. Therefore, as far as thermodynamic properties such as
andy are concerned, the approximation of averaging over single-impurity results is perfectly
consistent with the solution of the full dynamical mean-field theory. This is true of both
the clean and the dirty systems, since nothing in this argument relied on the presence of
disorder. However, we stress the fact thatéhsembl®f impurity problems must be solved

in the fully self-consistent conduction electron batfihough the renormalizations of this

bath are small, they affect the impurity properties through the conduction electron density
of statespg. The latter quantity appears in the argument of the exponential in the expression
for the Kondo temperature and can, therefore, lead to rather substantial renormalizations
of the total energy. To fully describe these changes, one needs to solve the full dynamical
mean-field theory equations.

Appendix D. The slave-boson mean-field theory of the impurity models

The slave-boson description of the infiniteAnderson model starts with the replacement
of the non-holonomic constraint < 1 imposed by théd/ — oo condition by a new set of
slave-boson operatots together with a holonomic constraint [35]:

fio = b} fio (D.1)
Nfje — Nfjo (D.2)
Y g0) <1—> > (ng0) +blb; = 1. (D.3)

The constraint is then imposed by introducing a Lagrange multiplier term in the Lagrangian:

B
Lo — Lo+ i/ dr 2 () [Z Fh0(@ fri0 (1) + bL(D)b;(T) — 1} (D.4)
0 o
wherei;(7) is an additional bosonic field variable. The transformed action corresponding
to the impurity action (3.2) is then

imp imp imp
S =811 + Sy

; B
7= [(ar [Ssbeo s 0] 10
+ () [0 +i2;(0)] by (7) — imr)]

) B B
5'2“;":/0 dr /O de' > L (@b () VEAGT — 1) £, (1Bl () (D.5)

where A(t) is the Matsubara—Fourier transform of (3.3). Note that the second part of the
impurity action, which corresponds to hybridization processes between the f site and the
effective conduction electron bath, has been modified by the introduction of the slave-boson
field b;(t), which deals with the bookkeeping of the occupation of the f site.
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At the mean-field level, the bosonic fieldg(r) and;(r) acquire a time-independent
expectation value and behave@sumbers [35]. The resulting effective action is quadratic
in the pseudo-f electrons and can be exactly solved. Following the convention of writing
i) =el —Ef N — i
i(A;) =€ — E; and(b;) = r;, it reads

S =T Y [ Sl (o —ion + & +r2VEAGo)) £, 00| + € - EDCE =D, (D6)

The mean-field parameters and eif are determined by a saddle-point extremization of the
free energy corresponding to (D.6). The mean-field equations then read

0 A
Ef de ff9”1@>~ +r2-1=0 D.7)
1) (=€ = A@)7+ (A ()2

o Ao w— ¢
g/ do ff(w) ~,/(co)(c: 6{/)/ . +rj2(€]f _ Ejf) =0 (D.8)
7)o @] = Aj@)?+ (B @)

where f(w) is the Fermi function,Aj(w) = rj?ijA(w), and single and double primes
denote real and imaginary parts, respectively. We note that, given the hybridization function
A(iw,), each value of the bare parametE_n;'sande will define a different impurity problem

with its own corresponding values qfandejf. Thus, a distribution of mean-field parameters
is also generated.
The mean-field treatment that we have described gives the following expression for the

f-electron Green'’s function:
2
Gri(iw,) = ) (D.9)
A iw, — ejf - erijA(ia)”)
Note that the numerator in (D.9) is crucial. It is a consequence of the slave-boson
prescription (D.1) and distinguishes the pseudo-f-electron Green’s function, from which
it is absent, from the real-f-electron Green'’s function. Finally, using the definition (3.6),

one can write the mean-field expression for the f-electron self-energy:

; f
. lw, — €;
Syj(iwn) = iw, — Ef — % (D.10)
J
which yields
r2V2
wy — €;

J

This can then be inserted into (3.4), thus closing the self-consistency loop. Note that, in the
pure case,

Zv2

_f
® —€;

(@) = ®(w) = (D.12)

which is consistent with the low-energy Fermi-liquid parametrization of (4.2).
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