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superconductor Ta,Pd;Te

H.F Yang,l’* X.L.Liu®,* S. M. Nie,2 W. J. Shi,’ K. Huang,1 H.J. Zheng,1 J. Zhang LY. WL, AL T Liang,l’4
M. X. Wang,"* L. X. Yang,’ Y. F. Guo,""" Z. K. Liu,"»** and Y. L. Chen'-*3-6-%
1School of Physical Science and Technology, ShanghaiTech University, Shanghai 201210, China
2Department of Materials Science and Engineering, Stanford University, Stanford, California 94305, USA
3Center for Transformative Science, Shanghai High Repetition Rate XFEL and Extreme Light Facility (SHINE),
ShanghaiTech University, Shanghai 201210, China
4ShanghaiTech Laboratory for Topological Physics, 201210 Shanghai, China
3State Key Laboratory of Low Dimensional Quantum Physics and Department of Physics, Tsinghua University, Beijing 100084, China
$Department of Physics, University of Oxford, Oxford, OX1 3PU, United Kingdom

® (Received 25 May 2021; revised 14 September 2021; accepted 12 November 2021; published 1 December 2021)

Ternary telluride Ta,Pd;Teys is a layered superconductor with quasi-one-dimensional characteristics. It has
attracted great research interests due to the possible nodal superconductivity and its interplay with adjacent
charge-density wave as well as proposed nontrivial band topology. Here, we report low-energy electronic band
structure of TayPd;Te ¢ by means of high-resolution laser-based angle-resolved photoemission spectroscopy. We
acquired the Fermi surface and detailed band dispersions, directly reflecting its multiband nature. Furthermore,
dispersion kinks at ~8 meV below the Fermi level are unambiguously observed, indicative of strong electron-
boson coupling. We suggest these kinks are probably due to electron-phonon coupling with effective coupling
constants quantified to be ~0.72 and ~0.48 for the y, and y, bands, respectively. Our results provide valuable
information for future studies on the mechanism of superconductivity as well as its intimacy to charge-density

wave in TayPd;Tes.
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Discovering new superconductors and investigating their
superconducting mechanism is one of the most significant
themes in condensed-matter physics [1-3]. Ternary telluride
TasPd;Teq is discovered to exhibit superconductivity at
~4.6 K [4] that is further enhanced to 6.7 K at a pressure
of 3.1 kPa [5]. It has stimulated great research interests, due
to its mixed dimensions in its crystal structure [4], possi-
ble unconventional superconductivity [5-8] coexisting with
charge-density wave (CDW) orders [9-11], and proposed non-
trivial band topology [12].

TasPd;Teg crystallizes in a layered structure and each
two-dimensional plane consists of one-dimensional chains,
thus exhibiting strong quasi-one-dimensional characteristics
[4] that further could lead to the appearance of density waves
and even enhanced electronic correlations. Heated debate on
whether its superconductivity is unconventional is ongoing
[5-9,13,14]. Thermal conductivity measurements claimed the
nodes in the superconducting gaps, based on significant resid-
ual linear term of thermal conductivity in zero magnetic field
and its strong field dependence [5]. Gap node within a multi-
band scenario was also suggested by specific-heat analysis [6],
London penetration depth measurements [7], and scanning
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tunneling microscope (STM) studies [8], as their experimental
data can be nicely fitted by respective formulas with gap
nodes. By contrast, nuclear magnetic/quadrupole resonance
(NMR/NQR) studies reported a Hebel-Slichter coherence
peak just below T¢ (superconducting transition temperature)
for '2Te, and characterize it as an s-wave nodeless supercon-
ductor [9], which is in line with another STM study [13].

In close proximity to superconductivity lies the CDW
phase. A CDW order in TasPd;Te;s was reported to set in
around 20 K by NMR/NQR [9] and transport measurements
[10]. Very recently, the synchrotron x-ray diffraction further
revealed the CDW order to be a two-dimensional incom-
mensurate one with wave vectors Q; = [—0.2,0.21, —0.3]
and O, = [0.2,0.21,0.3] [11]. The CDW transition or fluc-
tuation was also suggested at high temperatures (140 to
200 K) below which the linewidth of one A, phonon mode
at 89.9 cm™! shows an unconventional increase in Raman scat-
tering measurements [15]. However, the CDW transition is not
accompanied by the Fermi surface reconstruction according
to the de Haas—van Alphen quantum oscillation measurements
[10,11]. In addition, high-throughput calculation analysis sug-
gests nontrivial band topology in TasPd;Te¢ [12], rendering
it a topological superconductor candidate [16,17].

All these render Ta4Pd;Te ¢ an interesting material system
with rich physics that merits further studies. One impor-
tant milestone is measuring momentum-resolved electronic
structure that could provide valuable information for deep-
ening the understanding on this system in regard to the
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FIG. 1. (a) Crystal structure of TayPd;Te s viewed from three different directions. Dotted red line represents the cleaving plane —(2 0 1) in
the conventional cell. (b) Bulk and surface Brillouin zones (BZs). The ARPES measurement plane corresponding to the (2 0 1) cleaving plane
is parallel to the green shade marked in bulk BZ (note that the ARPES measurement plane should be a slightly curved plane). by, b, and b;
mark directions of reciprocal lattice vectors. (c) Large-scale (i) and zoomed-in plot (ii) of temperature dependence of electrical resistivity of
TayPd;Te 6. The inset of (i) displays x-ray diffraction patterns on crystals. (d) Photoemission core-level measurements (core levels of Pd are
outside of the energy range). The inset is the optical image of the cleaved crystal.

superconducting mechanism, CDW ordering, and potential
nontrivial band topology. Unfortunately, this study has not
been reported so far.

Here, we report high-resolution laser-based angle-resolved
photoemission spectroscopy (ARPES) measurements on
Ta,Pd;Te g crystals. We acquire the Fermi surface and de-
tailed band dispersion of the normal state, directly reflecting
its multiband nature. Moreover, we unambiguously observe
dispersion kinks at ~8 meV below the Fermi level (Er), evi-
dencing strong electron-boson coupling. We argue that these
kinks are probably due to the electron-phonon coupling with
the effective coupling constant (A.g) estimated to be ~0.72
and ~0.48 for y; and y, bands, respectively.

Ta,Pd;Teg crystallize in a base-centered monoclinic struc-
ture with the space group of C2/m (No. 12) and lattice
parameters of a = 21.276 f\, b =3.735 A, c=17.687 f\,
B =120.75°. As shown in Fig. 1(a), it exhibits a layered
structure with inversion and mirror symmetries (with respect
to ac plane), and each layer is constituted of one-dimensional
chains of PTe,, Ta,Te4, and TaTes, thus showing mixed di-
mensions. TayPd;Te ¢ is gifted with a natural cleaving plane,
the (2 0 1) plane within the conventional cell we choose,
and corresponding measurement plane of ARPES is parallel
to the green shade in three-dimensional bulk Brillouin zone
(BZ) in Fig. 1(b). Surface BZ (in magenta) and relevant
high-symmetry points are adopted for the convenience of

describing the ARPES data. High-quality TasPd;Te¢ crys-
tals synthesized by the self-flux method [4], exhibit sharp
x-ray diffraction patterns [insets of Fig. 1(c)] as well as sharp
core-level peaks in photoemission core-level measurements
[Fig. 1(d)]. Electrical resistivity measurements confirm the
superconducting transition occurs at ~4.8 K [Fig. 1(c)], in
line with previous reports [4]. Crystals are in situ cleaved at
40 K for laser-ARPES measurements (6.994 eV) with laser
beam size smaller than 30 um (as crystals are soft and narrow,
ARPES with focused laser beam is highly desirable to get rid
of multidomain effects to acquire reliable data). The overall
momentum and energy resolutions are 0.003 A~ and 3 meV,
respectively; the base pressure of the ARPES chamber is
better than 3 x 10~'! mbar.

Figure 2 displays measured band structure of Ta,Pd;Te
in the normal state. The Fermi surface consists of multiple
sheets stretching along the k, axis and expanding dramatically
to cover almost the whole momentum space upon increas-
ing the binding energy. It shows a nice resemblance to the
published calculations of Fermi surface [10,14] (Fig. S1 of
Supplemental Material [18]; see also Refs. [19,20] therein),
which allows us to qualitatively assign bands as «, B, y, and
§ for simply describing the band structure [Fig. 2a(i)]. While
a and § are blurry, the 8 and y are sharp and show strong
quasi-one-dimensional nature according to the calculations
[14]. The band dispersion cut along the T’ — Z direction shows
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FIG. 2. (a) Constant energy contours of TasPd;Te;s at Er (i), EF—30meV (ii), Er—60 meV (iii), measured with 6.994-eV laser at 30 K.
The integration window is [Eg—5 meV, Eg + 5 meV]. Overlaid magenta curves are the surface BZ that we adopt for simplicity to describe band
structures. The photoemission spectra are mirrored with respect to k, = 0 according to the mirror symmetry of crystals. The measured Fermi
surface (i) shows a nice resemblance to the published calculations of bulk Fermi surface (Fig. S1 of Supplemental Material [18]), allowing us
to qualitatively assign bands as «, B, y, and § for simply describing the band structure. (b) The photoemission intensity spectrum (left panel)
and its MDC plot (right panel) along the I' — Z direction. (c) Near-Er zoom-in photoemission intensity spectrum (lower panel) and the MDC
at Er (upper panel), clearly showing six discernible band crossings. Near-Er band structures are dominated by Te (5p., 5p,, and 5p, orbitals)
with small contributions from Ta (5d., and 5d,, orbitals) and Pd (4d,, orbital) (Figs. S4 and S5 in Supplemental Material [18]).

six discernible band crossings, four of which are assigned
to the y (further labeled as yi, y2, ¥3, Y4), as shown in
Figs. 2(b) and 2(c). We cannot rule out the possibility of the
existence of surface states in these six bands, and these poten-
tial surface states are topological trivial as our detailed Wilson
loop calculations show TasPd;Te is actually trivial with
the topological invariant Z, = 0 (Fig. S2 of Supplemental
Material [18]).

Interestingly, we observe dispersion kinks near Ef, indicat-
ing strong electron-boson coupling. Figure 3a(i) displays the
measured photoemission intensity as functions of momentum
and binding energy along #1 [marked in Fig. 2a(i)], in which
y| and y, bands are clearly shown. Apparently, a dispersion
kink appears at 8 meV below E for both y; and y, bands, as
marked by magenta and cyan arrows. These dispersion kinks
are further revealed by dividing the raw data [Fig. 3a(i)] with

the Fermi-Dirac distribution function [Fig. 3a(ii)], stacked
momentum distribution curve (MDC) plots [Fig. 3a(iii)], and
quantitatively extracted dispersions of y; and y, bands by fit-
ting these MDCs [Fig. 3(b)]. Further, we carry out the electron
self-energy analysis which is commonly done in studying dis-
persion kinks of many correlated systems like cuprates [3,21].
The effective real part of the self-energy (ReX) is extracted
from dispersions by assuming a straight line as the featureless
empirical bare band [dotted cyan lines in Fig. 3(b)]. As shown
in Fig. 3(c), ReX exhibits a prominent peak at 8§ & 1 meV for
both y; and y, bands. This is qualitatively consistent with the
increase of MDC peak width (related to the imaginary part of
the self-energy and inversely proportional to the quasiparticle
lifetime), again confirming the existence of dispersion kinks at
~8 meV. (We note that the slight misalignment of ReX peak
and the slope midpoint in MDC peak width is probably due to
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FIG. 3. (a) Photoemission intensity spectrum along #1 [marked in Fig. 2a(i)] (i), that is further divided by the Fermi-Dirac distribution
function with the temperature of 30 K (ii). (iii) is the related MDC plot (Ep ranges from 14 to —47 meV) in which red balls tracing the
band dispersion are a guide to the eye. [Note that this dispersion and that in Fig. 2(c) are from different momentum directions and locations.]
Dispersion kinks at 8 meV below Ef are apparently observed, as marked by magenta and cyan arrows. (b) Extracted dispersions of y; and y; by
MDC peak fitting with two Lorentzian peaks plus a linear background. Dotted cyan lines are empirical bare bands we choose for self-energy
analysis. Magenta shadow marks the kink region. (c) Real part of the self-energy and MDC peak (full width at half maxima) of y; and y,
bands. Magenta shadows mark the kink. The real part features a peak at the kink energy, while MDC peak width exhibits an abrupt change.

fitting uncertainties.) No kinks are confidently confirmed on
B- and § bands (Fig. S6 of Supplemental Material [18]).

In principle, a kink in the dispersion is the hallmark of
strong electron-boson coupling and the kink marks the energy
of the bosonic mode [21]. It is observed in many correlated
systems [22-27], and one famous example is the cuprate of
which the kink origin is believed to be intimately related
to the mechanism of high-temperature unconventional super-
conductivity [3]. What is the origin of dispersion kinks in
Ta,Pd;Te6? The electron-phonon coupling serves as a fea-
sible explanation [3,28]. Previous polarized Raman scattering
studies suggest strong electron-phonon coupling, as they dis-
cover the linewidth of one A, phonon mode at 89.9cm™
(~11.1 meV) increases unconventionally with decreasing
temperature [15] (we note that Raman linewidth broadening is
not directly related to electron-phonon coupling; in addition to
electron-phonon interactions, lattice anharmonicity can also
give rise to anomalous phonon linewidth evolution). The en-
ergy scale of this phonon mode is close to the binding energy
of the kink we observed (other candidate modes include the
A, mode at 65.7cm™" and the B, mode at 89.1cm™ [15] as
their energies are also close to the kink energy from ARPES
measurements). The existence of CDW order also suggests

the strong coupling between electrons and phonons, as CDW
is always accompanied with lattice distortions. Further, we
can quantify the effective coupling constant (A.s) by taking
the ratio between the high binding-energy velocity above the
kink energy and the “dressed” velocity below the kink energy
(which is 1 + Aegr) [21]. The Aegr values for y; and y, are
~0.72 and ~0.48, respectively, (which are close to 0.77—the
electron-phonon coupling constant calculated via McMillan
formula [4]). Note that our A is slightly underestimated as
we underestimate the bare velocity by involving the electron-
electron correlation (directly manifested by T2 dependence
of resistivity [4,29,30] and large Wilson ratio [31]). On the
other hand, electron-magnon coupling cannot be completely
excluded. Although TasPd;Tes does not possess long-range
magnetic ordering and is located far away from magnetic
instability due to the weak contribution of d electrons of
Ta and Pd to the Fermi surface [14], the spin fluctuations
cannot be precluded if moments exist which however need
further verification. The origin of the dispersion kink deserves
further scrutiny while our data may serve as a concrete starting
point.

The general band structure and low-energy dispersion
kinks acquired by ARPES can highly benefit studies on the
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mixed dimensionality, band topology, CDW, and supercon-
ductivity in TasPd;Teis. The Fermi surface we measured
directly confirmed the mixed dimensionality. Especially,
sharp B- and y bands exhibit quasi-one-dimensional nature,
and are parallel to each other. This may raise instability that
accounts for the CDW that needs further investigations. No
signatures of Luttinger liquid behaviors on B-and y bands
are observed. Multiband nature should be taken into account
in interpreting experimental data towards the superconduct-
ing mechanisms, and electron-phonon coupling should be
considered. In addition, the trivial band topology rules out
the possibility of TayPd;Te;¢ as a topological superconductor
candidate.

In summary, we directly measured multiband structures
of TasP3Te;¢ via laser-AREPS with high resolutions. Strong
electron-boson coupling is directly revealed by evident disper-
sion kinks at ~8 meV below Er. This is most probably due
to electron-phonon coupling. While future studies are highly
desirable to finally pin down the superconducting pairing

symmetry as well as its interplay with adjacent CDW, our
results can provide a valuable starting point.
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