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HOBBII TETPAT'OHAJIBHBINA TEPMOSJIEKTPUUYECKHUN
MATEPHUAJI HfSiSh TUIIA d*/d’, TOJTYTEUCJIEPOBO
COEJUHEHHUE:METO/I IOJTHOI'O TOTEHLUAJIA
JUHEAPU30BAHHBIX ITPUCOEJIUHEHHBIX
IJIOCKUX BOJIH

Hamu uccredosamnvl, ucxodss u3z nepevix NPUHYUNOS, DNEKMPOHHbIE U MEPMOILIEKMPUUECKUES
ceoticmea HfSiSh 6 pamxax pynxkyuonanvHolu meopuu NIOMHOCMU C HOMOUBIO Memood NOJHO20
HOMEHYUANA TUHEAPU30BAHHBIX NPUCOCOUHEHHBIX NIOCKUX 6OMH. DIEeKMpPOHHAS. CIMPYKMypd
AGIAEMCSL KIIOYOM K ONPeOeNeHuI0 mepmodiekmpudeckux ceoticms. Haubonee pacnpocmpanennas
annpoxcumayus. 0000UWEHHO20 2paOUeHma NPUHUMAECSL 80 6HUMAHUE Ol 0OMeHA dNEKMPOHAMU.
Paccuumanvl  mepmosnexkmpuueckue Xapaxmepucmuxu, maxkue Kaxk Kkodg@uyuenm 3eebexa,
9NEKMPOHHASL MENTONPOBOOHOCMYb U INEKMPUHECKAst npogodumocms. Kpome moeo, ons noiyyenust
obwell Mmenonpo8OOHOCU Mbl GKIIOUUNU MENIONPOBOOHOCb pewtemku (K, ). Hanuuue obwerl
MENnIoNPoBOOHOCMU  0dem HaM MOYHOe HOHUMAHUE MEPMOOUHAMUKY Mamepuana u e2o0
appexmusnocmu  (ZT). HfSiSh umeem mempazonanivhylo cmpykmypy, mepModIeKmpuydecKue
napamempbl paccyumansl 8 NepReHOUKYIAPHOM U NapaiielbHoM Hanpaenenusx. Huskoe snavenue
pewemounoti mennonposoonocmu  (nudice 10 Bm/m'K) u pesxkoe usmenenue ZT 6 duanasone
(300—400) K npedcka3zvieaem, umo  ama  cucmema  AGNAEMCA  HNOMEHYUANbHLIM

MEPMOINEKMPULECKUM MAMEPUATOM NpU KOMHamHou memnepamype. buobn. 15, Puc. 5, Tabn. 1.

KoiroueBsbie ciioBa: anmpokcumariyss 0000LIEHHOTO IpaJiMeHTa, 30HHas CTPYKTypa, KO3 (HIHEeHT

3eebOeka, TeIIONPOBOIHOCTb.

BBepeHue

TCpMOZ)J'ICKTpI/ILICCKI/IC MaTepualibl MOT'yT HpeO6paSOBLIBaTL 0Tpa60TaHHOC TCIIIO0 B
SJICKTPOSHCPIMIO W TIOTOMY IPUBJICKAOT OobIIIOE BHUMAHHC, TAK KaK 3TO MOXCET MNPUBCCTU K

yCcToMunBOMYy SHeprocHaOkenmio [1]. B mociemave roabl ObUIM W3ydYeHBI HECKOJIBKO COCIMHCHHUH B
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rorckax 3(M(GEKTUBHBIX TEPMOIJIEKTPUUECKHX MaTepuanoB. Cpead HHUX aKTHBHO HCCIIEHOBAJIHCH
coenuHeHus ['eiicnepa, Mpou3BOAHbIE coeAMHEHUs1 Kiacca HH, CKyTTepyAuTbl, coenuHeHus [IuHTs,
Ca;C040 1 T.11. [2-5]. YcTaHOBIIEHO, YTO JIyUIIIMMH MaTepUaAIaMFl TSI TEPMODJICKTPHUECKIX YCTPOUCTB
SIBJISIOTCS CIUIABBI BHCMYTA, CYpbMBI M Tewtypa [6]. OmHako 3QdEeKTHBHOCTh TEPMOIIECKTPUIECKUX
MaTePUAJIOB JUIs MPAKTHUYECKUX IIENIeH Mo-TipekHeMy orpanuyeHa. Ciie0BaTelIbHO, MOUCK d(PPEKTUBHBIX

TCPMOJJICKTPUUCCKUX MATCPUAJTIOB SABJIACTCA AKTYyaJIbHBIM. 3(1)(1)CKTI/IBHOCTB TCPMOSJICKTPUICCKOT'O

2
MarepHaia ONMpEAeIsIeTCsl ero T00pOTHOCTBI0 Z7, KOTOpasi BeIpaKaeTcss Kak 77 =S o/ 7, toe S—
K

koo duimeHT 3eedeka, ¢ — MEKTPUIECKas POBOAUMOCTb, & K — TEIUIONPOBOJHOCTE. M3BeCTHO, UTO
COCTOMT U3 JIBYX YacTeH, k¥ = K, + K, TI€ K. U k, — DIEKTPOHHAs U ()OHOHHAS YaCTh TEILIOIPOBOTHOCTH,
COOTBETCTBEHHO.

B Hacrosieit paboTte MBI UCCIIEIOBATIA 3JIEKTPOHHBIE U TEPMOIEKTPUIECKHE CBOMCTBA TPOWHOTO
antuMoHuaa HfSiSh Ha mpeaMeT ero MOTEHIMAILHOIO MPUMEHCHHUS B KauyeCTBE TEPMOIICKTPUUSCKOTO
Martepuana. JlamypkaB u KnaliHke uccnenoBaiy KpUCTALIMIECKYIO CTPYKTYPY M SJIEKTPOHHBIE CBOMCTBa
TpoiiHoro antuMonuga HfGeSh Ha ocHoBe Ge W HAIUTH, YTO 3TO TEPMOIJICKTPHUYECKHH MaTepHall
TETParoHaJIbHOH CTPYKTYpoi [8]. HfSiSh sBisieTcs TMIIOTETUUECKUM COSMHEHHEM U IIPEAIoaraeTcsl, 4To
9TO COEJMHEHHE MMEET Ty XK€ CTPYKTYpy, YTO M coequHeHHe Ha ocHoBe Ge. HenmaBHue CTpyKTypHBIE
nccrenoBaamst  HfSiSh mokazamm  ero  MexXaHmdecKylo ycroiumBocTh [9]. O cHCTEeMaTHYECKHX
HCCIICIOBAHMUSAX DJIEKTPOHHBIX W TEPMODJICKTPHUCCKUX CBOUCTB HfSiSH 1m0 chuX Top HE COOOIIAanoch,
[I03TOMY MBI TPOBEIH IMOAPOOHOE HCCIIEIOBaHME 3THX CBOICTB. BmepBble mompoOHO paccMOTPEHBI
TUTOTHOCTH COCTOSTHHH, DJICKTPOHHAsS! 30HHASI CTPYKTYpa U TEPMOINIEKTPHIECKast TOOPOTHOCTh Z1 TaHHOTO
COEIMHEHHUS.

Kpuctannuyeckas CTpyKTypa U BblYMCIIUTENbHbLIN MeTOA
Kpucraminyeckasi cTpykrypa.

HfSiSh — runoTeTHYecKOe COCIMHEHUE M MPEAIOoNaraeTcs, YTO OHO KPHUCTAUIU3UPYETCS B
CcTpykTypy tuna ZrSiS. HfSiSh uMeeT TeTparoHaJlbHYI CTPYKTYPY C HPOCTPAaHCTBEHHOW TPYIIION
P4/nmm. Ero snemeHTapHas siueiika COCTOMT M3 IIECTH aTOMOB, 3aHUMAIONIMX TPU JBYXKPATHBIX
nonoxxenus: Hf va 2¢ (1/4, 1/4, z1), Si na 2a (3/4, 1/4, 0) u Sb na 2c¢ (1/4, 1/4, z2) [9]. Ha pwuc. 1
ToKa3aHa KpUCTAIUIMYEcKass CTPYKTypa TpoitHoro aHTHMOHWIA HfSiSh, a ero aToMHOE IOJO0KEHHUE
TIpUBEIICHO B Tabwiie 1.

/

-8.7-10°4 V,=816.2382, B (I'Tla) = 111.2288,
1 BP = 4.6449
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Puc. 1. Kpucmannuueckas cmpykmypa mpounoeo anmumonuoa HfSiSh.
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BolruncianTeabHbIe JaHHbIE

Msbl mpoBenu pacdeTbl, UCXOIS W3 MEPBBIX NPHUHIMIIOB, B paMKaX (YHKIMOHATHGHOH TEOpHH
IUIOTHOCTUA C WCHONb30BaHMeM kojaa WIEN2k [10]. OOmias 3Heprusi ObLla paccyvTaHa C TOMOIIBEO
anmnpoKcuMaIuu 0000IeHHoro rpaarenTa [11] 1 MeTona TMHeapU30BaHHBIX MTPUCOSTUHEHHBIX TIOCKHX
BONH [12]. DNeKTpOHHBIE W TEPMOIIEKTPUIECKHE CBOMCTBA OBUIM pPAcCUUTAaHBI C IOMOIIBID METONA
MOJTHOTO TIOTCHIIMAJIA JIMHEAPU30BAHHBIX TIPHUCOSHAWHEHHBIX IUIOCKMX BONH (FP-LAPW) [13], xak
peamm3oBaHo B kome WIEN2k. I'panwdHas SHeEprus I ONpENCiICHUS BAJCHTHOCTH W pa3IelCHHS
cocTosiHUS sapa ObUIa BeIOpaHa kKak —6 Ry. Mu1 ycranosuwmu Ry X K, =7 u ucnons3obamu 10.000 &
TOUEK C ceTkor 28 X 28 X 12 k-Touyek B mepBoii 30He bprmmiosHa, uTo mpuBeNo K reHepupoBanuio 1893
IUTOCKUX BOJH B HENIPUBOJMMOW 4acTu 30HBI bpuimosHa. Jlisi caMocoriacoBaHHOTO pacyera KpUTepuit
CXOIMMOCTH ISl 3apsiaa ObLT yeraHoB/eH Ha 10” ¢, a s snepruu — Ha 10 Ry. TTonysiaepHbie COCTOSHIS
o0pabaThIBajHCh Oe3 yueTa CIIMH-OpOUTATBHOM CBSI3H, T.€. TOJTYPEITHBUCTCKH.

UrtoOBI paccunTaTh TPAHCIIOPTHBIE CBOMCTBA, MBI HCIIOJIL30BAIN TIPOrPaMMHEIN ko1 BoltzTraP [14],
UCXONS W3 TIONMYKIACCHMUECKOTO YpaBHEHMs TIepeHoca bompiMana. DHeprus DepMu Tpyd HyJIEBOH

temneparype (7=0K) Obuia mpuHSATa Kak XMMHYECKHH MOTEHIMaNn (4 ) TpU pacyeTe TpaHCHOpTa

HOCUTEJEH 3apsia.

PesynbTaThl

ITapameTp pemeTky, B3AThIA U3 NPEABIAYLIEr0 TEOPETHUECKOT0 HCCIeI0BaHMsl, TPUBEIESHHOTO
B pabore [9], ObLT KMCHOJB30BAaH A TPOBEACHUS ONTUMM3aUuM oObema. UTOOBI ompenenuTh
PaBHOBECHBIN MapaMeTp PEeLIeTKH, 00bEMHBINH MOAYJIb, €TO MIPOM3BOJHYIO IO AABJICHUIO U T.1., 00ILas
9HEPIusi B 3aBHCUMOCTH OT H3MCHEHHBIX 00beMOB OblIa mOmoOpaHa € IOMOIIBI ypaBHEHUS
coctosiHnss Myprarana [15]. Ha puc. 2 mpencraBieHa KpuBas ONTHMHU3AINA 00beMa, a CpaBHEHHE
BBIUMCIIEHHOTO TapaMeTpa pelIeTKH, OOBEMHOro YIPYroro MoOAyJld, U T.Jd. C JOCTYIHBIMH
TEOPETHUECKUMHU JaHHBIMH — B Tabmune 1. V3MmeHeHme mapaMeTpoB MAaercs ¢ MHOMOIIbI0 A.
BrluncnenHoe HaMu 3HaueHHE OOBEMHOTO Yympyroro Moxyis coctasiser 111.2288 I'Tla, ero
TIpOM3BOIHAA MO JaBieHuio — 4.6449, a ONTHUMU3MPOBAHHBIE MAPaMETphl peleTku a =3.746 A u
c=8.618A

Tabruya 1
Buvluucnennvie pasnosecuvie napamempul peutemku, 00veMHblil ynpyauti Mooys (B)

U e20 npou3eo0Has no dagieruro (B’) Hapsaody ¢ 0ocmynHbiMu meopemuiecKuMu OaHHbIMU

a(A) c(A) B (Ta) B
Ham
3.746 8.618 111.23 4.645
pe3yJibTat
PaboTa [9] 3.740 8.603 114.07 4.389
Pa3HoCTE (A) 0.006 0.015 2.84 0.256
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IlinoTHoCcTh cocTosinuii (DOS)

Juis W3yYCHUS ANIEKTPOHHBIX CBOWCTB ObUTH WCIIOJTb30BaHbI ONTUMAJTLHBIC
napameTpbl KpHCTajaudeckoil pemetku a=bh=3.746A u c¢=8.618 A. Ha puc.3 mnpeicrasien
o0mmii rpaduk TUIOTHOCTH cocTosiHMK HfSiSh. 3mech TOKa3aHO, 4YTO MAaKCUMAaJbHBIA BKIIAJ
B OOUIyI0 IUIOTHOCTh COCTOSIHHMI BHOCAT atombl Hf (~4.23B), Torma kak Bkmax aromoB Si U Sb
oueHb HeOombIoN, MeHee |3B. HamGompmwmii Bkimam BHOCHUT Hf, mo3ToMy ocTpeie THKH B DOS
BBI3BAHBI TJIABHBIM 00pPa30M 3JICKTPOHOM d-COCTOSIHWS B TIONMYSICPHON W BAJICHTHOH 30HaX (puc. 4a).
I[lpu Oomee BHHMATeNnbHOM  paccMOTpeHuH puc.46 wu 46 BuaHO, 4Yrto Si  BHOCHT
HaMMEHBIIMKA  BKJIaJA B OOIIyl0  IUIOTHOCT  COCTOSIHHIA,  KOTOpbId  paBeH  ~ 0.6 3B,
Torga kak Bkiaa Sb cocrapuser ~ 0.7 3B. Bkuag Si u Sh 00ycloBieH 3J€KTPOHOM p-COCTOSIHUSI B
BAJIEHTHOM 30HE.
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& —Hf. d. ' 0.5 '
= 3.0 : * !
= =, : 0.4- :
8 2.5{—Hf d., ; ‘ ;
3 20d—Hfd.td, - 0.3 !
< i r
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Puc. 2. (a) Ilapyuanvnas DOS Hf (6) napyuansnas DOS Si
(8) napyuanenas DOS Sb).
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30HHAA CTPYKTYpa.

Ha puc.5 mnpuenena 3onHas crpykrypa HfSiSh. 30HHas CTpyKTypa IOKa3bIBacT
MeTaJTMUecKuil xapakrep HfSiSh, ¢ Ooyiee TUIOTHBIMHM TMOJOCAMH B 30HE IMPOBOAMMOCTH, YeM B
BAJICHTHOM 30HE.

100 ] e

SOC-KPINO0 e

Dueprus (3B)

1
! N
[
IO T FTETI (TP I ATIT

-6.0

RATAXZM X2TI'0 2 4 6 8 10

-3.0

Puc. 3. 3onnas cmpyxmypa HfSiSb.

Bonpmiee wrcmo moyoc B 30HE MPOBOAMMOCTH 0OycimoBieHo 3d-coctosHnem atomoB Hf. B
BAJICHTHOM 0OJIAaCTH Tarke HAOJFOMAIOTCS INIOTHBIE ITOJOCH, KOTOpPHIE Takke OOyCIOBIEHBI 3d-
coctosiHeM atomoB Hf. [lo cpaBHeHWIO ¢ pe3yJibTaTaMH IUIOTHOCTH COCTOSIHUH BHAHO, YTO B

BaJICHTHOM 00J1aCTU MOJIOCKI HUXe —1 3B COCTOST B OCHOBHOM U3 3JICKTPOHOB p-COCTOSIHUS Si 1 Sb.

TepMo3JieKTPHYECKHE CBOICTBA
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Puc. 5. Tepmosnexmpuueckue napamempuvl Kax GyHKYus memnepamypul: (a) — kospguyuenm 3eebexa,
(6) — a1eKmpo-npo6oOHOCMb, (8) — YACMUYHASL U NOJHAS MENJIONPOBOOHOCIb,

(2) — mepmosnekmpuueckas 0oopomuocmo (ZT).

BbiBoAabI

TpotiHo# aHTHMOHHI Ha OCHOBE Ge OKa3ajcs XOPOIIUM TEPMOIJICKTPUUCCKHM MAaTEepPHAIOM,
TOTJa KaKk ¢ TPOHHBIM aHTUMOHHJIOM Ha OCHOBe Si 7iesto oOcTonT nHave. Hanbombiiee paccuntanaoe
3HaueHune Z71 cocraBuno 0.52 u 0.39, coorBeTcTBEeHHO, MIa HampasieHus XX u ZZ npu 200 K. Oto
3Ha4YeHUE HE HACTOJIbKO HHM3KO, YTOOBI cUMTaTh HfSiSh IIIOXUM TEPMODIEKTPUUECKUM MAaTEPUAIIOM,
HO COCTaBJISCT MMOJIOBHHY KOHTPOJbHOTO 3HaueHus 1. Takue 3HaueHus Z7T 00yCIOBIICHBI TOJBKO
TUIOTHBIMU TIOJIOCAaMHU BOKpYT ypoBHs @depmu B 30HHOU cTpykType HfSiSh. Huskue 3HaucHHS
koa(durrenta 3eebeka U BHICOKHME 3HAYCHUS TETJIONPOBOAHOCTH O0YCIIOBICHBI OTCYTCTBHEM Y3KOM
3arpelieHHoN 30HbI B 30HHOU cTpyKType. Eciin, TeM He MeHee, MBI CMOYKEM MTPOBOJUTH JIETHPOBAHUE
C TIOMOIIBI0 3JIEMEHTOB, W3MeHsrommx DOS BOmm3n ypoBHI Depmm, Torma HfSiSh cMmoxeT
MPOJIEMOHCTPUPOBATh CBOWMCTBA TMOJYNPOBOJHHKA, BEAylIME€ K BBICOKOMY 3HaueHuwo Z7T.

HaHnocTpyKTypHOE MM BHEIIHEE JAaBICHUE MOYKET U3MEHUTD 3HaueHue Z7.

P.K. Txana u X. Momu BbIpakarOT NPU3HATENBHOCTh JlemapTaMeHTy HayKM U TEXHUKUH —

HaquO-TGXHquCKOMy HCCJIICAOBATCIILCKOMY COBCTY 3a I'PAaHT IIPOCKTA.

Nntepatypa

1. T.M Tritt and M.A. Subramanian, Thermoelectric materials, phenomenon, and application: A
bird’s eye view, Mater. Res. Bull. 31 (2006), pp. 188-198.
J. Schmit, Z.M. Gibbs, G.J. Snyder and C.Felser Mater. Horiz. 2 (2015), pp. 68-75.

3. R.A. Downie, D.A. Maclaren, R. I. Smith and J.W.G. Bos Chem. Commun 49 (2013) pp. 4184-
4186.

4. D.K. Misra, A. Bardwaj and S. Singh J. Mater. Chem. A 2 (2014) pp. 11913-11921.

5. D.P. Rai, A. Shankar, Sandeep, M.P. Ghimire, R. Khenata and R.K. Thapa RSC Adv. 5 (2015) pp.
95353-95359.

30 Tepmoonexmpuuecmeo Ne3, 2017 ISSN 1726-7692



Howwu X., Pau /. I1., Jenueos E., Osucux X. b., Txana P. K.

o o o . 2 o
Hoegviti mempazonanshwiii mepmosnexmpuyeckuii mamepuan HfSiSh muna d’/d’, nonyzeiicneposo coedunenue...

6. T. Thonhauser Solid State Commun. 129 (2004) pp. 249-253.

7.
8.
9.

10.

11.
12.
13.
14.
15.

L.D. Hicks, M.S. Dresselhaus Phys. Rev. B 47 (1993), pp.16631-16634

E. Dashjav and H. Kleinke Z. Anorg. Allg. Chem. 628 (2002), pp. 1122-1127.
U. F. Ozyar, E. Deligoz and E. Colakoglu Solid State Sci. 40 (2015), pp. 92-100.
P. Blaha, G.K.H. Madsen, D. Kvasnicka, J. Luitz, WIEN2K, an augmented plane wave plus local
orbitals program for calculating crystal properties (Vienna, Austria) 2008.
Perdew J, Burke K P and Ernzerhof M 1996 Phys. Rev. Let. 77 3865
Hyberstsen M, Schluter M S and Christensen N E 1989 Phys. Rev. B 399028
Wimner E, Krasauer H, Wieinert M and Freeman A J 1981 Phys. Rev. B 24864
Madsen G K H and Singh D J 2006 Comput. Phys. Commun. 17567
Murnaghan F D 1944 Proc. Natl. Acad. Sci. USA 30 5390

[Moctynuna B pegaxmuio 19.07.2017

H. Joshi', D. P. Rai PhD?,
E. Deligoz PhD*, H. B. Ozisik PhD">,
R. K. Thapa PhD".

1Department of Physics, Mizoram University, Aizawl, India-796004;
*Department of Physics, Pachhunga University College, Aizawl, India-796001;
*Department of Physics, Aksaray University, Aksaray, Turkey
e-mail: dibyaprakashrai@gmail.com

ANEW &*/d" TYPE TETRAGONAL THERMOELECTRIC
MATERIAL HFSISB, A HALF-HEUSLER COMPOUND:
A FP-LAPW METHOD

We have studied the electronic and thermoelectric properties of HfSiSb using first principle Density
Functional Theory (DFT) within a Full Potential Linearized Augmented Plane Wave method
(FP-LAPW). The electronic structure is a key in determining the thermoelectric properties. A most
common generalized gradient approximation (GGA) is taken into commiseration for electron
exchange. The thermoelectric properties like Seebeck coefficient, electronic thermal conductivity and
electrical conductivity are calculated. In addition, we have also included a lattice thermal
conductivity (K;) to obtain the total thermal conductivity. The presence of total thermal conductivity
gives us an exact understanding of materials thermodynamics and its efficiency (ZT). HfSiSb
possesses a tetragonal structure, the thermoelectric parameters are calculated along perpendicular
and parallel direction. The low value to lattice thermal conductivity below 10 (w/Km) and sharp
variation of ZT in the range (300 —400) K predicts that this system is a potential thermoelectric
material at room temperature. Bibl. 15, Fig. 5, Table 1.

Key words: GGA, band structure, Seebeck coefficient, Thermal conductivity.
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