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Teopust pynkunoHana miotHoctu (DFT) ¢ ucnonb3oBaHueM 0000IIEHHOIO IPaIMEHTHOTO TTPUOIMKEHMS
(GGA) no3Bojua ONTUMU3UPOBATh KPUCTAJUIMYECKYIO CTPYKTYPY, PACCUMTATh ITapaMeTPhl PEIIETKU U 30H-
HYIO CTPYKTYpY IOJIyIIPOBOAHUKOBBIX coennHeHuit TIMS, (M = Ga, In) ¢ MOHOKIMHHOU CTPYKTYpOii (IIpo-
crpaHcTBeHHast rpynmna C2/c, Ne 15). DFT-pacueTsl CTpYKTYpbl COSIUHEHUIA GbUTH PACIIMPEHBI C UCIIONb-
30BaHUEM IBYX 0OMeHHO-KoppeasaunoHHbIX hyHKInoHanoB GGA-PBE u GGA + U (U — KynoHOBCKUit
napametp) co 3HaueHueMm U — J = 2.1 3B (a(ppekTruBHEII TapaMeTp B3anMOIEUCTBYSI). MeTomoM MOIeKyIsap-
Hoii auHamMuky (MJI) paccuntansl KoadduimenTs! Tepmonuddysuu (D,) aToMOB OTAE/IBHBIX TUIIOB (0)), T.€.
aTOMOB TAJUTHS, TAJUTHSI, MHIIMS M CepBI BOJIM3M TeMIIepatyphl Iiasaenus coemuuenns TIMS,. 3navenus D,
aTOMOB TIMS2 TTOJTy4eHbI B PUOIMKEHUN JIOKATbHOI HEMTPAJIbHOCTH C UCTTOJIb30BAaHUEM KAHOHMYECKOTO
aHcam6st NVT MD. 3nauenust D, aToMOB GbLIN CKOPPEKTHPOBAHEL C yUETOM CPEIHEKBAIPATHUHBIX CMe-
LIEHMI aTOMOB TMPU 3aTaHHBIX BpeMCHl/I u Temnepatype. [Toctpoenst 3aBucumoct D, =f(1/T ) aTOMOB
TIMS,, onuceiBaemble 3aKoHOM AppeHuyca. PaccunTana sHeprusi akTHBaLMH zmdxbywm aTOMOB.

Kaiouesvie cro6a: monynpoOBOIHUKOBBIE TPOIHbBIE COeAMHEHMs, cloucTas ctpykrypa, T1GaS, n TlInS,,
DFT GGA, MmonexyisipHasi fTuHaMuKa, KaHoHn4Yeckuit ancamoib NVT MD, koadduumnent nuddysum, xu-
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1. BBEAEHUE

Huddy3rnoHHbIE MTPOLIECCHl IMPOKO MCIIOIb3YIOT-
Cs Ha Pa3IMIHBIX 3TaIlaX TeXHOJIOTHU M3TOTOBICHMUS
MOJIyITPOBOJHUKOBBIX TPUOOPOB. B xome TexHoI0TU-
YecKMX ollepanuii mpoucxoaut nucdy3noHHoe Te-
pepacrpenejieHre aTOMOB U IpUMeceil, BBEICHHBIX
B MOJIYIIPOBOAHUK. YUUTHIBas 3T0, N dy3us urpaet
pelIaoIyI0 poyib B GYyHAAMEHTATbHBIX UCCICAOBAHU -
SIX Y TIPAKTUYECKOM TTPUMEHEHUH TTOTYITPOBOIHUKOB.

MN3BecTHO, YTO arperaTHOE COCTOSIHUE MOXKET OKa-
3BIBATh CYIIECTBEHHOE BIMSHUE Ha muddy3uio aTo-
MOB B MHOTOKOMIOHEHTHBIX noyrpoBonHukax (MIT).
YMeHbllIeHUEe pa3MepoB MOJYIPOBOIHUKOBBIX MTPUO0-
POB IIPUBEJIO K TOMY, YTO TEXHOJOTUYECKIUE TIPOIIECCHI
XapaKTepU3yIoTcs KpaTKOBpeMeHHOCThIO. [1pu aToM
B MII Bo3HUKAIOT HEPaBHOBECHBIE YCIOBUSI; HATIPU-
Mep, MOXET MPOU30UTH HapylleHWe KPUCTAJIIIIIE-
CKOIf CTPYKTYPBI TTOJIYIIPOBOAHUKA U OTKJIIOHEHHUE OT
paBHOBeCHUSI B KBa3UXMMUUECKUX PEaKLUSIX MEXIY
CTPYKTYpHBIMHU KoMmIoHeHTaMu MII. Dto npuBomut

K 00pa30BaHMNIO0 HEPAaBHOBECHBIX KOHIIEHTPAIINA CO0-
CTBEHHBIX TOYEUYHBIX N€(DEKTOB, KOHTPOIUPYIOIIUX
nudoysuo B MII. Panee 6b11 usyueH ciaydyait 6071b-
mux 1 Gy3MOHHBIX UTUH YaCTHUII, KOTAa B IMOTYIIPO-
BOIHMKAX BBITIOJHSIETCS YCIOBUE JTOKAJIbHON 3JIeK-
TpoHelTpanbHOoCTU. OMHAKO ciiydyail Maabix audQy-
3MOHHBIX JJIMH U BBICOKUX TeMIleparyp, korna B MI1
HapyllaeTcs JoKajlbHasl 2JIEKTPOHENUTPaabHOCTh, 13-
y4eH cyabo.

Hwuzkopa3mepHbie TTOTYITPOBOTHUKOBBIE CUCTEMBI
IUPOKO UCCIEAYIOTCS, B YaCTHOCTH, B (PU3MIECKOI
XMMUU, MUKPO- U HaHOBJIeKTpoHUKe. K Takum mare-
puaiaM OTHOCSITCS OMHaApHBIE U TPOWHBIE CYIb(MOUIHI,
Hanpumep TIMS, (M = Ga, In) [1—-4]. MaTtepuaisl
Ha ocHoBe TIMS, o6iamaroT 3HaYUTENLHOH! PoOTO-,
MarHuTO- U TEPMOUYYBCTBUTEIBLHOCTDIO [5—14].

Viyaienue GU3NKO-XUMUYECKUX CBOMCTB IOJIY-
MPOBOIHUKOBBIX MaTepHAIOB CBSI3aHO, B YACTHOCTH,
C ycriexaMyu COBpEMEHHOM TeXHOJIOTUH, (PU3NIECKOM
XUMUW Y XUMAYECKON (DUBKNKH.
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N3yyeHue pU3nIeCcKux SIBJICHUI, TAKUX KaK TpaHC-
MOpT YacTull, MO3BOJSIET YIPaBJsITh CTPYKTYpOIi
U MpeBpalIeHUSIMU XMMUYECKUX BEIeCTB. XapaKTe-
PUCTUKU SIBJICHUI TIEpeHOCca U MEXaHU3MOB B3aUMO-
IEMCTBUS YaCTUIL PACIIMPSIIOT BO3MOXHOCTHU YIIpaB-
JIEHUST CBOMCTBAMU B MHOTOKOMITOHEHTHBIX CUCTEMaX.

OnHako 3JeKTpOHHAS U aTOMHO-MOJIEKYJIsIpHasI
CTPYKTYpBI XUMU4Yeckux yactui B TIMS, usydeHsl
cita6o [15]. AHanu3 BIUSTHUS Cpedbl OTXKHUTa HA OUd-
¢y3uI0 Jerupymroumx npuMeceii B aTUX MaTepuaax
CKYIEeH, U PsIi BOIIPOCOB, B YACTHOCTU CBSI3aHHbBIX
¢ 1M Py3MOHHBIMHU IIpOlieccaMM, OCTacs Hen3y4eH-
HBIM. DTO MOXET OBbITh CBSI3aHO, B YACTHOCTHU, C TPY/I -
HOCTSIMU PELIeHUS 3aa4 XUMUYECKOI TMHAMUKHU, T.€.
C UBMEHEHMSIMM BO BPEMEHM DHEPTEeTUUECKUX U CTPYK-
TYPHBIX XapaKTepUCTUK YaCTHUII TaKUX cucTteM. [lapa-
MEeTPBI TPAHCIIOPTHBIX SIBJICHUI MTO3BOJISIOT YIIyUYIITUTh
XapaKTEePUCTUKU U OTIPEACTUTh OBICTPOIEHCTBHE TIPU -
o6opoB. K TakuM siBieHUsIM oTHOCSTCS A dy3us ya-
CTHUII ¥ MPOTeKaHHWe TOKA B MaTepuasax.

Kpucramumueckoe coenunenue TlGaS, umeer He-
CKOJIbKO MoauGUKalluii, B TOM YHUCJIe MOHOKJIMHHYIO
CTPYKTYpy (IpocTpaHcTBeHHas rpymmna C2/c, Neo 15)
[9]. TIGaS, MoxeT ObITb UCTIOJIB30BAH KaK OTOUYB-
CTBUTEJILHBIM MaTepuan B (POTOHUKE, ONITUKE, HAHO-
U MUKpO3JIeKTpoHuKe [2, 5]. I1To nanHbIM nuddepeH-
IIMaJTbHO-TEPMUYECKOTO aHaIu3a TeMIleparypa IiaB-
nenusa TlGaS, cocrasmger ~ 1170 K [8]. Coennnenue
T1InS, Taxke ©MeeT HECKOJIbKO MOIU(UKALINI, B TOM
yuclie MOHOKJIMHHYIO CIOMCTYI0 CTpYKTYypy (C2/c,
Ne 15) [15].

OnHako B M3BECTHBIX paboTax MO TPaHCIOPTY
B TIMS, 3aBucumoctb koadbdunrenTa mudodysuu ot
TeMIepaTypbl OCTagach HEYYTEHHOU. DTO KPUTUUYHO
IJI TIOJYITPOBOIHUKOBBIX MaTEepHUaOB B IIMPOKOM
Iyana3zoHe pabouyux TeMIlepaTyp U IJIUTEIbHOCTU 00-
JydeHus. B cBS3M ¢ BBIIEU3IOKEHHBIM aKTyaTbHBIM
SIBJISETCS MCCIIENOBaHUE BIIEKTPOHHON CTPYKTYPHI
n 1ud@y3um 9acTUIl B HU3KOpa3MepHBIX CHCTeMax
Ha ocHoBe T1IMS,. Llens paboTbl — MEPBONPUHLIUII -
HBII pacyeT CTPYKTYPHl U MOJIEKYISIPHO-TUHAMMNYE -
ckoe (M/I) moaenupoBaHue Ko3(hULIMEHTa aTOMHOI
Inddysuu 013K Temmeparypsl 1iasieHust TIMS,
(M = Ga, In).

2. MOAEJIb U METOJ PACYHETA

B naHHOM uccienoBaHUM IJs1 KBAHTOBO-MeXxa-
HUYECKHUX PacYeTOB MCIOJb30BaJICs METOM TEOpUU
¢ynkimoHana miotHoctu (DFT). Kpucrannuueckast
ctpykrypa TIMS, (mpoctpaHcTBeHHas rpynna C2/c,
Ne 15) 6pUTa ONITUMHU3MPOBAHA C UCITOJIb30BaHUEM
¢GyHKIIMOHAa B NPUOJUXKEHUN 0000IIEeHHOTO Ipa-
nueHTa (GGA) ¢ momounbio mporpammel ATK [3, 4].
B kauecTBe BaJleHTHBIX 2JIEKTPOHHbBIX KOH(GUTYpaLUit
ncnons3oBanuch Tl — [Xe] 4/145d"06s%6p!, Ga — [Ar]
3d"%4s%4p', In — [Kr] 4d'°5s*5p' u S — [Ne] 3s23p* co-
oTBeTcTBeHHO. DFT-pacueTsl aHepruu cynepbsueek
MUKPODJEKTPOHUKA Ne 2
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TIMS, npoBOAMINCH METOLOM YHCIEHHOTO WH-
TETPUPOBAHUS TIyTEM IreHepaluu k-TOYeK 10 30HE
bpunniosHa ¢ ucnonab3oBaHueM MeToga MoOHKXOP-
cra — Ilaka. Penakcalust mapamMeTpoB pelieTky 1 Io-
JIOXXEHUI aTOMOB KpHCTaJlja POBOAUIACH A0 TeX TOp,
oKa CUJIbl, IeHCTBYIOIIME MEXIY aTOMaMu, He CTalu
meHee 0.05 3B/aM. MakcumanbHOE 3HaYEHUE TeH30-
pa MEXaHUYECKUX HAMNPSOKEHUN B Cynepbsueiike Co-
crasiisiio < 0.1 M3B/A3. ITopor kuHeTUYECKOI 3HEp-
ruu 500 5B gocraTtodeH njis JOCTUXKEHUS] CXOAUMOCTH.
CX0aMMOCTb 3JIEKTPOHHOTO CaMOCOTJIaCOBAaHHOT'O B3a-
UMOIEeCTBYS OblIa TTOJydYeHa TIPU MTOJTHOM pa3HOCTU
sHepruit meHee 107> 3B.

30HHas1 CTPYKTypa 3JEKTPOHHBIX COCTOSTHUIT U 3a-
npeieHHas 3oHa TIMS, paccuutansl MmetonoM DFT
GGA. UcnonbzoBanuck ¢pyHkunoHaisl GGA — PBE
n GGA + U. Bkiag oOMeHHOM 4acT OOMEHHO-KOp-
PESIIMOHHOTO (PYHKIIMOHAJIA B TTOJHYIO 9HEPIUIO CU-
CTeMBI C YUETOM CITMHA d-opOuTaieil onpeaeisics Kak

EGGA+U :EGGA +

YIS s - Sone
D) m,m m,m'"'m’ \m ||
c m m,m'’

rne U — KynoHoBckuit mapameTp; J — OOMEHHBIN Ma-
pameTp; (U —J ) — 3¢ deKTuBHBIN NapaMeTp B3au-
MOJIEUCTBUS; ¢ — WUHAEKC, OTHOCUTCS K CIIUHY; n —
MaTpulia 3anojHeHus1 3d-opOouTaneil ¢ MHAeKCaMU;
m — UHJeKC d-opOuTaneil (KBAaHTOBOE YHCJIO YIJIOBO-
Tro MOMEHTa).

Kpucrannnyeckas ctpykrypa TIMS, ontnmMusnpo-
BaHa U paccuuTaHa. Mbl UCMOJB30BAIU 1BA OOMEH-
HO-KoppeasauuoHHbIX ¢pyHKunoHaia GGA — PBE
n GGA + U co 3nauenuem U — J = 2.1 3B. ®yHK1MO-
Hal GGA + U yMeHblaeT pacCYuTaHHbIE apaMeTphbl
peurerku Ha 0.003 A 1 yBeaMuMBaeT MUpPHHY 3ampe-
meHHoM 30HbI Ha 0.2 3B.

Metonom monekyasgpHoi nuHamuku (M) [1, 16,
17] pemieHO ypaBHEHUE ABUXEHUSI OTAEIbHBIX TUIIOB
(o-tum) atomoB T1MS,, BKiItOUast MOTeHUMABI B3au-
MOIEIHCTBHSA, 3aBUCAIINE OT KOOPAWHAT aTOMOB. Mo-
JIEKYJASIPHO-TMHAMUYECKHNE pacyeThl MMPOBOIUINUCH
¢ ucnoJjb3oBaHueM Tporpammbl Lampps [18]. Huk-
HUI1 MOHOMOJIEKY/IsIpHBII cinoii TlGaS, Obl1 3adux-
CUPOBaH JJisl IpeloTBpallleHUs] ABUXEHUS aTOMOB
O-TUTIA U TIPEIOTBPAIIeHHS BEIXOHA IPYTUX aTOMOB U3
ookca MJI-monenupoBaHus. B 6okce MJI-monenu-
pOBaHUS HUXHUKM MOHOMOJIEKYJIAPHBINA cioit TIMS,
ObILT 3a(pUKCUPOBAH, UTOOBI IIPEIOTBPATUTD IBUXKEHME
aTOMOB (-TUIIa U MPEAOTBPATUTh BHIXO APYTUX aTo-
MoB T1MS, u3 6okca. MonenvpoBaHue NPOBOIUIOCH
C TIEPUOANICCKUMHU TPAHUIHBIMHA YCIOBUSIMU IS
BEPTUKAIbHBIX TUIOCKOCTE! Ha BBIOpAHHOM Tapajie-
nenunene TIMS,. AtomHada cucrema TIMS, onuca-
Ha Kak KaHoHuYeckuii ancam6ab (NVT) [1]. B Takoii
cucteMe uucio atoMoB (), oobeMm (V) mapanienenu-
nega TIMS, u Temmnieparypa 7 mocTtossHHBI. Bpems
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auckpetusanuu M -MoaenupoBaHusl ObLIO BEIOPAHO
paBHBIM 10 peMTOCekyHn (dc) oIt onucaHust Koje-
06aHni1 aTOMOB B KpUcTasimyeckoit pemerke T1MS,
¢ nepuonoM oojee 50 dc. Ilar nHTErpUPOBAaHUS HBIO-
TOHOBCKMX ypaBHEHUI 1BUXKeHUs paBeH 1—2 ¢c. [ar
WHTETPUPOBAHUS B XXKUJIKOM COCTOSIHUM COCTaBJISLI
2 ¢c (mar mo Bpemenu = 0.002).

[Tpu M]I-MoneaMpoBaHUM MCITOJb30BaICS IO-
TEHIMaJI, OMKMCHIBAOIIUI CUIOBOE TOJIEe MOJIEKY-
el TIMS, B TBepnoii u xungkoil ¢asax. IloreHiman
BaH-Iep-BaaJIbCOBBIX B3aMMOIEHCTBUI ObLJI BEIOpaH
B Bue noTeHuuana JlenHapaa—/JIxkoHca (ITOTeHUM -
anm 6—12). To ecTb IJist aTOMHBIX TTap MBI UCTIOIb30-
BaJli CJIEAYIONYI0 (DYHKIIMOHAIBHYIO (hOPMY MOTEH-

waana: U (r) = [ A

—| — |—|, Tme A, B — mapamMmeTphbl
12 i
noTeHMana.

MJI-MoaennpoBaHue UCITOIb30BAJIOCH I paCCMO-
TPEHUsI IMHAMUKU CUCTeMbI ¢ aHcambiieM NV. DHep-
TUs CUCTEMBI ¢ aHcaMbiieM NV ocTtaBajlach ITOCTOSTH-
Hoil. I3HavyanbHO TeMIlepaTypa ObLjla 3agaHa, U Ipu
3aJlaHHOM aHcaMmOJe oHa He yBeJIMUYMBaeTcs, a KO-
JIe0IeTCS OKOJIO 3aJaHHOr0 3HAaYeHUSI. DHEPrUusl CU-
CTeMBI COXpaHsIeTCsI Ha IMIPOTSKEHUM BCETO IIpoliecca
MOJETUPOBaHUS (OT JECATU OO COTEH THICSY BpeMEH-
HBIX I1aroB) B aHcambjie NVT. I'paHUYHbBIE YCIOBUS
napaienenunena T1MS, u pacuet anekTpocraTuye-
cKuX (KYJIOHOBCKUX) B3aMMOIEIICTBUIT omnpeaesieHbI
¢ ToyHocThbio 107°.

Yuciao aTOMOB MOIEJIUPYEMOTO COEIUHEHUS
TIMS, B ogHo(da3HOM cOCTOSTHUM (TBEPAOM WU
xuakom) coctasisio 8000 atomoB, a B 1ByX(a3HBIX
cocTosHUAX (TBEpIOM M XuakoMm) — 16000 atomoB.
MJI-MonenrpoBaHUe TTPOBOIUIOCH B 1Mara30He TEM-
nepatyp oT 300 no 1175 K no cxeme Bepae [19].

Bo6nusn Temmnepartypsl miaBiaeHus TIMS,
(T, (TIGaS,) = 1170 K [8]; T,, (TlInS, ) = 1040 K [16])
Mnpearnoaraaioch, YTo AecTByeT AU PYy3MOHHO-JIU-
MUTHUPYIOLIUI TIPOLIECC Y aTOMbI (YACTUILIbI) ABUXKYT-
¢ yropsanodeHHo. KnHeTnueckast 9HEpTUs CUCTEMBI
TIMS, pukcuposanacs B aHcambie NVT. U3meneHue
KMHETUYECKOM HEPIUY CUCTEMBbI allliPOKCUMUPOBaA-
JIOCh MepeMaciiTabupoBaHUEM CKOPOCTEl aTOMOB Ha
3agaHHOM BpeMeHHOM Iare. KoagpuimeHT nepecue-
Ta CKOpocTeil (A) aTOMOB CUCTEeMbI OIPEIEISICS T10
caenyrolein hopmyie [16]:

M T

T

A= |1+

Tae 1y — HOCTOsIHHAsI BpEMEHU ITOPsIIKa 1 mc.

ACAJIOB

3. PE3VIIBTATBI U UX OBCYXJAEHHWE

3.1. DFT-pacuem TIGasS,

[1pu KpucTa/IM3allMK pacriaBa CTeXMOMeTpuye-
ckoro cocraBa 1 : 1 cucremnl T1,S—Ga,S; obpasyet-
cst coennHeHne T1GaS, ¢ MOHOKJIMHHOM CTPYKTYpOi
U TIPpOCTpaHCTBeHHOI rpynmoit C2/c, 15 [8]. Kpucrain-
nmdeckasd gueiika coenuHenuns TlGaS,, ontumusupo-
BanHas MmetonoM DFT GGA-PBE, noka3zana Ha puc. 1.

DjeMeHTapHas sTYeiika MOHOKJIMHHOM CUCTEMBI
T1GaS, c npoctpaHcTBeHHOI rpymnmoit C2/c nocTpo-
eHa Ha TpexX BeKTopax a, b u c. OHU UMEIOT pa3HylO
IJIMHY, MEXIYy HUMU JBa MPSIMBIX M OOUH KOCOI yroJI.
ITapameTpsl KpUCTAIINYSCKON peIIeTKU Cynepbsueii-
ku coenuHenus TlGaS,, onTMMU3UPOBAaHHEIE C UC-
noyib3oBanueM ¢yHkumoHaioB GGA-PBE u DFT
GGA + U, maio (0.003 A) omiiyaioTest Ipyr OT Ipyra.

Paccuurannsie metonoM DFT GGA-PBE nmapame-
tpol peuretku TIGaS, (a= 10.773 A, b = 10.773 A,
c = 15638 A, o= ?3 = 100.06°) cornacylorcs ¢
BDKCIIEpUMEHTAJIbHBIMU AaHHbBIMU: g = 10.2917 A,
b=10.2843 A, c = 15.1753 A, oo =B =99.603° [8, 9].

[IpaBuibHast OlIeHKa 3aIPELICHHO 30HBI £, sIBIIs-
eTcd npobyemoit npu DFT-pacueTe pyHIamMeHTaIb-
Hoit menu. s cuctembl N 371€KTPOHOB Eg omnpenes-
€TCs1 KaK pasHuIla MeXIy MoTeHIMaaoM noHusauuu (1)
U CPOACTBOM K 3JIEKTPOHY (A) cucteMbl: F . = I —A.
DTO 03HAYaeT, YTO CUCTEMY MOXHO BBIPA3UTh KakK
Pa3HUILYy MEXIY MOJHBIMU YHEPTUSIMU OCHOBHOTO CO-
CTOSTHUSI, TOCTYNHBIMU 11 pacueToB DFT. C npyroii
CTOPOHBI, IIMPUHA 3anpelieHHoi 3006 B DFT-¢op-
manuzme Kona—Illama (KS) onpenensiercs kak pas-
HOCTb MEXIy COOCTBEHHBIMU 3HAUEHUSIMA MUHUMYyMa
30HBI MpoBoauMocTu (CBM) n MakcuMyMa BaJleHTHOM

. KS
soubl (VBM): E,” = pcpyr — Wypy- B pamkax KS DFT
5TU IBE€ BEJIUYUHBI Eg u EgKS OTJIMYAIOTCS APYT OT
JIpyra pa3pblBOM MPOU3BOIHOM: Eg = E;fs +Axc.
OOMEHHO-KOPPEIALMOHHbIE (DYHKIIMOHAIBI (A y- ),

Harnpumep, Ha ocHoBe LDA u GGA, 3aBUCST OT 3J1eK-
TPOHHOM MJOTHOCTU U UMEIOT pa3pbiB MPOU3BOAHOM,

Puc. 1. OntumusupoBanHas stueitka DFT GGA-PBE
kpucramwia T1GaS, ¢ MOHOKIHHHOI CTPYKTYpOii.

MUKPOSJIIEKTPOHUKA ToM 53 Ne2 2024
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Puc. 2. 3onnas crpykrypa coennnenust 11GaS,, pac-
cuutanHas MetonoM DFT GGA-PBE. Cocrosinus B 00-
JIaCTH OTPULIATEILHON SHEPTUM ITPUHALIEXAT BaIeHTHOM
30HE, a COCTOSHUS B 00JIACTU TOJIOKUTENLHO HEPIUK
NPUHAIEXKAT 30HE MPOBOAUMOCTH.

paBHBI HYJIO 151 TBepabIx Tea [20]: A];(?A’GGA =0.
OTO MPUBOIUT K OIIMOKAM B pacueTe LIMPUHbI 3ampe-
meHHo# 30Hb MeTogoM DFT mpu ucrnosib3oBaHUU
atux npubnavkenuii. CioxHbele (GyHKIIMOHAIBI, Ta-
kue Kak ruopugabiec GGA, yYnTHIBaloOIIe BKIag Op-
OuTaeil, MO3BOJIIOT UCTIPABUTH Pa3phIB IIPOU3BO/I -
HOi1 A yc. B aTOM ciyuae oLieHKa 3anpelieHHON 30HbI
BKJTIOUAET pa3IndHbIe BKIIAIbI.

Hamu uccinenoBaHo BausHue (HYHKIMOHAIOB
GGA-PBE [21, 22] u GGA + U [23] Ha 3HaueHue E,
npu DFT-pacueTe 21eKTpOHHOI 3aMpelieHHON 30HbI
T1GaS,. ®yukunoHansl GGA-PBE u GGA + U sas-
Js10TCs 3P HEKTUBHBIMU MOTEHIIMAJIaMU JJIsl pacueTa
metonoM DFT npubau3uTeabHOM 3arpelieHHOM 30HbI
TlGaS,.

3oHHas cTpykTypa coenuHeHus T1GaS, , paccuu-
TaHHas ¢ McnoJib3oBaHueM ¢pyHKimoHaioB GGA-PBE
n GGA + U, He3HaunTenbHO MeHseTcs. Paccuntan-
Hoe metonoM DFT GGA-PBE 3nauenue Eg coeIvHe-
Hust TIGaS, (E, = 2.37 5B) MeHbLIe 110 CPAaBHEHUIO
C 9KCTICPUMEHTAIBHBIM 3HaYCHNEeM E, = 2.62 3B (tipu
77 K [8]). 3nauenue E, TlIGaS,, moayueHHOEe MeTO-
nmoMm DFT GGA-PBE, takxke Ha 0.2 3B Hmke 3Hage-
Husl E,, TIOJy4EHHOTO C MCTIOIb30BaHUeM (DYHKIIMOHA-
1na GGA + U. Ha puc. 2 nnpencrapjieHa 30HHas CTPYK-
Typa coenuHenus TlGaS,, paccyuTtaHHasg METOLOM
DFT GGA-PBE. B 3one bpuumiosHa MOHOKJIIMHHOM
pewerku T1GaS, BepX BaJleHTHOM 30HBI JIOKATU30BaH
B TOuKe cuMMeTpuu G, a HU3 30HbI IPOBOAUMOCTHU
pacmojioXeH BAOJIb JUHUU cuMMeTpuu I — Y.

CHeKTpbl 3JIeKTPOHHOMN MJIOTHOCTU COCTOSIHUIA
(DOS) conepxat HU3KO3HEPreTUUECKUE TTUKHU (BKJIa
opbouraneit Ga-3d tipu sHeprum —16 3B; Bkitam op-
ourtaneit Ga-4s u S-4s npu sHepruu —14 »3B; Bkan
T1-5d-op6urtamm nmpu sHeprum —11 3B, Bkiag T1-6s-op-
ouTaseit npu sHeprun —8 3B. Bepx BajieHTHOI 30HbI
MUKPOSJIEKTPOHUKA Ne 2
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00pa30BaH p-COCTOSIHUSIMU aTOMHbBIX opbOutaneit S-3p,
Ga-4p u Tl1-6p coorBeTcTBEHHO. JIHO 30HBI IPOBOIK-
MoOCTU (OpPMUPYETCST IPEUMYIIECTBEHHO B AMaIia3o-
He sHepruii ot 0.5 mo 5 3B 3a cueT BKiIaga opOUTaIb-
HBIX COCTOSSHUI HE3aHSITBIX p-COCTOSIHUM METaJJIOB
(Ga-4p', T1-6p).

3.2. Mughgpyzuonnoe MJI-moodeauposanue

ITpu BbIpalIMBaHUU KPUCTAJIOB, TIJIEHOK U HaHO-
CTPYKTYpP TPOWMHBIX XaJIbKOT€HUIHBIX TTOJYITPOBOIHU-
KOB U3 XUIAKOCTU MPOUCXOIST pa3IMuHble XUMUYE-
cKkue U (pusnvecKue sBIeHus, HarpuMmep nuddysus
aTOMOB METaJIJIOB U XaJIbKOT€HOB, a TakKXXe XUMHUYe-
CKMe peaklMy Ha TpaHuliax a3. DTU SABACHUS MPU-
BOIAT K YIYYIIEHUIO WJIM YXYIIIEHUIO C(POPMUPOBaB-
HIMXcsl CTpyKTyp. M3yueHune aTux siBIeHUT HE0OXO-
JUMO JU1sl TOBbILIEeHUS 3((HEKTUBHOCTHU YIIPABIEHUS
cBoiicTBaMu MatepuanoB. OTHUM U3 CITOCOOOB U3Y-
YeHHs 3aBUCUMOCTH CBOMCTB OT CTPYKTYpbl MaTepua-
JIOB SIBJISIETCSI METOMT MOJIEKYJIIpHOU nuHamMuku. B M1,
KaK M3BECTHO, 9BOJIIOILIMIO BO BpeMEHU CUCTEMbl B3a-
UMOJICHCTBYIOLIMX aTOMOB WJIM YaCTUIL OTCIAEXUBAIOT
MyTeM MHTETrPUPOBAHUS X YPaBHEHUI JBUXKEHUS.

J.=—-DAC/Ax

&)

)
= >
=
<
S,
[
o
(]
=
T
o
Y

Ax
ITotok J,
PaccrogHue x

Puc. 3. Wnmoctpauns nepsoro 3akoHa ®uka. Yactuia-
MM MOTYT OBITh aTOMBI, MOJIEKYJIbI WJIX CTPYKTYPHBIE KOM-
noneHts! TIMS,. Tlepserit 3akon @uka W1 M30TPOIHOlM
cpensl 3anuceiBaercs Kak J , =—D (6C / 8x> , e J, —
notok yactull (nuddy3uoHHbIi MT0TOK); C — MIOTHOCTh
yacTull (KOHIeHTpalwus); D — KoaduiueHT nuddy3un
(nnu K03 GHULMEHT NTPONOPLUMUOHATIBHOCTH) paccMaTpu -
BaeMbIX TUIIOB YacTUll. 3HaK “MUHYC” B 9TOM YpaBHEHUU
yKa3bIBaeT Ha MPOTUBOIIOIOXHBIE HaMIpaBieHus1 1uddy-
3MOHHOTO MOTOKA U IPaJueHTa KOHUEHTPALIUY.
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3.2.1. Jlugpghysuonnas modens

Auddysusi, Kak U3BECTHO, TIPEACTaBIsIET COOOM
Mpoliecc, IPUBOISIINIA K BBIpABHUBAHHUIO KOHIICHTPA-
muu. ITpu BeIOOpe Momenu nuddy3uu OyaeM paccMa-
TPUBATh NMOTOK AUGGYHAUPYIOUIMX YACTUI] B OMTHOM
U3MepeHuHr (HalpasjeHUe X), MOKa3aHHOM Ha puc. 3.

Hna onpeneneHus KoadduimeHToB 1uddy3um ot-
JeJIbHBIX aTOMOB 3JIEMEHTOB TPOMHOTO XaJIbKOTEHU/I-
Horo coenuHenus TIMS, uUcCnonb30BaIUCh ClaeLylO-
1I1e MPUOIVKEHUS:

1. KoadduuueHts nuddy3un He 3aBUCIT OT KOH-
LIEHTPALIMY XUMUYECKUX BEIIECTB.

2. Iuddy3us ogHOMEpHA 1 TpagueHThl KOHIICH-
TpalUU XUMHUYECKUX BEILIECTB MPUCYTCTBYIOT TOJBKO
10 TOJIIIUHE CJI0SI XMMHUUECKOTO COSIUHEHMSI.

3. XKuakue miaeHKu CTPYKTYPHBIX €IUHUL] COe-
IUHEHUS paccMaTpUBAIOTCS KaK MOTyOeCKOHEUHBIE
ndGy3NOHHBIE CUCTEMBI XUMUIECKUX BEIIeCTB. DTO
yCJIOBME O3HAyaeT, YTO YacTh KaXJAO0ro CJIosl OCTaeT-
csl He3aTpoHyTol auddy3ueii Bo BpeMsl TIaBIeHUS
COEIMHEeHUS.

4. Inddys3us aBasieTcsi OCHOBHBIM MEXaHU3MOM
BOJIM3M TpaHUILI TBEPIOTO Tela U KUIKOCTU. dpyrue
MEXaHU3MBI, TaKHe KaK XMMUYeCKHe peakluy 1 aJco-
pO1LYsI, OOBIYHO AEHCTBYIOT OBICTPEE U HE KOHTPOJIU-
PYIOT IPOLIECCHI.

5. Anddy3usg XMMUYECKUX BELIECTB ITPOUCXOIUT
B omHO(pa3HOI cucTeMe.
Pemenue Broporo ypasHeHust @uka
ac . 9°C
> _pZlx
ot Ox?
B cllydyae 0€CKOHEUHBIX pacnpeneaeHuii mo odbe cropo-
HBbI TpaHULIbI pasaeia ¢pa3 XMUMUISCKOTO COSIMHEHMUS
(ipu x = 0) cTaHOBUTCS TOMOJHUTEIbHON (DYHKIIMENH
omm0boOK pacyeTra
C(x,1)= [& erfc Los ,
2 2(Dt)"
rae D — koabdunuent nuddysumn; C — KOHUEHTpa-
undg auddyHampyommx yactul; C, — HadyaabHOE 3Ha-
yenue C; t — Bpems nudhy3uu.

3.2.2. MJ[-modeauposanue

ITpu M/I-MonennpoBaHUM UHTETPUPYETCS CUCTEMa
CBsI3aHHBIX IU(p depeHIaIbHbIX YpaBHeHUI (YpaBHE-
Huit Hetorona) [16, 24]

mi% = ZJ:FQ (r,-,rj) +Zj:2k:F3 (ri,rj,rk) +.. (D)
dr;

Zi_

dt
e m; — Macca atoma i; F, — cunoBad yHKUUA Iap-
HOIO B3aUMONEHCTBUA Mexny atomMamu; F; — dyHK-
UM TPEXYACTUYHOTO B3aUMONEWUCTBUS; I, U V;
BEKTOPbI MOJIOKEHUSI U CKOPOCTU aToMa i.

Vi,

ACAJIOB

CunoBBIe YJICHBI SIBJISIFOTCS IIPOM3BOAHBIMM SHEP-
FeTUYECKUX BBIpAXKEHU. B 3TUX BhIpaKeHUSIX SHEP-
TUs aToMa [ 3anrcaHa Kak (PyHKIIUS TTOJ0XEHUS ero
caMoro 1 Ipyrux aTOMOB.

ITpu M/I-MonenupoBaHUU YIOOHO COXPAaHUTh OMHO
WJINA HECKOJIBKO WIEHOB F,, F; B ypaBHeHuu (1). Otu
ypaBHEHMUSI TTO3BOJISIIOT OMUCATh 3BOJIIOLIMIO CUCTEMbI
BO BpeMeHHU. B aToM oTHOLIeHH M/I-pacueTsl UMEIOT
MPEeMMYIIECTBO Tiepen ab initio-pacyeTaMu 3J1€KTPOH-
HOW CTpyKTypbl. MJI-pacueTbl MO3BOJISIIOT OMUCATh
ITWHAMHWYECKOe MOoBeNeHNe aTOMHOM CHUCTeMBI 6e3 pe-
meHus ypasHeHus penuHrepa Ha KaxIoM BpeMeH-
HOM IIIare.

B cucreme TIGaS, npennosnarajiock, 4To XMMHUYE-
CKMe 4acTULbI (ATOMBI) TUIIA O PaCIIPOCTPaHSIIOTCS 3a
cuet nud ¢y3uu. I1pu xaoTnyecKoM ABMKEHUN YaCTHIL
X cpelHeKBaapaTudHoe cMmelneHue (MSD) xapakTe-
pU3yeT OTKJIIOHEHUE IBUKEHUS OT UCXOAHOTO MOJIOXKEe-
HUS C TeueHreM BpeMeHU. Tpaekropust yactuiibl MSD
pPacCUMTBIBACTCS 110 YPABHEHUIO

MSD={ax} (1))= <|r,.u (1) =1 (0)|2> -
_NLQ@I%I fi (1) 1 (0)F )

Iae I, (t) — KOOpAauHaTa i-i yacTuuel Tnna £; N, —
0o0l1Ie€e YMCIIO YacTUll TUNa .

[Mpeanonoxum, yto crpykrypa TIGaS, umeer
TpeXMepHYI0 U30TPOITHYIO PEIIeTKY, B KOTOPOM Ja-
CTUIIBI MUTPUPYIOT CKaUYKaMM MEXIY COCETHUMM y3-
Jamu. B Takoil pelieTke MexXay COCETHUMU y3JaMu
OyzeM CUMTaTh, YTO PACCTOSIHUE PABHO I, U aTOMBI O
COBEpIIAIOT # CAYyYalHBIX CKAauKoB 3a Bpems t. Toraa
MSD wacTii TMIAa o GYIeT PaBHO . (1)= na’.

10tr /1 —Ga
2—TI

100 3—S 3
S
?ié

102k 1170 K

Liquid T1GaS
103k q 2
1074 L
103 102 10! 100 10! 102
1, TiICc

Puc. 4. MD-paccunuraHHas BpeMeHHasi 3aBUCUMOCTb
CPEeIHEKBAIPATUIHOTO CMEIIeHUsI AaTOMOB COEIMHEHUS
T1GaS, B xunkom cocrostuu mpu T = 1170 K. Hux-
HSIS TIpsiMasi IMHUSL 10 TOYKU Mepernda COOoTBETCTBYET
b bY3MOHHOMY PEXUMY.
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4+ 1170 K I Ga
o Liquid TIGaS, 2 —Tl
e (L 3-8
© 1
= = :
= 2 s
s
Q 2

o 20 40

t, 1IC

Puc. 5. MD-paccunranHasi 3aBUCUMOCTb KO3 pUIIeH-
ta muddysun atromos coennnenns 11GaS, B xunkom
coctosinuu (T = 1170 K) ¢ yueToM cpenHeKBaapaTUIHbIX
CMEeIIeHUt aTOMOB B MOMEHT BPEMEHH 1.

Koaddunuent nuddysun cepruyeckoii ;IaCTI/IHBI

n
MOXHO ONpPEIEIUTh 0 ypaBHEHUI0 D, = TR Orcto-

na i KoadbdbuureHTa nuddy3ur aTOMOB CO cllydaii-
HBIMM CKauyKaMM mosydaem [16]:

. <Ar§(t)> 1/ 2
D“:tlinf‘o 66 6N, ;h}a(t)*fiu(oﬂ - ()

CpenHecTaTUCTUYECKOE YUCIO AU PYHINPYIOIINX
aTomoB cucteMbl T1GaS, ¢ M30TpomnHOI peneTKoi 3a-
BUCHUT OT BpeMeHU nuddy3un. B n3orpomnHoii cucreme
MocCJIenoBaTeIbHbIE CKAYKM aTOMOB HE3aBUCUMBI IPYT
OT JIpyra U aTOMbl peJIaKCUPYIOT CPaBHUTEIbHO M-
TeJIbHOE BpeMsl. 3aTeM OHM MUTPUPYIOT U3 OMHOTO y371a
pelieTku B cocenuuii y3en. Tounoctbs M/I-pacueToB Ko-
adPpunmenTa 1 y3un aTOMOB TaKOI CUCTEMbI TTOBBI-
11aeTcs 3a CYeT MCIOJIb30BaHUSI OTHOCUTEIBLHO OOJb-
LIKX BEIOOPOK aTOMOB 1 BpeMeHU Auddysuu.

it
2
=
2
E)
ol i
2
6 L L L L L L L L L J
0.8510 0.8583 0.8658
1000/7, K-1

Puc. 6. TemnepaTypHasi 3aBUCMMOCTb PACCYUTAHHOTO
koadduumenra qudpdysuu aromos T1GaS,: 7 — ran-
JINiA; 2 — TaJuIuiA.
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B pacuetax mpeamnosarajiock, YTo JBUXKEHUE aTO-
MOB CUCTEMbl MPOUCXOJUT B TaK Ha3bIBaEMOM AUPD-
(by3MoHHOM pexuMme U ero CKOpOCThb OTpeaessieTcs
TOJbKO nuddy3uneit aTOMOB TUIA o, U APYTMX aTOMOB
T1GaS, uyepe3s cioil xunkoctu. B npubnxeHun jo-
KaJbHON HeUTpanbHOCTU AU( Y310 TAKOIO aToMa
MOXHO onucaTh ypaBHeHHeM (2). Pe3ynbraThl pacue-
ToB MSD atomoB coenunenud TlGaS, B XuIkoM co-
CTOSTHUY TIpEACTaBJIEHbI Ha puc. 4.

MD-paccuutaHHasi BpeMeHHasi 3aBUCUMOCTb
Koadpunmenta 1ud@y3um aTOMOB B COCIMHEHUU
T1GaS, B XMIKOM COCTOSTHUM ITPUBENEHA HA PUC. 5.

3naveHus mwiato 3asucumoctu Dy (1) Ha puc. 5 1o-
crurarpTcs yepes 4 1c. BerunciaeHnHsie ko3¢ huimeH-
Tel 11 @y3un atomoB TIGaS, BOmM3u TeMners)aTy?bl
niasienus (1170 K) cocrasnsior: Dy = 2.3107° cm /c,
Dg, = 2.510 em?/cu Dg = 2.110~° em?/e.

C yuerom pesynsratoB M D-MonenrpoBaHus Koad-
¢dunuenra nuddysuun aromos TlGaS, B nHTEpBaAIE
1150—1175 K noctponnu 3asucumocts D, =f(1/T)
(puc. 6); oHa OIMUCHIBAETCSI 3aKOHOM AppeHunyca

D, (T') =Dyexp(—E, / kgT),
rne Dy — npensKCnoHeHInalbHbIii MHOXUTEND; £, —
MaKpOCKOIMUYecKasl SHEPrusl akTUBaLuK; ky — I1oO-
cTostHHas bosbliMaHa.

DHeprus akTuBauuu 11 hy3un 1Jisi aTOMOB O-TUTIA,
paccyuMTaHHas MO 3TOM 3aBUCHUMOCTH, COCTaBIISIET
0.113 3B (w11 atomoB rayumst) u 0.115 3B (w11 atomoB
TaJ/UIHA) B XUIKoM cocTossHuu T1GaS, coOOTBETCTBEHHO.

N

NN
4

g’ ﬂ L
N

Bl

Puc. 7. [puMuruBHas staeiika kpuctamia T1InS, ¢ mo-
HOKJIMHHOI CTPYKTYpOIi.

”/

a
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3.3. DFT-pacuem TlInS,

IIpencraBnenHas Ha puc. 7 21eMeHTapHas sT4yeiika
TlInS, MOHOKIMHHON CHUCTEMBI IIOCTPOEHA Ha TPeX
BEKTOpax @, b U ¢, UMEIOLINUX Pa3HYIO IJIUHY C IByMSI
MPSIMBIMU Y OMHUM HEMPSIMBIM YIIaMU MEXIy HUMU.

[TapameTpsl kpuctaummueckoil pemerku TlInS,
DFT GGA-PBE, paccuntanHble HaMH, COTJIACyIOT-
Csl C 9KCIePUMEHTATIbHBIMU JaHHBIMU: a =10.942 A,
b =10.484 A, ¢ = 15.606 A, aa=B = 100.6° [8, 15].
Breruncnennsle mapameTpbl pemeTku TlInS, co-
crapasior: a = 11.147 A, b = 11159 A, ¢ = 15.378 A,
o=p=96.883".

3.4. Jugppysuonnoe MD-modeauposanue TlInS,

Pe3ynbraTel pacueToB cpegHEKBaApaTUYECKO-
TO CMellleHUs aTOMOB o-Tuna coenuHeHus: TlInS,
B XMIKOM COCTOSTHUU TIPEACTaBICHBI Ha puc. 8.

101 |
100 7—1In /3
- 2—TI
i o-f IS
=
102} 1045 K
03k Liquid TlInS,
10-4
103 102 10! 100 10! 102
1, TIC

Puc. 8. Teopernueckast 3aBUCMMOCTb CpEITHEKBAIPATHI-
HOTO CMEIIECHHUsT aTOMOB a-Trna coenunenust T1InS, or
BpeMeHHM B XuaKoM coctosgHuu pu 1 = 1045 K. Hux-
HSS TIpsIMast JIMHUS 0 TOYKHU Iepernba COOTBETCTBYET
IUDDHY3NOHHOMY pEXUMY.

1045 K
I Liquid TlInS,

t, ic

Puc. 9. Boruucnennsie Mmetonom MD koadduiimeHTH
nubdysun atomos a-tuma coenunenus THInS, B xun-
KOM COCTOSTHUU C YYETOM CPEIHEKBAIPATUIHBIX CMeEIIe-
HUI B MOMEHT BpemeHHu 1, T = 1045 K.

ACAJIOB

3aBucuMocTh KoaddureHTa 1uddy3unu aToMoB
B XHUIKoM coenrHeHnn TlInS, oT BpeMeHU IO naH-
HbIM M D-pacueToB npeacrablieHa Ha puc. 9.

3HayeHUs MJjaaTo Ha pUc. 9 TOCTUTAIOTCS Yepe3
4 nic u garT KoddpduunueHTs AUbdy3un aToMOB
TlInS, B XuakoMm cocTtosiHuu mopsinka 107> cm?/c.
DTa BeIWYMHA XapaKTepHa IS TTOJyIIPOBOTHUKOB
MIpY BBICOKMX TeMIlepaTypax. B6au3u Temmeparty-
pul mtasnenus (7,, = 1045 K) coenunenna TlInS,
pacyeTHble 3HaueHus D, U1 OTAEIbHBIX aTOMOB CO-

CTaBJSIIOT: Dy = 2.6107° CM2/C, Dy, = 2.5107° CMz/C
u Dy = 2.1107° CM2/C. 3HauyeHud £E, mig oTaeNb-
HBIX TUIIOB aToMOB coenuHeHus TlInS,, paccuu-
TaHHbIe B XuAKoM coctossuuu (7, = 1040—1050 K)
o 3aBucuMocT AppeHuyca, cocrasisior: 0.117 3B

(st atomoB rayutust) u 0.111 3B (o1 aToMoB MHIMS)
COOTBETCTBEHHO.

KOH®JIUKT MHTEPECOB

ABTOp 3asBJsIeT, YTO Y HEro HeT KOH(IMKTa
MHTEPECOB.

BbIBO/IbI

Hcnonp3oBanue pynkuumonaia GGA + U B pacue-
Tax DFT HecKoJIbKO YMEeHbIIIaeT apaMeTphl pellIeTKU
U YBEJIMYMBAET LIMPUHY 3allpellieHHoi 30Hbl TIMS,
(M =Ga,In) no cpaBHEHUIO C 3KCIIEPUMEHTATbHBIMU
nanHbiMU. [Tapamerpsl pemetku coenuneHuit TIMS,,
paccuutanHbsle MeTonoM DFT GGA-PBE, cornacyior-
€SI C DKCIIePUMEHTAIBHBIMU JTaHHBIMH.

N3 pacuetoB DFT GGA-PBE 30HHOIT cTpyKTY-
pel TIGaS, cienyer, 4To Bepx BaJeHTHON 30HBI 00-
pa3oBaH p-COCTOSTHUAMM aTOMHBIX opouTaneii S-3p?,
Ga-4p' u Tl-6p' coorBeTcTBEHHO. JIHO 30HBI TPOBOIN-
MOCTU (hOPMUPYETCS 3a CYET BKJIAJOB OpOUTAIC He-
3aHATHIX p-cocTossHuil Ga-4p' u TI-6p' npu sHEprusaXx
ot 0.5 10 5 3B. Bepx BajleHTHOI1 30HBI (hopMUpyeTcs 3a
CueT BKJIAJOB aTOMHBIX OpOUTAsIEi p-cOCTOSAHUI S-3p*,
Ga-4p' u Tl-6p' coorBercTBeHHO. [IpsiMas 3ampeLieH-
Has 30Ha MEXITy THOM 30HBI ITPOBOIUMOCTH M BEPXOM
BaJIeHTHOI 30HbI cocTasiisieT 2.37 aB. O1o 3HaueHue
OJIN3KO K IKCIIEPUMEHTATbHBIM JaHHBIM TIPU HU3KUX
temneparypax: 2.62 3B ipu 77 K.

B nipubnmkeHUn TOKaIbHON HENTPaTbHOCTA MO-
genupoBany 1ud@y3no aTOMOB B TPOMHBIX COEIM-
HeHusax TIMS, (M = Ga,In). MonekynsapHoe nu-
Hamuyeckoe (MJI) moaeaupoBaHue KoadduiumueHTa
aubdysun (D,) atomos coenunenus TlGaS, moka-
3bIBAET, YTO TeMIepaTypHasi 3aBUCUMOCTb D, BOIU-
31 Temneparypsl Iiasitenust TlGaS, (7, = 1170 K)
MOTUMHSIETCI 3aKOHY AppeHuyca. M/l-paccuuraHHbie
sHaueHud D, B xunkoM cocrosHun TlGaS, cocras-

nsor: Dy = 2.3107° em?/e, Dg, = 2.5107° em?/e

Dy :2.11075CM2/C npu 71,, = 1170 K. DHep-
rus aktuBauuu audodysuum atomo TIGaS,, pac-
CUYMTAaHHAad U3 3aBUCUMOCTH D, :f(l / TS npu
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1150—1175 K cocrasager 0.113 gnsa atomoB Ga
u 0.115 3B gna atomoB TI coorBeTcTBeHHO. Paccuu-
TaHHbIe KO2(hduumeHTs auddy3uu aToMoB BOJIU-
3u TeMmnepatypsl mnasiaeHus (7, = 1045 K) coenu-
HeHusa TlInS,, monydenusle Metonom MJI, mnsa or-

JEJbHBIX aTOMOB COCTaBIANT: Dy = 2.6107° CMZ/C,

Dln

=25107° CM2/C n Dy = 2.1107° CMZ/C. DHeprus

akruBanuu aromos TlInS,, paccuntaHHasg B XKUIKOM
cocrostHuH ( 7,, = 1040—1050 K), cocrasser: 0.117 3B
(nnst atomoB rayust) u 0.111 3B (111 aTOMOB MHAMSA)
COOTBETCTBEHHO.
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Density functional theory (DFT) using the generalized gradient approximation (GGA) made it possible
to optimize the crystal structure, calculate the lattice parameters and band structure of TIMS, (M = Ga,
In) semiconductor compounds with a monoclinic structure (space group C2/c, No. 15). DFT calculations
of the structure of compounds were expanded using two exchange-correlation functionals GGA-PBE and
GGA + U (Uis the Coulomb parameter) with a value of U — J = 2.1 eV (effective interaction parameter).
Thermal diffusion coefficients (D,) of atoms of individual types (a), i.e. atoms of thallium, gallium, indium
and sulfur near the melting point of the compound were calculated by the molecular dynamics (M D)
method. The values of atoms were obtained in the local neutrality approximation using the canonical MD
ensemble. The values of the atoms were corrected to take into account the root-mean-square displacements
of the atoms at a given time and temperature. The dependences D= f(1/T) of atoms, described by the
Arrhenius law, were constructed. The activation energy of atomic diffusion was calculated.

Keywords: semiconductor ternary compounds, layered structure, TIGaS, and TlInS2, DFT GGA, molecular
dynamics, canonical MD ensemble, diffusion coeflicient, liquid state
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