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Anomauisn. [ eupiwiennss akmyansHoi 3a0a4i OMpUMAHHS NOIIKPUCMATIE HIMPUOY TALi0 3aNPONOHO8AHO GUKOPUCMO8Y8AMU ANd-
Pam 8UCOKO20 MUCKY MOPOIOANbHO20 MUNY, OISl IKO20 CKOHCMPYUOBAHO POCHOBY KOMIPKY 0151 nposedents nepekpucmanizayii GaN
3 pozuun-posniasy Fe—Ga—N memooom memnepamyprozo epadienma.

Memoro pobomu € 00cniOdHCeHH MENI0BO20 CMANY KOMIPKU | 6CIAHOBNEHHS ONMUMATLHUX YMO8 DE3UCIUBHO20 HA2PIBANHS anapama
BUCOKO20 MUCKY, WO 3abe3neuyoms HeoOXIOHI po3nodinu memnepamypu o kpucmanizayii GaN.

TIposedeno komn tomepHe MOOEIOBAHHA MENNI0B020 CAKY anapama eucokozo mucky. Keazicmayionapmy 36 ’azamny 3adauy erekmpo-
i menionpogioHoCcmi 8UPIuLY8anu MemoooM CKIHYeHHUX eleMenmie. Busnauerno enaus konghizypayii oocepena GaN na xapaxmep 3minu
mepmoeneKmpudHux napamempie anapama UcoKo20 miucky 8 npoyeci nepekpucmanizayii GaN.

B pesynbmami po3paxyrkie ompumano nojs memnepamypu i 2padieHma memnepamypu 8 00Caioxcysanii cucmemi oxcepeno GaN—
pozuun-posnnag Fe—Ga—N-nonikpucman GaN na nocuioognux emanax npoyecy Kpucmanizayii. Busnaueno, wo npoyec nepexpucma-
nizayii GaN 6 ymoeax 6Ucoko2o mucky i memnepamypu npusooums 00 3MEHUEHHS 2pAdiEHMa MeMnepamypu 6 poOCmosit cucmemi i
3POCMAaHHs. NOMYHCHOCMI HAZPIBAHHS anapama ucoko2o mucky. Lle 8iobysacmucs 6Hacaiook sminu NPoGIOHUX 61ACMUBOCHell POC-
MoB8020 cepedosuwid 8 pe3yibmami ymeopenns nepexpucmanizosanoi gasu GaN.

3anpononosana memoouxa Komn 1omepHo2o MOOen08an s 003601A€ NPOEKMYBAMU KOMIPKU | 600CKOHANIOBAMU PEHCUMU SUPOUY)-
sanns kpucmanie GaN memooom memnepamypHozo epadienma.

Knirouogi cnosa: nimpuo raniro, anapam eucoko20 mucKy, KOMipKa, meniogutl Cman, nepekpucmanizayis, Memoo CKiH4eHHUX enemMenmie.

Beryn

Ha chorofiHi akTyaizyBajJoCh MUTAHHS CTBOPCHHS
TBEPJOTUILHUX €HEProe(eKTUBHUX HAIIBIIPOBIIHHKIB,
3MaTHUX IPAIfOBAaTH 32 €KCTpeMaIbHUX yMoB. OnuH i3
HHUX — HITPH] TaJTiF0 — IPSMO30HHHUIT HAITiBIPOBITHHK, IITH-
pHHa 3a00pOHEHOT 30HH SKOTO cKianae 3,4 eB.

Ha BigMiHy Bif TpaJUIIIHHUX EMITAKCIHHUX METOIIB
orpuManHs kpuctaiiB GaN (rizpuaHa napodasHa ermiTak-
Cisi, CHHTE3 Y HaTpi€eBOMY IOTOIli, aAMOHOTEPMIYHA eITiTaK-
cis) B [HcTuTyTI HaaTBepaAMX MartepianiB iM. B.M. Bakyns
HAH VYxkpainu po3pobuiu meros kpucraiizaiii GaN B Tem-
MepaTypHOMY TPaIi€HTi i3 PO3UMH-PO3IUIABHOI CHCTEMHU
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Fe—Ga—N 3a BUCOKHX THCKY i Temmeparypu. [Ipu oMy
BUKOPHCTOBYIOTH arapaT BUCOKoro TUcKy (ABT) Topoina-
JIBHOTO THITY 3 JiaMeTpoM 3arin0ieHHs 40 MM, B IKOMY
peaizyloTh pi3Hi BapiaHTH 30UpaHHs KOMipKH, 1110 3a0e31e-
YyIOTh HEOOXimHUH Tepmobapuunuii cran (1500-2000 °C,
4-8 TITla) mpoTsAroM TpPUBAJIOTO Yacy KpHCTaji3amii
(~ 17 rom). Omxe, kpucramizaiist GaN BiiOyBaeThCsl B KOMip-
ui ABT 3a paxyHok ii monepeJHbOro CTUCKaHHS 3 HACTYII-
HUM HarpiBaHHSAM IPSIMHUM IPOIYCKAaHHSAM €JIEKTPUYHOTO
CTpYMy 4epe3 eNIEKTPOPE3UCTHBHUI JaHIFOT. AOCOIIOTHI
3HAUCHHsI TEMIIEPATyPH 1 TOIOJIOTiS TEMIEPAaTyPHUX IOJIiB
B KOMIpII JOCSTarOThCsl 0aJaHCOM MOTYXHOCTI JDKepel
JOKOYJIEBOTO TeIla 1 TEIUIOBIBOIOM B CHCTEMi OXOJIO-
okerHss ABT. OnrtuMizanito TEmIOBOTO CTaHy POCTOBOI
CHCTEMH MPOBOJISTH MOJICIIIOBAHHSM 32 PaXYHOK €(DEeKTHB-
HOTO MiI00py KOH(Irypalliif, CK1ajiB Ta po3MipiB HarpiBa-
YiB 1 €JIEMEHTIB TEII0130JIA 11 KOMIpKH. 3 OTJIsY Ha CKITa-
HicTb reometpii ABT ananiTuaauii po3B’si30k Takoi 3a1a4i
HEMOXKJIUBHIL, 2 BU3HAUCHHS TAPAMETPIB €JICKTPOPE3UCTUB-
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HOT'O JIaHLIIOTa 3a JOIOMOTOI0 €KCIIEPUMEHTIB € TeXHOJIO-
TiYHO TPyJOMICTKMM. ToMy HOLIJIBHUM € 3aCTOCYBaHHS
KOMH’IOTCpHOFO MOACIOBAHHSI METOJ0OM CKiH‘IeHHI/IX [SA1 (S
MeHTiB (MCE), ebeKTUBHICTB SKOTO MiATBEPKEHO B Oara-
ThOX poboTtax [1]-[8].

Ilonepennbo Hamu B [6]-[8] 3MonenboBaHO BILUIKB
Ha TEIUIOBUH CTaH KOMIPKM CHHTE30BaHOI (a3u HITpumy
TaJio Mpu cTajiit KoH}irypaiii Horo mpxepena. Aje B pe-
3yJIbTaTi IPOBEICHUX €KCIIEPUMEHTIB BUSBIIIH, IO B IIPO-
reci kpucranizanii GaN mkepeno 3MiHIOE po3MipH 1 yTBO-
pro€e BUIYKITy c(heporo1ibHy IOBEPXHIO B 00J1aCTi KOHTaK-
Ty 3 pPOCTOBOIO CHCTEMOIO [9].

Mera i 3aga4i qociigKeHHs

Mertoro naHOi POOOTH € IOCIHiKEHHS 3aIeXKHOCTI
TepMoeneKkTpuiHuX napamerpis ABT Bix 3MiHu KOHQITY-
pauii mxepena GaN B nporeci Horo nepekpucrainizarii 3
po3unH-po3muiaBHoOi cuctemu Fe—Ga—N.

Martepiajiu Ta MeTOAU TOCTiKEHHS

TeroBuii cran ABT 3a ymoBu #oro kBasicraio-
HapHOTO €JIeKTPOPE3UCTUBHOTO HAIPiBaHHSA MOJIEIIIOETHCS
PO3B’A3aHHAM 3B’SI3aHOI CHUCTEMU HEJIHIHHMX pIBHSIHB
€JIEKTPO- 1 TEIUIONPOBIIHOCTI:

div[y(T) gradg]=0, 1)
div[?»(T)gradTJ+y(T)|gmd(p|2 =0, )

Iie Y — KoeillieHT eeKTPOnpoBinHOCTI; T — TemMieparypa;
(0 — TIOTEHITia] eNEKTPUIHOTO TOJIA; A — KOe(ilieHT Ter-

. . 2 .
nonposimsocti; Y(T')|grad¢|” — nuroma notyxHicTs mKe-

pen pKoyaeBoro Teruia. [ paHnyiHi yMOBH /10 piBHSHB (1, 2)
MalOTh HACTYITHHUI BUTJISI;

?=9s, > 3)
T=Ts , C))
n-A(T)gradT =—oig (T-6), (5)

ne So, S, So. — BIATOBIIHO TrpaHIYHI IOBEPXHI, HA IKHX 3a-
JIAI0Th 3HAYEHHS EJNICKTPOMOTEHIIaNy, TEMIEpaTypu Ta
YMOBH KOHBEKIIHHOTO TEINIOOOMiHY; N — OAMHUYHUN BEK-
TOP 30BHIIIHBOT HOpMAaIi 710 So; O s, KOeQIIIEHT TETIO0-

BiJy1aui; 6 — TemriepaTypa 30BHILIHBOTO CEPEIOBHUINA.

Jns 30upanss komipku ABT 3a3Buuaii BUKOpUCTO-
BYIOTh €JIEMEHTH 3 KOMIIO3HMIIHHUX MarepiaiiB. B Takomy
BUIAJIKY EJICKTPO- 1 TeTuo(i3iyHI BIACTUBOCTI BU3HAYAIH 32
po6oToro [10], 3rigHO 3 sIKO0 KOE(ILEHT TEIIONPOBITHOCTI
N-KOMIO3UIIIHHOI CyMillli 00YHCITIOETHCS IO POPMYJTi:

* N Vv -1 !
A= D)X (A +20) -2\,

i=1

e x,-V — 06’eMHa KOHLIEHTpaLis i-i (pasu; A; — Koedimient
N

TeronpoBifHocTi i-1 dasm; (A) = Zx,V A; . Edexrusne
i=1

3HAYEHHS IATOMOTO EJICKTPOOIIOPY KOMITO3UTA ITiApaxo-

BYETBCS SIK 00EpPHEHE 3HAYCHHIO HOTO IIUTOMOI €JIEKTPOII-

poBimHOCTI p*=1/y*, ne:

-1

N
Y= D (nr2) | -2
i=1

Enextpo- 1 temnodizuyHi BIaCTHBOCTI CKJIAIOBUX
Mmarepianis ABT HaBeneHi B [5], [6].

JIyis po3B’si3aHHS CHUCTEMH 3B’SI3aHUX HENIHIHHUX
piBHsHS (1, 2) 3actocyBanu MCE. Peani3yBanu itepaiiiine
KOpEeryBaHHS 3HAUY€Hb BIIACTHBOCTEH MarepialliB 3 KpHUTe-
pieM 301KHOCTI pO3B’s3KY 3a7aui y KO)KHOMY BY3JIi CKiH-
4yeHHO-eneMeHTHOT citku T; — T} < 1 °C, ne i — HOMep iTe-
pauiiiHoro HaOnmkeHHs. [IporpaMHUM 3a0e3MEYCHHSIM
CIyTyBaJH BIacHa po3poOka [2] ta maker ANSYS.

Tak sk ABT mMae 0cbOBY CUMETpIt0, po3risianu 1/2
YacTHHY amapara i 3ajady HOro eleKTpOPE3UCTUBHOTO
HarpiBaHHS BUPIIIYBaJX B OCECMMETPHUHIA ITOCTAHOBII.
PospaxynkoBi cxemu ABT i komipku y Burisizi 1/2 yactun
iX OChOBOTO TIepepidy HaBeleHO Ha puc. 1, 2. ['paHHYHI
YMOBH HacTymnHi. MK MOBEPXHIMH MiAKIAIHUX IUUT AB
i 1J (muB. puc. 1) npuknageno Hanpyry 3,18 B. Temnepa-
Typa Ha [IUX MOBEPXHAX BH3HAYCHA EKCIIEPUMEHTAIIBHO 1
cranoButh 40 °C. Ha noepxusix BC, DE, FG, HI 3amaBanu
YMOBH KOHBEKTHBHOTO TEIIOOOMIHY amapaTa 3 HOBITPSIM
(oe =50 Br-m2-°C!, 8 = 22 °C), Ha nosepxusx CD, GH —
3 Bomoro (0. = 7600 Br-m2-°C!, 6 =22 °C). Ha iHmux rpa-
HUYHUX NMOBEPXHSIX, 1€ HE 3a/IaBaJIU B SIBHOMY BUTJISAI BH-
XiIHI eNeKTpuYHi a00 TEIUIOBi JaHi, aBTOMAaTU4YHO BHKO-
HYIOTBCSI yMOBH €JI€KTPO- a00 TEILI0i30IIs1Li.
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Puc. 1. PozpaxynkoBa cxema ABT tumy “ropoin-40:
1 — marpuns (BK6); 2 — onopna mimra (BK15);
3 — migknaana wimta (35XI'CA); 4 — ckpimtondn
ks (35XT'CA)
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Puc. 2. Komipka ABT tumy “ropoin-40” maast mpoBeIeHHS eKCIIepUMEHTIB 3 KpucTamizamii GaN: / — teroizons-
uiitnuit quck (CzCl + rpadit); 2, 4 — ctpyMonpoBiHi AUcku (TepMopo3siuupenuit rpadir); 3, /2 — Topuesi Harpi-
Baui (ZrOz + rpagir); 5, 8 — enementu izomsauii (CzCl + ZrOz); 6 — crpymorminsin (rpadir); 7 — mkepeno HiTpumy
ranito; 9 — TpyOuactuii HarpiBad (rpadit); /0 — pocroBa cucrema FersGaissNgs; /7 — 30BHIIIHI Teru1oi3omsiii-
Huit enement (CzCl + rpadir); /3 — xoHTeitHep (miTorpadchkuil kKaMiHb); /4 — 3ayceHenb (IPeCOBAHUH KaJIbIHT);

A-D — XapakTepuCTHYHI TOUYKU

B mouarkoBoMy craHi 3a Haripyru 3,18 B Temnepary-
pa B KOHTPOJTBHIH TouIli B (1uB. puc. 2) cranoBuTh 1500 °C.
Po3paxyHKH TepMOENIEKTPHYHMAX MapaMeTpiB CHUCTEMHU
MIPOBEAEHO 32 YMOBH HE3MIHHOI HAIIPYTH.

Ha puc. 3 HaBeneno nociimkysany oonacte ABCD,
o cKiamaeThes i3 mrepena GaN i pocToBoi cucTeMu, 3i
CXEMOIO 1X 3MiHH Yepe3 yTBOPEHHS 1 3pOCTaHHS ITOJIIKpHUC-
tana GaN. HynboBUMH JiHISIMU IO3HAYEHO HOYATKOBUI
CTaH KpHUCTali3allii, 32 SKOr0 BUCOTa POCTOBOI CHUCTEMHU 1
JDKepelia CTaHOBIATH BimmoBimHO 5,2 1 3,4 MM, i BOHH
MaroTh IiHApruaHy Gopmy. JliHii, mo3HavyeHi nugporo J,
BIANOBIAIOTh KiHIIEBOMY CTaHy POCTOBOI CUCTEMU (3TiIHO
3 [9]). Takum ynHOM 3aaBaiy 3MiHy KOH(Irypauii mpxe-
pena B pe3yJsIbTaTi HOro 4acTKOBOTO PO3UMHEHHS B POCTO-
Bill cucteMi 1 yrBopeHHs nomikpuctana GaN.

e
A4 D
Jxepeno j
GaN 3 |34
2| e
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Puc. 3. Cxema 3MiHH 30HU POCTY MOJIKpUCTaa
GaN (HmxKHS yacTHHA) 1 3MiHM KoHirypamii
mokepena GaN (BepXHst yacTHHA)

TemnepaTypHi moJs 1 MOTYXHicTh HarpiBanus ABT
BU3HAYAIU IS I’ ITH TIOCTYTIOBUX 3MiH KOH(DIryparrii poc-

TOBOTO CEPEIOBHIIA. XaPAKTEPHUCTUUHHIIA PO3MIpP OCHOBOT
BHCOTH /1 pOCTOBOI CHCTEMH 3MEHIITYBaIH Big 5,2 10 3,2 MM.

Pe3yabTaTi qociaigmxenHs

Ha puc. 4 npezcraBieHo cxeMy CKiHYeHHO-EIeMEeHT-
HOI JHCKpeTH3alii 1 TeMiepaTypHe Iojie Uil KiHIeBOl
KoHpiryparii gocmimkyBaHoi obmacti ABCD mxepeno—
PO3YNH—PO3ILIAB—TIONIIKPUCTANl, OTPHMAaHe 3a pe3yibTaTa-
MU KOMIT FOTEpPHOTO MOJEITIOBAHHS €IeKTPOPE3UCTUBHOIO
HarpiBaHHs koMmipkn ABT. Touka MakcHMMalIbHOI TeMIie-
parypu (1576 °C) 3HaX0aUThCS y BEPXHii YacTUHI 1OCITi-
JoKyBaHOI oOnacti. MinimaneHa Temmeparypa (1503 °C)
Mae Miclie B HIDKHIM 4acTUHI AOCTIIKyBaHOI oOjacTi Ha
oci cUMeTpii, ie MOYMHAETHCS Mpoliec kpuctamizanii GaN.
B 30Hax xii TemmepaTypHHUX EKCTpEMYyMiB cIlOCTepirae-
THCS CYTTEBA JIOKAIbHA HEOAHOPIIHICT TEMIIEPaTypHOTO
T0JIs1, B IEHTPAJIbHIN YaCTHHI MOJIe TEMIIEpaTypH BiIHOCHO
piBHOMIpHE.

OTtpumaHi 1oJist TpajiieHTa TEMIEepaTypu 300pakeHo
Ha puc. 5. HeoOxi1HO BiI3HAYMUTH, 110 SIKiCHA KAPTHHA PO3-
MOJITy TPaJliEHTa TEMIIEPATYPH B MPOLECT 3pOCTAHHS 30HH
kpucrainizanii GaN cyTTeBO He 3MiHIOEThCS. Pa3oM 3 THM
3HAYEHHS IPaJiEHTa TEMIIEPATYPH B POCTOBIH CHCTEMI 3Mi-
HIOETBCSI B iHTepBaiax 6,1-14,2 °C/mm Tta 3,8-13,2 °C/mm
BiJITIOBI/IHO HA MTOYATKY Ta B KiHIII pOCTY 30HH KPUCTAaIi3a-
uii GaN. ToOTo mpotiec nepekprcTaizaliii NPUBOAUTH 10
3MEHIIEHHS IPaJlieHTa TEMIIEPaTypH.

I'padiky 3MiHH TEPMOECICKTPHUUHKUX TapaMeTpiB B
nociipKyBaHiil obnacti ABCD B mpolieci KpucTaizarii
GaN mnpeacraBieHo Ha puc. 6. 3poCTaHHS 30HH KPUCTATI-
3ariii GaN i 3mMiHa KoH(QITyparii JpKepena BIUTMBAIOTh Ha
TEPMOEIEKTPUYHI TapaMeTpu HACTYITHIM YHHOM. Makcu-
MaJibHe 3Ha4YeHHs mepenany temneparypud ATmax 30i1b-
mrye Thes 3 71,2 1o 74,3 °C 3 nopaibiuM NagiHHAM 10
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Puc. 5. Cxamsipai noinst rpagienta temneparypu (°C/Mm) B gocnimkyBaniil oonacti ABCD aust ii moyaTkoBoi (a) Ta

KiHIeBoT (0) KoHpiryparii
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Puc. 6. 3miHa mepemaniB Temmeparypu B JOCHDKyBaHili obmacti 4BCD B mporeci kpucramizamii GaN:
MaKcHMalib-HOTO, B Hanpsimkax DC i AB (a); 3MiHa pafianbHUX NepenaziB TemepaTypu B Hanpsimkax DA i CB (6);

3MiHa noTy-xHocTi HarpiBanus ABT (6)

73,4 °C (3poctanns craHoBUTH 2,2 °C). OchoBi nepenaau
TEeMIEepaTypH 3MIHIOIOThCS HACTYMHUM YMHOM: ATp 3MeH-
uryerbest 3 45,7 1o 42 °C (naginuas Ha 3,7 °C); ATpc 3611b-
mryetbes 3 62,8 1o 63,3 °C (3pocranns Ha 0,5 °C). l{omo
pamianbHux nepenais: A7 p, 30imbmryersest 3 23,7 1o 28,2 °C
(3poctanns Ha 4,5 °C); AT¢cp 30ip0Iy€eTHEs 3 6,6 10 6,9 °C
(3poctanns Ha 0,3 °C). IloTyXHICTh HarpiBaHHS 3pOCTaE
Bcboro Ha 3,21 BT, mo ¢gakrudHo He notpebye ii momaTko-
BOTO PETyJIFOBaHHS B TEXHOJIOTIYHOMY IIpOLIEC BHPOILY-
BaHHs kpuctaiiB GaN.

BucHoBku

3MifiCHEHO KOMIT'IOTEpHE MOJICIIOBAHHS TEPMO-
enekTpu4HuX noiis B ABT TopoiganbHOro Tumy B npoueci
nepekpuctaiizanii GaN i3 po34WH-PO3IUIABHOI CHCTEMH
Fe—Ga—N. BusnaueHo, 1110 3MiHa KOH}Iryparii cKkiaJoBux
YaCTHH JOCHIIKYBaHOI cuCTeMH Jpkepeno GaN—po3unH-
posmnaB Fe-Ga—N-nonikpucran GaN B mporeci kpucra-
mizanii GaN BIUIMBAaIOTh Ha TEPMOEJIEKTPUYHI apaMeTpu
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ABT (temmepatypy, I'paJi€HT TeMIepaTypH, MOTYXKHICTb  MipOK, BIIOCKOHAJIEHHI PeXUMIB i iHTeprpeTanii pe3ybTa-
HarpiBaHHs). BCTaHOBIEGHI KOHKPETHI BEJIMYMHU 3MIiHM  TiB BHpOIIyBaHHS KpucTaniB GaN MeTogoM TeMmmneparyp-
BKa3aHMX [TapaMeTPiB, 10 BXKIMBO MPU POEKTYBAaHHI KO-  HOTO TpaJlieHTa.
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Modeling of the precursor configuration influence on the thermoelectric
parameters of the high-pressure apparatus during GaN recrystallization
from the Fe—-Ga—N system

O. Liudvichenko! e O. Lyeshchuk ? e O. Anisin’
1 Bakul Institute for Superhard Materials NASU, Kyiv, Ukraine

Abstract. To solve the actual problem of obtaining the gallium nitride polycrystals it is proposed to use a toroidal-type high-pressure
apparatus for which a growth cell has been designed for the recrystallization of GaN from the Fe—Ga—N solution-melt by the temperature
gradient method. The purpose of the work is to study the thermal state of the cell and define the optimal conditions for resistive heating of
the high-pressure apparatus, which provide the necessary temperature distributions for GaN crystallization.

Computer modeling of the thermal state of the high-pressure apparatus was carried out. The quasi-steady coupled problem of electrical
and thermal conductivity was solved using the finite element method. The influence of the configuration of the GaN precursor on the nature
of the change in the thermoelectric parameters of the high-pressure apparatus during GaN recrystallization was determined.

As a result of the calculations, the temperature and temperature gradient fields of the investigated system GaN precursor—Fe—Ga—N solu-
tion-melt—GaN polycrystal in successive stages of the crystallization process were obtained. It was defined that the GaN recrystallization
process under high pressure and temperature conditions leads to a decrease in the temperature gradient in the growing system and an
increase in the heating power of the high-pressure apparatus. This happens as a result of a change in the conductive properties of the
growth medium as a result of the formation of a recrystallized GaN phase.

The proposed computer modeling technique allows designing cells and improving GaN crystal growth regimes using the temperature
gradient method.

Keywords: gallium nitride, high-pressure apparatus, cell, thermal state, recrystallization, finite element method.




