HOKKAIDO UNIVERSITY

Title RRLERHFATE] X TIFEIC K 2Bi126e020 85 RDE
Author (s) WEH, Ee; FBO, 2B, NFE, HBE
Citation Journal of the Ceramic Society of Japan, 109(1271), 627-630
https://doi.org/10.2109/jcersj. 109. 1271 627
Issue Date 2001-07-01
Doc URL https://hdl. handle.net/2115/73136
Rights(URL) https://creativecommons. org/licenses/by-nd/4.0/
Type journal article
File Information JCS109. 627-630. pdf

kaido
wo¥ U"/Ls

Hokkaido University Collection of Scholarly and Academic Papers : HUSCAP




Journal of the Ceramic Society of Japan 109 [ 7] 627-630 (2001)

Paper

FERLEGHHETE| E TIFEICK B BioGeOy BAERDE K
FEES - EORE - TR

Bl PN

S T FIeRME L5 H I, 060-8628 FLIRTHILXIL13476 8 T H

Growth of Bi;2,GeO,q Single Crystals by the Pulling-Down Method with a Continuous
Powder Feed System

Takamasa UEDA, Mikio HIGUCHI, Kohei KODAIRA

Division of Materials Science and Engineering, Graduate School of Engineering, Hokkaido University,
Nishi 8, Kila 13, Kita-ku, Sapporo-shi  060-8628

Transparent and crack-free Bi;GeQOy single crystals have been grown by the pulling-down method with a
continuous powder feed system. Bi-rich feed powder having a composition of 14.1 mol% GeO, is favorable to
obtain stoichiometric crystals. Striation-free crystals with an increased transmittance are grown under a
small temperature gradient. The shape of the solid-liquid interface during the crystal growth is nearly flat,
which is advantageous to avoid core formation. Average dislocation density is estimated to be 2 x 10%/cm?,
which is comparable to that of Bi;;GeOy crystals grown by the conventional Czochralski method.
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1. #

Bij;GeOy (BGO) 1Z¥ LI A MEEHDO—DTHND, £D
BN T7x PV TSI T o TEES SRR TS N Y OB
BETFELUSAIMEIN TS, 563k, BGO B3 =E
CF a7 5 WAF—EL L > TERINTELLD., TN
B W I ERAEARIEICS L Tic/z D 29 <, ksl
Wied, REICT 7y FHBERINS. COWHEaT LT
Eh, BEOMS LG HEHEELI RS Z EAmMbN T
5. ¥/, BGO Wit b pICEBEEAD D, 7D BiOs B
PBEFEL LT Wd, BEOF a7 FIVAF—ETHHERE L
TR BIC L7 - T, B AELT 5 E WS RIBEL D
5. BEBEO BGO B A 155 /- 0ICid TN D ORI & 1%
ICELBEREDLETHA.

EHOITHL < BASRE L 2R RUR TR Cd 2 Ui ALa 2l |
ETFFEIC LD, ThETIC LipBO”, I8, BipSiOg?
7 ¥ O¥FERER AT TR, COHERF 2 75V AF—
YR HIE L CRD KSR SRS 5. (1) BRI ERLL T dh
72 5 ¥ CORMABIRICE <, BRFPICK & 5 ERZET %K
INBICEEI S A ERTE S, (2) BOFIEEOTZIRFE T
BN, EELORMKEOREL VIO TEIEATDICINE B 51
FHIZT A ENTESL. CORDT 72y FORKEIATD
Ferk PN C & W D E SR AR b N 5. (B)FR
OBBEIBIC LV RRE&BEONS. D) F 37 TIWVAF—
B CIE— I B DIFEOHED £ TOREHL PERTE LD
L, IR TFTIFETELDIF LA LRE COMMEERT S
TEPTERS.

AT TS| E FTHEIC & 555 E BGO Bk fh O F BB
OWESTZ BIZ L UC, FRHER AU BREOREAAE 5N
TR OIS RIS B R N

2. EEBFE
HFEBFRHC 3 BiOs R (BfEE(L2ERgeiT, 99.99%) X
U GeO, 3K (EMIEE(L2EDF9Emr, 99.995%) MWz, Ih
brrnzth, L¥EHAK (GeO,: 14.28mol%) KU Bi
BRI (GeO, : 14.1 mol% X id GeO, : 13.9mol%) &7x5b
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Fig. 1. Schematic arrangement of the growth apparatus for the
pulling-down method.
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628 FUBHERE AR TS | & TUEEIC X 5 BinGeOyy BASGOE K

IZLTENZN10 mm OEETEE 9 P, BEEL2mm O
WtAa L2 B, BRL 2B % DIEREICH—IC i 4 %
koIl BAOFEEEEECL CTFHORESMER 2 1
Y. HOIFOKHE &2 26 1 em Bz S TOREZEN30C
L B8 D% AT=30°C, RHKICICRUI20°CLEDLD%
FNFNAT=90°C, AT=120°C¢ L, Tho 3EEORESR
Bl T CREME R AT - 72

FEOEHICHE SN FRHERED &, —EMR TRk
MERPEIRERE & SIEHHE LR THOFRCE T 5.
R4S EI30.1~8.0g/h & L7z, a3 nFERBRIZID S
7 L OFTEDRBEICHR L CH5BIFHDOEELS DIEH TRl
5. BIRIZESS IEEEICHT SN HA 8-> TR~
WHL, % DEOEICEM L T 58k & ORI ERE 2
BENns. HALL100]OFERS AL, 5] & FIFHEE 1 mm/h,
AL EEHL0 rpm, KEFR CHESHER T - /0.

B8 BN B ERITANICH L CHRE KOS TR T N—
HENENYIDIL, SEmEHEL /. BRTRICKH LEE
IN—EZ2WT, FXKER (B2BERr, 330) Ik, ¥
RAEPA350~650 nm OHiPHCHFBME AR 7 FIVORPIEH T -
Jo. Fio, NOEBEZHAWTERTCSs Ty F VT 51T,
TyFy PO SEMEBE LR L /. FICERFAICTE
11727 TN—ICH UROGHEMET B 2 T\, RMO A &4 i
LT,

3. EREER

3.1 as-grown f55

BGO i BERMK TH,, BUGHIC Lo Ty 59 7 BADR
9L, TOERBICE > COSAEROBR LERD 7. X
CT, FESEBKTHIC850°CTIOhfFL, 2D, 30°C/h
DOREETHERE THA L. ZORE, AT=30°C, AT=90°C
DEMOBEITIE T T v 7 DI\ EREEBAT ENTE. L
DLER G, AT=120°COGEITIIRE AR A K E Wi
B EIT>Th ISy VDRELRRIT L LI TEah ok,
K 3icq| & FIFEIC L » TER L /2 BGO BifEfhaRd. &
NFAT=30CTHR L - TH 5. EEH30 mm CE
WMORINOMm OV 5 v 7Dl WHEERERLI LN TE
7o BIE TR RS AHET Ch H DO T L D R < Fi
A EICL- T, BICHTORWEMEZER TSI &L
ETHAH. HRBEEEOUERE L5 E TUREICKFL, 1
mm/h DFR TiE, 6.5g/h OFEHLHE TR OR 2 #30
mm & 7% o 7c. COTE TSR FRHE B2 i k4
Lz, BICKOROMEMEBR TS5 L HAETH 5.

3.2 12000 —23y

4 BT 5 IO FER E W TER L 72 BGO Biffho
BRAMICEBE Y TN—%:9. HF I Bi @b E A
(GeOs : 14.1mol%) DFEBEHWTERET-72LTH, 4
VIN=Va VD WERALEREBA LB TEL (K4
(@). ThicxL, {LZER/RMEK (GeO, : 14.28 mol%) DIF
BT, BonNIRERFICA V7 I—Y 3 VO AR DB
Ense (M4b)). %7z, Bi &2 FITBEENC L2/ (GeO, :
13.9mol%) OB EFER LB Ed A VIZIL—Y 5 VO
RABDBB o7z, VT A MEEHOBEEERBRICE W Tk
HROITNDBREE LA, Thbb, Fa37FNVAF—ETH
EERR Z 5 OIFhIC L T 5720, BRERAHE I
SN T BiyOs B DZEFIC & - CERKRHEE 4N, ZThictE->
THBEROAEN TNLEERD S, ChICHL T, EED
DOBFE L 725 & Tk, [/ MO R Bl s 3 4 7c
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Fig. 2. Temperature gradient below the crucible. The vertical
axis represents the distance from the crucible bottom.

10 mm

Fig. 3. BijsGeOy single crystal grown by the pulling-down
method.
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Fig. 4. Cross sections of the Bi;;GeOy, single crystals: (a) GeO,:
14.1 mol%, (b) GeOy: 14.28 mol%.
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DERIAEREN L TR RIS 7% A £ CORFE P BmICE <, Bl
W LB TERAR O Th e RANRICHE T A LA TE
. LL, H5—EEDBLO; Ky DERFLTIR 57
O, BIWGHBICIE BLOs O AR SICELWINDELS. &
D= DFERHER L BEmAR & L Th, EEORIKMARIZL
FERMARICT R OV RTINS, CORKHEBOL
HRERE D SO TN, FERADA V7= a VORD A
ADBRREE 2 BNB. DI, 55U Bi0; DERFRES
EBL, FEHER A B0y A ORE, T7Hb Bik
TR (GeOy: 14.1mol%) KE2HT EIL>T, A7
W=V a VDEWENKGEERD LN TE. JORKR
i, 51 E Tk L5 BSO MmO BROLGEY & —F L T
W5, F72, GeO, : 13.9 mol% & BURHERL & L /=3B &3
AR R O Bi,Os D ABENC 0, Bonifdhic A vy
= a VARDRATATLES LD EEDNS. DD
L, BlEFPFEI L% BCO BiE M BR CEREEN 1
mm/h OBE, FHFOD Biy0s O ORFEEHEETHE, 4V
TN —V g VOEWEEREELDICE, EKBELT
GeOs : 14.1 mol% @ Bi EWRF A HEYTH 5.

3.3 WEBANRYT N

[ 5 1= GeOy : 14.1 mol% DFEHER # W THER L 724 v/
7 )—3 3 v Oln\ BGO B bl DRI £ O Yol A X 7
FbERT. AT=90°COBEDER/ AR )l (a)i3450 nm
~600 nm QI b7z 5 TRIAFLEL TWAHOBEHESIN
Jo. THUICH LT, AT=30°COEB/AXRY )b (b)IT PR
BRI A 7 <, (@) DAY Bl & L CEBHRDE <
BREWI BG5S, D)DK D ICIREFELARE 7k
RECHEABTR A BC%D L, Fa 7V AF—EIC L AN
DF\ANRT PV (e) XD LFERELE L I 72,

Y UFA MEEHD i SRR RHIPIC 10 5 BRI O FIAIC
SWCid [Biyd* —h+] (M=Si, Ge, T1) &\ EERMIC K
A ht OFEDNBEGL T EWIHERDH0. dhbb
BGO Tif Gett A AV ZE DDA THR S h AWMmE KD
PRI B A, B3 A A VBT D Gett YA FICADIAAT
ht #HI B EVIEFUREZLNTVS. TOI &b
BRSO WL TH B AT=30°COBEIE, THOES
FORESECRETERET D720, B rVF—ICLoT
BT HEIEd < k) REOAERZIFL 7 b D LRI h
5. BRI EIC LA LRI X AMEEAY A4 FOKRE S
Gel* DA A ¥R r=0.053nm & IFIFHEL x> TWBHW,
CDEDEROKEWTE £ (r=0.068nm) &L
BTO 7 & & [ L C, BGO I B\ T PUTEI A DO & K Ifa s
BINUC W T TH A, 2D, REARPEVGEICIE
Gett 4 FICAVIAAT Bidt REYEENC & - TERBICIERD
YA FMICHEEE SN T, KEEOEAEA LA RANC BRI
CBVWEBRERLICGDEEZZOLND.

3.4 B

B 6 IZ BB A NI T 7™ TA— DR S EE AR .
BEEARO & >\ AT=90"COELM, (a) DA IR/
HEIh/-oiIx L, BEARDOE N AT=30°COLHE, (b)
OB BEERO T WERAE b, BEICfTbnizv Y
FA MEEHORHERICE T, RELHRRRE 75> T
BEBBASLZ EAHREINTHEIO~ . R RN
BELENC L > T, FRERPbT ML, ThilXk->T
TEIRMEDPRERETICERZEL S, CnARIERTTEL
THETEALDLEINTWS. APRICEVLTHHRMAIE
BINFRIBBELHICLALDOTHS EMETE S, b
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Fig. 5. Transmission spectra of BijsGeOqy single crystals: (a) Pul-
ling-down grown with 47=90°C, (b) 47=30°C, (c) Czochralski
grown.
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Fig. 6. Polarized micrographs of vertical sections of the Bi;sGeOqq
single crystals: (a) AT=90°C, (b) 4T=30°C.

BREIC W, BEARAE OWIE S BRI OE 3 13# < /x
5. ZDOD AT=90°COBEIITIE, B HHEL 72 & S ICH
TRBS BRI I DN A IOREKTAEL, RN ER)
MR EEEOEMHAR Y, BEMPA-TcbDEEZ BN
5. EBIC, COREMOBORREEG|E TRER HiasE
FHECOBEEEL L5, IRITFURMERS ORIRORFE]
L. RIS L, AT=30°COLMDOBE TR
BEWOTEERPAE <, FURMLAIC X AIREK T HHIH S
NEEROLWEEAPEONILD LRI NS.

3.5 1O 7

—BIC T g 7 FIVAF I BV, ERAmZIA 2 IS
LD EXEHTRBEIN, TNHIZOWTEEE S
ORERTZINTETWBLD, N6 k5 EEIRAEZK
DENEANC S L TR » 2B A a 7 BRET 5. CD7k
o, T DOENERE BT 57O EER A BRI HE L
CEWRTE 2 T X AR 0P Lisdhidie b, SHICH
LG BlETFFBE W CHEREOBE S 1~2mm &I <
W72, BEWRATOWRE S OFOEROILIR & BT
%. ARV, 5 IFEROIRIE T TH 570
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Fig. 7. Etch pit pattern on the (100) plane.

BRAEZRSFHICRD, Fa 73 IVAF—HEIBT5L51C
AR SO & & BICEEH AL IR 5, Lo B
HHMOMBER L. EBICK 6(2) 17T & S IR EROE R
BT FEETH S, COBRIIFIETFRIC L BEEBR T
BEWRAEPEHTH S E WL TEY, TDkDaT Dk
W BGO BfERBELND LiERTE 5.

3.6 ERMIME

TICERFACEE Y T N—DLyFy FOEEH R
. Ty FUy MIBREEICb > URFH—ICo /L T
oo By PEERMADS L LIERIGL TWA ERET S &, 5l &
THEEIZ & % BGO Bk OBRALERE 1L 2 X 104/ em? & REE S
b5, COBBREANAYZ(LIETHEHFICE{L L Eh -
Joo F a7 FNVAF—KIC & o THER SN D BGO Bk
FHDBENFEEIL 5 X 104/cm2 B TH Y, Th & ks 5 & i3F

FRIZEOMETHHE VDT ENTEA.

4. ¥ W

SIETFEICEY, BHTaT7OR\WEEL BGO Bk &%
BRTAHIENTE. FRERIIEREES 1 mm/h D%
&, GeO, : 14.1 mol% @ Bi:BFIMB A4 Th -~ /o, HESL
Blzfg< 35 C & CHEBEROM L ZBEMO T\ EmES
Niz. R 2X 104/ cm? TH - 72. BGO D L S IC#&EH
LTV &L, H5WIEERAEZRAMEICK & k¥
Er RITTHMOFTRIC, 5l TFEEIEHTHS.
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