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Study of melt growth mechanisms of multicrystalline Si by in situ observations
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The fundamental melt growth mechanisms of multicrystalline Si (mc-Si) were
investigated to obtain valuable information for the development of crystal growth technology of
mc-Si ingots for solar cells. We newly developed an in situ observation system for the direct
observation of crystal/melt interface at high temperature as 1400 . The effect of grain boundaries
on the crystal growth behaviors was clarified. On the basis fo the fundamental understanding of
crystal growth mechanisms, we developed a crystal growth technology for mc-Si ingot. We obtained
high quality mc-Si ingot in comparison with the conventional one.

Si



B X C—19, F-19—1, Z—19, CK—19 (@)

1. WFERHAR S W) DR 5

RO KGEMEEEDOK 6E Z b 5 Si
ZhE S KB ER O 72 D @ RILD -1
. ERMEICTH D S LD E AL
BBEOMELE > T D, —i%IT, Si &HE
ATy MIFyv A MELFIEND —HIH
BEEECRIE SN TR Y, BIE, HHRAET,
KEaDVIWERE Si ZhidmA 3y b e
135 1= OB FPITOI TN D, L
MU D, Si ZhkdH D, Kt A X ki
N, REFVERG 72 & D~ 7 a k<o, #afr, i
KR, e, RO 7 ail
fk2S, Si @R D Si BAERAEILRE L T
WS BIFBFE T, PDOXIRA D=L TE
BEN T OE, 1IFE ARSI TWY
RN, BURTIE, A vy b oRLEREE
FEITRBRANZFHE > TODER AR E VW, 2D
BURZFTAE 2 7201, T, BB Si
ZhESORMIGREA D= AL ZMAL X 5
LWIHHEENE - T D,

2. WEDB
AW ClE, KEEMA Si SfEmA =
v N DORRERINEIE OB & 70 5 A 5

TLHLZEEANELTND, KEWDZDIZ,

Si @R D Si Zfbb S IR T DT & 1R
BT L L hARE T2y BIEEEE
BHYE L. AFEBRFEZ HW T, Si Ziffdh O
PR IZ A U D Hx RBLR 2 W 5 i
ERAE

3. WFFED Ik

Si Zfb il ORI AR 2 BB T 5
72902, K 1R T X 9 7R3l 2 3 BR%
T 5, AMEE T, Si @ik D AN - T= LY
ROTFTNOKGEEBATHZEICED,
RN AR 2 B9 5 Z LS AREL 220 | B
FERONEEZFHIFEITX 5, TVX N~ T
2a—FZHNLZ 2LV, 500 fFF THkL
RKLTHBIETED, "M AEY—FIAT%H
WD Z TR, KRR OBIE R & S
W BMNZTAZENTE S,

PCE=H—~

Al ZE—FCCD hAS

FUANTAHYAAR—T

Z

l A
! SigE I/
Ban
» I| s
KnE

B 1 HBUCBRFET D 208 BlaitE

4. WFgEEk R

(1) FrHl [2od) BlEEE o %

X 2 1%, AAFZECTEA LI=HHO (208
BEEETH D, YUNEK 1R T X 9 1ok
R EFO BN OBRIFN BT D 2
EEBEL TN, FORE»S bIFNE
BT LIk, L0 RERMERRED
rEaBETEIEEZ, H2ITRT X1
2 ODFIENA T Aa—T BT 2
FhnbEETE s kL,

X 2 GEICEA L2 DL EEsE

(2) Si flig & v ROiENMEOBLER

KB Si ZfkfmA =2y M, £k
TAETCaA—T 4V T EINTZATLVY RN
T—hHmEESEL 2 iIcks TERESH
TWb, LIER-T, YR E Si BlROE
AL, BEE% O Si S ORISR I K
EWEE RIFT, AL T, FBICEA
L 7o OGEEEEE % AV C, Si @l & vy
ROFENE & EEEIE Lz,

X 3%, by AFa/LYRIa—T 4
7 HEEOBERIRIE N R D 2 O VY R
FliZBIT 5 Si WO FE2BER LR T
H5, K3 ETIE, SiEREIFERIRTHY . v
VAR EDEBNMENREN ERDNE, —H,
X 3 4 TIE, Si i LyY R & sEeicyEmn
W5,

X3 2FEED/NLY R ETO SiikFEORET

EEEOKBEMA Si 2551 Ty bO
BEAICBW T, VY RN DR DR
RLIGHFEAENREEE 72> T D, K3 ED K
T, Si @ik & VY RITEN R WS EZA S
mccEh, ch b ofExER+T5 2L



MNTE D, BE, Si @ik E Y RDiENEC
B4 DRIk R CH D08, Elbr A FED
BERIRE 721 TlidZe <. FNOFRHKIZH K
ELHBIND NS Mo TETWND,

(3) #EELRL A 2N B S TR 3 K OV Hi
TRAEI R E T B OfEA

KBEFERA Si Zf5dhA 3y MZBWT
L SRR B W TR RN E N &
BDHOLNTWDED, ZDRIKIZ OV TILERE
SN TR, RAFZETIX, Si SREdm»—F
MEEE T 2R 2 BT 52 LI LD.,
A DR R T DA =A%
HAOMNITHZEEZANE LT,

B 41 Ge 2 ARHM L LTEAT Si Bl
B Si ZfEE— T IEEE T SR A Bl L
TRERTH D, t (KfE) =0s ORKHIZHRA
T AR 3 AE s b RS FEE L TV B 1
WTH D, ORI/ S 72\ S
NTWDZ ENbhD, fElEENETTS
2O, ZORENEL 7o TV BT3Bl

-,
t=0 =10 =209
Crystal
JIIIBW‘III

: I :

X 4 Si Zf5dmO—FnEEE R OBIEE
iE S

— A E N SE I T L7ztkiZ, SEM—
EBSP k% H W TR MR 2~ 7= & 2 AL K
4 CHEVEFEIZIEEZ TR LIRS E T o 2 A
KRR THDLZ ENhot-, £, X4 TH
22 L7- T v & DRI OO JE P Z KR 4 BT
L7z (K5), K506, RFESD Ge JEE
NEL RO TNDZ ENbND, —FH., 23
BRI X ER R CIEZ R T 5 2 &3 <,
AR BMET D2 L blemnote, 2
O DFERI D | AR AR DN RAE T
ZHERHIE, — 7 AR [ R L [ R A (1 A
TERLT D72, N ORBNRIZ AR DA S

NDHIZDTHDHZENWAGINERoT, 723,

2T RIFUZEBNTH, T A LRI (K 4)
DOFER L [FEE, BRAEICIENER S, R
WEE NG oo TV, £, EETEKR
THRFUTI N TS, bbbk R 2 il 5
HZEICL-T, BOBRSEHIECTELZ &
NSRS A SN il 18 Y hab =1 R N il b3
B T iE, HEOTR S D3V VIREE TRt
REIEDLZENEETHD,

3.66
3.64
3.62
3.60
358
3.56 L
354
352
3.50
3.48
3.46

e
¢

Concentration of Ge, ¢ (at %)

60 -40 20 0 20 40 60
Position, p (um)

K5 & NRRED ORI E

(4) #& SRLSE A3 B S i T AR S E 3 2
DFEEA

KA Si ZfEfmA 2y MW T
L, AR AT 5 = 5 72 B S 1 S A E
THZ LT L Y, REEEMEESME T LT
DB ENMBNTWS, LML L, W
REDER S ND A D= ALTHEMBEI N T
WU, ARBFZECIE, R B OB L A3
REN DT EEEBET L2 LTI L
77

X 6 1%, Si ZhEah D — 5 EEEIEFR I BV
T, B E ORISR S =i O IR
TAC A FECBIZ LR TH 5, FRILTH
NTERIF O DOTR S NG E OET & &
LIRS le o TV &, 20k, HENORNEN
BRI LT A B SN, Z0A
HWRENE Z » 72812, WEEEHRL TV
{111} w2 o= Rm i T < B
NSNS, K71, A% IR
EATolofERTH D, Sl EICL Y
Rk S e, iz fmid {111} m & WA
AN ORI TH D Z DNy otz Kb
s LIEFE DO FEM AT IZ L 0 | RSk R
ZFERML, {111} @ ETORT v 77 a—x
FEETNAEHOCCTRERBMRENEZ -
TR ORR OB A E 2 RS o 7R, 1§
N O REE OB HEN BT REL 25
ZEBHABMNE o, —HRREREIZE
WL, FEdh O RE TNt B IR AR
ETHDH0, BRI S DIERGEL
2% &L IENOREOBBHENRKE /20|
JHPTEINC B e iR R A E Z 5, AT &
D RIS EE R E AR SN D 2 L s
Bk lrot,



'ir: 5.7 (s)
500.00um
t=30(s)
{111} plane & |
—
t=40(s)

500.00um

X 6 B SEDOIREA OBIEHE R

MW T D, BAE, Si @ik & vy R OfE
(B9 B EFZEI Tk CTH DA, Bk A
DEERIRE T2 TixZe <, FROFEHZIZH
RESEBINDLZ ENRSNoTETND,

<sares
Direction of crystal growth ~— «—

.y
B 7 RFUEIZB T 2 R#EEEICL - T
TERK S AU 72 S i O FRAT e SR

(6) KEFEMM Si ZhikdhA v Ty NOME
FE AT BH %

Fiel7 (1) ~ (4) THLNRERRE
AT = RO FEMEWFZE TR B LT 0 R 5
SWT, KEEEMA Si ZREA =2y b
REHIBH I 21T > 7=, Hlo, Si@hiik e vy
R OFENAE O HIE R X OVE R 5w R o il
AELTV, Si SR Ty FEERIL 72,

X 8 [IAMZEIZ L D ERL L 7= Si ZhkdhA o~
T N TH D, Si ShbshA Ty NIV R
WTIER SN D %, IEZOA Ty b B
IR CEDILTWA, — ., KB4 CE
L2 Si SR A Ty FTIE, VYR E
Si BRE DOFEIEEZ T 5 Z 12k AHl
WORBADIH SN2, 42y MREA
DARFIZEDND Z LR N TW5b,
D Si ZhEdhA =y b B KB E M EER
ZYI0H L, ENKEE A — B (kS
PR LT 2 A, RO Si i~
TAOEXRXY VT DOTA 7 XA LN 3FELLES
W BT, DFEY . ZOEHMIER
SHAUE, RO Si ZhEdh KB E O R
Zam i EE D KEGEMAEI S5 Big

VIERVASY

(a) Top surface (b)

Top surface

Ao X - 180mm X 1R0mm % 50mmH
B8  (f) AWFZETHRFE LI HAIc LY
ERLL7- Si Sl v Ty R & CF) ¢
kOHEAMTTER L= Si Zfbf A v = b

5. ERREHHF
(WFFEfCEE . AFTEs 8 R ONEEERF I 1
TR

Udssams) Gt 5 10)

@ Y. Ohno, K. TInoue, K. Fujiwara, K.
Kutsukake, M. Deura, I. Yonenaga, N.
Ebisawa, Y. Shimizu, K. Inoue, Y. Nagai,
H. Yoshida, S. Takeda, S. Tanaka, M.
Kohyama, Impact of local atomic stress on
oxygen segregation at tilt boundaries in
silicon, Applied Physics Letters, A,
Vol. 110, 2017, 062105

DOI: 10.1063/1.4975814

@ K. Fujiwara, R. Maeda, K. Maeda, H.
Morito, In situ observation of twin
boundary formation at grain—boundary
groove during directional solidification
of Si, Scripta Materialia, ##¢A, Vol.
133, 2017, pp. 65-69

DOI: 10.1016/j. scriptamat. 2017. 02. 028

® M. Arivanandhan, R. Gotoh, K. Fujiwara,
S. Uda, Y. Hayakawa, Segregation of Ge in
B and Ge codoped Czochralski—Si crystal
growth, J. Alloys and Compounds, A,
Vol. 639, 2015, pp. 588-592

DOI: 10.1016/j. jallcom. 2015. 03. 155


https://doi.org/10.1016/j.scriptamat.2017.02.028

@ Y. Ohno, K. Inoue, K. Fujiwara, M.
Deura, K. Kutsukake, I. Yonenaga, VY.
Shimizu, K. Inoue, N. Ebisawa, Y. Nagai,
Three—dimensional evaluation of gettering
ability for oxygen atoms at small-angle
tilt boundaries in Czochralski—grown
silicon crystals, Applied Physics Letters,
#HA, Vol. 106, 2015, 251603

DOI: 10.1063/1.4921742

® K. Fujiwara, Y. Horioka, S. Sakuragi,
Liquinert quartz crucible for the growth
of multicrystalline Si 1ingots, Energy
Science & Engineering, & @A, Vol. 3,
2015, pp. 419-422

DOI: 10.1002/ese3. 90

(esR] GE 12 #4)
O #iHz—, ATHEE, FERZ, HEE
= Si Ak O —F AR ETRIZ IS D M
REDOHOBROEEBLE, AASRTSH
160 [ FEM#E KRS, 201743 H 17 B, K
Pt VA e
® K.Fujiwara, Morphological
transformation of crystal/melt interface
of silicon, 2016 Russia—Japan Conference
“Advanced Materials:Synthesis,
Processing and Properties of
Nanostructures” , 2016 4 10 A 30 H,
Novosibirsk State University (2 7)
® K. Fujiwara, Y. Horioka, S. Sakuragi,
Development of growth technology of mc-Si
ingot suppressing impurity contamination,
The 18" International Conference on
Crystal Growth and Epitaxy, 2016 4 8 H
12 B, 4&E
@ K. Maeda, K. Fujiwara, S. Uda,
Fabrication of periodically—twinned
borate crystal for quasi—phase-matching,
The 10" Asia—Pacific Laser Symposium, 2016
fE5H 11 H, Jejudo (§EE)
® K. Fujiwara, In situ observation of
interface instability and dendrite growth
of silicon, 5" International Workshop on
Directionally Solidified Eutectic
Ceramics, 2016 424 H 6 H, Warsaw
© FEEML=. CZ-Si Hffsh LV @maE R Si
it OFEBZ HIE LT, 5 3 [8] [ SicC
fEaupRIEICB T o R E L e Z OIS,
20154 12 A 11 H, & FEKS
(@ K. Fujiwara, In situ observation of
crystal/melt interface during
unidirectional growth of silicon, 11'
International Conference on Ceramic
Materials and Components for Energy and
Environmental Applications, 2015 £ 6 H
14 H-19 A, RNy —n— (BT 4)
M. Mokhtari, K. Fujiwara, H. Koizumi,
J. Nozawa, S. Uda, Ge distribution at grain
boundary in unidirectional growth of

Si-rich SiGe, Japan—-Russia Joint Seminar
“Advanced Materials Synthesis Process
and Nanostructure” , 2015 4 3 H 9 H-10
H, A7 VEDE (EHREMETT)

© BREML =, ZOLBENPHALNTT DT
U arOfEER A = XA 5 142 Bl
TEoRaitsises, 201622 H5 H, v
INAT T WA GL#l)

FRIEUHT = /RGBS, FHE,
Si RS AL BT AT 3 W b S i D
SR B 44 EIRE SRR EIN SR, 2014 4F 11
H 6 B-8 A, FEBCAINL G EFRL Sl
@ M. Mokhtari, K. Fujiwara, H. Koizumi,
J. Nozawa, S. Uda, In situ observation of
crystal/melt interface of SiGe, 5 44 [A]
fmm R ENSH, 2014 4F 11 H 6 H-8 A
FHEBEANL E R LSS

@ M. Mokhtari, K. Fujiwara, H. Koizumi,
J. Nozawa, S. Uda, In—situ observation of
crystal/melt interface of SiGe, 5 38 [A]
FEELA R RS, 201449 H 25 H-27 H, &
WHHEARF®EIF— T ANEFE
T

(MEF) Gt 0 )
(P S PE M)
Omkm Gt o )
OBk Gt o )
(Z fth)

R Ar— U
http://www. xtalphys. imr. tohoku. ac. jp/

6. WFITHEk

(D) BFgefRE
BEIF. L= (FUJIWARA, Kozo)

WAL KEE - SR EWFITAT - 2%
W7e&& 5 : 70332517

(2) ooy
A4 KB (KUTSUKAKE, Kentaro)
WALKRE: - & EMEWTICAT - B
WFIeE %5 : 00463795


http://www.xtalphys.imr.tohoku.ac.jp/

