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Abstract

Directional solidification of alloy play an important role during the
material manufacture, there are so manypeople paying much attention to
this project and many thesis were presented. But few people research the
long time scale experiment. So we build the machine for long time scale
observation, and we get the super pure SCN by oursel¥Me can see the
evolution of the solmklt interface formed during the thin film
directional solidification.

Not only experimental procedures but also -plebde model
numerical simulations are included in this project. Because of Low
temperature gradient and low pull speed, these calculations are much
difficult in terms of the pers@m computer ability nowadays. However,
based on the AMR (Adaptive Mesh Refinement) developed by our lab. ,
there are have many new publications and we have become one of the
best groups inthe phase-field model simulationfield. It is believed that

we will overcome by both physical and numerical approaching.



EEACRI MBI e HE L ABE A K I EPHFE

Lenkd Y R EPRTRITEFIL D RN Er g AR

=

\4
P
hY

R

Ao A2 wipiea g Fo HEHRFL S EH
B R B R PR ST AeE B BB AR B AR AR AR R

Bkt BiTa AN - R

=t

PEINAFREENN A AT &
SHEAFE L TR G T RLED F R S e Rk B
o e gl kS dhin gy A - AR g £ & AR B AL
Hive? 3V 5 i A, &r%ﬁﬂ R A R g o Ak A4
EAROBEAEY 2o e R LT HERG KAy £ &
P M2 FHRF W F T ER 6.6 £48 0 5 BB
BEOR ORI SRS ¢ 2T TER G & B RS F F
B s ehip it el f 2 faoim F B3 Faolo A0 fd je- 2L
BPETEBTN IR FUGFZTRN LR BRE AR

SCN ZRef ik 2 Fr o 42 AR 3 3R R 6 & R wie R S g I %



1-2 = prw A7

HE o AR G €7 s d,a frad 33 ?i%fﬂi%ﬁ

F P A M EE0E 2 b ff B R0 £ Tiller[1]% 4 £ 1953 &

SRR TR =il S R L& B R

- g

AR ARG B E R g BT TR R ELS N EE ST ]

BE R €514 o HF Tiller % 4 aff 250 ¢

_ GD.k
© me,(1-K)

Vitadffzpahs BFERAMZBRL AtRDEF, Co;

PN FNS
B €

ol I LR EE 'Ffr‘}}éﬁ,D OB R AT R B, K AT TR iR 4T 4
P ARP IS A PEEER - BRABETPE G SN AR S
FEHMASCERPREHEE N AF MR- BB kR e EL I
FEA G SHERTIRET VFDIER, B L0 R F IR %, H
Pekriwkd (Ahaan) BAFOR 2 EIETE L AR,

fe A B4 HA i R B+ e B B £ Mullins 4o Sekerka[2] 1964
ExRN- B REFTIA XL L EFI DA ETAS 4 P AR

TSN SN AT ST IS SURTE R WA O I

(o)}



Coriell[3] % * #-jmd 4 Gt k BRI A58 PRl B A LS

W~ e g2 bR R E e 2 BT - Pl 2L bk Lo
£t fEfk, & Schaefer fo Coriell[4] % 4 e ¢ 6 7 I A g %
4 KPRl e R B R A R Ok B R F R R TR

Fo € F AR EALR AT BB IE A, P B R T A

o

S EE AT

\EK

A L Tl R A R R A R )
* 3 B ,5 1T & Leefr Brown[5] 5 % ¢ i PR L R < AT SCN
AT A s R R - AR m R
SCNEELG ER G b ieh = a2 B2 FEEE RERLATLNT R

B2 AFDERESEFEE N KEABRBFERVRABTRR £ 0



o PREHE A

2-1 SCNz_ it
AF Y i ¥ o Leeqfo Brown[D]#F i1 e % 3L, TR AR i)k AL,
FF 3B R0 ik R (91020 SCN fhge &;‘éiﬁ}iiﬁfﬁﬁ £ 8 - 4

m% % Been SCN # R F 3 99% "7 & fp fFdit ni@n g ¥R

—dgm 3 SCN e ib < 5 0 R AF 2 4,8 % HE 2 B AR 1 3

il

Je BB I SCN, e Fril 3 P e/l p ¢

Bt

I S S RS A
? 5 Rubinstein[6] 14 % B3\ F g & & it SCN 12 {8 3 % & & 9 SCN, s
PR AT EF FAd SCN Za 0 ARG E > B3R i dhy,
Ao g B IR g 2 Kf "R B4 A B 1Y e SCN £ #-t SCN -~ F
FATR Y OB IE Y B - R G R AI 0 2.8em/hr ehig B R T
20 X 9712 Ak 5 40 = {2 ¥ {7 3] SCN 4 & i£ 99.99984~99.9997%.
BEARH B2 FR 3B R SCN,e &3 R FFFEE 9T &
EPER N F DL F 9 SCN 2 3V (74 b oenad gE LEE[7] & 4
1996 FE - P E R AANHIER R 160 B L RBER &
65 & ,E 7 B M3 50mTorr shif 2T FAp @ * 3 v L A - &3

z_p 73] 1500g 4 & B £ 99.99992%.

8



2-2 & ni‘ﬁ?‘ ,fi o

l%%? ,:lf kL

it * SONY CCD @ ifdfs, 1 & * inspectord.0 taf i ks,
R Y s

i€ * Optem & ficde, B 2~ & F 4~ F 5 10~240 &

20 RFMERERASA - RATURYBBEET A e
B v S A, MR RA N LR AR E Y AR
I-15R,BE BRE R * Ao B TS e B R R A BB R R T iE 460
BB ? BRI AEE PID 2 B PID 241 8 § Sy g R
i 4~20mA z_ i EE % SSR, f ik S G B Rk B A BUF PR o & ],
ME DB ORF R R

2, 2, <o,
4.5 B B2 T

v

RO G AR LA BB S FLRERS FIARLS G

w3

PERFTHE T E G fo SCN Ap i ek dr b ¢ g #

&4

5.4 & i
i * 0em650X Al i& 5 2, RP2100 3 e 541 B, RILF fu s 3 7

@t s a2 S FLbR EE S 1/40inch, ¥ ROl R A B



A \

-~

Lot ol e g 2 3 @3 3P 0S ] 5HIAO

i i el 7 T A e g sl
uooT wWoST  wWdOEX

UouSL mEE b5 B ey, B ) [y mm

o3 e T \

9 dA3-L

=

..v.\w.@%ﬂ i

sl

10



v-

d B B FAEE SCN,pt SCN ¥ & 5 99%,H 5 8% 53~56 &,

#BLL 205~267 R ChEY ZEPRF S H o WD NEAE T S,

\

BT HREF LR I3 R4S, 1F ) 99.9999% 5 SCN.

# % SCN ¥ 2
EE SRR S £ P SRR B Y N T
kFk, FICR S LB T ¢ teflon F kA% 70 m < gap.
2. B RARI I R AR 2 B O ) R foER L B
AL B sk teflon F e B ts L % 2 AR
BEFFBIR(NA ) BRBFEEFTHRNTRET hf §FHRG
09%,#- SCN 4e# g f* 4opt SCN it ¥ £ 4 75 » gap ¢ ,— Bhoeh

SCN % % 7 Fiap gz B Ty Fg® SCN 5 10ml iz ok 3l A e

Fﬂ

L



FZER ARERHASG
3-1 SCN & & &

A BEcAL & kLR SCN A G M eI %, 1 ke g7
PR T mre ke Bl K R i 2 kA AR
o e JfFE TN P AR ch B R G R BRecnik B4R S R SCN
FEHRARER DA PR EDF R HE > SCNLEEF B H

ERRKGEHER APR® i BN L Tiller $ 4 el 0
V=D GK/mpa-K)
D=1.27*10-5CM2/S

G=100C/cm
K=0.1
m=-2.22 0C/mol% (aceton)(iE.:k # % 4 5 3 fk ik i)

R R

B R¥ 10 °clem (distance: 1.7cm)

FHiE o D E R ER 5 99.97%

32 BRP ARG 2 LR

12



3% 3¢9k B =0.169%ACE
8 B ¥ 8 =30%/cm

%8 %=113%

3

B8 % =15%

f

-

RARE T 124cm

Window size: 7021 m*1831 m

AR AR EICNET P EPRT LRGSR R G R

V=0.87 m/s for 9000s
V=0.947 m/s for 19800s
V=0.999 m/s for 7200s

V=106 m/s for3600s LT Rl-)

Mg B4R 087 misteé Ao G T RO GG 25 B R g v R
TR, S R 25 0947 misE A ] EEA G AR R TR
ieig 130 A BT A F BN E NS
90 m,H i is 1804 4, IR Bk LK X 5 400 m, #8210 4 48,
S Ecell ¢ OB 4G W IR %, B R 8 230 A 48, W0 R b
xRk E,mA 5 400 mencel, @ 424 5= B cel,(FFT #1875 eh
A £ £.100~200 mz B #ig hpower) iz it & < k£ el k£ A
B FFT Bl & a5 0 4 f {5 230~290 » 48) B Ee X F Jmve e

4o £, FoE ST B¢ 38 100~250 m 2 (8% power 2t &

13

(



f% 170 m),r FFT WA)4F 5 40 iy, eede e 2 o T ok i, g 18
200 & 4Bk B G F 0999 /s F] 5 M- B AcPsr BoG T eh
BEHLF AR 0t 2 bR A A g el iR AP A GO e PR
go,cell il kv 5 %% chdg % A FFT v 5o i s i (8 290 & 45 1%,
£ 5 200 m ¥R B E ohpeak, i k1S 310 445200 m ¢h

peak % i, ¥ i {5 330 4 48,200 mehpeak ¢ AT LK

<ok

AR B 2 8,20 A48 cell FRRE SRR 2 B, 5 40
recel i 7R Y : R K6 2,(&% power 2 A Ed 170 m %=1

210 m), #Fts 410 A 48, H#-3E R a4 5 .06 m/s300~450 m
p: SRV N LN L A T N AL U U A O V5 O [ R N’ O S <%

A30~470 & g o A % S ol A K (H 2 170 m,d FRT & p? & 5 o

g power 2o £ A = A B0).

14



T

AT (R

S

NI EARIEIMAL AR

MIERNLI \'H”:\"-'I'“'}'H‘II |

4248 0
2 L4 470

'rlll’|l|:|['|'|'|| 11! RIEBLEA LY

L3 0

15



1 I‘
i

LT

")
# ok 1 12088

238

Y L

180 4~ 48

1 h 3
M sih R0 Th2
FTy T

o —

210= 48

BT
Uiwiy

230 & 48

200

1000 1

" 31044

16

400 600 800
470

1000 um

(®-)



3'3 -? J%EE!“J’ B>
F Y ST B N ERIT gap ¢ i AR R 4R

F)6~Ttorr, v b Rz F g H Y A pump it 4 3] 107t i A T

)

SF R F PR S e et v § Ok purgeRic R enF § %
BAY T RFIRBHRFME etz R AR OF T g d
BOICNRF e, - B R pump,F G £

“ig VR Ol R GG KA G F REEE ~ B3y gap ¢

A
EoRliEAEY TR % 4o F L SCN AFHNER IV ES, WL
SERL RIS RARLFEEF F I PA LR FR RSN

i

SR BT L R - B B RA BT R R
1.06 mis #FF - ] ERE AL A FFRY AE DT Gk 0T

BB PE R Ut £

B

302 ) P At T ORI R R

17



R BERR

4-1 Introduction
0 3475 (Phase field modelf_p # & ] it 45 hY L4718 ¢ v —

FOUfRAAF R A G BB RE e 2 B AL e A m W e 2

=
[
.
7/

Ry T EIE RN G A iAo mE R R B

.

§ ey B & R(Solutetrapping) ~ ek~ A A BAFRRIL % 0 TSR

{

RF RS BT PR Ao A oA SEALRR R 6 st T

»

Lo

N

%m¢’?ﬁw%ﬁf**ﬂW%ﬁanﬂﬁiﬁﬂﬁ&a(—
Batpd P £ Rl RAERAE G PE R ) AL 0 TR K
R ET A E P BF AR T e RI0] 0 2o B AR AP e PF AT Rk
BAE) AARER S BRI n M ¢ AR 0 Aa B
LR RE R i b et 2B R G B R 0 A iR
SRS FAPSR G BA LA K BB R EHT LS
A S R PRTRIACE SR ] R 1S PR AR R G
ﬁ?&ﬁéﬁ@%%i&’%uﬂﬁéﬁﬁﬁiﬁ%’Eﬁﬁﬁﬁ%

7

gt E 2 e g

18



4-2 Phase Fiddd Modd |—Dendritic Growth
ﬁ%ﬁﬁﬁﬁﬁwﬂﬁ%4$%ﬁﬁ%%Wi£’—&#éﬂ

ﬁ@ﬁ,%{gyﬁmé,%ﬁ%%@ﬁiﬁg@ﬂW%iéﬁéﬁ

Senp IR Ik & R AT A GRS AT A R G B

2 = N
F o BT Paae ? R

by
o
s
N
2‘}\
AN
\a\
Ny
&
B
m
-Fq'\
I
e
%
-
X
I
>4
i)
.
iy
e
%
e
R
3

[P

B kmts d ok A L B0 B R cnip B AP

>
pal
o
=
2
=
3
o

?Eﬂl} q+ #E;‘%ﬂ}'g_;\ j\ ﬁr’h—a’%‘éﬁjgr‘]% mlﬂ,‘?\ s 4 ;Q,/ﬁ
fIr =g i ke % 4 [12] Br A AdE

PRI AT R EFRR B AT (R E 2 '§‘. [1315] » & ~F =%

0%

BAR A e = ¥ R E R &M 4o

ik
F}-
J
=
[u)
i
E
PR}
3

1. s 13T H = 4 Ok 4 £[13]

KR =7 g Il Mend A5k B30 F 2 gp it a4t
ME GRSt o B RFEAE A ML TIREY o RHEFE

F R R R R R T S R R RS R
fein s Dirichlet @A 52 R F R E B LMFEFB L 25

FI% i et 4 0 APUIRT SR

19



3 T T T T T T T T T

I convective growth
-0.25 conveclive growlly
-0.1 diffusive growth
-0.25 diffusive growth

e e
o n II
ces

2. HEA AN BPBOR & A hd £[14]

d Bz NPT g IR et R R S AR R A
o i BN AR FEL A S 0 & & SRR R BGE  B T0dh
Foihde (Bl S and ) & 4 H B R E o A7 dok & R

R R

:t@‘
Tl
1
A
[
Tm
et
9

B AR A L 0 B EN

okt 3 0 QB R e NI g S iR B A

20



| sothermal__:

-0.875

W=4001

Non-isothermal

| w117
F 11
Ll i,
.
W W 0.94

Rl= B~ A fbokihild &

21



4-3 Phase Fidld Modd — Directiona Solidification
S0 A4p HHo 5 ok 24 H 4p (Birectional

;‘#%v‘)gle—‘l‘gfsé =

solidification) i* 45> # ¢  Boettinger f= Warren 2 =% £ 7 3 % 7WBM

£ 51999 #7541 ¥ -

model % f2;&-& £ (Binary alloy) # 4%

Bl r Ap s ki Ap B e R16] 0 B fRR Pk S Lar g £

£ (Ni/Cusystem)» v 7 - BREAHAE B2 > UE F S

\

LR =R B

» y FR
Y

B RG ERK TS 45 2K

BTG R AR PR B TR R R

\\?{r
\-\’1'

I&F%#ﬁ_ﬁmﬁ: U] LQ}}";qui‘——T-[ ) é._ﬂ%%ﬂ'{f';: ﬁ_’?g‘f’]}i}ij\

T ER R B R RS FE
AR R B R T U e R B R

b eha feiedt A R T N TR SR A

- F A § o
" i

R GRS B E LR A F AN PR TF e
st 4 ¥e & & T Warren fr Boettinger s % » ri k3@ 54 i1 47 B enfg

A T3 R BB SAcBle 12 BT o

22



1.274

1ol 1

0.945

EIE Nl/CU i ifu /n.}iﬁ")i rg#“' N %:ﬁ e e /%}i'é' * ( LL/%&

B 1 =0.4083 % & F]=t i)

43N T et RS RAREY HE P EER R
EABRELIE P RBERT O FRA PSS 2 Waren & A k%
FRAFT REREP APPSR P APEATR Y e 5
B e Warren 14p e (45 2 3£ ) X @ 1945 B = en 2+ V=0.0625 s %>
NPFERIE REBEIEET T el sty R BB F R

M- 3y > A Az AEEAT I MR R BR - MPa » MR



P AL P K AR AP RRD S B { MadiE o T
PEBR LRGP R A S (hF R R BRT )

HE2% 4o~ o

MSLoop(k=0.86
——————— MSLoop(k = ky]

+ Boettinger & Warrer
O Present]

1.00E+17

_________
s

1.00E+0T

1.00E-17

Velocity (cm/s)

\\\\\

1.00E-2 T [
1.00E-5 1.00E-4 1.00E-3 1.00E-2

Wavelength (cm)
BT AP R orinst ok and % & Warren & £ #1i®en

M-S 7 & 23k 1 it

Bl enfetedict 460000 B =+ P ER O AR EFD
B Ad b LA PR Gfobd nT S LR L LB ER o
R#cpenT 2 gt o frE FRRF o mAP G Edap - 7

BT 0 e B BRI S Blde St i B V=4c/s

ELN
k-
=1
FTRRS

- ol PF o 9T F et 5000 B oo RS E R

24



V=0.015625cm/s =3+ & pF ,TJL? R N e L

4

1x( )2 (60000 2

)? =9.4x10°(hr) = 3.9x10°(day)

0.015625 5000

1.274

BT ) I 0.945

Bl A1 i Rttt MR NI/Cush Mbsd kit 2883 A

TR AR R

BRGn B B F T OB 4 sthme step kot f o i B4R

V=0.015625cm/s @ 75 i #R <

@ -

NPT Rz B2 AR
B 7 B PRSI S B RE L Mendad 1o i LA
B AT 2 -

TS TR R 0 0 & KR T P Ky ihcells 1 L B
ErorA S g R E IR R 5385 F bR R R R e

BREMEERGER K <] Fl 5 #E ek F) o Dirichlet 1 & iF £

25



e Neumann i 7 52 k(845 » T R P HEERORE S ) - TEA
WWIAE R RS ER R LR RRTCRRETER R ERT Y
i H iz 4o o

Scz%;&z%

d ATt B S FRERE S F BT 2
M) B TR Rk AR KAR L > T hd B2V e ok @
FWEP Yy o B T2 X e REFRER A R (FER
EET I fgehcells#ip ) Y3 wd EREEFEPER AL 0 B
Eehd & kg AAp Y AR

yoob— iR AR )I*q-\n% B RBR > A5 d Tiller [1] 48 3% 4

R DT £ e MO B AR 18

GD,_k
mc, (1—K)

Vo dp s Rl it o 4 A R AE S TR R B R G

C:

g HE > A2 RN TR Tl i Rk AR R e o d R T g
o FRAGAR GA > RA @A) A APR KRS LG
FAB e 3 gR B PR AT Vo a2 o SRR F AP AT R
EFEAYR DG LA ] bl - BAP S GRIIT R SHE

R WGt D fgs AEF Lo KR NP TSR R PR AR

an

Mo AR R R R ()

26



10
—— G=2.15X10* K/cm
----------- G=2.15X10°K/cm
--------- G=2.15X10% K/cm
1

. 0.1

/7]

~

g

Q

; 0.01F

=

Q

L

;’ 0.001F N T

0.0001p ) i;
0.00001 1 1 | L
0.00001 0.0001 0.001 0.01 0.1 1
Wavelength (cm)
Bl- &7 FERHART NI/CuU, i iaaM-SLoop
FCR = BT O F TSR ST R IR R B AGER.15x

10°k/cm > @ 28 R g e b s

- (AP ER

L e 22 4, e
RE AR P HE e 4 XL

6

& 30k/cm = % >

P

B3 HE_SCN/Acetone i o) v § #Kk¥ 3 iz 4

Ax 5 0@y WP APDPHRERD B R e B R
4 .

¥ b Ni/Cu x5t & & xx Bl Eig v 3 2 3 g g3
ASSHER R G SR [IS] AT A g

TR KA i

SCN/Acetone & %v> Fl 53 H B R ¥R | - #18 xdc]

27



B GG A R AT AP - TR SR A

P it g lied o AP BT RIS o Ra &
PR LR B R )f RS B2 E O TR G AR RN
WA ET RS IR R EATRALE B R A A G R g 0 B

AR (53 fEen R o

28



BB RIS o ot sk ht dod A fon] A g R4t R -

GO& Ak

i<

BEROHA - B ROTRY TGRSR

F G R R D B S R i (O

o
o
3
é“?!

CE)DCRFAERYR G S (EFELFTE - R

>a
¥

<l
~—
=t

C R ERRIT G R L AL A
PRSI L P T T VA LS C RN S LT

» 2

s

\\\?{r

Sk gru] A BUARE R d RIS ARG I A

=

LU R KRN TR B TR J nfE A Rk o
B 0 A pmedkEad o poe R BRG £5- B

Ben? 2o paAPaEze B aho BRI XX SEA R

PR

PP IR R IR R B T AP ARRY ¢ 5 -
B4 Blerl 20 > AR ANie- B NS e F

- AR

29



\\\Xr
ol

<

[1] W.A. Tiller, K. A. Jackson, J. W. Rutter and B. Chalmers, Acta
Metal. 1 (1953) 428

[2] W.W. Mulinsand R. F. Sekerka, J. Appl. Phys. 35 (2)(1964)444

[3] S R.Corid, R. F. Boisvert, R. G Rehmand R. F. Serkerka, J.
Crystal Growth 49 (1980) 13

[4] S. R. Coriel and R. F. Sekerka PCH physiochemical Hydrodynamic
2(4)(1981)281

[5] S.R. Coridl and G. B. Mcfaffen, J. Crystal Growth 94 (1984)513

[6] E. Rubinstein, M. E. Glicksman, B. W. Mangum, Q. T. Fang and N.
B. Singh, J. Crystal Growth 89 (1998) 101

[7] Y.W. Lee, R. Anauth and W. N. Gill, Chem. Eng. Comm.152 (1996)
(41)

[8] J. T.C.LeeandR. A. Brown, Physical Review B, (47)4937

[9] J.T.C.Lee K. Tsiveriotisand R. A. Brown, J. Crystal Growth (121)
(1992) 536-542

[10] N. A. Ahmad, A. A. Wheeler, W. J. Boettinger, and G. B. McFadden,
Phys. Rev. E 58, 3436 (1998)

[11] R. E Amgren, SIAM J. Appl. Math. 59, 2086 (1999)

[12] C.W. Lan, C.C. Liu, and C.M. Hsu, J. Comp. Phys. 178, 464 (200)

[13] C.W. Lan, C.M. Hsy, Y.C. Chang, Phys. Rev. E 65, #61601 (2002)

[14] C.W. Lan, Y.C. Chang, C.J. Shih, Acta mater., 51, 1857 (2003).

[15] C.W. Lan, Y.C. Chang, J. Cryst. Growth 250, 525 (2003)

[16] W.J. Boettinger, J.A. Warren, J. Cryst. Growth 200, 583 (1999)

30



