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Effect of Surface Characteristics of Polyimide /Titania Nano

Hybrid Films with siloxane diamine
Student: Ya-Ting Shih  Advisor: Wha-Tzong Whang
Department of Materials Science and Engineering

National Chiao Tung University

Abstract

Polyimide/titania (P1/TiO,) nano hybrid films have been successfully
fabricated by an in situ sol-gel process. Acetylacetone was used as the
chelating agent to reduce the hydrolysis:and condensation rate of titanium
alkoxide through the formation of an acetylacetate complex. In first part of
this research, the morphology: of titania 'ih different Pl phases was
investigated to realize the size and dispersed effects of TiO, phase. There are
two diamines and two dianhydrides were chosen to form three different
P1/TiO, nano hybrid films systems. In TEM and SEM images, the size of the
TiO, nanoparticles in all PI/ TiO, nano hybrid films were under 35 nm.
Titania nanoparticles can be well dispersed in polyimide films. By adding
TiO, nanoparticles also can arise abilities of the thermal stability. The size of
the TiO, nanoparticles in the ODPA/ODA polyimide is the smallest at the
same amount of TiO, nanoparticles. And the surface in the ODPA/TPE-R

polyimide is the smoothest at the same amount of TiO, nanoparticles.



The second part of this research, the 1,3-bis(3-aminopropyl)
tetramethyldisiloxane were adding into the ODPA/TPE-R PI/ TiO, nano
hybrid films to prove the ability of forming films. By adding 1,3-bis
(3-aminopropyl)tetramethyldisiloxane into the ODPA/TPE-R PI/ TiO, nano
hybrid films, the surface characteristics of the Pl surface also been changed.
And it also increased the thermal stability of the ODPA/TPE-R PI/ TiO,

nano hybrid films.
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DMAc (N,N-dimethylacetamide) ~ NMP(N-methylpyrrolidone) ; £ #-f
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V-GV

=k

e e » i 17 F 57 BT RRRAY 2 RARRRL . ¥ S B

BR AR AR RIS d MR F B 2 B eie o

W & & A=t (Imidization) > & & 3% 4] 2-1-3 #751 ©

o o 0 o} o) |-||
A o L1k
O R* O + H,N—R"—NH, —_— R'
T T MN\/'\NN‘[( \”70H
O (0] I—|| (@) (6] n
(0] O
10 J
—_— WWNTR'TN_R [AVaAVN VoV Vol
L (0] O _n

W 2-1-3 RImi=r 2 inizi [15]
2-1-2 ~ BEpiems 2 F R84 139)

Fp =4 2k BB dl4cB 2-1-4 %77 > RS- FHE
(Reversible reaction) o & F B 4o v & i (T 0 BRI BREFS 2 T
J7 i % enis 1 45 48 (Charge transfer complex) » 3 % & e fren— B
C=0 st Jn + % 24 By B % F & (Nucleophilic substitution) » % 4 3.
PN kS HT 3 gy SP2 AT v o %Hf iz e
(Carboxylate) B~ % o F] 2 b fs— Hhig F P W2 R PF S
(Proton)# # % Bf;ﬁﬁmz; A fie v A (Carboxyamide) F » & ic 35 J1pE 0k 25

ATFEBamER> TF R E B0 Spa bR Fo 8 v LR
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P ETER T S AR AT S AR A RT & A B AN T 4
Gef o RFpd BABFEGARIREFTIES S FV EIF

PR LT

O=O

C—O
—_— + Heat
NH s C—

|
o

W 2-1-4 Rppieped & & 2 4 [33]

O=O

2-1-3 ~ TEgseit 2 i [34]
FOfe v e 2o %ok it R 4 G & I fe = i % (Thermal
imidization) ~ f* £ 7y g ;£ (Chemical imidization) & £ 443 % I fie

#32{4 ;% (Thermal solution imidization)& = f& > ;% [35-37] -

%ﬁ{;ﬁﬁ&ﬁfv /24: l,x ﬁ@—%\ﬁg& ‘*ﬁ’fw/‘ /P? fi l,FT’ > J;*#:%; ’ ?IJ E"T‘EI I——‘E Pé r—g
B (300 °C~400°C)% if & Wit P T P kIR L 2 P e o

&
s

-\
41

B FRIRF P < SRR LE S TUHTA R

BEFENNHINRRE FRE-BEFF2ZEL 2R LFRE £ RN

Y

ECE SEES LN EN I AR S EF BRI ELES &S
Bip Y bk M e B R R keniz i [38]

B g B R ERIRELA R s g 4 W O IA O T R EAR Y B 2-1-4 41
-14 -



F* 7§ &-(Pyridine 2 Triethylamine) £ 3 -k | (Acetic anhydride) 4«
»FRERIRELA R 0 WRET T REBORTRL R o B¢ dp i

% ¥ Acid-acceptor s & ¢ » ¥ H pH ,;g“_yi:,fr NS X = 3 SURT I E

o] o}
I W i [
C—N—AMv O C—N—Ar
3 XS
@ + >o —:@ + CHyCOO HNEt,
COOH H3C_(|:| Clil_o_ﬁ_c"'
o} o}
o}
|
N
—»ﬁ ﬁ/ 1@ N—Ar™  +  CH;COOH
/ \
c
7N\

Foe s+ 8 o BF B fic® 2-1-5 457 -

W 2-1-5 1 F iRz 2 F B4
3. BB R I fpIRi 2
5% & ppr=it E A & F )% £ A & (Azeotroping agent) o e
Toluene ~ o-DichloroBenzene(ODCB) ~ Xylene & ff 4 (4= Isoquinoline
F)o KM AR 225 BRI 150C~180TC2 &> ¥

FTRECRZRBLIAEIEER o HE RBACE 2-1-6 AT o

-15-



C_OH A\ O
c H
%@ %@ <
—_— (-D/NJVU‘\
C—NA ﬁ
I
o i ©
0
l HO _oH

-H20 \
NJ\/\/\ - Nﬂnn

O
e
O

0=0
o0 =0

W 2-1-6 #7377 T ERveit 2 2 F iS4
- AT ARR AR AN R T AR R2 & A A B R
LEERRRTEIRERET T RN RE LR RZ £ AT
E 7 IR A e
2-1-4 ~ B PR fpiRpe o+ £ 0% [39])
FEIIMTREOR LR ~F R AAY EL T F - BUA

Hg AT R RGN0 RS § A RRRRL R i

’fﬁ“/ptjl._?'\rﬁ}@‘;# R Rk W1 ’?i‘%’é‘féﬁ»é‘h%ﬁ'ﬁ’
®F bk bR B TR (A S B el PIRF Rt

0 R F TR AR HERAR S A A ) S R
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Vg 2 i S ARPS F L 2R3 4R 153 #4c DMF~DMSO~DMAC
NMP o
2. & [40]

FPEIepfed S5 - % F Bowrkis T3 132 253 v
T UEFFAFE P BRERE ANEQO C)TV iy
feh- BPET O AR EF AP EE -

. Az EL ¥

44

d R R 2 AR EPEITH K A R O BN R R B

4

{* BT HFR §RIASEHR TN T3 AR FTR
AR o — ARG FMZEE SR A 10% 0 hoB] 2-1-7 #7F 0 @ 1Y

15~20 % 5 i [41])-

Viscosily
10%
4R
0.5%
1r '~_‘
e,
6 F
[ D
1.2 e, S
! B g .
'O
o.. ’ A A - —" 1 S B L
0 4 8 12 16 20 24 28 32

Days ot 23 deg C

W 2-1-7 BEAVRE2 AR EFFROMAE [41])
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4., ¥4 » 228 5 [35]

H Ao » 0B B G0 RR-EIRIA AR P 0 B OR-ERLETA P4 2~ o
Hp g B eg M FRA-LA, 28 & 18 ke hEiRT )
BEFREF o ERPIRLFETE R B0 R PRR R 2
¢ AR LA R ERERRE S T R ETA P4 ~ Kk
ARG~ Al AR o F RAXiE o
5. Hiehyg £ &

CRRECE Sal S SRR il (Tt S i R N S
- Al R R R g HELY #1 N S ES - AR S ¥ sl

S F

|l

o do@] 2-1-8 sraEi[d2) e vt o o B ek 1 AE T
A K m m R RS R R 0 o BREIZ B pKa B A&

45~6.0 2. [ o

(0] o} o
C// | I e
C—OH N
| [e] —»J\N\i‘ | HoNowne
/ C / (ljl—NJW\ / (|:|—NJVV1
H
o (e} o

W 2-1-8 BrEER > RSEESFLZRF B AW [42]

F 2o Fhor B R PR 5 % KR 2 R R



®ORFRIRE R R X SRR A e ARk RS

%

(Ortho-dicarboxylic acid) » & /= £ FR O EREBfpiepias 3 £

Z 34 0 AeB] 2-1-9 211 [15~36]) -

I w /
\ N ‘ \vav* | \ \
vavl\ SIS N \
"~ 4) - P ‘ i
COOH C\\ =
o)
o)
G —
1 X z\o | €00
| / NS
¢ |
\\o Z COOH

W 2-1-9 BERFELF RBRIRRESFZHF BT LW

FUERES S8 X VRIES L LIPS LR L Bl
B AR PR R o R BRI S F ERE
2-1-5 ~ M I fpiz. g & 414 [43]
1. m#id

S A T R AR R LA R g A R 23R
TengE et & BB BRI o R R T ARRFE L
OB HEE LN TR LT AR w B RN BAR RS o g ot

FRL IR SHEE 5 B R PSRN e} L aRE T
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i BRI FRvEF €330 - R A {1 B F R ke
Mo I fpieit = > R I RMR R € AL de YT R4 > 4o KOH ~ NaOH -
Bpre o RS A e P T Flot L RPE R NT R BRE
A [44-45) 5 0 P p i B A S BHLEE G T A (1)
RN S B s e e N ) B S a i s o -2

b2 el e P IER LRI F LN G A A 24

i
i
HR
=
22
4o
i

ESUITER S N s A SR
3. ®okid

R ¥ R4 RT 0% 1~4%ex k% > @ ¥ H s
g e B RF N RTFE R e E I ARiR GuE A o FE

®OF R RE CE RS R TR R a LR g AR

,FJEL o
4. BRBEBER (T,

-20-



BEEHERIBE LI LA M o FEML Y 150
aE > TR R T et Ty B R EIEL4E B 3R
P A B E o R §FRF DTy ¥ oo i (Para) i d R
7 = (Meta-)er i il #2 B L fpeTy 8 o
5. i ¥ &

FIRLG Ry 2ok g B 3 BB T HERAMT ¥ i

=l

o

F_k

<k

EEA TN e et oW gAY F R AW
XA RS [44-45)0 K L P chn WA ERCR O RAEA S 5 R

BT BAR L

2-1-6 ~ B Iy faiez e [ 17 ~47:48])

TE KD WERCER A FEREF R R fpieag iz oy
e d 0 © SlAe S HcE F eI R o p 1980 E R LR E A 1T
FAEG AR LR EE S FEC - AP AL o PR

TRttt F A LR 2 IC X ER -~ i TEF ~ Rk

BELFEel ¥ L SMA LY ARG R -

CER STl LR RS T S LR Y R NN
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PIEEE ICEHRZE  HEHPERIRERIC ¢ LERET o

2. TRERTRFELEY

Y = ,,‘L

B R 7 B 2L 45 (Flexible printed circuit » FPC)Z & & 5 = & %
W2 = K SH 2 & iz FPCo H R I e id o ar 75 40 35 ¥ A
ph& > = KSR FPCRIZ F & * 2% -

3. R TELR?

RLARep PP AT ALY 2 R LR RAHA B
¢ oenfie e o(Alignment layer) > B 3 & § - I ARl g & ITO £ P

TR > A5 - R AR il A i - 223 e 5 LCD
B* PAFER - koG A RE AR T S R R R

—

FiLfswE @3 E 5 C-plate L P 20 o
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22~ % § 5

>.
aﬁ

ST AR F - R E G T A AP g
1.9 X h 3 B2 BFmEeF vt 4
2.7 % A G482 fhiFd
3F 3 HE2 BaEE
AF 5 BEXS 2NN BT B
A 12 EHBRT R RER F R o 5 3545 3 1)
SR FROCERFE 2 AR RF o F RIEE RFIDT L RPL
17>~ § £ %4257 4% BEE) 220 A3 F 517
For R R AN R T R m R TR PR w i A
o A p g et A2 CCHEECOgE > RIFFF M EF IR
BEMEF G LI RORBIN L B EF RSO A T S
SF LR AE TP IR LR AP EEF G o F RN E
sEF - pd EENEM IR RO BESERE R Y
G omod R F 4R E 0.64nm o B L Fire ¢ g BEE
Yrog s B H LG
2-2-1~ ZF § %L 3 hF iR
Tesoro [ 49 ) % < > 1087 # & X 2 F A~ F+ & 2z
poly(dimethylsiloxane)diamines - ¥ & 33’4 .4’-benzophenone

-23-



tetracarboxylic dianhydride & {7 & fg = it » R & & 4o T B i
poly(dimethylsiloxane) -7 homopolymer - 2 ¥_£# 4 4°-methylenedianline
(MDA)- # et ¥ dianhydride 25 = copolymer » § 2 % % & 7
homopolymers 2. 3isk g B ¥ # "= 7 B34 " K> BB EHF
BP A 100C =+ > @ TGA A=4-%] f2:8 & & 460°C 12 + - Copolymers
P BESETEDEEFE R EST A L F A 215-268C 7 -
TGA A= 4 B f28 & B & 480°C 14 + o

- AR BTRRG R SR B EH g AR
W2 8 Bp § =Bl SRR s S Bl Fp Bt A
AR M B EBRRE TR T e TR

ERR R 5 AL F %A 5 Bl .
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2-3~ B -5 [43]
Fart{wed o o 5 PERFRINT A B R0 Wi

BB eh- FEEABRLRYFEF £ 301971 & Dislich £

AW

BrLR R R - Ry P Me~m B R E [50]
AR LS A ST o L EASILIR A S i -SRI
WL ApE SR Tl A LR ARG BB AT B -R
BRI EWREIFY o A FE NG /R BE = (Hybrid

materials) -

2-3-1~ 3% -85 2 2. R 2.043]

\ym

- 5% )

N
m

5o Ak F R BRAREE F - B ORE S A

H o GUALE R & e 5 s S g
DX FRF RhigiRt H A MY PR REY R & W

AR

du

e kBT R B A 6 S R R

P 2 A TR

% (Sol)Adp s i 1~100 nm B cri R T 353 40 TR R
#oarA s i e G OR (Gel) R G0 R el 3 iR R 2 e B

Bets > “T R8T 00k et o B -RME L WAEGRERDS £
B B Az AR~ IRAE G IR AR B E R 4 &
AR F Y WA LA RfRGEF BB ER RN
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BT AR IS EA A RN F e HABRAS T
o A~ w i [51):
1. -kfzgs Rﬁﬁéz ¥ R (Hydrolysis and polycondensation)

Bh i PR B RRE A A RfR BRI B i T

B

LF R HF RiEfpAE AT

)

(). kfEF &
M(OR),+ H,0 — (RO)p..-M-OH + ROH
Q). #EF B :
(@) & -k iz * (Dehydration) :
(RO),.1-M-OH + HO*M-(OR)z=>1 (RO),.1-M-O-M-(OR),.; + H,0
(b) 2 p% it * (Dealcoholation) ™
(RO);1-M-OH + RO-M-(OR)p.1 — (RO)p.1-M-0-M-(OR),.1 + R-OH

(3. BSEF

OH OR
Ho—_—l\%l—o—l\r—OH ]
M(OR)n% C|’ ‘|3
RO—T—M—0—M—0——M—0H
U
L Ho—l\:A—OR _

-26-



8
<
S
>
i
_R).
pag
i
a
e
~
>
Py
=
(@)
-
(@)
[
©
N
=
=
E'RS
[
ﬁ?_r;
=
ot

fRenfE Ak KRRt g Ao g ke AR A S o
ARG A3l F € F 4o Btk L1t W) > 2Rd LTl Hee
VORAEF o b ARt S oA 7 VB REE [52]) -

2. #&%} i (Gelation)

\\Tﬁ_

RSEEE N ERERS - £ T TR AV SEIEIEY

TRk S RSB ARSI 7 E A R
BR O REPET A e n R RS R o

3. M % (Aging)

R F 2o G- BRFERE S RS £ RRRCS F

._,\

e MEIRTY AR K AR n REREHL S
R Ha R €M E PR H A H 4o o
4. 2% (Drying)

T HENE S N & f%%@%ﬂ%%éﬂ};&%@ﬂﬁ A2 - TRk
4 (Drying stress) » p*fE /& 4 1 & H3 B <20 nm 3t F ¢ o H T A
4 et 4 (Capillary stress) » £ ‘mjis 4 2273 ez § AR v > 22

-27-



LS RE VR A TR N R EF RER Y
SRR o
5. #Ie

BASL T LR L il Hid Bl RE A PR R

2-3-2~ B B-F Bz WHAF & Hokena) 3t [53]

3R &

Wi

EES

w

BAR-ABERURIRENAR > ART RA
(Impregnated hybrids) - @]; » AR &+ #L (Entrapped organics
hybrids) ~ i & 4 % 4] 3 # /& #R. = # 4L (Chemically bonded
organic/inorganic hybrids) & = /83| ;4 p 5 % 4 F 4F & Hklenivi 4 ¢
& 748 ~ i (Intercalation) ~Jk =K &2 (In-Situ) ~ & 3 48 & #4513 = 2
FrAg Mo A 472 & o
1. 23R EHHE

PR A B S RTE) A T 5

%
azh
“’L
._‘l
‘E—
w?;
=
<
=
a3
N

B2 W0d 2 K46 T aEaE b2 - o
2. F W4~ AR &

PAE R W e FIA R Y R A R ST
ERar 2 53V V5 B D REZEAZREREANZEZE R
Reizafhon *“ﬁfﬁﬁ*aﬁy@r“?/\r« BWHE G Wlayz R
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FARBEF RIS MR EG LB AL 2RI L Aden
LR STANK

fRAERUT BIRBR ST

N
—_
-

EER SRR AR 7 WP BB RO R GRS F O SR
o RFWIP U EES AN ERF MR o BF bS5
TEOS ¥ PMDS(Poly-dimethylsiloxane) sk & » @ & 3 4§ & #4135 =

E AR MR E B RTE R T A H AR o

2-3-3~ B B-5% 2 F k%5 [53])

\\\
\

—2,‘?3/% V- 2 mrﬂ’% 55 &'Jﬁfﬁ’gﬁé?)i N f%éfﬁ--} 7@.

BoREPRE KRR Y HO E £ 10T ¥ % TR IR

2 2

CfREF O FtE SRR L 2 3 A a2 A



Pk BFES 5 F A G A % o o) 2-2-1 ¥ [54]) -

MONOMER
DIMER
TRIMER

TETRAMER
cyYcCLIC

pH <7 OR pH 7-10 PARTICLE
WITH SALTS
PRESENT .~

A
i

pH 7T-10 WITH
NEnm \ SALTS ABSENT

e 10nm B

Jonm

100nm

THREE-DIMENSIONAL

GEL NETWORKS 50Ls

W2-3-1 B3B-8BF BN FEEEET > 974 S 3 4 [54])
2. ¢ BB BB

Gy PR A BRI B L g ERF RFEEDTD
Fomd i aEd B T3S 2 ARG B Ao
Al~Ti~Zr~Si. 2 & f%s 59 »SiFL G RHT T Brd &
B AEfoR 0 FI Si e L H LG RME B ek v g

Bl B P e Al Ze . 8 RERCOKfREEE F BT R ]

LR BEATY 53 A2 AP A B UK Tt )Y £ pkain g %
FO P AR A e AR R F B T £ BT 2

M. % M8 B 4o [55-56] -

Zr(OR),=AI(OR); > Ti(OR), > Sn(OR), > > Si(OR),
-30-



iR E By MRS 0 F R R KRR R
3h KA S RARA BT G 0 Fpt S K4 F R enFELR - 1955 &
Bradley & « d § 2% ## %> w ¢ ¥ L4k (Tetraethoxide) &3 ke fig @ >
¢ Peid F A5 = 5 fe e TIO(OEL),(Titanium oxide-ethoxide) [57] -
@ 2 1953 & Minami % % {5 (k7 P oof &4t [58)0 3 { B o0
FEE S o 2 ¥ EH AR R Aoy £ o & R rd F Rl e

dN AR RIS E R CFE R RER P 50 3%
] Ti(OCHo)a 2 B F s » #e R S 1% A5 & Al chife 4o 0 JEd &
LRIz VP EFE AR BE R B F B LIRS AR A B
e - 1988 & M. Guglielmi s ged 4521 > = g (Glycols) ~ §
(Organic acid)!2 2 B-= fir (B-diketone) = 4& iF A & & F i & [59]) -
¢ E 5 B-= pr(B-diketone) F v A2 AT E R T B R ARIRpL G PRLEZ 3
Aok Tt AR T E R C AR PR (Acetylacetone) 1T A &k & B2 B8 A
H B o B 2-2-2 577 o

A2 }I?;Jet‘ [60] > %25t Acetylacetone ¥+t 45k % it 47 i 3 »x '3

MEREEF > F A8 2-2-3 97 o H ¥ o BRI R K

kﬁ

& 4= (Chelating ligand)=n % ¢ > ® #2 Chelating bidentate 47 ;% 4 %

whRERS o R HA,24 84 o d 2 Chelating acetate 1t 2 § £

»‘:‘—

PR ARORFE S FI g snidp ARy R RE 5 M MOR 2R S
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EL
Nlud
N
IRy
A

beit K fBF s it A 4 i T ALK ol 2 A

oy

N

N AN N

RV I -
e ERDY YL BRI e

W 2-3-2  Acetylacetone 2. %

M—O—C—CH,
Monodentate

°<
M _~C—=CHj Chelating bidentate
O
M—O
C—CHj, Bridging bidentate
M =0

W 2-3-3  Acetylacetone * % & s § L -k f2E F 2 F Bis41[60]
3. Aedid 2 A T

—

R ARY P RE YA A RA DR A F oD AMERY F 5

SR T ERE S X
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2-4~ X kT 3 i %k (XPS)

X sk F 3 v ¥ & (X-ray Photoelectron Spectroscopy, XPS) 7 fiit &
& F7 7 3 k& 2% ik (Electron Spectroscopy for Chemical Analysis, ESCA) -
BRI Fa g E(RnB)m Xk RERY BRI B

d

LTS hoB L7907 o XPS i v sk T3 A AR 7 ko
BEEAT BB L8 A4 RAFI T I MB LI EAR HRE- £3
g~ 7% B ELKSL-M NSO 2 638 358 15~ 25~ 2pypp

2p3/2...%\' T e

HEFe

B 2-4-1 6 X %jcf KR TFa53- ¢35 [61]

-33-



4 3 7/2 N7 4 f12
4 3 5/2 Ns 4 f5p0
4 2 5/2 Ns 4 dsp
4 2 32 Na 4 dap
4 1 3/2 N3 4 pap
4 1 1/2 N2 4 pip
4 0 1/2 Ny 4 s

3 2 5/2 Ms 3 dsp2
3 2 3/2 Mz 3 da2
3 1 3/2 M3 3 pa
3 1 12 Moz 3 pije
3 0 1/2 M1 3s

2 1 3/2 La 2 pap
2 1 1/2 Lo 2 pipz2
2 0 12 Ly 2s
E20.7
E2 VR e e b R A
10 12 Ks 1s KB o

W 2-4-2 3 4 R+ RAFud i FE s m [61]

=00
7
&
a\
X
a_.
|m
~=h
("’3
o
@\
F)
[l
"
by
!

é \
e
A

)
1‘- N
-{‘\

CRESTA A ik
TE oG FER N o L XPSF A F L 4r R Fl o XPS R
B ¥ R i 614006V Tk F e F LA AR R FE K
Bk § 3R EAHEY Bk W Ak SRS A kT

e BRIT > TRV kAR CE A o @ b XPS

=i

I P T RBR R AR AR B e AR £

NETREAIZE Lo & RS A [61])
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¥=%

R E2HR
FI-FHRESE HF
3-1-1 ~ g
1.4,4’-diaminodiphenylether (4,4’-ODA > 98%):

& J&:Aldrich Chemical Co. - MW=200.24 > m.p.=218C -

- i | i ~
H,N NH

2.1,3-bis(4-aminophenoxy)benzene (TPE-R > 98%):

& Jk:Chriskev Co. Inc. =MW=292.3 > m.p.=116C -

POA A 0N

3.1,3-bis(3-aminopropyl)tetramethyldisiloxane

% k:UCT > MW=248.52 » b.p.=132~139C -

~/
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3-1-2 ~ Fpp*
1.Pyromellitic dianhydride (PMDA):
%k TCl » MW=218.12 » m.p.=227°C -

r

| I
C

O/C \O
N\ 7
|| y)

o

2.4,4’-Oxydiphthalic anhydride(ODPA):

% ik : Chriskev Co. Inc. » MW=310.2 » m.p.=225~229C -

0

(]

O/ C\O
\ /
| |

(@]

0

0

0

3-1-3~ 3 183 A
1.Dimethylacetamide(DMACc » 99.5%):

% . TEDIA » HPLC & » MW=87.12 > b.p.=164~166C -

(@)

SN
2C N

CHj

CHg
H
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314~ HiwFr
1. Titanium(IV) n-Butoxide(TBT > 97%)
% ik :Aldrich » MW=340.32 » b.p.=206C -

§

\/\/O_ o
+a

TI—O/\/\

?

Xk TCl > MW=100.12 > b.p.=140.4C -

2.Acetylacetone(AcAc » 99%):

[Fesy

e 7 & N

H3

H 3

3.Chlorotrimethylsilane(98%):
%k TCl » MW=108.64 - b.p.=57C -

CH;

H,C——Si cl

CH,
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32+ R E

3

1.

(o]

2- 1~ REHRRE
3 H k% © GKR-50 - BUCHI 27 » 1 4 RE2 7 H3z

BE

Yot

by

i -

B Z 45 0 DOV-30 0 kg o

RFRREIP oL -
ﬁﬂg}g}iﬁﬁljﬁ gIJ 7 650um o
T p # % s (Applicator) @ BREF S RS o p TR o

. Ag &+ 5 ¥ (Leica ultramicrotome) s

10. #2841 3 B %45 1 DV605 > 7 i 450°C » Channel = @ -

1. 22 PRHE -

-38-
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322 LT RE

1. # & & 47 & (Thermal Gravimetric Analyzer - TGA) : Q500 > Thermal
Analyzer = & o

2. ¥ b3\ $F 4 38 % B s (Field Emission Scanning Electron
Microscope » FE-SEM) : JEOL-6500F -

3. 7 i% 3V 7§+ B g (Transmission Electron Microscope » TEM)
JEOL-2000FX -

4, 1%\ 4k i vk AR ¥ 4 47 ik (Fourier Transfer Inferred Spectrometer s
FT-IR) : Perkin Elmer = & -

5. X sk 3k § 3 ik (X-ray Spectroscopy Chemical Analysis): VG

Scientific , Microlab 350 -
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33~ FRM Mo B AR
3-3-1~ v H R i
¥-peE 4% > 100C & ;;’Lfa‘%f K24 ) PEIS TV F oo

3-3-2 BRFTE A2 M1

AR HR AR R F A B2 ¢ vk F AR RR B
Hpam EMH R B FIP AR FREF B w Bt AR R 5o
PMDA 12 2 ODPA % it 2 & £.4|% B &R IT > R FRA-E 42 » gt
BEFPPEFT T AT 250C BB EX G 0K Firy BR
FFefge B dpf R 8 pilkw SRR & > L - h 2 FRIFHN
BABHATT Y o
3-3-3~ 3 iR 2 i

75 # DMAC &ié ® % » {17 SRR cnd A 23 gk 48 [ pr >

B3 EFFFIRA D F VA R fEieg BRI A P hSiA) =
SR B ARG AR TRZ N[ AE T o LRIy A
i o 2 > B~ Chlorotrimethylsilane £2 -k fie & = 10%(V/v)i3 % > #-
R E SR LS SERPER "R IS 3 R X A
Bodpt oy A r g 110°C e 15 R F o
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3-4 ~ R FinALE
3-4-1~ R

Diamine Dianhydride AcAc Ti(OBu),

v v
Poly(amic acid) Ti(OBu), precursor

Y

Polyimide-Inorganic hybrid tilms

Analysis
IR TGA TEM SEM ESCA

B 3-4-1 F S EHWIEF
AR SRR ATAC R 3-4-1 A1 0 A d R 2 ERETFE G )
F I fE "= 5% 4 - B Fe "= fk (Polyamic acid » PAA) - gt ¢k » F &
Titanium n-Butoxide (TBT)#£? Acetylacetone (AcCAc)/ 2 3 Bt 1:48 &
o EREE S WE D2 PAA BT 0 BorS R R Rk LT
Ao B B RS ATE DI B 5 R I feiR =

FOOMAUR I X RTIRZ ERNE T - kT2 AT o

{



342~ AP F B2 RL AR/ §F 4R A2 W
R EFF 2RI R F 1 AR 2 E 2 W S AR B4 B 3-4-2

7

Diamines

o
/©/ \©\ ODA
H,N NH,
Diamine dissolve in
DMAG,stir at R.T,N, © ©
TPE-R
H,N NH,

Y

- Dianhydride

0]

o o o
Il Il I
] . c & c o c
Add dianhydride 4 \ / \
) o\ e o\ Vo
stir for 2hr, c | 2, c
Il Il I Il
o o o

at R.T,N,,S.C 15%

o

PMDA ODPA
y

poly amic acid (PAA)

e S S0 Titd~N /C\ /C\
stir for 12hr -0 + H,C < CHs
2
at R.T,N, §
acetylacetone

titanium n-butoxide

\

PAA/Ti(OBuU), precursor sol.

cast films and
imidization

P1/TiO, hybrid films
W 3-4-2 A5 FF 222 BRI/ §F L4023 w2 g nieR
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3-4-2-1~ R Z P § %2 Rpiepz W4

Lo g™ o #F Ap RiEaigiith 2 250 ml & ¥R > 1
M rBHR2ZFF 1044 UREFTHRESF 4 Dacl e

2. #-grH 4 ODA & TPE-R 4 » F B¥L® > £ 4 » 3 % DMAC ##
I ERE R 2 E

3. #-RFHODPA 2 PMDA)A = T ik =t 4 » i £ g2 ¢ (&
RS R R 5 1) e r BB - PTG
AR T SIS R 2P TE @ RERIRE A % (PAA) -

zE 5 15wt%-

3422~ § kD P A B
1355 = F 1 4hac ik B iRoRs. £ B H A L OWt % ~ 1.67 Wi ~ 3.35

wit% ~ 5 wt% ~ 6.7 Wt%z_ 32 % & o 7 3+ & Titanium n-Butoxide (TBT)
% Acetylacetone (AcCAC)#tZ 2. £ 8 » H ¢ TBT &2 AcAc & B 1t
L 1:4-

2. Au|B~ig B2 TBT 2 ACAC* &Y » T uRI A BT Bk
Flm@m igdREHES -

3423 A FE B2 BORRI- § P AP RPR A HE2Z 4
]

1. %2R &£353 2. Owt% ~ 1.67wt % ~ 3.35 wt% ~ 5 wt% ~ 6.7 wt%=i
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S rERSEPBRRCERFFrCHURARD2LATH T RR
SRELR R T 0 X A
2. R FRIRAL/Z § 15T Tb R e WAL 12 ) B R 2 F s
BRdr A 353 AR RERRRA Y o UL - F Y &A4 R -
343~ 3FFF 2 BLARIR/CF P 40R S F W

M F R BLEIRICF 4R T WK B 4o B

3-4-3-1~ P § =2 Bpiemz W4
1. 28T » #BF ;Uf RagenyaEge sz 250 ml F R Fg i k4 0 T

T
_— ~

BRLFF 00 EERRS L S FF i

v
<k

2. #-frH §2 1,3-bis(3-aminopropyltetramethyldisiloxane P~ % % &
TPE-R & 233 2 4 Fe30mol. %> 0.25 mol. % > 0.5 mol. % > 0.75
mol. % > 1mol. %> 4c » ¥ g ® > £ 4 » $| T £ ch TPE-R % 3 &
DMAC #4235 giel 8 2 >3 2 -

3. W-EERLTODPA & & T ik 4e » b i F g ¢ (2 ¢ Ep e

oy Bl L 101:1) 4 RS- PERFFENG AT ET
MEREF R2 ) T B RASRMIARPAA) EHBZ E

15 wt% -
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Diamines CH;  CHj
P |_/O\|_/\/\
H,N ?I TI NH,
CHj, CH,
Diamine dissolve in +
DMAGc,stir at R.T,N, o o
/©/ \©/ \O\ TPER
H,N NH,
v< Dianhydride

o

0=

(¢}

at R.T,N,,S5.C 15%

o
Il
c (0]
Add dianhydride O/ \O
stir for 2hr, \C /
Il
o

o

ODPA
Y

poly amic acid (PAA)

5 o

- -~ NN -TEBN\ N /C\ /C\
stir for 12hr -0, HsC S CH,
2
at R.T,N, §
acetylacetone

titanium'n-butoxide

Y

PAA/Ti(OBu), precursor sol.

cast films and
imidization

P1/TiO, hybrid films

W 34333 FF R RAprep2 Wy
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3-432 5 3 B § 2 RERIRR/C § 0 EH SR S MR H R

2.

1. %2 R E&£553 2 0wt % ~ 1.67wt % ~ 3.35 wt% ~ 5 wt% ~ 6.7 wt%
S F LT RFAR SERFFrCAFT R 2L 2 F R
SRR Y 0 e R .

KRARIRpe) = F A BRP BRI L2 R 2§ Mk

PRt i 393 A AOYRERIRELR R > UE L D F P aERA L RS -

3-4-4~ RLFRIR - § 4k A kR R w2 WF

1.

e FF§CE hpl g # (200 mmx150 mmx3 mm) E At A5 50 A #s
s o> 7650 um BB DS 20 At g B koo

#-2 353 24z Owt% ~1.67 wit% ~ 3.35 wt% ~ 5 wt% ~ 6.7 wt%z_
RPEIRPL) = F 1 455 Bpdp R X W] 7 g ¢ R TR

NERRFEI ST Y ey 2 o

A2

3

e W F R 2T

=
Rl

)P BB OEAR B AR 03100 C -

150 °C ~ 200 °C ~ 250°C ~ 300°C ~ 350°C & et 1 /| P » it H it {7

e

LT Rt RO o

b

WHERAZPBFFECI IR > H AT ET € REA

£OE

© g N 130 CHLHE 4] BE 0 S E kA 0 S S L

y

I L B i g@_ai;/; F VAR 2 E o

-~
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3-5 RF 4~ 47
3-5-1~ EXEWH T AEFRAS(FTIR)

o BWH I EWR P A E S ] BN e ARG A
¥ &K(FTIR)® » # f 5 B 5 2000~450 cm™ > #Fpy=c s 5= o gt =
E o RR AL AR Z ST e M EER £ S 2 BT iRt s B o
3-5-2 ~ H-g s 45 N T 3 Bcd A 17 (FE-SEM)

Beo WHAF 2 BN F L TS A E R RRRET
SEM e holder + » B M4EE B E 454 - BAEE L2 B BN HF

BN TS s LHET RS k7RI AR 1 4R
S G A R E e die AR S E Rt JEOL FE-SEM 3% 54 3%
EECIEAICURTR Vg W N Ll
3-5-3~ F# T F k&4 17(TEM)

BiE B e 1@t Epoxy AHARg > H Y Epoxy chfl g 2 ix LiE
2.5 5. e ERL 4206 ~ 1.5 5.7 DER 736 ~ 6.5 5.7 NSA % 0.075 5
DMAE = 2% » ¢ Tw A& RicH L 25 5P 5 2 4o r @
mencell P > Bf E 2T 60 Citi7 Epoxy enHR & 92 X T¥F o §s

Bigang o Gl QR PR R Y PR G 0 X0 d Sy el
Az B 5 pLipl TEM 33 8 o 29 % &1t * JEOL-2000FX 7 54 ¢ 3

RMACEL KRR - 3 a0 R bR ATk s 2 s < o) o
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3-5-4~ #E 4 4 »7(TGA)
Koo WHAFZFRrEE ) TELHEMY R BE AT

60

IR

k2o £%Y S ERE CBREAPRRHN > TEL > AURE
ml/min 2. % § » ® 12 20 ‘C/min 2 e 3 o frtvAhif
Y OREFIREALSES ] A FEESNEERL R EHABES

B2 LB B LRARER o R L B

355X % kT3 thi e &3 A4 XPS)

Mo E R EEA AR Y Sl T RO SRR AR
ESCAchiz % 4t » £ PR ph i@ M2 5 i G fler 2
T o BRI E Y B XIELR + & > SR L0 eV 5

1100eV > %% 6 IFERA MM Et ot E A2 A2 X GhH 2

|l
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e ®

RES W

-1~ REZPF %P R EM2 BRI poR/c §F M4m0
2 Qg gLt

4-1- 1~ AgPE %7 R EM2Z B Tfpse/- § VRS2 %
]

AT HEY A7 Pl iR FRFIMESZFT R R
ERZ R b R LR LRI R 5 Y e f Rt 0 2
PR R AFEME - F ARt uE A S o
PRSHEORGRS A3 AR AT A7 FaEe
& B 4-1-1 #757 o

AFRAIF A HI NUEF DR ARIEC F AR S g LA
R F &+ I RAR=pL (PAA) » £ #Ti0,2 % 4~ Ti(OBu),
»IPAAY cE S d BRI R RS BRI AR/ F AR 2 o
HBERLF BiEETE S 484Cen= g 528 3100°C~150 C -
200 °C ~ 250°C ~300°C ~350°C & 4c# 1 ] P o 4% $ B 283 N E_ 57

RAM B G A Y PERR e > R B TR F e [42] o
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/©/O\©\ : O
H>N ODA NH H,N ODA : NH,

© 9 i
C o e

/ \

(@] O

\ /
C C
| ODPA |
(@] (@]

/©/O\©/O\©\
H,N NH
TPE-R

W4-1-1- = ARG farre s
(A) PMDA + ODA (B) ODPA + ODA (C) ODPA + TPE-R
4-1-2~ BNt REF RS F(FTIR)
FAGRE SRR FIR R LR A LA 2 R R
ERp 1= A RIS AR A A R R R SR

A IREIE S A I B i v ;%)Tﬁ,gw}t/w\ﬁwl»p:’i%*Aiiﬁﬁéiﬁ*ﬁéi% o

N Rl W W R f = ) S A ANGAGE R PO G A f 8 S
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RET 47 - Fatlgnfisg o AR S i ot Sk R
(FTIR)k &~ 4755 B I - F Bi$ DR LT fp%/= 5§ M40R S8 F e I
fgieit = > o
B 4-1-2 2 §] 4-1-3 & 7 # 7 o+ &) Ti(OBuU), 57 PMDA/ODA 12 2

ODPA/ODA i %iz B I; figteiR & %2 FTIR Bl o d kB 7+ %5
d o S 4 I et 18 e PMDAJODA 12 2 ODPA/ODA % 32 PI/TIO, R
& G 4 1780~ 1720 1380 cm™ £ A ch B I fpiRir e joE A 4
# ¢ 1780 cm™ 5 I figr=en-C=0 asymmertrical stretching v Jc* ; 1720
cm? % 7 figreen-C=0 symmertnical stretching = <% ; 1380 cm™ B % 7
fig3=-C-N stretching #x < o & B figs=fit>t 1550 cm™ 2_ -CONH + &h
-N-H 2 & e s PR A Bl &7 A7 97 * cnf I fig
eiv 2 iF ¥ & PITIO R & ¥cid T I iR 1 = 2 dhick o R RIep
BB I FRiR - eh & R b 3o 4o 4-1-1 [15 - 40]) -

@ 400 cm™ 3] 850 cm™ 4 #c TiO, chs s 8 [11] ¢ % ¥ TiO, 3
B 4r 0 B BT € ARP B 0 do ) 4-1-5 #rF [12]) e F G A %
TiO, *7if 4e e E B F 4 v A % & 0 wt% ~ 1.67 wi% ~ 3.35 wt% ~ 5 wt% ~
6.7Wt% - HIER ¥ 7 F o Flt i foF Hd F %% 5 0400 cm™
7] 850 et 2 ez i € REF TiO, chd 4o @ AR AF o
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5.0

us ] (A)pure PI
| 1380 (B)3.35 wt% TiO in Pl
4.0 - /
3.5 o w
3.0
2.5 4 ‘ |

W
i (M

A

1.5 o

Absorbance(a.u.)

...................
2200 2000 1800 1600 1400 1200 1000 800 600 400 200

W avenumber(cm )

@ 4-1-2 PMDA/ODA & 3t20 PITIO, iR = E%2. FTIR & 3% §

45 _ (A)pure PI
) (B)3.35 wtt TiO, in P

Absorbance(a.u.)

] ‘U ‘U\ ‘\ |
| IR
s
\}U Uliw w ‘A
i
| Lllpwm.w\\ Il i'f

(A)

W ' { B
e

-1.0
2200 2000 1800 1600 1400 1200 1000 800 600 400 200

Wavenumber(cm ™)

W 4-1-2 ODPA/ODA i 52_ PI/TiO, R & #5%2. FTIR 3k i §)
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LX) Poly(amic acid) LX) Polyimide
ThE Wavenumhers(cm'l} E iR Wavenumhcrs(cm'l)
coon | 1710 (:C=0 - stretch)
3000-3500 (-O - stretch) o
L 1780 (-C=0 : asym stretch)
1660 (-C=0 - stretch) ~y— | 1720 (-C=0 * sym stretch)
_ 1380 (-C-N - ring stretch)
1550 (-N-H  bendin —
CONH ( ending) [ 725 (-C-O + ring bending)
1300 (-C-N - stretch) o
3360 ((N-H - stretch)
1600 (phenyl vibrati brati
Pheny! ring (phenyl vibrations) | o, ¢l ring iggg ("h‘m}'} ""_E’“‘?““S)
1550 (phenyl vibrations) (phenyl vibrations)

3 4-1-1 RE ARt 2 R ARR IR 20njod =3

Standard-T10,

Pure PI 172y —= 1380
PITIO.-Swt% T

PUTIO - 10wt %% Tio,

PUTIO - 15wt

PUTIO 20wt

Absorbance (arbitrary unir)

PUTRO 3wty

PLTIC) 40wt

4000 3500 3000 2500 2000 1500 1000 500

Wavenumbers (cm )

W4-15 = fet 3 F v BIPUTIO (Wt%0)iR # #3422 IR%3# W [12]
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A2~ AP §F %72 P EM2Z B I ppok/c §F M4m0
2 B

4-2-1 ~ g 53 3 X T F B8 4 17 (FE-SEM)

B 4-2-1 ~ B 4-2-2 % [§] 4-2-3 & u] 5 PMDA/ODA ~ ODPA/ODA 1
% ODPA/TPE-R ' = f6 7 I B4 0B I fibi%/ = § 1 4500 & 2 B3
bR MM FT(FESSEM)E X B % A= F B> = f7 b 3
HORE AR £ 3 4+ 4o [ Rd A Flg0 o AR 04 S AR
FE P SR TR C F a3 R ART AR
L AR R e

d B 4-2-17 g | PMDAJODA ¥ S e I; fievieiR = %2 top view

¥ 2B 4 Ti(OBU), 4 B L LB WET9 » H 974 4 h TiO,

4o

2Tk o) 2 20nm 1 T O REFE T|(OBu)4ﬁ‘ tv & 3 4r 3] 6.67 Wt%PF -
A A4 TIO ke F 4% 5 P e~ H T35 0 45 35nm =+ - d @ 4-2-2
¥ L% 7] ODPA/ODA i Suen® 17 fphiR = %2 top view > % & =
% 1 $ Ti(OBuU), 7 e £ 5 1.67Wt%pF » Her g 4 hTiO, o+ 2. T35
<] % 18nm = + » 5 ¥ Ti(OBuU), 7 Sv & 3 e ] 6.67 WtOoRF > 7 A 4
A TIOy 4% 5 ¥ g~ H T334 5 36nMm =+ °4pfF 3 > d [§] 4-2-3
7 B2 5] ODPA/TPE-R i 3o I; fpiiiRl & W2 top view > § & 'z
ERNL T|(OBu)4c¥ AAr g 5 1.67 Wt% 4r 3] 6.67 Wt%pF > H o7 A 4
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1 TIO f+ 2. T35+ [ 17nm = £ 3 35nm =+ > 7 k5 dkex F P
Tl ARk TR TIO, AR L A=Y hi £ 5 1.67wt%

2 3.35 Wt%PF 5 #7125 ch TIO2 efufe 3 & ~F 4 0] & T a4 18nm =
A g TIO, B I fieie? h3 £ 5 SWt9Z 6.67 Wt%pE » #7252
FTIO2 e 8 4 4 ) 2 E F|T3935nm 24 o FIp 7 F ISR

& F 14 Ti(OBU) i #e & e 4o 30 BT ibP=R & 0509 ¥ 2 4 oh
TiOp e+ 4% 5 ¥ it » 2 A FG v & iy W5 F Rk E i

BAX S F s ARP Flot g R SRR G 2325 A R R g

N

A sk oA, h TIO s = F 438100nm» &2 7 i ;
i d FE-SEM & 457 & #pa, A TIO k. + w353 oh

VR Y o gk R s S A & B ACAC iR e 0 FE A
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NCTU

W 4-2-2 ODPA/ODA % 32 PI/TIO, 8 = & 5-2_ Top view SEM B

(A)L.67 W% (B)3.35 Wt% (C)5 wi% (D)6.67 wid TiO,
56



W 4-2-3 ODPA/TPE-R % 3t2_ PI/TiO, & & & %-2_ Top view SEM B
aw}—’"‘-—fféf-&f

(D)6.67 Wt% TiO,

B 4-2-4 ~ @42511%51 __-"‘-’-\ MDA/ODA - ODPA/ODA
%h.}_,

712 ODPA/TPE-R #* = 7% %ﬁxﬁﬁw«/_ § 1 40R XA

e TiOp 3 BT & Wlehd L » H 35 5 T 3 K ekt A 7 (FE-SEM) 2

-

A
% g

e
3L &

nT&
3\

F4-2-4 5 = f67 b SHREAR - §F 4R £ 1.67Wt%
9 TiO, e% Sk 2. Topview SEM %> @ Bl 4-2-5 5 =7 B %
BRI R/ = F 4R A0 3 3.35wi%n TiO, e e+ 2
Top view SEM #: > I # chfl 4-2-6 5 = f67 b SR L fe'e/= ¥
LATR AHTY 75 SWt% e TiO, iz f -+ 2. Top view SEM # i

d gz B P T 0 F 0 PMDA/ODA i s 254 anTiO, 5 o o+
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He~5%E] 0k kxR 5 ODPA/ODA> B+ = < 1% ODPA/TPE-R>
MY R AP FR o HAS TIO 3 AT &y A
PMDA/ODA s .o & % i & 5 ODPA/ODA’ & > ¢1 5 ODPA/TPE-R o

T PR IR e daip] L d At R A FARE A R F IR ATid =
PMDA/ODA i st¥ T3 3 = g | 7 it 2.7 5 H 3 A4 3 44k >
TiO, % 5g4» & PMDA/ODA % fiicefie @ % & Hdo#ris 3 % 5 B &
F #. ODPA/TPE-R % s Ap$t k3 H B A F 485 8 5 2 &0 #7112 TiO,
W 5547 . ODPAITPE-R B figiepefs o g 5 > #7133 R g =
R 2 S P R

PMDA/ODA s su¥ 4 & fedd R g @ av 2 7] 5 2 3 4 F 48k d -
TiO, % %4+ % 5 A 37 & PMDAJODA B g =ps ¥ > #710 bt I fpie i
guBAe e 0 TiO, 2 F ke 53,3 a8 i g > F B ODPA/TPE-R
SE B G R AR R RIS £ ARF § R TIO R

Hdom kb o R RS -
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W 4-2-5TiO, 2 £ % 5 3.35wt% % F F I fig?% % 3v2. SEM H

(A)PMDA/ODA (B)ODPA/ODA (C)ODPA/TPE-R
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4-2-2~ FHTF éﬁ&ﬁé\ %fr(TEM)

AR T AN T S s A T (TEM) R R R T fpi=- § 1
4R X Y TIO ot 2o s S [ 2 A F 3 0 F 4-2-7 %
PMDA/ODA i 5.2 PI/TiO, i & %2 TEM 4 47 » # Ti(OBu), i
4 g 5 5Wit%ed B 4-2-7¥ 1% 1) & PMDA/ODA i 5@ » # Ti(OBu),
]ﬁg 5 DWIWORF » 1) gk + <0 2 5 10nm 2+ » 3 3

= -

g B G E g o
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W 4-2-7 PI(PMDA/ODA)/TiO, 5 wt%o;® = & %2 TEM B

B 4-2-8 5 = 87 R I fp'e$ 2 PUTIO R & 2. TEM B

I

=
=
@)
o
[
g
¥
-~
|k
IR
ol
X
Nhud
Ar'S
Pl

' 5 PMDAJ/ODA i 5e¥ it if %

p

& k3 ODPA/TPE-R %

® 4-2-8 PI/TiO, 5 Wt%;® = # %2 TEM F]

(a)PMDA/ODA (b) ODPA/ODA (c)ODPA/TPE-R
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] 4-2-9 PI/TiO, 5 Wt%;® & %2 EDX Bl

(a)PMDA/ODA(b) ODPAIODA«(c)ODPA/TPE-R

4-2-3~ HEF A £ 17 (TGA)

BFELAPIRF LR F R ERY O BREEERRAT 2 A HR
PR VREMPEDERAZERT)E EERE TR AR
TCGA %17 e 4 SaenB I i/ = § 1V 452 KR S WA 15 » RRBRBRYE
FoF a7 B A PIUTIO 2 KR 22 £ R R - M PFeD
R 3R R T AR H 7 a2 gh(onset g)0 @ charyield 3 3: 900
CEFIT AT 0 B 4-2-10 ~ B 4-2-11 2 2 [§) 4-2-12 » %] 5
PMDA/ODA ~ ODPA/ODA 12 2 ODPA/TPE-R % & & keen® 7 fipi%=

42 kM A2 TGAR » H 25 8Bt s 4-2-1 ¢ o
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100 |-
90 -
80 -
B3
z
o> 70 |-
T
2
60 -
PMDA/ODA
PMDA/ODA 1.67 wi% TiO,
50 - PMDA/ODA 5 wt% TiO,
40 " 1 " 1 " 1 " 1 "
0 200 400 600 800 1000

Temperature('C)

® 4-2-10 PMDA/ODA u3e2_ PUTIO, 7 ¥ iR = %2 TGA W

100 |
90 |
80 |-
N
z
= 70
(5]
2
60 -
ODPA/ODA
ODPA/ODA 1.67 wt% TiO,
50 |-
ODPA/ODA 5wt TiO,
40 " 1 " 1 " 1 " 1 "
0 200 400 600 800 1000

Temperature('C)

W 4-2-11 ODPA/ODA )k 3v2_ PI/TIO, 3 K iR = %2 TGA B
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90

80 -

70

Weight %

60

ODPA/TPE-R
ODPAJ/TPE-R 1.67 wt% TiO2
ODPA/TPE-R 5 wt% TiO2

50 |

40 L 1 L 1 L 1 L 1 L
0 200 400 600 800 1000

Temperature('C)

W 4-2-12 ODPA/TPE-R ,#8t2_ PHTIO, % X 2 = %2 TGA W

% 4-2-1 P|/TI02 ‘f /Rﬁm"?‘ﬂﬁ;m_)ia R{/ﬁ;\‘fﬁ“%

PMDA/ODA ODPA/ODA ODPA/TPE-R
TiO, content _ _ _
Ta(C) Char Yield Ta (C) Char Yield Ta (C) Char Yield

(%) (%) (%)

0 wt% 533 53.9 516 56.4 513 56.1
1.67 wt% 563 55.9 533 60 514 68.2
5 wit% 565 57.9 534 62.5 517 61

e 4-2-179 ¥ P g g o = fE 7 Bk SLEPl TIO 7 5F IR = M
2 BB FRE R (Td) ' § F1= § (455 8 4o d 52 5 40 o % TIO,

#5415 W%p¥ » &PMDA/ODA ¢ keIl TiOyR %% » 2 Ta
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d 533 ‘C# = 3565 °C » # 4 132 °C ; **ODPA/ODA i s22_Pl/ TiO,
o E Y > Tdd 516 C 3 4 2534 C » &2 718 C ;

ODPA/TPE-R /s seerPI/ TiOR & 5¢ > Tad 513 ‘C# 2 2517°C »
% 04C - BAPBER €TFTIONZ T sem & F » &7 LF5
FWE A FRERSEDRPF R PEREEF S @ BRI

%@);-‘\'Jﬁ*/n‘}i #EB o

pek s g E A AR E (Charyield)s S F TiO, 2 £ e 4vm 4 » H
A& F S E900°CRE xRzt R AT S AR i
A8 AR E P A [t TR AR SN 5 L AR
Bk nm s 4 Tl A900 CRR AR AR i F A 4
222 RLECIE: RIIRINIAN: IR o ;’ﬂ;‘f]&ﬁ: F i 4vz BRI fei=7900C
oA RARE R RIS B RFT A EFLAFET B &
i G § 2

w - RAUE THR&ER e W ARUARG P BEUAS G R

A

NN

T g o T

g
-
7%

2o Dol ) D
X o A g £ AN A J’.?LJ%,ELE °
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4-3~ g F B RE M2 BRI fse/c § V4R SR
I

4-3-1~ R F R eE M2 R LM%/ - §F V4R S 2 |l

Ed A - A PP Y T L0 23] 0 ODPA/TPE-R B &7 fiphie/ = §
AR KRR s F e Mg S s § VAR £ S R

BB Bl 0 FP At - R4 P % ¢ i+ ODPA/TPE-R it B

RGN 2 é,l v 1,3-bis(3-aminopropyl)tetramethyldisiloxane * - % 3
#§ s EREAE K E (eRir A > J 2> ODPA/TPE-R i3 p 4 5@ &b
B fAH M F OB w aip F R L o T AR TR I e
e/ = F VAR R R SR HF S E R AN AL FE S 0 AR
B B ST s - R PT R R A 2T g 3 A
FREME Rer L gt — SRR AR o

% 4-3-1 3 #r4 ODPA/TPE-R i 7| B L fipi®/ = § 1 45 2 8 & 0ieh
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% 4-3-1 ODPA/TPE-R & 5| PUTIO, e 544 5] 4

Polyimide ™ Polyimide >
sample | siloxane | TiO, % | sample |siloxane | TiO, | %
name | (mol.%) | (Wt%) | ¥ | name |(mol.%) | (Wt%) | £
OT1 0 0 X OT12 0.25 5 0
OT2 0 3.35 X OT13 0.5 1.67 X
OT3 0 6.7 X OT14 0.5 3.35 X
OT4 0 1.67 X OT15 0.5 5 X
OT5 0 5 X OT16 0.75 1.67 0
OT6 0.25 0 X OT17 0.75 3.35 0
oT7 0.5 0 X OT18 0.75 5 0
OT8 0.75 0 X OT19 1 1.67 0
OT9 1 0 X OT20 1 3.35 0
OT10 0.25 1.67 X OT21 1 5 0
OT11 0.25 3.35 X

d &9 7 g #\,;‘J‘ v 1,3-bis(3-aminopropyl)tetramethyldisiloxane

PRI R - F AR KR SR AR F RS R ' F

-

1,3-bis(3-aminopropyl)tetramethyldisiloxane 7 S e de 0 H o0
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4-3-2~ & Nkt A RA I (FTIR)
54 B F R LRV C F A A f R 2 & FTIR chRlzE ¢
K$ TR AR G R fEbRL Al i 4o 977 11778 cm™
1780 cm™: = 4 *& imide 3 C=0 asymmetrical stretching = < o
1720 cm™ : = 4 *% imide =7 C=0 symmetrical stretching v Jzc# o
1380 cm™ : = % *% imide ¢ C-N stretching = jz* -
g BB E R hR g L Ay 4o 915711260 em™ ¢ Si-C
stretching = <& 1028 cm™ 2 1094 cm™: Si-O stretching w Jz & o
B14-3-112 2 B 4-3-2 5 ZF AP BenF § 4= R g e 3 ot By

TiO, 57 ODPA/TPE-R i SE2u 8 dr fiei=il = 552 FTIR Bl o o Sk B

I

22 N
b

/

¥4 4 S T PRV erODPA/TPE-R [k %tz PI/TIO, 8 &

ppuu

> 5t 17801720~ 1380 cm™ £ A chE Iy At e ojciE A 4 o
# ¢ 1780 cm™ % I figr=in-C=0 asymmertrical stretching w4 ;1720
cm?t % I fig "= en-C=0 symmertrical stretching = 4<% ; 1380 cm?p) %
I fisr=en-C-N stretching = fc'% o @ % fighefs*t 1550 cm™ 2 -CONH

Foe-N-H 3 & i S AR A o Tt A R P IR F BT
F g I Apieit 2 0F 2 ¥ 16 PITIO R = Wisd T I fig =it = 2 ehsk
B o,

m 400 cm™ 3] 850 cm™ % i TiO, s e fcé » € %E ¥ TiO, 3 £
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Hite o BT CE AR R 0 R F]S AR R TIO i hEE R
At wl G Owt% - 1.67 Wt% ~ 3.35Wt% ~5wt% ~ » HIER ¥ 3 B o
Flob iE OFE D R S % 5 4 400 cm™ 1) 850 om™ 2 fioe
€ ST F TIO, 3 4o i AR A o

Si-C e 4 (~1260 cm™) 2 aryl ether s Jc i # [](1230~1270
em4pit > ¥ ¢ Si-O eex 4 (1094 cm™ ~ 1028 cm™) 7 22 5 4 & e
C-H in-plane deformation vibration =< &4 ] (1000~1290 cmip £

'ﬁ"l—— F‘E‘ﬂdz‘g’:}z%/ °

(A)0.75'mel.% Siloxane/1.67 wt% TiO2
(B)0.75 mol.% Siloxane/3.35 wt% TiO2
1780 (C)0.75 mol.% Siloxane/ 5 wt% TiO2

8 \ 1720

1380

(A)

Absorbance(a.u.)
1

,
1 \ \/\N",L b
/ i N\ B
] [ Ay @
l_
0 (©)
1 -— ¥ 1 F—7——71—+—
2200 2000 1800 1600 1400 1200 1000 800 600 400 200

-1
wavenumber (cm )

W 4-3-1 34pF #3222 F TiO, 2 PIUTIO R = %2 FTIR sk 3§
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(A)Imol.% Siloxane/1.67 wt% TiOz
(B)Imol.% Siloxane/3.35 wt% TiO2
1780 1720 (C)Imol.% Siloxane/ 5 wt% TiO,

1380

Absorbance(a.u.)
1

1+ 177"
2200 2000 1800 1600 1400 1200 1000 800 600 400 200

-1
wavenumber (cm )

W4-3-2 $3kFF %3 BaTiO; 2 PUTIO, R 292 FTIR % 3%
Bl 4-3-3 ~ B] 4-3-4 2 % @] 4-3-55 7 #BFﬁL“&-JTIOngE"Jr‘c
% et B % Y% e ODPA/TPE-R i XE2u B I7 fiphie/ = F 1Y 4% IR = w2

FTIIR Bl -2 515 2 RHTIO “Tif e L £ F #1455 0 wi%h >

»

1.67 Wi% ~ 3.35Wt% 5 Wi% -~ » HLR £ F 0 Fp &k F K

¥od F 5% 5 1400 cm™ 1] 850 oM 2 e ok § MR F TIO, ey

b ARPDBE o
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Absorbance(a.u.)

B 4-3-3

Absorbance(a.u.)

-0.5

-1.0

7
(A)0.75mol.% Siloxane/1.67 wt% TiO2
1780 \ (B) 1mol.% Siloxane/1.67 wt% TiO2
6 -
/1380
5
4 4
34
T T
W\‘ s oy ‘ﬂ .
2+ YN )
.y [
\ | |
Y I \ [1
14 [ ! ‘M\H
] \‘ \J\\l} Mﬂ‘ ’
P Y W [ [
LM VAN m ) A g | (B)
0 W \J “ il V “nﬂﬂ\f‘\'\n\u‘ W
W UJ
-1 T T T T T T T T T T T T T T T T
2200 2000 1800 1600 1400 1200 10100 800 600 400 200
wavenumber (cm )
A

%

7 FF § %40k THO, 2 PITIO, 8 * 52 FTIR % 3# W

6.0
5.5—.
5.0
4A5—.
4,0—.
3A5—.
3.0—.
2.5—.
20
1,5—.
1A0—.
0.5—.

0.0

1720

1780

(A)0.75mol.% Siloxane/3.35 wt% TiO,
(B).-"1mol.% Siloxane/3.35 wt% TiO2

1380
—

|
MLt

(A)

W
(/\j‘ \\l u

\\,A ‘J“\
| |

| |
W W

i

\V,-WJWM

!
/\,\Vﬂ\“\\l (B)
|

fM

2200

T
2000

T
1800

T T
1600 1400

T
1200

T T T T
1000 800 600 400 200

-1
wavenumber (cm )

W 434 §3 F#52pkF TiO,2 PUTIO, R 2952 FTIR % 3 W
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6.0

(A)0.75mol.% Siloxane/5 wt% TiOZ
(B) 1mol.% Siloxane/5 wt% TiO2

5.5
] 1780 Y 1720

5.0 b /1330

4.5

4.0
3.5 ﬂ
3.0 ‘

I WW\] Wﬂ
|

|
b
E I A | I’
ﬂ/ \\ ‘ | \

Absorbance(a.u.)

0.0

-0.5

-1.0 L T T T | T T T
2200 2000 1800 1600 1400 1200 1000 800 600 400
-1
wavenumber (cm )

W 4-35 § 7 k& § %24 b Ti0, 2 PITIO, 7 % 52 FTIR % 3#
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A-4~ P B cE 2 BT pesk/c §F MR A2
BRA
4-4-1 ~ B 84N dy 3 T T B g A 17 (FE-SEM)
F 4-4-1 - ] 4-4-2 2 ] 4-4-3 2 % 5 7 F AR IR B TiO, s i 4

% Fe it bR 3 Y% 6 ODPA/TPE-R i 3iz. B I fighe/= § 1 4% iR = g2

B ST AL A 19 (FESSEM)H 2% 2 4 5 = 4

1
™
At
o+

HOEE €t A N L LSRR Y

FAr f =i e enk i R o

W44l 53 FF5 5k TiO, 2 PIUTIO, R 2 552, SEM F

TiO, 1.67 wt%:Siloxane (A)0Omol.% (B)0.25mol.% (C)0.5mol.%

(D)0.75mol.% (E)1mol.%
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W4-4-2 $2 kP § %4k TiO, 2 PIUTIO R % %2 SEM H|

TiO, 3.35 wt%:Siloxane (A)0mol.% (B)0.25mol.% (C)0.5mol.%

Bt 5

W44-3 22 FFF 2R TiIO, 2. PIUTIO R & #% 2. SEM B

TiO, 5 wt%:Siloxane (A)0mol.% (B)0.25mol.% (C)0.5mol.%

(D)0.75mol.% (E)1mol.%
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d Bl 4-4-1-® 4-4-2 2 B 4-4-3 v LRI % £ = F i # Ti(OBu),
For® s L67TWo%F § = 7 £ 3 0mol.o%ps - # ¥4 2 TiO fe+ 2
Tiax ) L 20nm LT > RMEER mzfj‘éc%i\aéc | 1%FF » #7& 24 e
TiO fed * [ H G+ xeeo T TP UPBOF I FFF 2 EH
bepF o HTIO ted o ARG g b g RIFH 75 AR B
TiO, ch e e 4e % I v H{F § 2 cnODPA/TPE-R s su2 R I; b=/ = §
AR A G EE R F % R 4o B bR T 2 R

TREF o M- BEFEP 7 e 1,3-bis(3-aminopropyl)

tetramethyldisiloxane #+** ODPA/TPE-R:, 4 si2_ F I figi=/= § 1 457

Fl4-4-4 2 {1 4-4-55 5 S FARR P BIGF § AR gt ot b

TiO, 77 ODPA/TPE-R % 3tz B Iy figt%/ = & 1 4% =02 -8 647 3

Mgl m 1T(FE-SEM)E 3ex B 3% 5 - R > A7 3 po3ne FI%‘ELL
FEHR SR TI(OBU), B = 3 it 457 Kb+ AR L%

R A R H A G ekl R KRR o
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N 1%\, &
Siloxane 0.25mol.% TiO, b (B)1:67-Wt% (C)3.35Wt% (D)5Wi%

W44-5 2P F %2R TIO, 2. PIUTIO R & #% 2. SEM B

Siloxane 0.75mol.% TiO,: (A)0wt% (B)1.67wt% (C)3.35wt% (D)5wt%
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d Bl4-4-4 2 BlA-457 BRI 5 %5 £ 5 025mol% & =
§ i 4 Ti(OBU)if e £ 5 L6TWIPF » # 572 4 s TiO, 2 2 T 42

<] % 20nm 11T > 5 F Ti(OBu), /9‘ bv & 4o 3] SWE%PF > #7A 4 eh

o

TiOpdeF [ H 2§ * e o ¥ ¥ 1 p Beng > § Ti(OBU)s#
Fls B pE o B TIO) i i A0 < RSB E > R T H G
FAPR L BIR F RN R 43 ot 6] TIO, ¢ ODPA/TPE-R i 2
BRI ARi=/- § 4R 204k 6§ SEF Ti(OBU), 7 £ e 4o 3 38 r

Ao kAR g 0 BIA Y B e AL T A F R R ERSEC

Bei e Bk A R AR 1 4L

4-4-2 ~ #EF % A 5 (TGA)

Fl 4-4-6 ~ ] 4-4-7 12 2 [§] 4-4-8 = B] 5 Z 5§ AP P B TIiO, ehie 7%
bv A fe vt F2 F % 0 ODPAITPE-R ik stz B I fipie/= § 1Y 45iR A%
w2 TGA Bl > B 4-4-9 ~ B 4-4-10 ~ B) 4-4-11 12 2 R 4-4-12 &~ %] %
ZF AP Gl F Smeniz a3 et B TIO, ¢ ODPA/TPE-R ¢ 5t

2R IR/ § v 40R S92 TGAR) #

it

BHAEIA A 4410 o
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Weight %

60

80 -

— 0 mol.% Siloxane/1.67 wt%
0.25mol.% Siloxane/1.67 wt% TiO2
0.5mol.% Siloxane/1.67 wt% TiO2
0.75mol.% Siloxane/1.67 wt% TiO2
Imol.% Siloxane/1.67 wt% TiO,

W 4-4-6 3
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95
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85
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70

W eight %

65
60
55
50
45

40

W 4-4-7 3

T T T T T T T T
200 400 600 800 1000

Tem perature(uC)

1k TiO, 7 B# § =20 PI/TIO R =952 TGA H

—— 0 mol.% Siloxane/3.35 wt% TioZ
0.25mol.% Siloxane/3.35 wt% TiO2
I 0.5mol.% Siloxane/3.35 wt% TiO2
- 0.75mol.% Siloxane/3.35 wt% TiO2
i 1mol.% Siloxane/3.35 wt% TiO2

0 200 400 600 800 1000

Temperature('C)

Ak TIO, 7 F# F %2 PI/TIO R = %22, TGA H
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Weight %

W 4-4-8

W eight %

® 4-4-9

90

80

70

60

50

40

Sk TIO % B#F
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80
70
60
50

40

ii

0 mol.%
0.25mol.%
0.5mol.%
0.75mol.%
Imol.%

Siloxane/5 wt%
Siloxane/5 wt%
Siloxane/5 wt%
Siloxane/5 wt%
Siloxane/5 wt%

200

400 1000

Temperature('C)

BEILPITIONR 2 52 TGA F

0.25mol.%

0.25mol.%

0.25mol.%

0.25mol.%
1

Siloxane/ 0 wt%
Siloxane/1.67 wt%
Siloxane/3.35 wt%

5 wt%
1 " 1 " 1

Tio

Siloxane/

Vi o ]

200

e

400 1000

Temperature('C)

7 F TiO, 2. PUTIO R =32 TGA W]



90 -
80 |-
8
=
= 70
(5]
2
60 |

0.5mol.% Siloxane/ 0 wt% TiO

2
0.5mol.% Siloxane/1.67 wt% TiO2
50 0.5mol.% Siloxane/3.35 wt% TiO,
0.5mol.% Siloxane/ 5 wt% TiO2
40 " 1 " 1 " 1 " 1 "
0 200 400 600 800 1000

Temperature('C)

W 4-4-10 47 § % 20 TIOL 20 PITIO, R 2 5%2. TGA W

100 |-
90 -
80 |-
B
=
= 70|
(3}
2
60 |-
0.75mol.% Siloxane/ 0 wt% TiO2
0.75mol.% Siloxane/1.67 wt% TiO2
50 - 0.75mol.% Siloxane/3.35 wt% TiO,
0.75mol.% Siloxane/ 5 wt% TiOz
40 " 1 " 1 " 1 " 1 "
0 200 400 600 800 1000

Tem perature(“C)

W 4411 $4pFF 553 F TiO, 2 PITIO, R 32 TGA W
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100

90 -

80 |-

70

Weight %

Imol.% Siloxane/ 0 wt% TiO2
1mol.% Siloxane/1.67 wt% TiO2
1mol.% Siloxane/3.35 wt% TiO2
1mol.% Siloxane/ 5 wt% TiO2

50 -

40 L 1 L 1 L 1 L 1
0 200 400 600 800 1000

Temperature('C)

W 4-4-12 $ 4% § %= 28 TIO 20 PI/TIO, iR 2 %2 TGA W

% 4-4-1PUTIO, 2 KR X2 M A TRE R 2 AR 4T

Siloxane  Siloxane Stloxane Siloxane Siloxane
Omol.% 0.25mok% .. 0:5mol.% 0.75mol.% 1mol.%

TiO,

content Td Char Td Char Td Char Td Char Td Char
o Yield . Yield . Yield .. Yield .. Yield
C o Y Y o Y ) ¢ )

Owt% 513 56.1 512 55.2 511 575 521 54.8 524 50.5
1.67wt% 513 68.3 513 55 513 615 525 58.8 527 56.2
3.35wt% 515 61.4 519 608 515 60.8 527 61.8 530 61.5

Swt% 517 61 532 614 515 649 530 61.3 533 61.9

WA A4 PP A F AR BIF § Rtk iR
i B TiO2eODPA/TPE-R i su2. B I fip b=/ = § 1t 4508 & 92 # 4

BRM) T €F-F kg Besfea g2 4 o F§TIOd 7 £
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OWt%3% ¢ 3 5 Wt%Fs » A % Y= 4r £ 5 0mol.% > H Tad 513 C4x =
Z517°C #% % 14 Chawmi =4 E 5025mol%  H Tad 512 C#
24 3532°C # 3 720°C @ % "=ix4c & 505mol.% > H Tad 511°C
#AI55C %% 74C> w3 iR % 0.75mol.% > H Tdd 521
CH= 2530C #3% 197TC> & § =i £ 5 1mol.% # Tad 524°C
FAE533°C 4% 19°C - BAIHER EEFTIONF B 4o n
FoBTAAFLGIER A TR REHEORPT P YREET
AREBRATYZAHNBERATRS o oo BEA S E (Char

yield)+ “E ¥ TiO, 7 £ b sc i 4o o

¢ F Aa ket BITIO M 7 4 I v+ Bl#” § = HODPA/TPE-R 4
Yoz RLEiR/ = F M ARR S BAGRRE R (Td) ¥ ¢ %@ 5 =32 2

i 4em SE2 M4 o F R F 2 d 5 £ 0mol.%H 4 3 Imol.%pF » A=

Rl

P gkt 20Wt% > HTad 513 CH 2 2524°C %3 711°C > &

i

|

ey
s
ﬂ’

4B 5 1.67Wt% H Tad 513 CH = 1527°C # % 7 14°C ;

fes § gk 4R 53.35Wt% 0 #Tad 515C4# 2 1530°C > # 4 715

@)
B
Iy
-‘*W
‘j’
=¥

s4vE 5 Dwit% o H Tdad 517 ‘C#& = 2 533C - # 4 /%

BREECFFF Rz Ed e HF &7V AFapI =P Y 7

~=h

FHEB o st RIAART (Char yield)R|E2 3 = P R
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RFS TR LG AR R R B § M

4-4-3~ X kg F ki i EF A (XPS)

] 4-4-13- ] 4-4-14 12 2 ] 4-4-15 3 3 F 40 I vt & TiO, Pz i 4o
7 F ot B)F § % ODPAITPE-R 4 stz B Iy fiehie/ = § 1 458 & 5
AP e R3] C1ssN 1s~O 1s~Ti 2p 2 %2 Si 2p % > binding
energies> m £ H XPS epLip|5F 5 & o B 4o T % 5 10nm = + >
Flie 5 B E AR A G DA G BB 4-4-13 - B 4-4-14 11 2 ] 4-4-15

FOUFER o R R ER SR X ARSIl M eh
A v Ap i R RERM Ag#3 = ODPA/TPE-R & k2 &
TR § 1 4OR S ehg A S4B AL Feniiia g oA ELp
g Fe ol 0 R RER DTS T -

B 4-4-15~ ) 4-4-16 12 % B 4-4-17 5 2 F AP vt Gl eip? § e (2 ik
4v 7 et B TiO, 5 ODPA/TPE-R Jk 3uz2. B I; g%/ = § 1Y 4578 =5 »
hBY AT e 5] C1s~N 1s~0 1s~Ti2p 12 %2 Si 2p % ¢ binding
energies > 7 [§] 4-4-15 ~ | 4-4-16 2 2 B 4-4-17 7 ¥ R > § TiO,
ZEAMPF S X ARBD T GG B 5 A8 > ¥ it E_Ti(OBu),
b7 # ¥ %= ODPA/TPE-R i siz B I fpie/= § 1 45 & eng
AR LN A WA s [EE = E N LR G SRR N L O 3 L

P ER A G RS B 0 BT A G TR AT o
4E
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®] 4-4-13 siloxane 0.25mol.% TiO, 5wt%z2_ PI/TiO, ;& = 352 XPS ]
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B 4-4-14 siloxane 0.75mol.% TiO, 5wt%z2_ PI/TiO, &R = 52 XPS H]
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# 4-4-15 siloxane 1mol.% FiO, 5wt%z2_ PI1/TiO, & = 35-2_ XPS §]
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80000

70000

60000

50000 -

40000 4

Counts

30000 4

20000

10000 -

1200 1000 800 600 400 200 0

Binging energy (eV)

® 4-4-17 siloxane 1mol.% TiOQ; 3.35wWt%2_ PI/TiO, R = 32 XPS §]

2442 PP FE s § L4 B[2 XPSTi~ 2 £ %

sample name S::z))l(i;:)e -\/I;/It(o)/j Ti At.%
OT19 1 1.67 0.09
0T20 1 3.35 0.04
0oT21 1 5 0

3 4-4-3 AP AR -F V42 XPSTi~ % £ 4

siloxane| TiO2 :
sample name mol.% | wi%% Ti At.%
OT12 0.25 5 0
OT18 0.75 5 0.36
oT21 1 5 0
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¥1I %
"

MET % - WA * T fep ik (Acetylacetone) 1T G & 8 F i 4

»

iE

TiO % 4 Ti(OBuU), 2 | Fpd gxmy e R IR N 4 6
P RFEMERRF M2 kR E R S 0 LTI STk o X
FI% 7% %-50% 2 > H-Ti(OBU), o pde 37 35 20 RARIREL Y - T8 &3 IR

TRERTF ARG XA RS- E o b

R 422 mip- F H4c o

ASEM2 TEMELZ T o A gl 2 = 7 F S H R T ik
VR AR R AP R T ME R A r B E - F kRS L)
P e @ B A 4ad A ek SAPMDA/ODASE AP o g A5 A AR i
WH WA kARG s § LT 0@ AR A 5 sakudt (H0DPA/TPE-R

g e Pl sl HAi g oo LEREHE K SR SR

FEher T F A AT A G oTRA

5 - e F % * 0 5 ODPA/TPE-Riz B & % » # 3 /,"j‘ e
1,3-bis(3-aminopropyl)tetramethyldisiloxane s* - & 7 # ¥ = 2 FixcH
Rk TR A n L Is IR LAY > T UFERIAAZ E

5 15%cpEiz o gt RS A k@2 A, Al r - TF R E R
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HA R AT SR A P § R R R e

TR A F AR B EFB%PE A S F I ER S R KR S

5% IR AF e M o
7 F

2,

Moo der FF P F R BRERE M H 4 AF ey § MR E D

g ooad TCAD A 5 ¢ B T4 § 55 4t

1,3-bis(3-aminopropyl)tetramethyldisiloxane ¥ 4
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