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A Study on Synthesis and Characteristics of Silicon-

containing Polyimide for IC Package Application

ABSTRACT

- Siloxane modified polyimides, called poly(imide siloxane)s,(PISs),
were prepared. The dependence of morphology of the (PISs) on the
solubility parameter of unmodified polyimides and the molecular weight and
content of a,w-bis(3-aminopropyl)polydimethylsiloxane (APPS) has been
studied. The effect of the morphology on the mechanical properties is also
under investigation. The domain formation in the PISs with the APPS
molecular weight Mn = 507 g/mole is not found until the mole ratio of

APPS/PIS > 0.5% in the pyromellitic dianhydride / p-phenylene diamine

(PMDA/p-PDA) based PISs and at mole ratio > 2.7% in the BTDA/m-
BAPS based PISs. As the APPS Mn = 715 g/mole, the critical APPS
concentrations of the domain formation in both types of PISs are equal to
0.1% and 1.1%, respectively. The critical concentration is equal to 0.6% in
the BTDA/m-BAPS based PIS film with the APPS Mn = 996 g/mole. The
isolated siloxane-rich phase in the BTDA/m-BAPS based PISs becomes a
continuous phase as the mole ratio of APPS/PIS > 7.7%, 10.0% and 16.6%
as the APPS Mn = 996 g/mole, 715 g/mole, and 507 g/mole, respectively.
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The effect of surface characteristics and morphology of the PIS film on
the true interfacial adhesion between the PIS film and alloy-42 substrate has
been studied. The effect of viscosity of PIS film and the surface treatment
of UV/ozone ( UV/O3; ) on alloy-42 plates on the peel strength of PIS
films/alloy-42 joints is also investigated. The yc of the PIS film decreases
with the content and the molecular weight of APPS. The BTDA/m-BAPS
based PIS films with the APPS molecular weight Mn = 996 g/mole (PIS9Siy)
show two phases in all compositions and linear dependence of the yc on the
surface concentration of silicon, [Sig,s], on the PIS films. The PIS film
with the APPS Mn = 507 g/mole (PIS5Siy) or Mn = 715g/mole (PIS7Siy)
exhibit the morphology change from homogeneous phase to inhomogeneous
phase starting at the mole ratio ( y ) of APPS/PIS = 2.7% and 1.1%,
respectively. The curves of yc dependence on the [Sig,s] discontinue or
deflect at these two compositions respectively. The treatment of UV/O; on
alloy-42 plates improves the wetting on the alloy surface and promotes the
peel strength between the PIS films and alloy-42 plates by a magnitude of >
20%. It shows that the flowability of the same PIS films bonding at
different temperatures significantly affects the bonding strength of the joints,
but the flowability of different PIS films bonding at the same temperature,
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e.g. 400°C, is not the key factor governing the bonding strength of the joints.

The true interfacial adhesion of the PIS5Si0.6/alloy-42 joint is of 80%
higher than that of the unmodified BTDA/m-BAPS based polyimide
film/alloy-42 joint. However, zero true interfacial adhesion is obtained
between the PIS9Siy films and alloy-42 plates. The wetting kinetics study
shows that the higher the siloxane content in the PIS, the higher the
activation energy for the adhesive bonding process. And the phase
separation significantly increases the activation energy. The scanning
electron micrographs of the peeled-off PIS film surfaces from the PIS/alloy-
42 joints reveal the rougher surface morphology from the sample with a

higher interfacial adhesion.

Keywords : poly(imide siloxane) ; morphology ; phase separation ;solubility
parameter ; polysiloxane ; plastic deformation ; peel strength ;
phase separation ; critical surface tension ; true interfacial

adhesion
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R IMBERGERGEHERER | e EREHEETH A St

D-



KB F-ICF
s HEHAES
cMAT 8 i

c#ER
- Bit

P RERIERIR (B KPR EHIR)
sOEHBHH
(e &auid)
- AR ERE
A (X)) %3 b 3.3
cHEX
HE
X 5 B AR
b
W@t TEESLA K
A B R BB
* 3=k (Bearing)
+ Bushing s RN
+ it 34 ¥ (Sealing Ring) c F(ERES

4t
B ABEK

- i

TR

s B ERAO)

« $ aaaMCM)

B 12 RIEERIEAS>RE

—<—'gdhesive

(a) Conventional Tri-layer type.

(b) Single layer type.

-3-
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B> BRRERR ) SHERT S RATEABENRL | B EH
H YR LIRS A2 H AL REIA® D ERE O EEN o &
Bt A4t ¥ B R LOC Tape(FF+T#l A #A = & 44 Tape + X LR+ #)
QAR E R B AR > AW A R T sk Ak (thermoplastic polyimide ;
TPDM# & L XM BITRH EHH R GALABIR ©
AHEE-FAMNARLERET I TEALC(RBELEERR)
HEREHALUR SR AEM A TG M) B2 M A 4 8
BAHE o BRAGHARIEEZ F4E(meta-) 42 B4 » £ TP ##tey Tg
BRERE » A e THREEFMLE (14] 5 £ TP ¥ 2 — ki — 8
HEMOISFTRNCARAN  AARSEFRANKR > v !
BTDA/1,3-bis(3-aminophenoxy)benzene(m-BAPB) ~  4,4'-oxydiphthalic
anhydride(ODPA)/m-BAPB & ODPA/2,2'-bis (4-[3-aminophenoxy] phenyl)
sulfone(m-BAPS)¥ =4 TPl £ 4% B A RAF&&T A SEBMYE > A
HAgls kM alloy-42 622 Mes BB AL L IC HEUREE
# > 10 N/em o = ODPA 32 m-BAPB £ ¢4 E D > 446
LW & ‘ﬁﬂﬁ&ﬁ*’riﬁﬁ.#’\ikﬁﬁﬁﬁ%%’*iﬁi‘l’é\ﬁé@‘?‘&f > HF
R &AIH LOC Tape M #H R EEH G0 XS R BMaAEE b B st
bt(polysiloxane)# & &y B K » TR R DHEAMABEHBBE - w
Mo AL RS Bl AETRAAA LB AMMORGRERAE
[3,18-22] o B s AR 5L 6951 TG4 242 5 89 £4% BTDA 2 m-BAPS
REABAR TR - 344 RBA F fu skt =ik (siloxane diamine)
Reth AR ERGEFN > PEMFIHFEREARERET
REFAH YR EEE(RBAERAS T8 PIS)Z —fE M4k 3t
& 449 (block copolymer) » dy 25 &% Az [8 32 (block) $L 2% 5 8] 3% 48 %, © sb38
-4-



£ % AW 1966 %% % by Kuckertz [23]4& /il PMDA st — £ 545 T
44 5% $%, = fiic (amine-termined siloxane dimer) & & ¥ i & & © 1988
Summers [24]4 A F F % F&Mn = 900 ~ 10,000 %/ZF)ERTRA&FE
(5 ~ 40 wi%)#4 APPS 4+ BTDA/3,3-diaminodipheny! sulfone (m-DDS)
BERMIBEEBEBTHYE > RET APPS M ABRTHR 28k
e g (bulk) Mtk G E A 4 A% RAOR o Ube T XA AR
Bl % & & —Jik ~ APPS st 3,3,4,4-biphenyltetracarboxylic dianhydride
(BPDA) B % i &t # 4 64 PIS » 7788+ APPS #94# & (segment length) $i2 i7%
BB IR TR L APPS #5488 KA 3 wi%ely 0 b
PIS #+# & 4 48 & & 43 5, & & 4 oSumitomo Bakelite 2] 7 VA ODPA -~
PMDA -~ BTDA ~ & BPDA % —fz %84 # APPS & 1,3-bis(3-aminophe-
noxy)benzene & & Bt — FEIK R AR M LA A LAY PIS M BRAR
LOC E#FB 7 & [3]°

FEMAL AMBAERENEREBEOAAKRS FEH APPS
W iR BT84 PIS et ~ Bk ~ BEM - BMH ~ A
REGRBENGEYDEME o EHRFFRERSH PIS A
(microphase) 4 &7 #&(morphology) 77 & 47 # & #9 947 JL4R3 » BP R A
LARBHRNINERETFEREORELAMAASH (R8T #
(phase separation ) #§ % fad & o KA1l » 2R Y& THRE
(segment)#4 48 %Mk (compatibility) € %5 4 R &4 84 48 B & K48 030 H
AR R AR AWM ABHELLEM o 25HAERA
B &9 Bk 3R 2% o 414 PIS o @ & R L T K B Aa Bk ~ R APPS
> 5 FB R E 2 Fh A8 E B AR A £ GALHF R o ASURRIEE
3 Bk PIS ¥ 48 % 9 T B &t i5 MR B 4 #(solubility parameter ; 5)

-5-



BRIR & TR EGBEN [25]  REERIFEGFRE% - A
APPS %38t BTDA/m-BAPS %48 & 4t % PMDA/p-PDA B8 2 4% 1
— AR 45 FEMn=507-715 % 996 x/¥EF )R HEZ APPS
&9 PIS $ B4t 4 » & 116 58 58 %85 # 45 (polarizing optical microscope ;
POM) g1 47 8% X, § T BA #% 48 (scanning electron microscope ; SEM)#&4 #2 &
#17 PIS M2 B BH X > 3% &R RS H 4 (dynamic
mechanical analyzer ; DMA) &R A MMM T RIERBBE c AR R R
M B &g 2 F 4-#7 & (thermal gravimetric analyzer ; TGA)# 478 8] o

A LOC A ETHMERCIRBIAROEEZY > > AMIIRLE
/%5 % B %(LOC Tape %, PIS Tape)/dh h Fle4 R 61842 » ¥ 2 5
WA T EHE Bk LOC Tape A#EHBEBRAT » o4
(punched) ~ 3k #](aligned) ~ £ L&A 4ENFR I BITIHEE L KL AN
WO BBEERAT » #s Tape 95 —EABHEAREREES K
koo F » LOC Tape B4 F A ty# A o Bt » LOC Tape
ABEHMLARTRPOREGBELENBTERS T o LR
MERET > HHRMGRFTARM ) ERTHATH ERMRE [26-
29] : (1) # 4% ik £ # 4 (mechanical interlocking mechanism) » (2) #H%#%3¥
# (diffusion theory) » (3) & F #4324 (electronic theory) > (4) KM
(adsorption theory) » (5)k & A& & 8 & & & 4K 4% 64 2 3 (theories based on
surface energies and wetting) © M EH A GBRER T » RHEFES
(practical adhesion) & % & %k3 # (fundamental adhesion) & — &} 4é.48
BB & (fde | F M SR BRI E ~ R A AR T R
BHRHAEHGRE AR ERGRITEH )R [30,31] © A
EAARFE S o A&H KB Mittal [31]#9 TR R ERFEEFHREAM IR H

-6-



MAERTFRETFHI>TFRYITFRERIGEES ARG T/25
Z REm|mE » L ARE %2 J (intrinsic adhesion) 42 F- & X 3545 & B # K
% &R M5 B (sites) A & / 3.4 75 & %R Bt 77 (adsorption forces) [26] ©
MARDHREREEEEINGr | 2B ML) R R & o H M
30 R R4y B H 34k A B 8B ik &R (polyamic acid ; PAA) e 3k B &£ A4 E >
B A3 AL R R TR R [16,19-21,24,32-34] > KA RILER
¥ o # 7% (chemical vapor deposition) [35] E 34 X L EMMREL o £33
Jo T 0 SR SHE LOC &AsyM S » Xt Tape LA ASERMARAE
SEEBAMEALEAA R BTG F %A (L H#5% K (peel
strength)— 4% % & >10 N/cm) o B4 G4 F (R FH ) F M i
KEwk ol (e (BRABRAXLAGR) B4 EWHE
[26,36] > M LA RASMEREABFENRE - REYHWETSER
BERA@EARM [37] TR  BEHGEROR  FXHELB
FA 0 HRME ~ A RS E A 04 A (theology) B F 45 M R B F I 2
FITHNERAE
RREATEOREBEERTARELREBEAR R OE
%71 > Kin gy A% A 3k 25 & Ak ) 38 (aromatic imide blocks) i 2 b 3F BE AR
¥ 3% (siloxane imide blocks)Z i M E 4 W Z R > WALFREGERT
Fl & F 845 APPS THE X E PIS BB TR A M BEHRR
Ak —REH PIS e BAMMOBERATREERDE o —
frdE o BB AME K & Ak e b E VR BERR AR 2 B T | (release agent)
Bl RO RBREEAREIRBH IS THRE[1924] ) &
& 4 4 5%, -(composition)# L R Hey BB A N R EFTRHAE 1R
ST HEBRGABETTREES > TRALEEH MG HARKRAERF
-



TEE N o £ H AT AL RERA BB IRYE > 413 PlS/alloy-42 3] 4
22 35 A M (joints) = R @ $s X A #» PIS B M~ R @M - AR FZE
AEMZ B EMGEETH 2GR c AR MARR S T
% APPS #-%l31 BTDA/m-BAPS B8 £ 4% > #— A7 A T RS T
FH4F2 APPS MR a Bk R 0 ANKLaky ~ a
B~ BN S RAEMNYE E EY PlS/alloy-42 #EH I RERF NN
5 B (% o ABF R A4k A L4 S8 (deep UV light ; s & 172 nm)&2 o7 f§ ¥
A EETERFTHEBIGEAMBEATRE  MRAKELEZESHS
R&@56H 7 0 S RAE E R ¥ RS E & R R4 T (ozone molecule) -

5 05T T MR R TR A A T KR o A B PIS &
alloy-42 % #t Ml 54 64 28 @42 4548 8 LOC # K& + LOC Tape # alloy-
42 3l eptesa pk R A0 A2 > BB PIS H T ALY AC ~ 10 &)
@y R M B2 R A 4 alloy-42 R M E o 45 A F| 8B XM (peel tester)F
B Sl o PIS g LM AR R 5 & > 3o PIS I EER R\ Ik
A @y 0 25 & AR A 88 B (goniometer) L x-4+ 8% 6 E T L
3 44 (x-ray photoelectron spectroscope ; XPS)i#47& #4547 ; PIS/alloy-42
344+ PIS B 0 48 | 8 B 4% 3L 4 # & (pecled-off surface)dd 48 8T AT
& SEM #4T# 5 | A% & & 56384 (theometric dynamic spectrometer ,

RDS) R #4178y B35 H (R HH L) 84 54T ©



—
P

2.1

2.2

\}g}g

R A RaR (APPS)Z 2 TR BAARRBHFIEeESE [24]

1,3-bis(3-aminopropyl)-1,1,3,3-tetramethyldisiloxane (DSX) =
S-F ¥4 248.5 %/% F ; octamethylcyclotetrasiloxane (D4)z o
¥4 296.6 51/ F o APPS R B 7 ik B4R » m R BIRAL ] A
T o KA APPS 2 4T84 Mn=380 x/¥XF 5 8]

380 % /ZE F(APPS A 69 5 F8)
—2485 % /ZEFDSX th4F &)
1315 #/3F D4R ERGE)

o R4E A DSX ¢4 R RAE|E & 842 1 > AL

1315 /%5 x 842 %
D4 FrE ey R BHIE(X) = =4.45 %,
2485 #/XF

DA R B -FE 445 % > B EDSX 21 D4 4R fai@A2+F »
10 ~15%849 D4 3t & % $1 R & [38] » PRIA RFF AL A BRI H R Ao
@BE(~12%)84 D4 > FEPEHRE TR E 499 &

R T2 BRRE A AR
— A& I 3 KR A 69 A R KSR A0 oy W BE R i AR, (two steps re-
action) [32] o % — P& & T 46 5k K 8 A BR (polyamic acid ; PAA) » &
AR BB ATREY » R BTN A EMRMEIER T
7% 2| ¥ (polar aprotic solvent) » 4« NMP ~ DMAc ~ DMF % ; &% =
9-



. CH3 CH3
62~66 C, 48 Hours [ | ° ow

t
under an Ar stream CH3 CH3
(L FE#R » W FE T HHF) (THAS)
(a)
H3(‘\ /CH3
Si
CH CH 0/ \0
KR .7 \..Cls
3 | | 3 H C/ . / \C
CH CH 3 0 H3
3 3 0
N
PN
(DSX) (D4) H3C CH3
(TMAS) -
A Catalyst
(|3H3 CH3
H2N—€CH29§GS‘P—O9ﬁSi—{CHZ}3—NH2 + Catalyst + D4
CH3 H3
l 150°C, 3 Hours
Vacuum l Stripped
K
H3 CH3

n = 4.5, 7.3, or 11.1
(b)

BRERAR]
-10-



BB ABITR R R BBER - F AT AMREKREY
. 35 &k B4t (thermal imidization) %, & % 48 dy 1t % 35 A& & (chemical
imidization) » Bk K5 ¥ K &R B > B 2.1 FFT o £5F
TAE AR TEREEILSE ©

? -
O<c>ur <C\ e A HO c>\r <c NH—Ar
ﬁ W/O NH—E ﬁ—OH
o O o O

By
-H,0 /7N 7/
{ P
l ﬁ \ﬁ/

B21 RESEKIBIREZE

SRREEEYREBE P > ) R - REFRRIRH
wEiEERe RAWRFmBE > AL S@MEN
e AR SR AR 2 B A B LB A
P ok i B 2% (amide group e B F-4445 BB AF o i A5 T8 M4 -
ol 2.2 AT . B4 B AReR B B RN R 8
EXAR S B EF R > H A pKatig 45~60 2R [39]°
RZ 0 EiA0i®E ey ZBEEF o BB A SRBLRA MM —ERETAFE
5 s R R PO K R B TR BRI 0 M R & B KR R, & AR — B8R (ortho-dicar-
boxylic acid)» f& ik H 4B E R > T IR$ T REEAxaL g 5T [40]-

4o g 2.3 T © X
-11-



2.3

[l .

—OH Cc-0

X = I =
_N.M,- C—N~~

O
I/

Z+

Anm

1
O H

B 22 —RiBET » PAAORKBALAZIRR

O (@]
S NH N B
. ANAANANS [V o VoV o / \
~E o L
@]

( —_— +
O COOH

> L
. NAAN

&

B e g

23 —EESBE T PAAORKAEALAZSRRA

ZERE/ R EH S 101 B SR B TR A

HE S MM REMEARRE [41] o RFF AR HILHIEITE
A%, & #| A A N-methyl-pyrrolidinoneNMP) & £ o 5 4 » R&F 5P
A BEHRBEHAENELSRAK » KEFFRESRE » ARLE
B~ BRI~ FKS RRBER T YRR LSRR

iR

WAL P L IAEEEIR o

EE R A&k



EER AR @IE S 9#A 4 sy Fox #L Zisman 2 #1[42] o 7= EBp

R — & 7 sk & 5k /1 (Yov)Z Bl 3k 649 (homologous) #2752

SRBA—FRGER ARG L SR RFEITZ M 60 T HIRA8 A
©) > 4o 2.4 FiF >

Liquid

75[

T TTTTT

B 24 —%EPHREEHAEMAG LI TEHE

2L
1.0 ‘ T T T Oo
o
PTFE
0.9 o (]
430
0.8}
® ©
0
S o
0.7} q45°
06
1 1 i
18 22

26 30 34
¥y at 20°C (mN/m)
lv

B 2.5 cos® ik &@ikAXMIEE
13-



EEBRT > Wy cos® MEATmBKAZIMEG MR > BHFTHAF— LB
1% WwB 2.5 % » BHIMEE cosO=1 X k&K &ILE
BAEREKGERSN (v) > fcosO # yv MitERSE ML Zisman
ploto ¥ a3 » EIXBER A MEAMEAXRIEYRTHRS -
MR R B ARG GRS ARRBIFEAT  c RESKFTRERX
(Young equation) [43] » FF#gtE R @k A FAEK » JREP

Ysv. = Ys. t+ YLy cos© (2.1)

EER RGN THREXGFT AR T [36,44] > W PP

Ye = limyyy (2.2)
0650
= Ysv. — YsL (2.3)
2, = Ys — YsL — T (2.4)

Ysv . REBEMARKBRAPRBIBEB/EAEEHCGREE)
ysu - BB/ %8R & M2 X & B (interfacial energy)
Y ¢ O RERMA R AR @R
s ¢ BIRAAZEVTZIRGR
e - &3 E R (equilibrium spreading pressure) » 7 Bp
B @ — B R e R B A
WX (24)50 vl A ys 0 RN ESQs. + o) 0 FREPEER
-14-



KBEAEFTLFABE YA ERTAE o MEd TR coso
oy MEBMHMG  FTHTHXTERTZ

cosO = 1 + k(y. - 7Yv) (2.5)

sk fEag X045 0.03 ~ 0.04 cm/dyne [45] » S1pfE A2 B 4e Rk & 3k
IR RERBZMEEAM o
24 RIEBBERFGIEFHRE
# gl ey i 5 A7 &R A Chen & Flavin [46] » Gent 5

Hamed [47] » Kim $% Aravas % A [48-50] » ¥A % Brown ¥i Yang

[S118%9 SRR F4E o i Ak 38R AT 45 & %] B 5% & (peel strength) 48 % F
IR AR 3L Bp & R & 84 35 35 5% B (interfacial adhesion strength) » ¥ F
b SeHIBRIRBE AL SRR BT A BIBITENGEERA  §H
RAEFSHER X BEYRXBTFIRE—BELNTE 5 —
BAEREE 4 0 T2 3 £ 5 458 04 3 M4 8 % (plastic deformation) s 7
ATHRAPT IR BB ETACSH/L PR AT E AR Rk
F oo AR LR BT RBRT 0 FIBRRIRATIF B E R R
A KO B8 R & $6 35 38 £ (true interfacial adhesion strength) >
O MARAREER BRI E LS BBITERNE o §HEA
A AR K & & BT o R G BEAE 4 TR M 48 H (elastic deformation)s R
HRFBMSHBEEEE > ARG AFIBEBREATFRAREER TS
EORBAKR  FEBERE A BN RA L ERATIFHE
AT IR BB AT AN SRR TR B A ENRE
FEEBAE

-15-



Gent ¥z Hamed ¢t fldand AR e /r oy B B EE
FHERNE ) SRERETABABNFARARILASL 0 H
hgh > gh & 48 RARNEF » B M R PR RIERRE S

P,=o,t’ /4R (2.6)

X(2.6 )b o, 2 B B4R 3 (vield strength) » t % BLE A ©
’9%4:\% 3] ﬁlfi%ﬁﬁiﬁk%’]%&?&/i Py,max/& R=t2 B%%ﬁi A

Py max = Oy t/ 2 (2.7)

d X 2.7 )T AR B 4L 45 A M 2 AT B a1 AR TR AR AR AY

J2 B % VL 84 M 4% o ) 8% Gent $2 Hamed 3 i /& 90° 4| 8358

$ o EHEEEAA—ERACONBHEREBHETEEL R
REETATFHZHAEKTZ !

t. = 6EPy/ o,° (2.8)

X(2.8)F E &R RAFH »Po st RBPHEHVE LTI R4

ek o MRIEA(2.8)E 5] ey R > Gent #it Hamed #R3¢ HBLE A

Hp R AGBEMG > BERAREIMAAWE 2.6 7 R

BAAS @ TREPE GRSAR R > BHEHBERAELEL  RAMER

4 fe B B I S BE AR N o BT OAME AR R A SR A oY p Fdm)s
-16-



%*é&E&WM% » MY AT & S R B TR A 0 SIERGRE R
MK E R R E— AL LRSI >
B R X K | — BB E AR A > BB R B
$1 858 R4t — ¥ BAE (Po)» FAEMEMLE SALRBE o e
BleYBF R X R TFE R — &% [52,53] At HMTHRESHF
SRR B P B 56 S 60 MR B 8 o 5146 B SRR S B BT
FEHIERTEE TR LA A BB R BEEE » B 5
MR LA M L ER GE LB o

Peel
force

oU

Thickness of adherend

B 2.6 4BREREHFBEBENPEZIIAR

-17-



fe—
.

10.
11.
12.

13.
14.

15.

A

B3R
HE & BRE  DV605 » 7T i 450°C » Channel 2 4).
HEBEAR | Tk 250°C ek » TAICHY CO.LTD.

8 845 X B4 - 3Z # 2 8 (TL Electric Co. LTD.) 1 .

3% 4% i 4k M (spin-coater) : ¥ B 8] B .

%y REM A, -7 45 (Dynamic Mechanical Analyzer » DMA) :
DMA-2980 » Thermal Analyzer 42 8] i &

1/ A ¥ 744 (Goniometer) : Model 100-00 115 rame-hart Inc.
USA.

REEFRERGREE.

FZRIEH GEE4  DV605 > T i 450°C > Channel 2 3.
BB R AR ¢ g7t s > TiE500°C ) THRUERN &
B 0.8~15 Kg/em’.

R S (deep UV) LR A =172 nm » UER 20 > USHIOA &) # %
#1883 Model HT-8116 s Hung TA 48 A 3] i &.

v F 3k K A5t B (tetramethylammonium siloxanolate) 4R i #| & 5%,
RE.

o, 0-bis(3-aminopropyl)polydimethylsiloxane (APPS)Z &k & & .
# & 5k /1 & 3|3t (autotensiomat) : Model KIOST » Fisher 4\ &)

w
oe.

70 B R A B X B4 BR g 45 (Mark 11T scanning Auger microscope

equipped with a 150°Csector energy analyzer) : Mg Ko x-414¢ 5%

B TS x-4H82 8 8 T A3 5T 38 (x-ray photoelectron spectro-
-18-



16.
17.
18.

19.
20.
21.
22.
23.

24.

25.

26.
27.
28.
29.

scopy ; XPS)Al » Model VG microlab 310F » VG Microlab 2 &) i
oo
%% X8 F 85 4% 4% | Hitachi S-4000.
i 8 8y B 4 64k ¢ RDS-7700 » Rheometrics 2 &) i 5.
BREE R A7 ¢ dE IR 2 K6 100 ~ 450 pm > TR
SR 8
N A FRE DHER lum
A2 R D HHEAZ 0.0lmm.
7% By ¥ $% 23 (desiccator).
HOEAFEm . A2# 10~ 15 cm.
FRAS4EME D ERF R 20mmx & 5Smm ¥ % R <& 180 mm
x & 90 mm.
45 3, %, 4% B8 #% 43 (polarizing optical microscope ; POM) !

- Olympus BHSM 4 &.

5 5% 2- ¥ 5% 3 44 (nuclear magnetic resonance ; NMR) : Varian
Unity-300.

VE 3B 4G TR KM ¢ 5~ 100°C » TungTec Instrument Co., BL-20.
£k A B0]#t . Ubbelohde =i & .

14 X 4 4 4P 82 63 537 R (FTIR) © Nicolet 460.

#.% ¥ #(TGA) : Du Pont 2950.

-19-



3.2 B&IHH
1. 3,3',4,4 -benzophenone tetracarboxylic dianhydride (BTDA)
(96% > Alerich) > MW = 3222 » m.p.= 215-217°C

2. 2,2-bis(4-[3-aminodiphenoxy]phenyl) sulfone (m-BAPS)
(98+% » Chris-kev) » MW = 432.5 » m.p.= 130 °C min.

-—O

o-0+0-0

© mm

3. N-methyl-2-pyrrolidinone ( 99% » Tedia )

4. it g %z(n-hexane) (99% > Tedia)
CeHi4 MW=86.17 > b.p.=69°C

5. octamethylcyclotetrasiloxane (D4) : > 97% #& & » United
Chemical Technologies # &.

6. 1,3-bis(3-aminopropyl)-1,1,3,3-tetramethyldisiloxane (DSX) :
>97% &b /F » United Chemical Technologies i &%.

7. tetramethylarhmonium hydroxide pentahydrate @ >98% &b
J& » Lancaster Synthesis Ltd. #H &.

220-



8. k@A RMKER | Bk Kk &KA 31, 40,50, 55, 58
(dyne/cm) » 32 B Sherman Treaters Ltd. #d&%.
9. 48-454 4 K (alloy-42) : 42% 8% > 58% &mm » BAE
0.2 mm > JBREH & T KR A PR 8] &b SRt
10. % 3&-F K.
11. F=pg#&] . 5 wi% Galtin 212 %3 T RIER.
12. A84b 5 HER . &b > 99.6% » Tedia H .
13. &K
14. ZH&E A
15. #E3IRA R
16. Poly(ethylene terephthalate) # : f§#% PET & > 0.20 mm % »
B o8& % & Mylar.
17. 1,4-phenylene diamine (p-PDA)
(98+% > TCI) » MW = 108.1 » m.p. =145°C min,

HzN—@—NHz

18. pyromellitic dianhydride (PMDA)
(99.5% » Chriskev) » MW =218.1 » m.p. = 284°C min.

11
Yo

19. B%E; BF(acetic anhydride) ( 99.8% » Tedia)

(CH3CO),0 MW = 102.09 » b.p.= 140°C
21-



@ R
4.1 B R ahehik

—EET BB TR Rl B ER AT R AT B Rt 40 g Wy =Bk
BF A8 > I8 200 ml &9 BEBRAT & 0wk £ 140°C - 2 L B =R
—EREFRMARIERE > RELBBRBBERT AERTLY
#E AL > BIE R ERET o S B B 100°C | B
BMPHFATRRE 24 > AERBRGZBRE o BN
EASSCRERATHAATARE S KA L ERAR o H
A NMP 8 B4k 0d 5 F 8 L sk My » #474640 o

4.2 APPS 78 % &-#(oligomer) 8y 4 XK,

4.2.1 tetramethylammonium siloxanolate(TMAS)4® 1 %] > 4 &k # 4%

32.11 g (0.1050 moles) D4 #z 4.31 g (0.0233 moles)4 £ {8 & &
Kz v ¥ ik & f.4b4éx(tetramethylammonium hydroxide pentahydrate)
RRANAS A HBIHLZ 50ml G T > £ 62~ 66°CHLR #4534
MERRATHEHRE 48 I hBERARESHBBEEANRER
PR R ABME B AT ALK B [38,54,55] 0

-22-



&ﬂmm&WTﬁ FRFFZ M TMAS {iE#] > 3 & Wi 5
AR A o 3R R BAZ TR de BB AAZ 1@ (R 2.1 8) o
4.2.2Mn=507~715 &, 996 /¥ ¥ APPS TAR &5t 8 4 [54,56,57]
APPS AR &Mt £ BB » do BB AAZ I(b)PF7(R, 2.1 ) o
144 A Mn =380 %/ F % APPS> L R B i& 4o T :4.99 %
D4 gt 8.42 % DSX RR A& A sIBH B2 S0ml =&+ » &
SR QAR T HEMEE 80°C » KA 0.13 & (~ 1.0 wt.
% )TMAS {2 &]» B 48 J 845 > BEF £ 150°C £ R & 3 18
D EFE TMAS 0 » B4R BRETREEARER T > 34
105 "CHBEEET (~0.1torr )R 4 181 BF » k3% % 04 D4
R &A > 42 d 2 uE A IR NMR) 84 5635 247 (15 A NMR 4-#7 4 84
chloroform-d ; CDCl; %455 %]) » 40 B 3.1 #7+F > T B 4T LA 4
MEEFHS>TEM REA 52T I hEB 314 &4 F
8 L&) &,(H) AT 8 64 1 845 45 (chemical shifts)de F & 77 %

STHLEGEH)  #Ha@ At & 45 #% (ppm)
A 0.08 2.60 ~ 2.65, a triplet
B 0.09 1.39 ~ 1.44, a doublet and a triplet
C. 0.08  0.46 ~0.52, a triplet
D 0.66  -0.01 ~+0.05, a multiplet

HEFPAH T  ARCHTELSEZHIEHD 5 FH L&Y

SMAEHLES 1:825 PAAXRCHTE ERMGAREHD

STH ESHEEZERE 1:8250 4o —18 APPS FER &

v ARCoHTEERMGESS4ME BLTHREHE—18 APPS
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B 4.1
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e

ppm

—7.240

2.654
——-—___/_—-_z.sa

2.606

<

Mn = 507 %,/%¥ HF % APPS &4 proton NMR 3%
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\\ 1.420
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\_1.254
—e.518
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_// —e.458
N A\ 8.479
e <62
N 8.042
S —— - - —— =t _e.034
N < ﬁ\—\—o.ou
\__-s.012

B 42 Mn=715 %/ %2 APPS & proton NMR st i
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ARG D HFE LAMEHRE 3318 ° e4vd—18 APPS
ARSMF D FH LAHEREON+618 > BAE—@ED 5 F
Bl L s 618 MATHEIF nE%E# 4.5 &k APPS
ARSMWHEE T4 5 7% Mn 814 507 %/5F o g+ Mn
%E%ﬁﬁ%%%ﬁ%%ﬁ%ﬁﬁ*%%ﬁo@E{ﬁiéﬁ
Mn =600 5t./3 g1 840 %/3 F 2 APPS > AR 4% 2.1 8 Ffik » 45
g RBHEH DSX ft D4 XA B 48 E &5 5 % 942 B H B I7 R
B> &d NMR 54 (e 3.2 818 3.3)TH R #43 Mn=715 i
996 3t./¥ H-z APPS Fa% 4-4p o

4.3 PIS FEptey 5 4
4.3.1 RrkdonifEE (poly(amic acid siloxane) ; PAAS)# 4 A%,

Mn %% 2 507~715 #2996 #%,/% F = APPS 45|81 BTDA/
m-BAPS » & PMDA/p-PDA Z %8814 > R BAR— % 5| 1 F
APPS/PIS R b2 R Brahic » LR BARSWmR BRI FF o
PIS R A $ Rk —feslt — 8 BF 2 B F #6440 » APPS/PIS ¥ H 1t
MAS>ESHE0150550651.151.7527542561577>
10.0513.7 > 14.2 5 16.6 » 19.0 » 49.7 o = TPI &4 % 45 4 — 4% >
Lo BREFR B E TR £ A 1.01 1 15 ho k% st i i hs
BREBEHATEECERRBR BRI BT HERLL » A
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i

HoN— Ar— N, n HzN—(Cﬂz)—SI()—Sl—G CHy3 iy
CHs
NMP
R.T. , N2
Y
.
A TVARN
n
i
v I I
SAL LS
N—C\ /C—N——Ar N\, CHECHpSI0-Sit CH2>3-&
Ar’
O“E/ \C—OH O_ﬁ/ \(IT‘-—OH Chy

( Poly(amic acid siloxane) )

Zﬁ& Imidization

,c\ /c\ ,c\ /c\ b
/ r / -GCHZ-)'—SIO—Sl-GCH29-N
C“s

( Poly(imide siloxane) )

fl
X :
SI0 = Si—O)ﬁ', n =45, 7.3, or I1.1 | Ar,:)@ or @ \@
I
CH,

R #AE 11
28-



432

& B X 5% PIS5Siy ~ PIS7Siy it PIS9Siy 4514, %4 #& Mn =507
715 $12. 996 /R H APPS 2 st s K B B sk (RBp » Frbdi o
BEfE) o FL ¥ 6y y 448 % APPS/PIS ¥ H ey & 4% o 254 BTDA
/m-BAPS % & & #t 2 PIS5Si0.6 & 1] » #2417 PIS 4 R iBAZ b /48 o
FERT  MEARHEZ 250ml ZFME TR LB S
LR SRARIFAL A SR > R A e 5.3197 %,(0.0123 moles)
m-BAPS ~ 26.9838 %, NMP g 0.1014 %,(0.0002 moles)APPS » #
B R AT ARIE » 4.0597 %,(0.0126 moles)BTDA 4 £ 36K fu A&
R T (85 1NN —R) » #&%—3t BTDA e A t% > BH R
J&2 B> RAAZR R ES BRI L4 6 I BF o BUR % AL JL PAAS
FAR R B3 R B (#9-15°C) ¥ # A o 25 £ H Ml PMDA/p-PDA
B BTDA/m-BAPS Z % 484 Bl 4% £ %] & 15%52 26% o
Rebke b sl GRE 0 8L

RRAFHPET F (~250x200x0.18 mm ) & 3 & #-F45 X,
FREM L > 250 um R R &S] 7 B3 PET B k> 3% PAAS 5%
BINB| T &y > RERPAEH BB > »X 85 cm/min #9545 $y ik £ &)
RGO R FEBPEANTR A E TR AT > 3
100°CHEE 1 JNBE15 046 B4 PET ¥ L4 8:4845 £ 45404 L »
R 7 — B EMIE RS LM > FIERA A 150°C o 1 B ;
200°C » 1 /7B 5 250°C » 1058 ;5 300°C » 1 o)~ By 8 o #3842 12 47
RDMEIEIGRE o WARZ PIS 52 BE#A28+2um > #4
AR ~ BARALAE ~ $y #&$5 & (dynamic viscosities) 2 $6 3 7% & 2]
A o Bk 0 55 4 AR %148 M 100 ~ 200 ~ 300 ~ 350 ~ 400 52 450
um RGBT RAER B 5495 8+1~20£2~344+1~43+£2~
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524228162+ 1 wm 2 PIS 8 » REXBRAREA o E > 4
FI B4 84 75 i3 8 4 3465 B) APPS/PIS 3 31t ~ R B 5-F-% APPS
AR B EEGPIS $pEo8+1 um B PIS 4 » Jr4t4F FTIR
AH A AHMBERERGEREN - AGAKHBEARTARSZ T
RIRMBAZ RS AIREGZRBHEEE > Bkieds 1 F
— ik 550 pm > S #h4E . F =B ik A 2200 rpm 0 20 £h4E
M PAAS M EH A FREFHREA L BHFEALETEHE
YETETRTBECRE X HMAREATETHBEE Y
AN ARHBEHE 5SS 5% ERBFHA o

4.4 %A X B4
4.4.1 Alloy-42 J B3 k2

Alloy-42 # . #5 50 mm x 13 mm &3 & s —> B3 50°C 4 B
RSk ( Galtin 212 » 5 wi% ) B8R T 3 548 > AEHT AT »
BMERBEREINE > REBETFART BETREZRE2 5
4 > ABEFRHEAFT BIREZREI S4 > ALETAK
o RETRBEEREINE > ALHBTARY  BEREBRRT
24548 > EASKRERREE

4.42 TPI &, PIS 4R 3R

TPI %, PIS ¥4 # & # 25 mm x S mm & &> k@A ET

4.4.3 TPI &, PIS 4% s alloy-42 B X 3R & #2 54

AR R i@y TPl X PIS ¥ AR & alloy-42 K 451 E#4H £
A Bmd > 160°CRE 10 948 » A4 n&d UV/Os k&
-30-



4.5

RAEIE 0060122230557 K10 94 » BA AL A 8.0
mm » 24 5 B EAKTRE G ATRT X B0 M AR e #IR
LR Tg + 150°C % 350°C %, 400°C) » Bl B¢ TPI 3, PIS ftab it
AR T 5 (R A fw AR 40 b SERR#9 S mm > A EE Bl eYiR
B # 150°C) > gk 8 48tk » 2B 3~ 13 Kglom® #9JR 71 > 3k
& 2~ 10 #v4% > KERPER B B A TS A (M5 & TPV alloy-42
& PIS/alloy-42 32 &4 B A IR E T AT RELF o BB LTH
T T SR Py R AN L

PAAS %k /& 845 8]

#53 0.125 g # PAAS (R &4 # &) 25 ml AR T > Aw A
#BEe) NMP 54 » @B FREZ® 1MW) Te&EAHIER>
AANMP 2% F 4% BERBEFH0S gd Zigk » BIA
Ubbelohde 7 £ & 31 = il 4 ¥ (& 4w & 0 KA B R 3 120 #5380
FlBE E A 25°C# a8 A P 45 1 o> 4k PAAS 75z 09 i ALAEF
#5] 25°C » 5 318 R NMP 27 82 PAAS (Z R A& RZ LM T
BEE o BT ARITEZ  BpPTHAEASA ( inherent
VISCOSItY ; Minh) -

Ninh = In(t/t0)/C

Hb C:EmxBEE =05gd
t, . PAAS i k& 2| B8 PT T o R ]
to © NMP E &S R L E o
H— o EHER3I~5Kk RAFHME-o
-31-



4.6

4.7

4.8

HEEEMBERR
18 AR b R BB SEPOM)R R PIS ¥k @y B W & »
B B K 200 42 o

K& TR 2R

&/ — % 7 &40k & 7k /1 2 F] sk (homologue) AR & 2% (£
R %2 2-ethoxyethanol foramide 2 methylene blue dye #4378 4-4%) >
H R &@EH N5 A 31,40,50,55,58 dyne/cm (I8 B 21~23°C > 4a #t
BAES SSE5%TF o A K& A TR ST I R EATRA
MEE > L R TR A 1EAR E B AK-0.5 dyne/cm) » A48 B 845
R FLARIBRT o MRS 4 AR R IR R m A TPL & PIS & ki
ECREGERH 15~20mm) > L EBATRARNA 2 PART
RALB AN ER] > BFRIWREL SYAR > R EREH
F—3RAESER2~3R > RARBANTHE > FHIEMAY
cosOff » AEMAHRBIAFRZRWXBRA(WER » EBHE
B A2 K, 68 &) 5% (regression) L ST 15— B 48 » SM4EE cosO0 =1 B2
Pr¥ R 8gyLy 18 > Bpa sk TPI %, PIS & K #yc fd o

W IBRRAS B R E R
#% TPI 2 PIS # A4 A& 30 mm x 3.0 mm X .23 F o 4 A
DMA #7835 84 B F MR > AL 1Hz FBRHFSH 2
‘C/min > £ Tg f&1X tand K # o TPI &8 & R & E# 45°C5]
350°C ; PIS #4834 46 B #¢-145°C %] 300°C o
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4.9 H4H AR E(Td)MER]
4% TPI %, PIS @3 Mma R » €45~ 10mg» A TGA
MRz asHEEY > REFEICHFRRETZE 160°C -
HBREEFEAERTRAFOKRGRER  ARATHEARE
BEE BRENIE20CH FREE G 25CH £ 900°C » #4741
A2 BB EER o

4.10 #AMEE 69 R
4% TPI %, PIS # 4 A& 30mmx3~4mm XK. Z3R A & A
DMA & #5 TMA Controlled Force mode - 3|#4 €& -118°CTF »
A 4 N/min 84 0] 3% ik B @ 4T3 M A 09 B8] > TR BB H1 44
BABE S BABRRLENE HF-HRRESEMNEHML
AREFHE o

411 PIS %% & 5 /% [Sisut] 6B ]
1% B XPS &3] PIS M1 b8 & & & R [Sisurt] » XPS & 589
2 & & 7 (base pressure)f&# 1 x 1070 Torr » x-44 AR £ % 4 Mg
Ka#(1253.6eV) o H—# & E VB ER R » AKLF3H
18 o

4.12 PIS 5% %y 4 % B (dynamic viscosities)#g & 2]
46 B & 28 +2 um 84 PIS AR & B2 3mm ey E R 3~
4 B o A& 90 um A Lo R RIE T E R 4 A RDS #4478 R
XM B 0 160°C 1 20 £4F » ik m Ak & 250°C » 482 20 o
4846 > Bpod 2°C/min 89 8k F g 250°C & 2] 420°C o
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413 #ERBA AR
15 R 484184 77 B 4% TP alloy-42 % PIS/ alloy-42 &4 % %
B 2~3mm ¥ » 3% A 4 kg 44 load cell » A#47 & & 0.008 kg =
90° 4| A 2B A% » #A 10 mum/min 7] 3,3k % 247 90° I & 38 B 3K o
H—HaZE BRI wWERE AR FHME o 90 HI B R E
BElpsE gz B MGG E [49] ) wB 34 7T ©

e L LLL L LLLLLLLLLLL
LOAD CELL

THIN FILM
SUBSTRATE

175 N/m {3

2.5mm

———

S e

1..l;~||-‘_| widile g HE
I et PO TEH YR (1 et s R LR
B D Fel LT Y e BUO IV IR e B R H
YRR B E SN R GEO e ST R B £

BN L I [ (D M [ I P 1) H
S0 EA e LSS N : X

B 4.4 90°HIAEEE R ERFARBE ST GERE [49]
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4.14 ETREMEBRE
4.14.1 PIS # il by & A
W EAEREE L PIS (SR 432 H T FEAMA) L
ARBEORBEG LEFWIEL REENRERPRERSE
KAEAME o @iy R B MNEA PIS SR LE RS
B2 > 4% A Hitachi S-4000 % X & FRAMETIE PIS 4R A &
ol 41 B & o
4.14.2 PIS # B2 %)% & e
iy TP/ alloy-42 5 PIS/ alloy-42 3% 4 #+ L %] 8 B -2 PIS M 4|
& o B RBAMNELPIS Rk LE-RRER &
A Hitachi S-4000 8% X, B FEAMAEM AR PIS R4 3k & &) 40 &
H ;

b
v

(i

o]
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B~ BEREHW
50 B REgAECPIS)ad B BamMidtme

P~ RGBT ~ AER RS R TRLB R H 54
CEARFOREBREFHE  SHEPIS AAEF Gt
HRAREM Bmkd TFHEALARLOC M) E2a9H4

# (3]0
B AR ZBETERTRALAIMMORGHEES >
AABER—ERDFRREIEY T > — DR E %> T B

AXEH e R Bk Tg AMMIK - REMTRE S
BENBRBETRER BB AHLOC &2ha 5 £ > PIS b air iy
CERBENRMART o R4l S0 F oo R 3 & LR
HHRPBERMN S THARBREARLE S TERGERESL
BAMe S —F &5 T HE SR B RAKRMR /694 & > 3 LOC
PGB T A RRBEF L RKAT » @¥ 14218 400C >
—A&H PIS H# @ s » RRBA S Tg 44 100 ~ 150°C 8 » #
S B P9 BP ST 1 B R 480935 R o AU s #Hak TPI ¢4 Tg
ERRE 5 H(8) > VARALPIS By SBATH AL » BR AT
PIS R & » 4t 3tatinegdd ¥t PIS vt B Ry B E M EH
RBRACBFF R ©
5.1.1 TPI g PIS & mifiib iy 4g 2

BREMmET S EHN NMR S0 A2 eaR > BriFiE
Bl proton-NMR #§45 € 75 X, o R&F 7% 3tk 35 8 AR 1L 14 44 TPI 3%,
PIS %1% > $t#} & & e B skfeft (imidization) s % B skfk - 15
FTIR AT R 89 2 A7 3080 o R IBERAR B4 VA F o 2 ) o i
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[58-61] :

1778 % 1780 cm ™' : 2t %k imide # C=0 asymmetrical stretching
R o

1720 cm ™! : 3 % % imide # C=0 symmetrical stretching %% j % o

1380 cm ' : 3% %3k imide 44 C-N stretching R ¥ o

725 %, 720 cm ' : 34k imide # C-O bending %& 4 o

71 ¥A BTDA/3,3'-diaminodiphenyl sulfone & £ #+ ¢4 PIS 43 8] B4

F 7 & g R op il e [24] -

3100cm ™ FE&%key C-H(EBmAE & F)

2960 cm ' : Eg By dh C-H (&£ APPS &4 K B F)

1776 cm ™' : 3¢ %% imide # C=0 asymmetrical stretching %% J# o

1725 cm ™! ; 2% % # imide # C=0O symmetrical stretching 98 # 4 o

1480 cm ™ : 3 % # #) C-Cstretching % 4% o

1260 cm ' : Si-C stretching # ¥ % o

1094, 1028 cm ' : Si-O stretching 9% #c 4 o

702 cm ™' : 3§34 imide #4 C-O bending R4 o

WA — R ERRR ISR BEEYAERERLBRETER &

X A% B F 4] > 77 Bp sk BTDA/m-BAPS #Fuil BTDA/m-BAPS & 3+

Z PIS5Si7.7 #pga 4% FTIR SR EE B 51 RHE

5.2 B 9B 48 3 3 MR L4 AT 152 BTDA/m-BAPS # %8 %

% T AEAE L BTDA/m-BAPS & # #+ % PIS5Si7.7 # FTIR 538 o

Wb = AEPTHRE N @R T EEEILES TPI K PIS» it

R RPOE R A R R B L > AR KSR REIEER Y car-

boxylic acid i & (amide) 44 % (45 42 3200 ~ 3350 cm ™ Fif i)
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e gl % 0 BRI MM B R AR B aRARAL Y 2R o d 3t BTDA/
m-BAPS & & # % PIS5Si7.7 ¥ Si-C #3594 (~1260 cm ™)t aryl
ether &3 9 Jc ¥ 45 8 (1230 ~ 1270 cm )48 % » 55 F Si-O #yBol¥
(1094 cm ~',1028 cm YR $135 & 3k &4 C-H in-plane deformation vi-
bration v& i 484 $5 (1000 ~ 1290 cm " )Aa & & » EXLEB T L %
EESWFAGE 51 RE 52 TER AHRE270m™ X
AR B K B o B ey £ R EE A PISSSIT.7 #56
3 A 2960 cm™ ¥ > 4 BTDA/m-BAPS 2 TPI 3R] &t
B » d g — Rl 75 B APPS gt R P Ig R ey C-H &
MHE » 30 T 350 APPS #EF A $L BTDA & 4 R & R s R
T EERE o % MA M PIS 2 XPS #T & » FREAT PIS PR GARE

6 Si BT > MARTHKNERG3] BT kL o

5.1.2 TPI 2 PIS AR/ 4 $cayirts [25]A K PIS R &uehi& A
AETF BN AR BRENERESHA Tgl  w
% 5.1 757 » &% HHBR T4 PIS(FFBP4E 0% APPS & — 89 =ik
S ARG EARDERELAKKAEY S @ 5 ShER T
4 f.% 5 ge (fluorinate polyimides)#h » Bp A m-BAPS & m-BAPE
— kA By TP % LA &IK645 44> TTRA » BHF AR
5 [ S S Bl AE BL A AKS 44 64 &%, 35 mB Ak (siloxane imide) [ H]
AR TITHEREN c KMk TgmE » Am-BAPS £
TPI> 3t Tg (254 ~ 211°C)3d  E & # A m-BAPE 2 £ # TPI(Tg
G2 212~ 181°C) 0 B sk TR ~ Pk ~ BRI MRBRT
FALTAT B > AHF 4§ A A BTDA/m-BAPS & £ 542
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#% 5.1- The Estimated Solubility Parameters (8)* and Glass Transition Temperatures(Tg) of Various Polyimides from Diamines and

41-

Dianhydrides.
Dianhydride BTDA PMDA BPDA ODPA 6FDA®
Characteristics
Diamine® Tg,'C 8 Tg,'C 8 Tg, C 8 Tg,C 8 Tg,C 8
m-BAPS o252 | 306 286° | 312 | 235% 1302 | 244 | 303 236% | 271
(224)%2 (254)52 (211)%
n=45 -4 19.7 - 18.5 - 19.2 - 19.3 - 18.3
APPS | n=73 - 17.7 - 16.8 - 17.3 - 17.4 - 16.8
n=11.1 - 16.3 - 15.6 - 16.0 - 16.1 - 15.7
m-BAPE 19262 | 303 212%2 | 308 1992 | 299 | 181%2 29.9 2009 | 266
m-ODA - 32.7 - 34.6 - 32.2 20552 32.2 - 272
m-MDA 265% 31.9 308% 334 - 314 | 258 | 314 248% | 267
m-DABP 2599 | 332 3262 | 351 - 328 | 248% | 327 26083 | 277
m-PDA 3009 | 331 44253 35.8 - 326 | 3139 325 3038 | 2656
p- PDA 33393 33.1 - 35.8 - 326 | 342% 32.5 3399 | 266
m-6F-diamine 239% | 277 - 27.7 267% | 271 224% 27.2 250% | 241

a: 6 FDA : 2,2"-bis- (3,4 - dicarboxy phenyl) hexafluoropropane dianhydride.

b: m-BAPE : 4,4'- bis (3 - aminophenoxy) diphenyl ether, m-ODA : 3,3'- diaminodiphenyl ether;, m-MDA : 3,3 - diaminodiphenylmethane;
m-DABP : 3,3'- diaminobenzophenone; m-6F-diamine : 2,2’ bis (3 - aminophenyl) hexafluoropropane; m - PDA : m - phenylene diamine;
p-PDA : p - phenylene diamine.

¢: The data measured by DMA in our laboratory. d: Not determined.



REEEREST PIS 2Rl R B BT E o %51 FrdaTsk
PMDA/p-PDA % Zmef A RS 0EMESH » XKL
PIS Z £ 8{ 7 f& B AT 247 Sk d o

5.1.3 APPS 2 5T ¥ S fm 2 3 PIS $ M 8L ta 1 AR 0l %5 48

— #%|A BTDA/m-BAPS A AM A LR FEHLE
Z APPS & PIS #44% 4 > dok 5.2 % o 3 PIS &4 37824 PAAS
Z B A A M) & 0.49 ~0.68 dVg » TH k&K 14 - LA Hd
Moy 8- BAw PIS BA R &85 F80% 5.2 Bgw># PIS5Siy
RFIF & yE(APPS/PIS Z EH 1h)/ N3 2.7%85 » LB 254
SRR Ty 4 2 2.7%8F R 2 R % A4k #f PIS7Siy #1 PIS9Siy
FAmT s Ry EAR 2 1.1%51 0.6%EFBp 2 REHMK o T
< » PIS5Siy ~ PIS7Siy st PIS9Siy & £ 7| Bl4& & 4 48 - 8 65 S
J* 3 H pb(critical mole ratio) %1% 2.7% ~ 1.1%¥51 0.6%(Es R &%
o B 551 % 3.6% ~ 2.0%51 1.6%) » BT PIS & 4 48 5 2k 44 EE R
y 4R 3 APPS 5 F 8 83 oy 648 » AR BP4R S 5 F %2 APPS
ZHEK PIS HEAEAMSE > B G TEKE R
BTDA/m-BAPS 7 s fic 8] 3k 2 Wi A28 4 04 £ B 3 APPS 4
& 49 3 ho iy 3 K T o 2A PMDA/p-PDA 2 % 4+ PIS5Siy gt
PIS7Siy & Z 7| e A A - Wk S3 Mmoo A P AHBETE
PIS5Siy ¢ PIS7Siy 2 y 5 -3 %4 0.5% $10.1% wBr 2159
B o BB HEER y A& BTDA/m-BAPS 2 i £ #
PIS5Siy 2 PIS7Siy % o

&5 BTDA/m-BAPS % 35 s fix & 3 PIS w445 & Ba #4458 (POM
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.

% 5.2~ Characteristics of BTDA/m-BAPS Based Poly(imide siloxane)s.

Sample code PIS 5Siy PIS 7Siy PIS 9Siy
Characteristics
APPS/PIS siloxane siloxane siloxane
mole ratio(%), “y” wt % Nn® | opacity®| wt% M’ | opacity®| wt% N® | opacity”
0 0 0.77 - 0 0.77 - 0 0.77 -
0.6 0.8 0.68 - 1.1 0.65 - 1.6 0.65 +
1.1 1.5 0.67 - 2.0 0.62 + 2.9 0.61 +
1.7 22 0.64 - 32 0.60 + 4.3 0.60 +
2.7 3.6 0.65 + 5.0 0.64 + 6.9 0.60 ++
4.2 5.2 0.60 + 7.7 0.56 ++ 10.4 0.56 ++
6.1 - - - -- -- - 14.8 0.56 ++
7.7 10.2 0.60 ++ 13.8 0.53 ++ 18.2 0.52 +++
10.0 - - - 17.6 0.49 +++ 22.9 0.49 +++
13.7 - - -- 23.5 0.50 +++ - - -
14.2 18.6 0.53 ++ -- ~- -- -~ -- -~
16.6 21.6 0.49 ++ - - - - - -
19.0 24.6 0.50 ++ -- - - - - -
a: The inherent viscosity was determined at a concentration of 0.5 g/dl of the polyamic acids in NMP at 25°C.
b : The opacity was observed by bare eyes with the following classification : “—": clear; “+”:slight cloudy; “++”:cloudy,

“+++7 : heavily cloudy.
¢ : Not determined.
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% 5.3 ~ Characteristics of PMDA/p-PDA Based Poly(imide siloxane)s.

ample code PIS 5Siy PIS 7Siy
Characteristics
APPS/PIS
mole ratio(%), “y” wt %! Minh" opacityb wt %{ Minn" opacityb
0 0 1.54 - 0 1.54 -
0.1 £l - - 06 | 0.61 ++
0.5 1.4 | 068 ++ - - -

The inherent viscosity was determined at a concentration of 0.5 g/dl
of the polyamic acids in NMP at 25°C.

The opacity was observed by bare eyes with the following classifi-
cation : “—"": clear ; “++” : cloudy ;

Not determined.
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(a) (b)

B 5.4 POM micrographs of PIS5Siy films (BTDA/m-BAPS based) with the “y”

value equal to: (a) 1.7%, (b)2.7%, (c) 7.7%, (d) 14.2%, (&) 16.6%,(£) 19.0%.
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(d) " (e)

B 5.5 POM micrographs of PIS7Siy films (BTDA/m-BAPS based)
with the “y” value equal to: (a) 0.6%, (b) 1.1%, (c) 7.7%, (d)
10.0%, (e) 13.7%.
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B 5.6 POM micrographs of PIS9Siy films (BTDA/m-BAPS based) with the “y”

value equal to: (a) 0.6%, (b) 6.1%, (c¢) 7.7%, (d) 10.0%.
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b)

(

POM micrographs of:

B 5.7

(a) pristine PMDA/p-PDA unmodified polyimide,

(b) PIS5Si0.5%, and (c) PIS7Si0.1% (PMDA/p-PDA based),
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ﬁérﬁﬁﬁ\%ﬁﬁﬁm TrBPSL P4 APPS 89 9T - F
B o
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siloxane 35 K& A Bl 382 S4E = M4y £ E 3 X7 BTDA/m-BAPS st
BTDA/siloxane Wy -] SIAM £ E % | T2 > X KK Tk
BERIMEEGE LA EMERNPIS ¥BEE A4S
o 5 5b > APPS 2 5T ¥ ¥ PMDA/p-PDA & £ X # X PIS 4
AEARSIRZEER y 6% 542 & 77k BTDA/m-BAPS 2 £ ¥ #t
2 PIS # B wty WAL o |
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ARSI ERGELMS APPS 2 4 FEHME B 58 A
T o B REAT o PIS A A AR B X BERA R BF L APPS #95-F
EERALEHM » B APPS 4 T ERSHEFELEPIS F &4 2R
K> FTHREMRVARBERELBSESRE BRI 5T
T AKE APPS B A S84 € » L PIS FTRRA R H 48458
Ao HE 54 ~ B 5.7 T R,48 4 (domain)#y X ] ki 3 APPS
SFEHHmpmER o

2 ift — 4 B A2 45 BTDA/m-BAPS % 25 s fic & 3L PIS spg ey &
YRR B BL & 0 R X TR SHH L M ey BB & 47 SEM
BIRE » B RwE 59 ~ B5.12 M o 4 BTDA/m-BAPS %2
KR B BT & 49 SEM B (B 5.9 )& -F#é4(smooth) ; PIS5Sii.7 (&

5.10a)$ PIS7Si0.6(E 5.11 a) - B~ T A ey sk ¥r iy » A A a3k e 4
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Critical mole ratio ( %)

5 5
E @ —© --(mole ratio) ] BTDA/ - E
: —(W%) | m-BAPS based .
o A—A -(mole ratio)] 14
- . PMDA/p-PDA based ]
n v—v —-(wt%) . _ ]
- 3°
< 5
- 12
: —=:
- e
0 : 1t 1 l 1 1 1 1 l l_ 1 1 1 l L1 1 l 11t 1 ' | BN I S | l 1_¢ 31 1 : O

400 500 600 , 700 800 900 1000 1100

APPS Mn (g/mole)

B 5.8  The critical APPS/PIS mole ratio and wt% of phase separation as a

function of molecular weight of APPS in poly(imide siloxane)s
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B 5.9 SEM micrograph of fractured surface of pristine BTDA/m-BAPS polyimide

(unmodified).
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i G

1 ] 8.0K 3.00»s

B 5.10 SEM micrographs of fractured surfaces of PIS5Siy films (BTDA/m-BAPS
based) with the “y” value equal to: (a) 1.7%, (b) 2.7%, (c) 7.7%, (d) 14.2%,

(€) 16.6%.
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- DE1
20 .08kV X106

OB+ 7

(2PN

B 5.11 SEM micrographs of fractured surfaces of PIS7Siy films (BTDA/m-BAPS
based) with the “y” value equal to: (a) 0.6%, (b) 1.1%, (¢) 2.7%, (d) 7.7%,

(e) 10.0%.
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. ik e "
20.0kV X10.06k 3.00,l1 28.8kV X18. 0K 3. 00

B 5.12 SEM micrographs of fractured surfaces of PIS9Siy films (BTDA/m-BAPS

based) with the “y” value equal to: (2) 0.6%, (b) 1.7%, (c) 4.2%,(d) 6.1%,

(e) 7.7%.
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oA r;.? PIS5Siy ~ PIS7Siy #t PISOSiy & A 7|+ # ysma >
2.7% ~ 1.1%$L 0.6%8& » 3L PIS &4 5k B & 4 sk 4 # v iFl (holes) L &
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Bl » i& bR ML AL M B R L E S s ey Rk (siloxane rich pha-
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EF AR Wk SR > EAERG y AT > FAaReg K]
BE 3t APPS 4 TR 6 £ A o {F it X8 5.10d~ B 5.11d &
B5.12d THR » §oameyfpkiniRk  EdREREESL &
B EHR & T4 APPS 894 B3 mE]de PIS5Si16.6
PIS7Si10.0 st PIS9Si7.7 Z ik &5 » LT orintyin P A £ £
BRI > H5l4e B 5.10e ~ B S.11e R B 5.12¢ A& © i&
sk R 3% 5 ab b 3 RRRR 63k SR AE > A AIAMR HE B BB AR
& ¢4 3¢ J& M (ductile) 82 7T 4 7 £ (deformable) » 3 {81 3%, & 5% B 5+ PIS
MR ey APPS/PIS X H Lt APPS 4 F 8643 v 3§
FRAT B o
5.1.4 PIS # gty DMA(Tg ~ BRI H ) 9-#7

BTDA/m-BAPS & £ £ #t % PIS #52 » L ARKBAE L&
Fmd -118°C (PISOSiy t#hesaty % —18 Tg; TgD T4 R - o
> o8 5.13 ~ B 5.15 Ff7F » ¥ % PIS # A% &Y 34b 4% $t(moduli)
B Atk % (elongation) Wt B 77 K 5.4 o i3 WHBET » LA
B B8 H-118°C 0 4B BLE¥ 64 44 & % (elongation at break)
WlE 3 APPS 48 43w g pm o LR B AIRE APPS 28 3%
o i R, o T FAHA 44 » PIS f B 78 1K8 T 887 48 $1 36 B2 A (rigid)
AR ESGEE  BRM ) ETRNFALLE PIS ¥§ &2
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(a)

150

1 < crack point
B g
90
=
N—r’
[72]
g
A ¢——— 5S5i1.7
b 55i14.2
30 | #—— 55i16.6
+————— 58i19.0
0% 5 10
15
150 (b)
£ 90
E < crack point
[70]
g
& &——0 5S5i1.7
A—— S5Si14.2
30 1 ' #———— 55i116.6
+——— 55i19.0
0 — v .
0 5 10 15

Strain ( % )

Bl 5.13 Stress-strain curves of PIS5Sil.7, PIS5Si14.2, PIS5Si16.6 and PIS5Si19.0

films (BTDA/ m-BAPS based) at different testing temperatures: (a) -118 °C,

(b) room temperature,
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(a)

<« crack point
<
0 1
= 9
S’
(7]
w2
=
%) o———— 78i1.7
‘ A— 7817 .7
30 ; a—— 7Si10.0
+—— 7Si13.7
¢ 5 10 -
0 b 15
150 ()
. < crack point
E. 90
=
- o . ——
(7]
o
A ¢&——— 7Si1.7
b——— 7Si7.7
30 «——— 75i10.0
+——- 78Si13.7
0 v .
0 5 10 15

Strain ( % )

Bl 5.14 Stress-strain curves of PIS7Sil.7, PIS7Si7.7, PIS78i10.0, and PIS7Si13.7

films (BTDA/m-BAPS based) at different testing temperatures: (a) -118 °C,

(b) room temperature.

-59.



(a)

150

- 8 < crack point
S 90 P
=
[7s]
§ 1
& r— 9Si1_.7
v A———— 9S5i6.1
30 & ——— 98i7.7
+——— 95i10.0
0 — -
0 5 10 15
(b)
150
[ .
§ 90 { <« crack point
3 ]
53 &——— 9S5i1.7
A———— 985i6.1
30 4 ¥ 98i7.7
+————- 9S5110.0
0 — v
0 5 10 15

Strain ( % )

B 5.15 Stress-strain curves of PIS9Sil.7, PIS98i6.1, PIS9Si7.7, and PIS9Si10.0

films (BTDA/m-BAPS based) at different testing temperature: (a) -118 °C,

(b) room temperature.
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% 5.4~ Ultimate Mechanical Properties of BTDA/m-BAPS Based Poly(imide siloxane)s at Different Testing Temperatures from Dynamic

Mechanical Analyzer,
Sample code
581y 7S1y 9Siy
operties At-118 °C At room temp. At-118 °C At room temp. At-118 °C At room temp.
Tensile | Strain at | Tensile | Strain at | Tensile |Strain at | Tensile |Strain at | Tensile |Strain at | Tensile |Strain at
APPS/PIS modulus| break |modulus| break |modulus| break |modulus| break |modulus| break |modulus| break
mole ratio(%),“y”\ | (Gpa) | (%) (Gpa) | (%) (Gpa) | (%) | (Gpa) | (%) | (Gpa) | (%) | (Gpa) | (%)
1.7 3.66 4.45 3.00 4.79 3.58 3.73 2.93 5.54 3.60 4.79 2.47 5.54
6.1 -t - - - - - - - 2.70 4.92 2.21 5.90
7.7 . - - -. 201 | 433 | 203 | 789 | 249 | 505 | 177 | 717
10.0 -- - - -- 2.77 6.26 *1.74 11.74 2.44 5.95 1.54 6.90
13.7 - - - - 2.30 5.30. 1.51 8.16 - - - --
14.2 337 | 488 | 223 | 626 - - - - - - - -
16.6 2.98 5.36 1.84 7.17 - -- - - - - -~ -
19.0 2.82 4.70 1.76 7.16 -- - - -- -- -- - --

a: Not determined.
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é@#aaéz;%——iszéﬁ*a ¥ (4= : PIS5Si16.6 ~ PIS7Si10.0 s PIS9Si7.7) »
LR R BT i ftk(tough) 89 478 > & PIS ML A £I8 FEAR
R S B L aF X JE Y (strain at break)d ; A& —EH YR &
£ Ry HHAE KA 16.6% ~ 10.0%5 7.7%8% > LipttsT s
jﬁ%?ﬁéﬁéﬁféﬁn °

£ DMA ERImiF I g BEET)EH » ok 5.5 /7
Tom AR FTRAMTER Tel MEABREREERRT S8
oy Tg 44 » #RB—PIS £3|dmz » i Tgl AL T APPS 4%
AR @ Tg2 84857 F 4 BTDA/m-BAPS 5 5% fic 48 3%,
&y Tg 44 [24]> 3t Tg2 A& K 8L APPS 89454 M | do TAM G >
BT He 4y APPS e A4k > € ¥ & E 4 BTDA/m-BAPS 25 s i
A83xZ Tg Aty T o df DMA € R1/74504 Tg & B > 7 A 24
HFEHF T EE LA BEAERE > FHABEFTHAIRMEA L
0 Tg ¥ » A ThMHHALEERMEAALGAKYE | RorR 4t
#} PISSSiy ~PIS7Siy st PIS9Siy & % ]x PIS # 4T DMA &
Al B 516~ B 518/ T o KREFTEAER yEIHE
7.7% ~ 1.7%32 1.1%8 » % TR|4FR18 Tg % » B R FaLy 4
By & PIS 4Rt A AR 5-d ey LR A 4 o 4847 POM s SEM &
BEER HiEs ARG ESHEMET » DMA e84 M F
$4& © 7 shdy PIS ¥t 2 4% 4L E (storage modulus ; G')#Lig & 8
{tz DMA B > 4@ 519~ B 521 /& » THERHE— A7
PIS & & » PIS j#§pEéY G {AKE APPS 48 8438 ot I 4K > AR
S35 A AR BRI 3K 6Y £ R AR FF > LB 3F 3 PIS M eh s eh 14 iR APPS
B i 3G e o

-62-



% 5.5 ~ The Transition Temperatures of BTDA/m-BAPS Based Poly(imide siloxane)s from Dynamic Mechanical Analysis.

Sample code 5Siy 7S1y 9Siy
Characteristics
APPS/PIS : | siloxane siloxane siloxane
mole ratio(%), “y” wt% | Tgl Tg2 wt% Tgl Tg2 wt% Tgl Tg2
0 0 UD* 252 0 UD 252 0 UD 252
0.6 0.8 UD 251 1.1 UD 244 1.6 UD 244
1.1 1.5 UD 245 20 UD 244 29 -118 243
1.7 22 UD 241 3.2 -116 242 43 -118 241
2.7 3.6 UD 238 5.0 -116 240 6.9 -118 239
4.2 5.2 UD 232 7.7 -116 231 10.4 -118 237
6.1 -0 - - - - - 148 | -118 | 236
7.7 10.2 -115 224 13.8 -116 231 18.2 -118 233
10.0 - - - 17.6 -116 229 22.9 -118 226
13.7 - - -- 235 -116 220 - - -
14.2 18.6 -115 206 - - - - - -
16.6 216 | -115 | 195 - - - - - -
19.0 24.6 -115 181 - - - - - --

a : UD means undetectable in the DMA.
b : Not determined.
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B 5.16 PIS5Siy(BTDA/m-BAPS based) ¥ < Fl APPS 4 ¥ DMA #4541 K.
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Bl 5.17 PIS7Siy(BTDA/m-BAPS based) 4 1< 5] APPS 4§ DMA AOHH.
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5.5 PIS ¥ pgeyHt &bk %, TGA o7

#:, BTDA/m-BAPS % 25 ®ifi oA & B A K 6938 5 PIS gttt
#(BTDA/m-BAPS 4 £ XM H)X A0 MEE( EZHR K S%HZ
m ; Td) & TGA w4 B » fol 522~ B 5.25 A o & R &
7> BTDA/m-BAPS R e G #ERBTHARAKTE &L
Td {E g H3 R @R T & » R ERPABIETE o 3 PIS5S12.7 ¢
BT 0 Bt APPS 8442 (EH 5 %) 4 2.7%8 » Td 44 77 7 i& 548
°C ; W PIS5Si0.6 4 pEey Td 44 £ &g 563°C » 1543548 54T 89 A&
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B 5.22 #:, BTDA/m-BAPS % 5 sihk ¢ Td & 3t TGA w42 1.
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B 5.23 (a) PIS5Si0.6 ¢z (b) PISS5Sil.1 #p% (BTDA/m-BAPS & £
£ H )y Td A& TGA ez H.

-71-



100 T
561. 89°C
[-2% 4
G0
Py
&
g 70-
60
PIS7S10.6
s 200 400 600 800 1000
Temperature (°C)
100
80 -4
g? 80
prary
&
é’ 70-
60 -1
PIS7Sil.1
50 T T » T
0 200 400 600 800 1000
Temperature CC)
(b)

Bl 5.24 (a)PIS7Si0.6 s (b) PIS7Sil.1 #m (BTDA/m-BAPS 2 %
R HE) TdE R I TGA 4 B .
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5.2 PIS #4483 f& ~ k@4t ~ & UV/O3 2 @k @4 PIS/
alloy-42 3 &M 2 R @ ¥ 049 %
A5 F.vA BIDA/m-BAPS 2 & 3+ 77 845 ¢4 PIS % T %48 @
f si(free standing)#y A% » L HM TR ABHB R AN G S5
WRBH o BEIFES LOC AL M PIS %5 » X5 55414 PIS
MRS alloy-42 &£ M FL 2 A 6B A4 > PIS 4R 64 & Tk iE ~
AT RAL ARG F R EH PlS/alloy-42 34 M2 REHLHE
WATHT R » B AE APPS H b &M B F AN BE o LOC & 184z
T AMBEHHRILRIR N, MBSt Y F LR LY
BAE K E (A 400°C AR R > LEH R Im RAF IR o
SLPIS ¥ dn s » /BB AE S Tg+150°C Bp+T4# PIS MRk 2 /5
A LB RAGMABHR 3] LB ARERSRAMAE LM
RFEE SRR o BL RN 400°C K, Tg+ 150°C 2% BB & i 45
PIS/alloy-42 &M 2 R £ 58 Y FF 5 ©

S21PIS ik mmy B RABRERES O ME

PIS jgBt& & k48 oy 3233t L 15698 % [Sibu] X & XPS
ST T AT 69 8 R [Sisurf] » R4k 5.6 H1[E 526 ~ B 5.28 (PIS
MR XPS MR EB)AMF o 5% 9 M4k BTDA/m-BAPS s ¢,
BTDA/APPS % % 25 &% iz (poly(siloxane imide) ; PSI)~ & — % 5| PIS
HRZBER R @EA(RAGR)GEH > FAHE 57 o % 56
89 A HHBRT > HE — PIS A E > H[Sisurf] % 3 % #4[Sibuk] © —
g —BERBESEFERETARGRY AL RIKYESH®
& di&k 5.7 %0045 BTDA/APPS = % 5 5k fic 48 #5545 BTDA/
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4% 5.6 ~ XPS Analysis of Poly(imide siloxane)s Film Surface.

Sample code PIS5Siy PIS7Siy PIS9S1y
Characteristics
APPS/PIS [ mmﬁ; 1] 1 mww\chl [ Sigur] [ mww“__n 1] mu.w\.ml [ Sisurt] [ mwM_;. 1 mw«\i_ [ Sigurr]
S e " | Ao
mole ratio (%) , “y” (calculated)| (surface) (calculated)| (surface) (calculated)| (surface)
0.6 0.11 6.0+04| 545 0.18 8.1+£0.8 45.0 0.27 9.1£0.6 33.7
1.1 020 |[73+09| 365 0.33 92109 27.9 0.49 [10.2%0.7 20.8
1.7 0.31 81+£08| 26.1 0.51 92107 18.0 - - -
2.7 049 |9410.7 19.2 - - - 1.20 | 12.0%0.8 10.0
7.7 1.47 [10.1£0.6 6.9 227 |[115%04 5.1 326 1155%0.3 4.8
10.0 - - - 293 (12.1£04 4,1 416 158105 3.8
13.7 - - - 397 1234038 3.1 -- - -
16.6 321 {11.2%1.0 3.5 -- -- -- -- - -
19.0 370 | 11.2+0.8| 3.0 -- -- -- -- - -
Pure BTDA/APPS, PSI® 10.1 13.8+1.0 1.4 13.1 16.1£1.0 1.2 155 [199%12 1.3

* Not determined.

® The pristine BTDA/APPS poly(siloxane imide) (PSI).
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# 5.7 ~ Critical Surface Tensions of Poly(imide siloxane)s®.

Sample code PIS5Siy PIS7Siy PIS9Siy
Property Ye Ye Ye
APPS/PIS (dyne/cm) | (dyne/cm) | (dyne/cm)
mole ratio (%), “y”
0 32.2 32.2 32.2
0.6 23.6 22.0 20.6
1.1 23.0 21.7 20.4
1.7 22.6 21.7 20.3
2.7 22.6 21.6 20.1
7.7 22.3 21.1 19.8
10.0 - 20.8 19.8
13.7 -- 20.8 --
16.6 21.6 - -
19.0 21.6 - -
Pure BTDA/APPS, PSI° 20.9 20.4 19.7

® Errors are less than 5 percent.
® Not determined.

° The pristine BTDA/APPS poly(siloxane imide) (PSI).
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KCPS

Quantification Table for Experiment

Peak Centre SF Pk Area FWHM Tx. Function

Norm Area |[AT]%

O1s 534.30 |2.85 [53260.602 [1.300 0.2
N1s 402.90 11.77 [10225.316(1.800 0.2
Cis 287.30 |1.00 [97991.016 [1.500 0.1
S2p (170.40 ]1.74 |6960.577 [2.500 0.1

Si2p 104.30 |0.87 [6593.562 [1.800 0.1

2164.48779 [14.307
657.97711 [4.349
11019.4521572.836
444.74396 |2.940
842.45276 [5.568

300

280—
260—

240

180—
JQJI
140—
120—
100—

80—

60—

40—

PIS5Si0.6

N
220— /Jj..\

200—

O1ls

| 1

——Ni1is

Cis

1000

800 600
Binding Energy (eV)

400

Bl 5.26 BTDA/m-BAPS % % #+ < PIS5Si0.6 # XPS 38 .
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kCPS

Quantification Table for Experiment

Peak Centre SF Pk Area FWHM Tx. Function|Norm Area |[AT]%
Ols 534.80 (2.85 {132853.031{1.400 0.2 5399.46533 (18.827
N1s 403.40 (1.77 {16170.128 |1.700 0.2 1040.57410 |3.628
Cls 287.80 {1.00 {170714.172]1.500 0.1 19198.4335966.942
S2p 170.90 |1.74 |7580.000 |2.300 0.1 484.34418 |1.689
Si2p 104.90 |0.87 |20006.801 |1.600 0.1 2566.38232 [8.914
T T T  — T
400— —
PIS7Si0.6
mmoﬂ/ —
O1s
N \ \O;m
300— ]
250— —
200— —
("] —
150— $
100— &
[o% 9]
N
| g 1
- —
{ 1 ! | !
1000 800 600 400 200 0

Binding Energy (eV)

HE.

BTDA/m-BAPS % # #f % PIS7S10.6 44 XPS 3%

B 5.27
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KCPS

Peak Centre  |SF Pk Area FWHM Tx. Function|Norm Area [[AT]%
O1s 534.30 [2.85 |44658.578(1.400 0.2 1814.,90527 |14.410
N1s 402.90 {1.77 [11850.7711.900 0.2 762.57166 [6.055
Cils 287.40 [1.00 ]73723.969[1.500 0.1 8290.61816 {65.828
S2p 170.60 [1.74 [8507.364 |2.300 0.1 543.58551 [4.316
Si2p 104.30 10.87 [9256.518 [1.700 0.1 1182.69592 |9.391
280 T T I I I
260~
sao PIS9Si0.6
1
220 o1t P
200
180
160
140
120
(]
100 ko
80 J
60— &
nm. ]
40— s_ _
T g
O_ll

L

|
1000

800

600

400

Binding Energy (eV)

200

Bl 528 BTDA/m-BAPS % # 4% PIS9Si0.6 ¢4 XPS sk .
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m-BAPS B AR EE R K & 5k ) o AR APPS B €& 445
EkE@dis PIS e R @AKo & 5.6 SR HIFEAT [Sisur]
ki3 APPS 4B 8i4-FE 693 wdmigie » A F| PISOSiy ~ PIS7Siy
sit PIS5Siy % APPS/ PIS #4 3 - re 4 o 31 i #] 7.7%~10.0% 5L 16.6%
B> L [Sisud] FEHBE—F Y > TR LD EKE RN
| PIS9Siy\PIS7Siy # PIS5Siy ¥ 2 y A5 3 XA RFH 7.7%~10.0%
1 16.6%EE T R A M > LEA TR EHHHLB o KAH
[Sisurt)/ [Sibulk] Z pu4lidn & » RIRE PIS ¥ K+ APPS 8§ & 45T ¥
e K TR TH=FEH XA M : (1) [Sibux]EE APPS
4 ERHTFEHE g i (2) & B TDA/APPS Z &% 88 KAk
B o6 K @ S APPS 8548 ST 493w @ 145 > B) AT
kS B odsayFH Bey APPS 2 PIS M £4 T HFET
MK R TG S F S APPS 5 FHELRTG o HiEER S6
9 T 4530, &4 BTDA/APPS % % 35 pificéy [Sisu]/[Sivuk] o4l £ 1.2
~ 1.4 2 1 > b8 2P {p 2 4 BTDA/APPS % % %5 mifi » F[Sisurf]
475 $R w5 # [ Sibulk] ©
5.2.1.1 PIS 5% XPS ey 2 M5 & %
| 5.26 ~ B 5.28 4-%1.% PIS5Si0.6 ~ PIS7Si0.6 st PIS9Si0.6
Z XPS 4 ¥ B > & XPS B P BT PIS AREGM T HENER
FH RFH) » £456) ~ KN ~ £(0) ~ &S ~ R(OF R
% o
5.2.1.2 PIS 3 p & S 3% & & 5k 71 (Yc)
BTDA/m-BAPS % £ % #t PIS 4B &EREAGEA 2ok
57 Fiw o AT AR TiEER 4 BTDA/M-BAPS } 2 & iz &
-80-



WA HEL v AR T » BpfE A4R1K49 APPS 48 F
7R A& 4w st o PIS5Siy ~ PIS7Siy #i2 PIS9Siy £ 5| ye 44358 &5
% 23.6 ~21.6 ~ 22.0 ~20.8 #z 20.6 ~ 19.8 dyne/cm » PIS # A% ye
18X NEE APPS 6488 f1 5 T8 0934 A d FE4& o 4R3E L. H. Lee
BT AHERE o KR CWHBERRGFRIRLLE B RS
YWHREEGRBRERKBEAATH » Ak PIS AR AR
& T Iy % I B 4 R Ay (composition) 49 4F o wHHH M X R &
FEN TR F Y AEA B > Bk > PIS 2 £ @B & R4
HEPIS 2B XM (3o alloy-42 &£ KM REELRAE -
SAF AL B BATIRG o
52.1.3PIS #peh e B B H A Rk @mam B MEER A G@E N M ey 4%

B

PIS ¥R LR BFRAAL LG EE ML WwB 5.29
Firi o 3 PISSSiy da & » Hove #[Sisudf] ] 2 B 42 4 04 K W B 4% >
R #hye = 22.6 dyne/cm & A — $47 Bk(deflection) » ELB|4F 2
PIS5Siy < £a 8534 & ¥y 34 4 & (homogeneous) % 2 3k 34 4 #&(inho-
mogeneous) &) $& 47 B(4- JL 5.2.3 FiAik) o R4 » PISTSiy ¥4 52
Z Yo $L[Sisurf] F] 7F 2 B M6 B W M 4% » B £y =21.7 dyne/cm &
H ¥y e o LB TR & & AR Bk 45 ¥k o &y PISOSiy #pgE =
Yo SL[Sisurf] Ml 84 B4R R WLBAA B > Bl Ir e R B 4L > B
%A PISOSly 2 e B X A ARG ALY o

5.2.2 UV/O3 # & 55 32 # PIS/alloy-42 3&-b %) B 26 /& 64 85
75 % &b BT 2 (liquid crystal display ; LCD)#! 4 5 & » 4 ITO
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Critical surface tension ( dyne/cm )
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[Si,1(%)

18

B 5.29 The dependence of the critical surface tension on the

surface concentration of silicon of the PIS films

(a) PIS5Siy, (b) PIS7Siy, (c) PIS9Siy.
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BRAMEIN » BB —MREFHERBICLEFEFLA R
TREK > ARG UV/O3 ek ®EIL » THENK EL AT
AR o LBBEFE S | B4R R (deep UV)Rl TR T o9 &4 F
0N AERTO)» AR THMERER TGRS TLEOHA
RS TOs) L o T EHRMAENERT Ly M4 45
MR RS RZ » B R BRFGHER o AR
#48 B UV/Os3 # alloy-42 #4182 PIS SR f0& &8 532 8 A2 UV/Os
B EE ¥ alloy-42 & & &4 9L PIS/alloy-42 344 £ 8k 35 & 64
BE - RS I S e R BR5R T o Alloy-42 &4 ¥ sk sE ik
R&G UV/IO3 k@R 32 > X T REEARGUEEXRE » v
% 5.8 Pfiok ¥ BE alloy-42 B £y UV/O3 J2 52 20 #9044 1ok
MEPEBMAN G 32°HE 4O MER | SEREFTHE 0% Bt
BBBI R o UV/03 72 20 #r45 SR e 3EA5 A Br g 33° /%
26 MBI NEREFEE; BEATAMHAEY UV/Os A58
1 54814 BPTRA A S L R T ey BIRM o
UV/O3 & 52 ¢ PISSSi0.6/alloy-42 454 4 2 4| 85 5% JF 44 %5 45 1
1% > 4= 8 5.30 A7 o B+ THER » UV/Os # alloy-42 % & 52 1
4 TR 36 M 6 S B 58 3 20% 2 % > R ¥ PIS MRLE 52
B R AR 3R AR HL I 2R 3R 8 5 SLERT UV/O3 8 PIS 69 &5 F 46 %, 2
BT R A 5 A6 R o — £ 5] PISSSiy/alloy-42 3442 %1
BEGEEHRRER > Ik 59 miw (3L F PISSSiy % 44 UV/Os
R > alloy-42 F R84 & UV/Os R sk 48 UV/Os R R4
#8)s & &t A A — $ 7 alloy-42 B & & UV/Os i & & R 5248
1€ 1 486905 I » Bp TR 424 M a9 RIBRIGE 2 0 20% o B o »
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% 5.8 ~ Changes in Water Contact Angles Upon Exposure to
UV/Oj; for Alloy-42 or Slide Glass Substrate.

Substrate Exposure Water contact
time (sec.) angle (°)
Alloy-42 0 32
Alloy-42 20 4
Alloy-42 - 40 3
Alloy-42 60 0
Alloy-42 120 0
Slide glass 0 ' 33
Slide glass 20 6
Slide glass 40 5
Slide glass 60 0
Slide glass 120 0

* Errors are less than 5 percent.
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Peel strength ( N/em )
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4 E A : irradiated the alloy-42 only
N 0O : irradiated the film only
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B 5.30 Effect of the time of irradiation with UV/O, on the peel

strength between the PIS5Si0.6 film and alloy-42

substrate by treating the film and substrate respectively.
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#% 5.9 ~ Effect of the UV/O; Treatment on the Peel Strength of PIS Film/alloy-42

Substrate Joints at a Bonding Temperature of Tg + 150 °C.

Property Peel strength ( N/cm )
Sample code® Untreated Treated"
58i0.6 10.4 £ 0.6 12.8 £0.7
5Sil.1 9.41+0.5 114105
58i1.7 8.1+0.7 9.8;*:0.5
5Si2.7 1.8+0.2 22+02
58i7.7 1.0+0.1 1.2+£0.1
58i16.6 0.5%+0.1 0.6%0.1

* The film thickness is 52 £ 2 um.

® The alloy-42 substrate is additionally treated with UV/O5 for 1 minute.
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UV/O3 j& 52 5T #L.2% & #% % PIS/alloy-42 36 X #1852 R &9 — 48
MERTRAGT L

5.2.3 £ 3443 PIS/alloy-42 4564 $1 8 58 B 49 %
5231 HLBEMHBE
PISSSiO.é/ alloy-42 % PISSSil.1/ alloy-42 3&-&-# 69 %) k5%
BB AEE A HEE o 531 MR o b Bl Thrik A e 4]
BB ORAEN TS BERGHARERR » T
A & Fl — PIS MRS/ 85 %0438 B T A KRSy Bl4% o
52&2%%%@%@%%%%
PIS5Si0.6/ alloy-42 & PIS5Sil.1/ alloy-42 3444 64 41 8 5k
SLELARFF MR A ML E > 2 5B 5.32 LB 533 i o
B TR AR M SR S e Hl 588 » LB ORI RAFAEA 6
kg/em® » TSR MA 2~ 10 HEA > AHEBELF—H
R — R RRERAKRE o BT HE PISSSiy ~ PIS7Siy £t
PIS9Siy % % 5| PIS # st alloy-42 Z Mg RanfE5mAE » &
A5 4 AT W) PIS MRBES alloy-42 356 4 B A6 # - WA EI R B3
&35 JE 400°C %, Tg + 150°C ~ $6 & /1 & 6 kg/ om” vA B 354 B
B 2 Ak o

5.2.4 PIS ¥ Bt BE R & & 5k /1 1 Jo 8 6bF ) B 50 B 09 B 47
PIS # B2 R Kk @A (vc) 4L PIS/alloy-42 3 &4 2 $| 3 58
FEH A% > B 534 i o # PISSSily AR X BH e » HHldk
ZH A B yo M 2 AR MG E MR KA yc=22.6 dyne/cm K H
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Peel strength ( N/em )
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14 X A :5Si0.6/alloy-42
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Bonding temperature ( °C)
B 5.31 Effect of the bonding temperature on the peel strength

between the PIS film and alloy-42 at a constant

pressure of 6 kg/cm? and bondirig time of 2 seconds.
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Pcel strength ( N/em )
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B 5.32 Effect of the bonding time on the peel strength between the
PIS film and alloy-42 at a constant temperature of 400 °C

and pressure of 6 kg/cm?.
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Peel strength ( N/em )
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B 5.33 Effect of the bonding pressure on the peel strength between the

PIS film and alloy-42 at a constant temperature of 400 °C and

bonding time of 2 seconds.
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Peel strength ( N/em )

16

14& O : PIS5Siy (52 pm)*
-k O : PIS7Siy (28 pm)
21 A :pPIS9Siy (28 ym)
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OhllllJll111411111411111111
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Critical surface tension ( dyne/cm )

B 5.34 The dependence of the peel strength of the PIS film/alloy-42
joint on the critical surface tension of the PIS films at a

bonding temperature of Tg + 150 °C. ( * film thickness )
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— 3835 > HLEEEHF R PISSSly 2 e W B3 G R A9 4
Ry iR B BN TR RS ey A st fmit
Tk HSRHERIERAR » TREFEM > B —5 T 4amt
HF AR B A BT o LR B SR A L ye M whda H LR A
PR E) o Fli%3b » PISTSiy S4B #1838 A M yc MR 2 A &pttey
EWHAEBE yc=21.7dyne/cm B A —¢dn gk » hBEFALE L
A8 4B dy Ao 4L L o dy PIS9STy MM 3582 8L yo Bl oy A& ik
4% B P Rl e dddn 2 0 B S AR PISOSly Z s 8 R
TG AWIEN 9 o BN » PIS M a8 e & PIS/
alloy-42 4864 $| & 58 & 4947 2 o B PIS H BE(PIS5Siy 2 PIS9Siy)
st alloy-42 £ H X MR @ F 7L AT —HHME T

EY.
g ©

525 PIS/alloy-42 36 Mty R ER BHERALAVERE
PIS/alloy-42 3544t & s #% 'K (unmodified) TPI(7F B é BTDA/
m-BAPS % 5 s fiic )/alloy-42 &4 2 #1838 & #i2 3¢ PIS X TPL %
RS A ¢ B ALHAE 0 e 535~ B 53THESI0MTF o BH
S FHRAEH LS AT M REEREEIZAHECNIH
& R IE R £ AR & AT A R BB AR L Y 46
44 558 & #%, [46-51] 0 A4 Gent f» Hamed ¢4 3Zm 3L [47]
b E R & 3 3 5% /% (true interfacial adhesive strength) =T &y 3=oH
rHSAERLERERGMERY  £hMEEREFATR
Z e TAT ) w8 535 T MG AS BHEBYRER
o TR ss A A ERGORERAERF o HAPISSS &
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Peel strength ( N/cm )
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B 5.35 The measurement of the true interfacial adhesion between

the PIS5Si0.6 film and alloy-42 from the dependence of

the peel strength on the film thickness.
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Peel strength ( N/ecm )
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B 5.36 The measurement of the true interfacial adhesion between

the PISS5Siy films and alloy-42 from the dependence of

the peel strength on the film thickness.
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Peel strength ( N/em )
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B 537 The measurement of the true interfacial adhesion between the
PIS films and alloy-42 from the dependence of the peel

strength on the film thickness.
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Wu. 10~ The Peel Strength and True Interfacial Adhesion of PIS Films /alloy-42 Joints at a Bonding Temperature of 400 °C.

Strength (N/cm) Characteristics Thickness ( pm ) True interfacial
adhesion
Sample code 8x1 202 2812 3411 43 2 52+2 62%1 (N/ecm)
Unmodified CBP*® 6.0+£0.5 7.3+0.6 82107 9.2+06 9.9+0.6 82+0.7 3.6
58i0.6 CB.P. 9.0+0.5 99105 10.9+ 0.6 122+0.8 132107 | 109106 6.6
5Sil.1 CB.P. 7.8+0.7 87106 9.6%0.5 10.6 £0.7 11.51£0.6 93%05 5.1
5Sil.7 C.B.P. 59+0.5 7.210.6 7.81+0.7 8.6x0.7 99105 81106 35
58i2.7 1.8+0.2 33103 41104 45104 58106 3603 . 0.9
58i7.7 1.1+£02 25104 33+03 29103 1.81£0.3 12103 - 0
58i16.6° 1.0+£0.2 24103 29104 1.5+0.3 09102 0.610.1 - 0
9Si0.6 22102 50104 7.0%0.6 68106 49104 1.1£0.2 -- 0
9Sil.1 22102 53104 64104 48104 1.0£0.2 -- - 0
9Sil.7 1.4+0.1 32103 4704 32104 0.8+0.1 -- -- 0
9Si2.7 09102 24103 3.0£0.5 26103 0.810.2 - - 0

* The PIS film cracked before peeling ( C.B.P. ) from the alloy-42 plate.

® Not determined.

° The peel strength was 1.9 + 0.2 N/cm for the film thickness of 15 um.
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5] 2%, PIS9Siy % #(4 %k 2 'K ¢ BTDA/m-BAPS )% %] 8k 36 & sit 3t
SRR EGMEET > 5548 536~ B 5.37 #1% 5.10 % o
HEEATHARTERSH KRS BARIKSTF APPS Z PIS &+7
% & PIS/alloy-42 #:-&-#t 69 EER @ F 3% A o 3 PIS5Si0.6 M
ToORAEREHEXBRAWABK A St 80% > Ad > — B APPS
eT3Emey s L PISHRBHBEBREEI K o
HTEMPIS 4B kO EERERRXBRIHELERS
R TRE GBI M AR RSk 48 PISSSiy/alloy-42 34 M i 4T iE
7 @ B R 0 4 R4 B 5.38 777 o B 5.38 (a)B&+ PIS5Siy/alloy-42
FEMGEERBIHEEEMR (Siud] ZHKRMGRHME > &
[Sisurt] > 9.4% B L HER BEFBRELAEE , mE APPS 94 %
AR LT (IR B PISSSiy 2 éa & R A3 HAam) L B iE
FE 53256 8 Sy B 2 4R 69 E B2 » B ®] PISS5Siy 8 F
ERTH G mna il EEEA PISSS2.) M » L EERGHFE
BB HRE TR Wwh 5.38(0)HF o £ 5 — % & » PIS9Siy/alloy-42
BHEHYEERGREEREMNBRTLET —HOER > REHM
# 7 F] APPS 4% PISOSy ¥ ¥ » A RER@HFRAY
HEGwE 510 Aiw) > TARMELPIS ¥ L ERmaFEGa
B RA M > 3 69 sk 48 B (siloxane domain)Za 5, i 2k % &) ( re-
lease agent) #94% 44 o 426 Lk T 4o » W& R E B X ¢4 PIS 4 B2 88
THR R EERGRFMEARNITS

5.2.6 PIS # g st alloy-42 $b 4 469 7E1L AR
ARIE TG R4 & S04 BT A 8 71 45 (wetting kinetics of bond forma-
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True interfacial adhesion ( N/cm )
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B 5.38 The dependence of the true interfacial adhesion of PIS5Siy/alloy-42 joints on () the surface

concentration of silicon and (b) the critical surface tension of the PIS films,



tion) > A THREHALEEM I MR ERERALLBAEY
Mt > TH TFHXTFETZ

or=or exp (-E./ RT) (5.1

Afor 5EBEHHAEt HISZ5THEEHNRLBEEAHZMGH
¥%E of BESCHMAENIZSTEEIMALBEAMZH
09Fs ¥ 58 % ; E, 53546 ®A249751b48 ( activation energy for the
adhesive bonding process) ; R % #.5% % $(gas constant) ; T &34
5 J& (bonding temperature ; °K) o &3 X,(5.1)%T &y log or #f 1/T £
BF— Bsrey st > @byt H 743 E.A(FEP B8 =2.303 x 4
FA4) o HERAR PIS MR 4L alloy-42 1 F5-6- @A H EALAE » AHTR
£+ 3t PIS5Siy #2 PIS9Si0.6 4514w glloy-42 f » A AR E £ 4R
BTREOGUERIESH » EATRTER AL 8RBT > G48k5%
By log MBI EECBENERAVDERTH—HE > 4o
B 5.39 A EAF & A& R AL T3 F o PISS5Si0.6 ~PIS5Sil. 1
% PIS5Si2.7 4 %] ¥t alloy-42 3464 E, 1 > 57 % 7.9 15.7547.5
kcal/mole » 1§ 2 E, 48 # & PISSSi2. 7(4n 8 f& B JE 39 4 e %)& &
& ARAALCRARAF (BB BT BH &) i
RICTHER > Fl—%ZPIS ¥ > EfAA I W EH
5§ s 1 alloy-42 35 682 0 FALARRRR G o 5 —F &M
PIS9Si0.6 (77 B 7> 3k 34 4 48 & %) 8t alloy-42 £ 684269 E, AR &
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B 5.39 The peel strength between the PIS films and alloy-42 as a

function of the reciprocal of bonding temperature.
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B 5.40 Viscosity as a function of temperature for poly(imide siloxane)s.
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Bl 5.41 . Scanning electron micrographs of the peeled-off PIS film surface from PIS
film/alloy-42 joints at 10 mm/min peel rate : (a) untreating UV/Oj; to
alloy-42 plate for 5Si0.6, and (b)~(e) treating UV/O; to alloy-42 for

(b) 58i0.6, (c) 5Sil.1, (d) 5Si2.7, () 9Si0.6.
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12. %%«#hZ—ZlH A a3 A3 (CDCly e TMS e ppm) ool .42
13, B2 Z A MR oo 43
14. %%«% 32 '"Hmat k63 (CDCL; » TMS e ppm) oo 44
B 15. %Hu#ﬁ] SZATHPRIIE . 45
16, BB A Z AP HIE . . 46
17. *ﬁ"#hSzé;yM,wo .......................................................... 47
18. UEXEY | At R ABMAEZEHEDSCH. ... 48
B 19 AEFEM2 gt BEMABZHAEDSCHEH ... 49
B 20, RERMmInBtBEMBZEHEDSCHE. ... 50
21, AEZM 2~ X EAEDSCE....coov .51
B 22. %4 1 %1 DGEBA £ 160°C X8 R & » 7R ) B f] T 64 4 sh & 38
BB B e 52
B 23. E %4 2 $1 DGEBA £ 150°C X Bt R /& » 77K B B Fa] T a9 4 S 6% 638
BB B e .53
24. F %4 3 921 DGEBA 4 150°C R Bt R & » » R FI Rl T 89 4 b4 k3%
BB B ety e 54
B 25. E%4 1 % DGEBA £ 160°C X B R /& » it 1& 1608cm™ & PR £ 2 4
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SMERAETEABIRE ... .55

B 26. % %4 2 82 DGEBA £ 150°C B R & » 3t 34 1608cm™ A P42 & 2 4
%ﬁt BRI oo 56
B 27. 3 %4 3 $#2 DGEBA 4 150°C X B R J& » 3t 12 1608cm™ 2 py42 & > 45
'9#%7'0 BB o 57
B 28. FR4 LR AL EMASA 160°C BRI - 7oK Bl BRI F a4 4r
SMRFIEBEB o 58
B 29. BHM 2L REw FIRE RS 150°C BRI - R F R F 4 4r
SMRFERE ... 59
B 30. ZRY I R4 RSB AR 150°C BRI - 7K Bl e F e b
SPERATE BB ..o 60
B 31 FRA L EEe RIRE RAAS £ 160°C BRI - #120 1551 om™ &
BB IR R e 61
B 32. BR4 2 B4 8 B3R M £ 150°C REERME > 3L 1551 ecm™ & 9
BREZ A MRABERIBRE ..o 62
B 33. F R4 3 R4 RRE RAAS A 150°C RBRE 0 3 10 1551em” & X
BB Z AR R oo 63
B 34 FH4 44 130°C RBZ xS 3k 488 B (2% 1251em™ 2 942 ). 64
B 35. FAB 54 140°C REZ 4o sh gk 48 B (2 1251em™ A 42 #). 65
Bl 36. RAEEBMARABMBEERRBE TR BEZIESILE. ... 66
B 37 SWAMMEABERLERY 12 -3 BBIE > N Ea AL MY
IR ZE BRI Z B3 67
B 38. DGEBA E i 1~2-~3 ABALE > Nwdmp Nz Wi 2368 >
BB 68
Bl 39. ZERMAFON BRI R Z AR .69
40. BB 1 2H0 3BILBEABASZ DSC DM B oo 70
Bl 4l RRM 4 -5 R EMZ DSC DB oo 71
Bl 42. ZRM 1 -2 38 DGEBA SHEA M2 TMA Bloovveeooooeeeee 72
B 43 FRM]1-2h 3 BAWERNBEMEIBENZ TMAE ... 73
Bld4. ERMAF D B RAAMZ TMA B ... .14
45, BRY | AR AR EDZ FRBABE .. 75
Bl 46. BRM2 BB AMIE X B EDZ ABERAEE oo 76
Bl 47, ZRM I ORISR EMZ BERAPE oo 77
Bl 48. ZRMA - S mBAREOEMZ ABBAEE ..o .78
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1-1 A7

unf

HERCTTREDRE > £ FSRAHBERCOERAY
T HEMBELARAE P FVAER  AREBERBBAF
8 070 BP0 A B BT 2 R B0 LB AR TR — R H B M
# o

W HEHHEIATHERMAMATHER - REHEEEAR
BIRSCREZEANETFAY MEFIRUBBRMINHEK  BA
AEEHE S BURTE S REIME S IRES - BREE BN TRRFEREH
BAMAHEMHBERAOERRAE - AF KBRS RN BEAN
TEHURBMAENBEEZN AARUAEG O AN EER DK A
¥ BIEHEM > A EMA [CHEZFHE -



1-2 B B BE AR A8 9

B R o EEY S PV ARARAETE R RMRRE
(hetreocyclic)y & o-F ¥ M S #wat HB R4 » i T &2
BERE R THOEBM - AR ~ BN - RTREM &
NEEE R BE RO EZ AN MR RIFOBBMEET FE£I
ROMEATRAAIESAAEESST Y ARECHREZHRANE
KNER -

% 3 & Az (polyimide, f#i#% P1) > A4 A -R(CON-ZHZ A #
ENTFHE c  REEBBRAEARPA I TBRAGREARRT 55
ZH . AR R B ARTERAY -

WAMB DA SO E LA M ¥ Es (dianine monomer )
Fo4# g% BT ¥ 2 (dianhydride monomer)? &M ey q FHBEHl > &£
%om KGR T #ATRARME AR RS (Polyamic acid: ff 48 PAA)
#% > BrygEIEF K 0 BpATIE A SAKIL( thermal imidization )
K Au Al E 2 AR B Ao ACE] o BpAL Sk T MR AE AL AT 4R 6 ALK R
IERE » BP i3 R D AEAY - b BB A REAMFEIN R EMER - BF
85 e 3k 38 38 49 & (Glass Transition) -

PR DR SR M ERR S A SRR S
R REEILOMEGERSER S, FERMRZ B AL 1S
kRIS R DHMEETARY c  aNLETARMZ S FERR &
FHREHHRDCRESBMEZE L THE > A B & EMHE -
SLAEH R 0 4o#E 5 R T AEAR B X0 % B (Crosslinking Density) X &
MR R BN BREEELBEMHERENARR -

ENBTHM R DGR RAENEESCNREHBR T F 248
fo o IEELARERENRSER  ERZSBRN Tg BB AHHEHK
s ARE-



AR AR A B R T E 1908 4 - Bogert #v Renshaw & &
HR A-BEAHK =T & fo AS-BRRABRR_TFEREETS TRERESES
RETIG S EE-1950 #R TH LA TAB R REEBEREN 1 -
THHHRBMBHBARBHBENERARTE - £ 1960 #FKEAH &
MR DEBEANETFTELE -

335 B BE R T A 461t B8 (Passiviative Layer) &) % — B fR#
B oo —f& IC suiEriis A agsbibiE R — b R S8y il F —ALfE
A oleamBERErR2mELestilE  AEHKS » RSEMHER
HHASBRASRAVETOCHMLBEABHERES LWEAKESE
i bE A MBS RTHE RMARTUHA S, F£ 8 2R
MRGBEE LR AEHLEFRPAMBMA—RBEEZHRG S Y
FRAE BN > B4R BT NEERRAREEH ST
B THRAT L B ~ RBERBTHME -

R DA U EAR R (Flhe o R )ES KM
B HE R DAL AEBEMEAR DM SEE > ol RE %
R BERE EEAEHHFEINER BFEARM X B ARG E
B RGBENBD BHYOFLE—RITHAREFY . —AH
f& 71 (thermal stress)® — % A% f& /1 (intrinsic stress), AT#F%
HHESRE PRERBENRIRLAIINBRORER) BE AR
B e /49 65 P I B AY BR A U E B3I R BE 1 > AT ERE AR KA
BE AL 3t 2 7 508 B D EARRAE AR TAR T AT AR RRAE - B ATH A XK
TR REPR T B AR Pl AR R K S5 4830 69 BB AR AR
2 (17ppm/°C) » koAt #F &y Kapton MBE ;548 & h A e R dEa -
B B4 Sy B P48 i oY BB BR 14 ¥ > 2. S5ppn/°C

R [CREY  RTHLMIE - REE - ol FRE
B SRR MHBEEIL  AETHE S AOS  PHTR - AR
HRSHME  HHAEERARA -



1-3 I AHLRs 859

% A8t B5 (Epoxy Resin) 7346 — B 45 F+ 44 RE X HE UL &
WEBERTFTER-—ERFATFTHRH =B 2ZEA A (oxirane) &5
Bifs P LZARBAROEH - ARFOHBAM 0 69 550 % M4
MR BHELY REAGME - BEAMEEBEHRILBELT » THE=
KRR HRBE BB -

FHRACE B G GREER S BABASATE A R AEB T 5 K T 5
#fg (DA~ AD&E -~ (IDR S 8mE - (IV) % B #s -
(VD= A 64 ~ (VDA RBASIAGE S » Fldo © BYELSES -
(VIDE b e@ % - FEMBEOBICBFEEBISHRA > &858
IEHIEX M E AL REBE -

FEMIELSBRCABATHRIHN NLSANEAGLGER
- AU SRR CHHSAMENBRABIEZAE  Flhoo
FHBRAE G S FRELY ERBEFERIXERY B2
RIS RREEREE RIBFEK o

YTRAMBZEAKAE AT ER DGEBA - % FE&E/ HEMiEmT
DGEBA o F&#h+ 44 XEML  AMmAL RFMG#M » B A
aEAk > B EACLRBIMIAN > IR FHEARL  BEHELE
RIFOEEN - I TRBHBARAMELASEN A TESER
FEtk o

1966 # McGarry & Willner ® % A B A KM Kb & 65k &
¥%B (4 CTBN) F 20 3B 4185 - #1A K54 (~10 phr) & CTBN
BTRABBESHMEEZ S > ERRRESRBNGLE CsE > &
REZBLEM S > FURBRE  HIHRE - ety e THE - 1083
# Bucknal 'O # e Stk fe ey B B M 958 (PES) 3% &7 38 SU4H S -
Bk HEARLTHHEEH S PEL ~ PSF ~ PEK ~ PPO ~ LCP ~ PES
FREMZ S FREDBRAHSE > REDM B AMISORE MR
FEBEAMETABBEESB Y SR RLEEARISH R B M
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% 5 F40 3R FHHIE K3 R 55 A AL B RE -

Pearson & Yee " b ¥ #@#MHeIMIE » €REARBISEERS
AHAMOIBEERLK  BRAGEIALT MO AT AS
RMBEOVERR - ERABBRERHIELA&4T  HIHEHEANR
BEMBREMERMGER  EREAAHESBAERISHAAT e
SIBEHEHBRHBIS - HWEEBBA  —LAMIBERIMK > 8
MENEFEE, > AEABESHME TSRO EH - 54 Kinloch
ARARFIRACEE R EEHXBRE  FHRE L ifiAa F ey 4
-;;‘ﬁ% .

—RBICRZBTRARAMGERELS K MIXBFELMK - A48
Tg BB AHBIBEABE  E2LETRN L2 )
o T4ENIMZiEM - P FRABEEZZES > AHae Tg &
REMIBY —BEEEGMYE - Meeks FRERIEE » Ay Tg &8 > &
BIEEBRE 69 R A/ > 1B LR LIBE BB S A LB iB ey & -
B &R E AL/ AL RIaE RO EE -

BAMAE O X B R QB ELEMH  ERBGHH  HBEBR -
EHEAH Lk REHHRESHEAR - MET TR RES
BRAMA A MR TSR L SR LB LA S TRG A6 - FFORMT
U S AL B A S IR 60 S RS 0 SRR Bt As e
IR -



1-4 57 &%

—PAWEARE A EwENESESER - L FRARFRZIEKRS
TR 2. En FaZBHEFHRME S WAL SHEER 4 RS
2 T

FAIT G Ll 1.2 BN  BERYAKRGHERE » 3.4
MABERARYAEOILSBREZIERE - TAREY AR ZiE
PEELEEAE Ao LA BA - k& Pauling B A ERAl R FHAF T
REMEA 1.7 B A LEe4F AkehETHE (Bl) > BRER
BERSEEN TURBRBAYEREFLEATR  mEEBRETEHE
Z R TR A AYE - A A 455K)/mol - H4E AR C-C 4w
346KJ/mol > 82 C-0 4284 258K]/mol » da AR Bk sy S48 E L3RI IAEE
H b5y B ALk 8L 6% & e A8 T My f 42 b e AR 330
SEEFAEM O RMERAE LS FTABRRE IS TALFEISAERT
MH AN -  MBHERE T WA EBREELTFAL  sb—
B eseskay st BIBATRARY R Tg £ A —MELGR
Rl 2 RaomyrFEsPrieyzrmEaa(Si-0 4 0.64nm) » T E42
HREME FHAALH-

TR E — RS BTG TAEE - sRey % shf1de
HERHEBX T BB AL AR GRITE R EBBHR
5L RO MHEEGaR TR0 BT h e T4 8
PRk > By Taee$ B TR D ARSLBEH > FreeyRE » @
BN RS T iR A B (do B 1K) Fr R £ B K (vielding)
BT MBRAKBEANE(RARS)EERNAE > A AR
Bk o RARLE B HERTAGIRIUEE R b H F 5T
SPHGHEF ELEXHMERSNT aN S TaESH T2 R4
Bt — 25 %22 RE > BILTHRZEALIEH IR ZBERY -
BALEM B BB MAESF LBy TaEeES) > (2RI oy T4k
€S 0 FESRBEEEE - AR EREE W BK o



BARBEAESEIBOERAT €8 Hi(brittle) #sr3E o b—
SETTHRBGRREMEEREMEFRE  EREBEHEHHARL T
— B RENEEINEAHAHN BEAMOBRREEIVE - ARy
f(Polysiloxane)3g a2 » e H s FTH#E BmAALLE
SRR P ARG IR B BRI BB E M -

Fi AR B b S R — BB A RIFAHARZT M ~ WAALM ~ REF
B A~ B@&M - AR MR RARE A b agE o 3 B3R A
BRI LBRBRERAESN -



-0 R Eh#4:

AP R A TR HBRE o A Ay BB R D A AE 91 MXDA 1L
D' R BIRERF R L B e B R4 558 b5 20 8 38 S48
RS EN LA sk ey 5 T 448 ArtoAy BRABEYTE > Bt
BERHREN - RIGHBIETH - e R S EE 2% E - % 2e &%
BRER AT EE - FUEBIM C ALK REHME R4 REBE R
MBRBMEE - RIVBERLES THEE W ERBEFo IR EUBLAS 69 #T A
FHAER - HE TERBBMTLOAR  MEEIANTTHE
ok o

DAL A5 00 BT 0 450 Rook 4o S Aa AR 60 4 B AR 15 BB RE S 9 1
MXDA 24 1 : 1 EH LB REREERY 2% 3 BULE R4 B RRAL B
PR SR RMEAS B Rook Ak 4 B R D ERREAR AU A5 AR B AR 25 G
B 2B AN FIRAR D AE B B o AP R AL T A
ek B R T ERREAE A IR AR RIS A B ) R
W RS SBIE ENEA  UMAY FRITHLEE .

ATBESRT 28 RIC R ABS - 48 R0 69 IR AHASFo 7
¥R ey AMHAE DGEBA 5 R AR S E S R ER R B%L > BE
ARIF M 3% - EERMMENRY -

REBIIE S ARG EBREBHEAMDA X2 [ #3: 1 B H
bR RIERIFBM A F0 50 BAFO A R B Wbk X8R4
ERFRY ] AEREBERAOREMLR  BEREROMAEH -
HE - -TERBRHBENOAR  HEREANTFHEHH -



2-1 & R A K

KB R AR 69 B BI4k8E 8 Merck & Tedia 2 3) » B8 4A 2 F

PR A HIRBIBE R - —FRAFEAEEWN, N-Dinethylforamide )#v @
K(Toluene)3 o N EALSS BB B > KRB A H LB B3R5 -
Hi BB A B RIEHBERA -

REBATERGEL RS ERER  EEREE >3 5

Maleic Anhydride......ccoooviiininn . Merck

1, 3-Bis(aminopropyl )- tetramethyldlslloxane ....... . Lancaster
1, 10-Diaminodecane.............cooeeeiunvnieanan . TCI

1, 4-Diaminobutane...........ccveueeuniueenineeies . TCI
Allyl-2, 3-epoxy-propyl-ether...........ccooveviiiii... Merck
TetramethyldisiloXan€......cocoveeeneeieaiiins il . Lancaster
Platium-cyclovinyl-methylsiloxane complex 2-3%..UCT
m-Xylenediamine(MXDA) ..o Aldrich
Sodium Acetate. ..o . Merck
Acetic Anhydride........cooooeiiiiiiii i, .Aldrich

2 2 'fi.m'/\ UX{%

E A 4o b s AR (FT-IR) : 42 A Nicolet FT-IR Spectroscopy
520 » ##7 B & (resolution=lcm™) -
2. Mk £k A AR NMR) : 42 A Varian Unity 300MHz NMR - £ CDC1;
BB o AR B4 ppn o
3.t £ Vv #FH F i (Differential Scanning Calorimeter, DSC):
1& A Seiko DSC 5200 #! DSC -
4. # & 5 # # (Thermogravimetric Analyzer, TGA): 4& A Seiko
TGA/DTA 200 > Au#kig % 10°C/min °
b. fuf¥#: 4 A Chun Yen Testing Machine » 4 88 ASTM D882-83

B o



6. & % gk & (Dielectric Analyzer): 4& A DEA Du Pont
2970 A -

7. MR A& (TMA) © 4£ A TMA Du Pont 2940 #4 -

8. 3t & 3+ (Viscosity meter):4# A Brookfield RTV » od 3k 4& 7
B3R, o

2-3 B ey bk
2-3-1 & 1, 3-Bismaleimido-bispropyl-1, 1, 3, 3, ~tetramethy!-
disiloxane(])

#% maleic anhydride(4. 116g » 0. 042mol );&# DMF(10ml) & - 4
A~ KB TFEEHEA L 3-Bis(aminopropyl)-tetramethy!l
disiloxane (bg - 0.02mol) » £ £ B F RAE 5 /N8F4£ suw A Sodium
acetate(0. 43g)#v Acetic anhydride(4.16ml) » R BB % 80 B » &
Bl N BERBEREBANRG FEAKERE KR - B4R AgE
VB EARER 5 oGP 4RER A EA/Haxane = 1/8 v/v)iF3— &
& BB (& R 51% 2k 69 &) - H-NMR f» 'C-NMR ezt B 1 £ 2>
EEFMPH L] -

2-3-2 &% 1,10-Bismaleimidodecane(2) & 1,4-Bismaleimidobutane (3)

ik AR FiE$E4 0 B maleic anhydride(2. 984g - 0. 0304mol)
A% DMF (30ml) » £H A ~ KBS TFLEAA L 10-Dianinodecane
(2.498g * 0. 0145mol) = 1, 4-Diaminobutane(l. 278g » 0. 0145mol) -
L£EBFTRMES FE > s Sodium acetate 0.29g #» Acetic
anhydride 3.01ml - RBEE 80 & » RE 1 /N iE 4 R B IEREIN
FA5PiBIE LR KERBERER - B¥EHE 0 A FEKBBFTER 5
GEEEQRIHERYN A SI%R 55%) » b44 2 ~ 3 & 'H-NMR #v
BC-NMR st B 3 £ 6 E5Fmiok | AT -
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2-3-3 4 1, 3-bis-(3-(2, 3-epoxy-propoxy)-propyl)-1,1, 3, 3, -
tetramethyl-disiloxane(4)

B Allyl-2, 3-epoaypropylether(7. 3056g » 0. 064mol )& #>
toluene(20ml) » & f & F 24 Dean —starck % Ehus & ARk 24 /)
B - B EMRZE 80 B » &1\ A4IE#E Platiun-cyclovinyl-
methylsiloxane complex Fv Tetramethyldisiloxane(b. 656ml -
0.032mol) » RE 2 /[NeF14 845 U BEATHER v n 3P R
%% EA/Haxane = 1:10 v/v)#3 2] & &35 A 69 B8 (& & 75%) - 'H-NMR -
BC-NMRFo IR AMAE TE 9 EFHANE] -

1 : baEfx -

NMR Fo 13C—NMR 753\% :éfﬂ'v-l»

Monomer

'H-NMR spectra

BC-NMR spectra

1, 3-Bismaleimido-
bispropyl-1, 1, 3, 3, -
tetramethyldisiloxane
(CDC1, ~ ppm)

H,;=0. 011(s, 12H) -

H,0. 438(t, 4H) » Hy= 1. 546
(m, 4H) » H,=3. 466(t, 41) - Hs=
6. 661(s, 4H)

C,=0. 215 » C,=15. 307 »
C,=22. 547 » C,= 40. 713 »
C;=170. 887 » C,=134. 002

1,10-
Bismaleimidodecane
(CDC1, ~ TMS ~ ppm)

H, H,, H =1.262(m, 12H) »
H,=1.569 (m, 4H) >

H,=3. 502(t, 4H) -
H=6. 081 (s, 4H)

C,=29. 000 - C,=29. 292 »

C4=26. 655 » C4= 28. 476 -
Cs=37.886 » C;=170. 858

C=134. 002

1, 4-Bismaleimidobutane
(CDC1, ~ TMS ~ ppm)

H,=1.585(m, 4H) -
H,=3. 521 (m, 4H) -
H,=6. 689 (s, 4H)

C,=25. 766 » C,=37. 144 -
C,=170. 727 » C,=133. 886

1, 3-bis-(3-(2, 3-epoxy-
propoxy )-propyl)-

1,1, 3, 3, -tetramethyl-
disiloxane

(CDC1, ~ ppm)

H,=0. 032(s, 12H) + H,

=0. 466(t, 4H) » Hy= 1.565
(m, 4H) > H, =3. 660(m, 4H) -
H.=3. 699 (d, 2H) -
3.660(m, 2H) -

H=3. 130(m, 2H) »

H,=2.582 (m, 2H) ~

2. 765(m, 2H)

C,=0. 230 » C,=14. 200 -
C5=23. 450 » C,=T1. 406 -
Cs=74. 305 » Cg=50. 837 »
C;=44. 325

-11-



2-4 R ey e R
2-4-1 & A B B R L EERr o MXDA X 1:1 EFH LRI RO E R

Oligomer 1.....(1, 3-Bismaleimidobispropyl-1,1, 3, 3, -
tetramethyl-disiloxane/MXDA=1/1)

Oligomer 2...... (1, 10-Bismaleimidodecane/ MXDA=1/1)

Oligomer 3...... (1, 4-Bismaleimidobutane/ MXDA=1/1)

Lk AR Ak 0 2 Oligomer 2 A1) 0 BRi6S4 2 (2g
0.00601mol ):&»> 7 &% (5ml )2 &4 (10ml) ¥ - #% MXDA (0. 794ml >
0.0060Imol )& I MAREHR > REBBRE S0 E » RIE 2 /654 Rib
B4 BA ether A UK > BIEEFE XL EER - 'H-NVR Hv
IR AEm» 8 10 £ 15 -

2-4-2 & 1, 3-Bismaleimido-bispropyl-1, 1, 3, 3, -tetramethyl-
disiloxane $2 MXDA 5324 2:1 #v 3:1 Z H LB RGBT

Oligomer 4...... (1, 3-Bismaleimido-bispropyl-1, 1, 3, 3, -
Tetramethyl-disiloxane/ MXDA=2/1)

Oligomer H...... (1, 3-Bismaleimido-bispropyl-1,1, 3, 3, -
Tetramethyl-disiloxane/ MXDA=3/1)

Eii AR FEFEM > L 0ligomer 4 B - Bibb4m 1 (2g
0. 00489mol ):&# Acetone(15ml) ¥ » # MXDA (0. 3229ml > 0. 00244mol)
BIZBAREMT  REBE L) ERE 1 /N edEddRBIE - RE
BHAYEMBOR  BEAFPGEEH, IR ARMME L6 E LT

2-5 BERMmeyiH_E
B —

T ERFE ey KRE BB 4 - Bie TR E 89 Potassium
Biphthalate(KHP) $1 #0 ;% &y K A NAEHR P » iR46-7% B4 KOH ‘3% 1%
BAANBBHETELPER > HEERBEGREEAERANEE

-12-



SeBF BB R LB sk T e KON ERp<Ti2E & KOH sh TR »
3§ EE =

# HCl B R BINSEHR P > AN 88 K » B A S48 B &5 KOH
BmEHCL - ek Tk gmiE Aoy KOl 28T E & HCl 8
BE

TR =

#% phenol 35g ~ methanol 19ml Fv b ¥ #9357 #) Thymol Blue 42|
NEEFHRTF > BACARBES HCl BASMIR > CHehE&E %R
HEFRPER LRI c TR ARG E A HC] ERpTi0E &
FReARSVET N -

ROFERH] 2R 3yHEER

mol NH/g
Oligomer 1 0.00212
Oligomer 2 0. 00222
Oligomer 3 0.00234

2-6 L Hp Ak Loy Bk
2-6-1 % 4 Polymer 1 ( Oligomer 1 #2 DGEBA = %)
Polymer 2 ( Oligomer 2 #2 DGEBA = %)
Polymer 3 ( Oligomer 3 #t DGEBA 3 )

bR EE AR AR A4 | A 0ligomer 1 1% & & &) DGEBA

A7 DMF & » i fu3g R BINBAFEM BB B ik 160°C 148 F
RE 12 st - B o DNF 35 800 A -

-13-



2-6-2 B4&

Polymer 4 (Oligomer 1 2 1, 3-bis-(3-(2, 3-epoxy-propoxy)-
propyl)-1,1, 3, 3, -tetramethyl-disiloxane X &)

Polymer 5 (Oligomer 2 #2 1, 3-bis-(3-(2, 3-epoxy-propoxy)-
propyl)-1,1, 3, 3, ~tetramethyl-disiloxane & 5#)

Polymer 6 (Oligomer 3 #2 1, 3-bis-(3-(2, 3~epoxy-propoxy)-
propyl)-1,1, 3, 3, ~tetramethyl-disiloxane X )

ERB AR M RS 4 Ak > Oligomer | LEF F4)
1, 3-bis-(3-(2, 3-epoxy-propoxy)-propyl)-1, 1, 3, 3, ~tetramethyl-
disiloxane &7 DMF & iR Fu3g g B BN A FEHM T 9 5 5 K 160°C
Wi P o R 12/ eF3hdb - B85 DMF #8450 £ 4 -

2-6-3 %4 Polymer 7 ( Oligomer 4 iw# B B &
Polymer 8 ( Oligomer 5 Au#k B B4

LR B ERRAA R A4 T B 0 4% Oligomer 4 5% DMF ¥ -
BINAE A FEM T e % A 130°Crsa P » RAE 12 /NeF AL > [B) BF
DMF #2543 3002 A 4 -

-14-



HoN—-R—NH>
O
room temp.
5hrs
Y
Sodium acetate
Acetic anhydride
80°C,1hr
Y
@) O l
@N—R—N:‘j\ R= > 70
O O NN 2
/\/ 3
| o)
H—si—O——Ti—H + 2 [N O
_ Pt-complex
80°C,2hrs
O | | 0
\>\/O\/\/Ti_o_sl'\/\/o\/<l 4

-15-



o o NH,
\((”—R‘*";j + (57 Oligmer
% Acetone/Chloform

o} o NH,

50°C,2hrs

BMI : MXDA=1: 1 I
1 . .
R= ">~~~  Oligomer ]

AN Oligomer 2

N Oligomer 3

o o NH,

(/\( ] \, - Oligmer
T]/ N~ Ti—o_T'\/\/ N Acetone/Chloform
o} | o}

NH, 50°C,1hrs

BMI: MXDA = 2: 1 Oligomer 4
3:1 Oligomer 5

WAEL2  BRM 1D X EmRAAE
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(—)

Oligomer1 ——— cured DGEBA

Oligomer 2 _
Oligomer 3 " cured Si-epoxy

curing agents

Oligomer 1 Oligomer 2 Oligomer 3
DGEBA Polymer 1 Polymer 2 Polymer 3
Si-epoxy Polymer 4 Polymer 5 Polymer 6

g\oofLHoo o

n
DGEBA

(=)
8%}§8$g 2 1116? ~ crosslinked Polymers 7 & 8

mAE3 . BA W 1-8 2R
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BT 4
-1 BBMGE WS

3-1-1 #7 5 DSC %#7 .
AR A% b By A& DSC B3 - MBS X MR B KB &R
tEFMPE e

B 18 Th thERY | SRR R X BHME M 2
150-220°C » #] 87 % RAE 2 » B sLIR 160°C % 5 %4 | 84138 F 8B 60 58
ICAEAEBAE - B8 19 F0 20 TTIA K E R4 2 40 3 $138 FUHHAS R 85
X BAKHE R A 130-190°C » Bl 1R 160°C 5 K %4y 2 4o 3 8122 FUi
As 6 R ALAR A4 B A o

BE 2l TUERFERY 4 Fo S X EMMER] A 115-150°C  #
BT A R E# 0 B uby 31E 130°C ~ 140°C A ALk 4R & -

EHEmET > UERMELSE ERBEABIEYRARMBELE

%&&MEMM%ﬁkﬁﬁmﬁmT%% 85y FUkt B B4 A2 AL

BEABIS 0 R AR BB E LS8 AR E R BT B A ey 5 KK
B EH T 40°C -

& 31 B ER ABHAS R AR R

BRAKBEE

(°C)
Polymer 1 180. 2
Polymer 2 154.1
Polymer 3 160. 5
Polymer 4 203. 2
Polymer 5 163.0
Polymer 6 187.8
Polymer 7 128. 7
Polymer § 142. 6
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3-1-2 %y A& X B 4x Sh 4050 38

22 % 24 HF B 1~ 25 3 4 %1% DGEBA & K ) o5 1 F R A
83 FT-IR B » # A F3E Eshoc-—c =1608cm™ & M4AZE > 3R EZH 1 -
2 %o 3 %) 8 DGEBA B4 0 FJ B3 B R 948 5 + %1 2 B8] 25 - 26
Fo 27 o 48 3% B BT 05 T A 9 TR AR RS A S R S 3R FLIL ) B
o 91Tcn™ A RS M ol & 0 s 3400cm™ A& A A OF £ kA
32 BB 4T o

FI# A Z B 1~ 250 3 5 AR5 FHIE ABISRIE © 3R B
BRI F R A4y FTIR B3 %M 28~ 29 42 30 » Ruc-si=1251-cm™ % m
RE 3208 31 £ 33 ehia B > FREAL QRS 906cn A RS
B%’Feﬁﬁ]—FF% ’ jﬁﬂ’t‘: 34000111_1 /_{—Lti}i. OH ’ ,%{7']7;% iﬂﬁ'&ﬁé%ﬁ‘i o

ERFERY 340D BT PR EFH &@ > Kuc-si=1251-cm™! & K
A 1526 FTIR 488 @ 34 #2 35 & » 3 7 C=C ¢4 %% 1611cm’!
PRI Mk - AT A XBRBET - BMERHEC. D. Giulio'?
FAA 1984 FR YR DL LA E SR T8 82 MXDA R FE 8%
EHBRTPUBRARBETLBER > AWk S tbpleg R M C=C
LREBITERERE -

3-1-3 Bt R B ah 35 K %16 |

PRRERM] 23 ABRAFEFOREBISH GRS U
A ERMRBEAK B E BREEE  HARBEH Y TR TEE
HBEBEGILEN BB EREENE 36 - HBATRBRIE Ry m
DGEBA 3 8t R ME AL 6-8 #4874 693 B A RMANBIR A BT B R
R CEHBILRE R ZWREBO RS T MBERY R S5 BALeR
ABIE X R FE BSR4 12-18 548 -

WAFHAT T 0 REERY L 240 3 5 DOEBA % M58 5 4t
FIBF R A ko desan <o A kbt L ERyBAL A 1B
FHIETHREAEHAPA  EXHBEERLHEMA . 4 ARKE
s RaEdd o
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3-2 4 AL S T M A

3-2-1 /58 R
SRS RIFHOARB ER DR R B IE R L BERE  MATREH
BB ZREBEALBBER -

ERMEREHRRERIINK AL S BAAEHEBRE
C EERRSLMXDA X ] 1 EEWHIREFAAEARGERY ] -2 I TH
HEEER > EETEANBAME T, MAMDA X2 1 X3 1EH
EL B R EBFAT A B BB 4 Fo b B FRBENEAEERE]

BRI MANERERARERIINEK 6 BRERMRBAY
EMBFRBENEREED  BrXBRECEIBILRZERZHERSE
M BB B BRI

4 REWBERERRKER

Solvent |Oligmerl Oligmer2 Oligmer3 Oligmer4 Oligmerd
DMF Se S S [ [
DMSO S S S I I
DMAc S S S I I
THF S S S I I

Chloroform S S S I I

Toluene S I I I I

Methanol I® I I I I

n-Hexane I I [ I

Acetone S S S | [

2. Soluble
b . Insoluble

-20-



& 0: RRYAEAB Y EMERRLE R
Oligmer 1 Oligmer 2  Oligmer 3

DGEBA + + +
S1-Epoxy ++ + -
++, soluble at room temperature ; +, soluble on heating ;
-, insoluble

R 6: XBEMBERERRE

DMF | DMSO | DMAc | THF |CHC1,| Toluene |Methanol |n-Hexane
Polymer 1| - - - - - - - _
Polymer 2| - - - - - - - _
Polymer 3| - - - - - - - _

Polymer 4 - - - - - - - -

Polymer 5 - - - - - - - -

Polymer 6/ - - - - - - - -

Polymer 7| - - - - - - - -

Polymer 8 - - - - - - - -
+4, soluble at room temperature ; +, soluble on heating ;
+-,partial soluble ; -, insoluble

3-2-2 BB - & 69 A1

REKLEFUARZLE—R BALAATHRAIHERETENE
Z o WREBEAKSE R R ENERFPEMSE - EHN SOXHLET
HEREP > URAAEEERZR RUEHAETHA P RELHRE
UHERBE -

ERBEDHRB Y RERFIINER T BREBRLA I RRE
WD TR c RRMASHHRABERBRENORB S R 4L
82-90% - #2 DGEBA R B X B2 E ey BB % £ £ 95-97h - mFE R 4
Fod B BATREBRAEMAOBRB £ 4 99.2% -

21-



R TR ENORE S %

L al))
Polymer 1 97.08
Polymer 2 97. 65
Polymer 3 95. 80
Polymer 4 90. 48
Polymer 5 87.84
Polymer 6 82.18
Polymer 7 99. 20
Polymer 8 99. 20

3-2-3#%ME

AE B ASTM DI1002-72 F kB3 - AR A E 44 0 5 5]
A R HE AT 9 AR LA DMF b BN R R T REAR ERE S 3en’
BA Bk F RAE S BB A AL 0 BT AR - PRI RERE S
#1475 & (Lap shear strength) > B 37-39 & £B T3k % 7% 8 633K
#HR o BEHHESE -

RRERBTERY SwBRECNBERBEANTRRD 4 B R
SR EBE 0 BRRMER ARG HEA R EE BRE RN R R Y o B
REMREBRE - MERYBREHARBEAMBEIBERABEREKX
# 81 DGEBA X B4 9B E % E - HEMf T » RBRMEANSHF AN K
48 K75 o bE o

EHmE o RRHBCRAMEHAROREREH 862-

1734psi » S — A2 A 3 £ B42 2 (1000psi) » 12 RAKK IR A48t A5 56
2 #[(1500-5000psi # % 8 )Fo 1> % 2 &% Az 45 35 %) (1250-5250psi)

0.



(8 ERMBZAFEFHRARER

Adhesion(psi)
Polymer 1 1094. 13
Polymer 2 1178. 70
Polymer 3 1052. 58
Polymer 4 1525. 94
Polymer 5 1734. 31
Polymer 6 862.11
Polymer 7 417. 41
Polymer 8 768. 30

3-2-4 #ME 547 W43 # £ #H(DSC)
o RIARIR IR AR 5-10mg > & AR T s LA 10
Ceposhik A€ > M EHEB G 30C-350C > EHAN%K9 -

& B 40 Fv 41 8= R B ABHAG B A M 09 A A5 B L )
REROWBREBEANIBRBRE  ERY SRR EAMS
BRBBHBEANERRD A A REEMHIBEBEE -

HEIOLTEEER ML DGEBA KBt £ ey B @B 8 B AN H
S ANFEAMERBEENNBEBEET20°°C- B— 4706
oA 0 ZROEBEIRT EMABBRB IR » TR SRR
Fo b ) AR 45 AR A TR
&9 B EMEy DSC o dr R

wIB A% E E(C)
Polymer 1 73.9
Polymer 2 76. 7
Polymer 3 77.2
Polymer 4 47. 2
Polymer 5 49. 0
Polymer 6 58. 7
Polymer 7 5.3
Polymer 8 76. 4
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#E 5 #7(TGA)
DR FRER L B A B4R 5-10mg e £ B LA T URE N4 EH 10
Ceyhoshig 2R F > REHEH 30°C-750C -

ZIOBTTERYAREBEIHMAEMY I ESTIHBABEL
285-336°C> MmBE M 4405 B RS EMey 5%E EIE KB E 4 370-
380 °C -

Bk 10 5T F B E R 48 DGEBA X B4 ¢4 #4& & M AN B4
HWERIRBEEBIE R B LA BB TN EXWIA BB RS NUEE
BRBEANERM D B RAHNESTHRLDE - o Fiidf
T e A KRN AR RN R BRTH ARG ARR
T AR

% 10: AW TGA A& R

MEEFRRER VEEREABE| T00°C €244

E(°C) (°C) %5 &%)
Polymer 1 336. 2 367. 4 23. 99
Polymer 2 330. 6 258.9 16. 44
Polymer 3 285.4 346. 1 32.4
Polymer 4 311.9 347. 2 24. 75
Polymer 5 287.0 323. 2 12. 97
Polymer 6 296. 2 341. 7 31. 36
Polymer 7 374. 0 400. 4 31. 36
Polymer 8 382. 4 404. 2 23. 36

3-2-5 8 % #eh B R
DR EE  ARNTFAERKRTY  ATERATE
F DEA Du Pont 2970 # > x4 1Hz-10000Hz B =N % & -

W& 1l BrERYASH RSER QB I BE N EFHAN
# DGEBA R EMNERE » BRY 4 wBAIBE AN T FHAN
ERMOMBIMBANETE - Ry FEMEP T RBEEHNEY

24-



BN R B4 R A4 4R

ERATSBIAPHNEEHA 2030 21 > 52— 425F FUBHAS
SARICH I AW O 1T F B(28-4.6)F e BaBIE V(3.4 £ )
B ERAHET A E R -

1l XBAEMHONE S
1Hz 10Hz 100Hz  1000Hz 10000Hz
1 2.55 2.52 2.49 2. 46 2.19
2 2.06 2.05 2.04 2.04 1.99
Polymer 3 2.79 2.73 2.69 2.65 2.59
Polymer 4  2.77 2. 66 2.57 2.52 2. 40
Polymer 5 2.39 2. 32 2. 26 2.21 2. 14

6

7

8

Polymer
"~ Polymer

Polymer 3. 12 2.93 2. 80 2.71 2.70
Polymer 2.24 2.23 2.22 2.21 2.14
Polymer 2. 44 2.43 2.42 2. 40 2. 37

3-2-6 #hJ) AR 1% B 2 B3R
DR BAE ARG R KES 25mm, £ 4 4. 8mm > 24 TMA #+
B EA10°C/min: FR 5 E 30-200°C > 450145 42 BB 42-44 -

HEIBTERY A mRRELS B EDNOBBERGHANERY
D BB R AR A B RRAR > Ak N K
B AR O NN 2R R 8 R bE; T R R 8L DGEBA % 845 & 248 Ak 14
oo kR R s eyt NS R A Kbk o

ERARRAR S EMERIBESE R E AT BARG A 4595
m/m°C Z F] » 2 — A% &9 3% E#tBs(DGEBAY % ¢ 4 50-70 £ m/m°C) Fo
24 polysiloxanes 2 B 3% & #As (2 £ 60-100)48 € - 12 & H FH K

B AR A S ey R B AE IR TY(2. 6-50 £ m/m°C) -
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&AL - KB E o B R AR B

a (um/m°C)
Polymer 1 74. 4
Polymer 2 76. 0
Polymer 3 43. 4
Polymer 4 90. 8
Polymer 5 69. 6
Polymer 6 41.1
Polymer 7 94. 4
Polymer 8 90. 1

3-2-7 & BEAAE B R

45 ASTM D882-83 + 7% A hi & » AR ABHEEE b AR
MR BER A RE S0mn REED 5.0mmn &k Efrhreyiz & A
20mm/min » EBIEIET EAF 4 RN E 45-48 -

B & 13 BT R 8-y BUCIR B B X W44 69 48 3 (modulus)
781 DGEBA R HH & 0948 8 BREM A o B R BB AN ER
M1 0 Ho Bk X HE1E YL

B2 RN A A e 4 e B 2 (modulus) % 158-1368 MPa » 4o
i‘éﬁﬁé’]tt A& DGEBA""CY) g4 4 dhy 45 $.(2500-4000 MPa)Ao % > a6 A
(15)(23) &4 4 eh 42 2 (2300-T400MPa) & T 3 % © Z R aLI3REL 6 /& A 3%
B BRYASHWERBEBAS XL R N%EL8-35 ERdpm
DGEBA =X Bt 1% #9358 £ /£ 45-65 » 2 — 4% & 25 85 A (100- 14OMPa);Fni&
AT RS (70 MPa) Y48 b B R 2 -

-26-



# 13 1 REEMS FHBIRIEE
Max. Max. Modulus
Stress Strain (Mpa)
(Mpa) (%)
Polymer 1  44. 39 5. 38 937. 86
Polymer 2  50. 96 5. 80 650. 60
Polymer 3  65.17 4. 97 1368. 08
Polymer 4 13.72 3. 85 323. 40
Polymer 5 7. 84 10.16 158. 27
Polymer 6  34.59 4. 49 638. 96
Polymer 7  23.13 2. 40 1084. 86
Polymer 8  33.32 4. 98 632. 10
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m > \"\43: )5'%

1. R R RAE 45 05 Ronsbfosaog 48 694 5 A T 85 5% 92 MXDA
% 3 b R B EE > T AR 6 T R T SAAE A 3R RIS ey R AL E] -
EEMBEEAN—ZHRESTUAWBEBRERERNTE T - 2
RAGH L IER T RBRE  RBEBBEPRE TAMIARMGEH -

2. LE XM n EIba5 A5t At Asfo DGEBA 45 2| XA XM A
Mo XA MR RBER 0 RERYEICEH RS A
54 Fb 2 2% A ok dh A 2 (modulus) L& E B 484t DGEBA - M
F a8 it DGEBA k38 888K ~ af#dE ~ N T oMK E L
BN BRI SR RILRAHE -

3. AL E R BAEAE MDA 2R 2:1 F0 3:1 £ HHIR
oA M EEY TR - ARGEMEABNE B
B BTN ERE LENER AR ABEXBEAEY
IR BLIE R B RS IR AR AR S TRE LT R o
B IS EY -

4. REHRATBAEMMEE  BEIRGEA 45-95 Lm/m°c # —
BIBAMIASARE 0 HEAAK M ERE A 862-1734 psi Cix ) £4%
A N BERA 2 0-3. 1 31— FUHHAS I8 L & A B IR - 5%
T2 A BETiED 374-382°C EAHBBL R E AMMEE L
BRI -
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<< DBC »> Tempershxe Programs: Comments:
Outa Name:O10C 11MD IC] (Ch] Pminy fouc) ? tng
Detx SW11/10 18:42 1 28- 200 0 2 [T 3
Swwpin:  ©010Ct 1Mt T - 28 W0 0 08
7.74 mg
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o mg
3.000; 184.10
{4 @000
-
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{ 2000
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Length{MM) Area( MM2) Wwidth(MM). Thicknoaa(HM)
£9.000 9.11360 12.8000 0.71200

Test Time(SEC) Energy(KG-MM) Y. Modulus(KG/MM2)
22.592 7%.2610 93.1

P1l: . 20.0 KG p2: " 40.0 KG ) YS Ratio: 0.20 x

Load(KG) Stress(KG/MM2) Elongation{MM) Strain(x)

P1: 20.0 . 21. 2.030 3.44
P2t 40.0 43. 3.420 5.79
YyP: 40.4 A4, © -~ 3.440 5.83
YS: - L A2.2 46. 3.665% 6.21
Peak: 42.4 45. 3.675 ' 6.22
Break: 15.2 16. " 3.790 6.42
Load (Unit: 20.0KG)

..................................................

..............................
.....................

Eloncthion (Unit:- 9.400"5)
Length(MM) . Area( MM2) wWidth(MM) Thickness({ MM )
6.0 .000 » 7.723520 i 13.2000 0.58600

Test Time(SEC) Energy( KG-MM) Y.-Hodulua(kG/MMZj'

18.496 19.1580 "33.0
P1: 20.0 KG p2: '40.0 KG.  YS Ratio: . 0.20 %
Load(KG) Stress(KG/MM2) Elongation(MM)  Strain(x)
P1: 2.0 2. 0.395 : 0.65
p2: 5.2 6. 1.145° 1.90
YP: 5.2 6. © . 1.148 1.9Q
YS: 9.0 11. 2.240 3.73
peak: 10.0 Co2. T 2730 g.ig
Bresak: = 3.0 3. 3.115.. 4 . ‘
Load (Unit: - v?0.0KG).
: —
’ i . Elongation (Unkt: Ao.§OOHH)

W45, RR 1 RERBAE T A 2 Bt b W

~ns-



Length¢MM ) Aresa(MM2) = Width(MM) Thickness(MM)

60.000 5.65250 13.3000 .  0.42%00
Test Time(SEC) Epergy(KG-MM) Y. Madulus( KG/MM2 )

22.272 63.0420 96.5
P1: 20.0 KG P2: 40.0 KG YS Ratio: 0.20 %

Load(KG)  stress(Ke/MM2) Elongation(MM) Strain(x)

P1¢ 5.6 9. 1 0.590 0.98
P2: L 16.2 - 28. 1.785 2.92
Yp: 16.2 28. 1.755 2.92
YS: 30.4 . 53, 3.465 5.77
Peak: . 31.0 54. 3.720 6.20
Break: . 0.0 , 0. 3.740 6.23

Load (Unit: 20.0KG)

Length( MM) Area(MM2)  Width(MM)  Thickness(MM)
54.500 4.14700 13.0000 ° 0.31900

Test Time(SEC) Enevgy(KG-MM)." Y. Modulus(KG/MM2)

54 .656 27 .4940 19.5
P1: 20.0 KG P2: - 40.0 KG YS Ratio: 0.20 %
: Load( KG) Stress(KG/MM2). Elongation(MM) Strain(x)
P1: 1.4 3. 0.410 0.7%
p2: 2.6 6. . 1.218 2.22
YP: 2.6 6. 1.215 2.22
YS: 3.2 7. . 2,270 4.16
Peak: 3.8 0.9. 3.938 7.22
Break: 0.0 0. 9.105 16.70
Load (Unit: 20.0KG)
- - ——— - - " " T- - S_‘_ -
10 hagg; Elongation (Unit:. 1.000MM)
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Length(MM) Area(MM2) ~ ‘Width{MM) Thlck%sﬂ(ﬂﬂ)'
. 59 .500 6.15330 "12.9000 0.47700

Test Time(SEC) .Energy(KG-MM) Y. Modulus(KG/MM2)
- 21.120 - 79.0950 135.2

P1: 20..0 KG P2: 40.0 KG YS ‘Ratfo: 0.20 %

_:LoadiKG)' Stress(KG/MM2) Elongation({MM Strain(x)

P2 20.0 88, 3.480 8.2¢
YP: 40.0 , 65. 3.100 5.21
YS: .42.2 : 68. 3.375 5.67

" ‘Peak: 42.6 _ 69. . 3.440 - 5.78
Break: 22.8 - 37. 3.550 5.96

Load (Unlt‘:. . 20.0KG)

Elongation (Unit: 0.400MM)

Length(MM) Area(MM2)  Width(MM)  Thickness(MM)
£9.000 8.60600 13.0000 0.66200 '

Test Time{SEC) Energy(KG-MM) Y. Modulusl KG/MM2)

32.832 | 114.6420 62.8
P1: 20:.0 KG p2: 40.0 K& YS Ratio: 0.20 %

_ Load(KG) Stress(KG/MM2) Elongation(MM) Strain(s)
P1: . 5.0 5. 0.480. ‘0.81
p2: 13.2 15. 1.375 2.33
YP: 13.4 15. 1.385 2.34
Ys: - 26.0 30. 2.955 . 5.00
Peak: 30.2 35. - 3.950 6.69
Break: . 7.2 8. 5.515 9.34

Load (Unit: 20.0KG) -
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Length(MM) =~ Area(MM2)  Width(MM)  Thickness(MM)
60.000 . 3.21280 - 12.8000 0.25100

Test Time(SEC) Energy(KG-MM) Y. Modulus{KG/MM2)

19.776 ' 6.6330 . - 106.7 L
P1: 20.0 KG p2: - 40.0 KG YS Ratio: 10.20 X.
- LoadLKé) Stress(KG/MM2) Elongation{MM) = Strain(x)
P1: 0.8 . 2. 0.055. - 009
p2: - 1.4 4., .0.160 0.26
Ypr 1.4 4. .0.160 - 0.26
YS: "3.8. 11. 0.790 ' 1.31.
Peak: 7.4 23. 1.620 T 2.70
"Break: 3.4 10. 1.640 - 2.73
Load (unit: 20.0KG)
_ - s }i
Elongation (Unit: ~ 0.200MM)
Length{MM) Area(MM2) width(MM). Thickness(MM)
53.000 2.66250 - 12.5000 0.21300-°
Test Time(SEC) Energy(KG-MM) Y. Modulus(KG/MM2)
17.792 1 16.0710 66.3
p1: 20.0 KG P2: 40.0 KG Y$ Ratio: 0.20 %

Load(KG) Stress(KG/MM2) ~Elongation(MM)  Strain(x)

P1: . 1.6 - : 6. 0.350 0.66
p2: 3.8 14. 1.010 , 1.90 -
YP: 3.8 14. 1.010 1.90
YS: 9.2 ‘34 2.870 5.41
peak: '9.6 36. " 2.985 5.63
Break: 9.6 36. '2.995 . 5.65
Load (Unit: ’ -20.0KG)

Elaongation (Unit: §.3OQHH)
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(g B2 BT (BPDA-ODA) #%

.35 #| B p-phenylene diamine (PPD) 4 & & A% R 20 &
2 4% 4y 5 ( Na'-Montmorillonite ) & & # # % £
(PPD-MONT) - |
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EREAMRE 14% -
A 5 phr A #8050 £ 230°C A5k 248 BE 14 3 15 1%
2096 > 4£ 100°C 1% 1196 » BET 4 R 588N B BE
B TR K -

PR/ LR RE AR R DS AR
$Av o Hho5phr 9 F ME L AR SH AL 16 9% &
ho T phr 9% #%5 £ 232 45 KA 8 36 96 -

#Ao 2 phr # ODA-Mont 8 » 7k £ B % 75 5 &b &9
BPDA-ODA 1% 47 % -

=B R B8 (BTDA-ODA) 4 4

1.

2.

R F B 4,4'- oxydianiline (ODA) 4 &k A B Rk G %2

4% # & ( Na'-Montmorillonite ) & % # #% %5 +
(ODA-MONT) -

gd X- 44t R F &K EFBMBETEM) S # B E A

e BB BEERE/F L R RAAHH -

#aN 7 % % ODA-Mont # BTDA-ODA ¥ 8 » £ 474

B P i (in-plane) 2 #h % Ak th Bt 4 69 BTDA-ODA T [

30 % -

¥ K £ & ik £ (moisture absorption) ™ & * FHdw 3 %

ODA-Mont 85 » H 7K f, B % 78 #4669 BTDA-ODA %15,
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Abstract

The semi-crystalline polyimide (BPDA-ODA) /organoclay
nanocomposites and amorphous polyimide (BTDA-ODA)
/organoclay nanocomposites have been synthesized, and the
properties of these polyimide/organoclay nanocomposites were
investigated. The Na'-montmorillonite was intercalated with
p-phenylene diamine to form organoclay (PPD-Mont), and different
amount of organoclay in DMAc was mixed with polyamic acid
(BPDA-ODA) and was cast into films. The different amount of
ODA-Mont was mixed with polyamic acid (BTDA-ODA) and was
cast into films. Then, the polyimide/clay nanocomposites were
confirmed by X-ray diffraction analysis and transmission electron

microscopy (TEM).

These organoclay/poly(amic acid) films were subsequently
subject to thermal treatment for converting to polyimide/clay
nanocomposites. It was found that by dispersing a small amount of
organoclay in nanometer scale in the poly(amic acid) both the
imidization temperature and the imidization time can be reduced
through Fourier Transform Infrared analysis. In specific, the

imidization temperature was lowered by 50°C( 250°C versus 300°C)
and the imidization time at 250°C can be reduced to 2 min for

achieving a complete imidization. Using a first-order reaction to
model the imidization kinetics of poly(amic acid)/organoclay, a 20%

drop in activation energy for imidization of 7 phr BPDA-ODA/clay

I



nanocomposites was obtained as compared to the neat BPDA-ODA.

The thermal properties of these BPDA-ODA/clay
nanocomposites were promoted by the presence of silicate layers.
The thermal degradation temperature ( at 5% weight loss ) of 7 phr
BPDA-ODA/clay nanocomposites was 40°C higher than that of neat
BPDA-ODA(628Cversus 668°C). The degree of crystallinity of
7phr BPDA-ODA/clay nanocomposites was also reduced 65% by

the presence of silicate layers as compared to that of neat

BPDA-ODA.

The breakdown voltage of 3 phr BPDA-ODA/clay
nanocomposite showed a 14% increase as compared to that of neat
BPDA-ODA. The Young’s modulus of 5 phr BPDA-ODA/clay
nanocomposites was 16% higher than that of pure BPDA-ODA.

Moreover, the in-plane thermal expansion coefficient of
BPDA-ODA/PPD- Mont (5 phr) nanocomposites was reduced by
20% as compared to that of pure BPDA-ODA at 230°C. The
in-plane  coefficient of thermal expansion of these
ODA-Mont/BTDA-ODA nanocomposites was 30.9 ppm/°C, that
also decreased with the amount of ODA-Mont. It was reduced by

30% as compared to that of pure BTDA-ODA.

In moisture absorption, the percentage of pure BPDA-ODA
polyimide was 0.83%, and decreased with the amount of PPD-Mont.
The minimum value was 0.54% at 2 phr PPD-Mont, and reduced

v



about 35% as compared to that of pure BPDA-ODA. The percentage
of pure BTDA-ODA polyimide was 1.29%, and decreased with the
amount of ODA-Mont. The minimum value was 0.74% at 3 phr
ODA-Mont, and reduced about 43% as compared to that of pure
BTDA-ODA.



— %

WA R BERAER A B A RATe AT SR EMR R T A,
MEMAEBERLEMETFE L BFGH o Fe-FEidgs
AUBRLREHGERMHAEY RSB ERLEEF Y
K - METFAHOHEL - FEHRSG > EFOTHEHME
FRIFTnER  LBALHMERKEMBYEFLEMRE &
PR FEEIE R IE R BB EEICEETERT B Sl # -
AL ~ BN E ~ o ey R EEERE 0 R T MR KM e R E
a%[1] o

HAB BN ERANEFHREMH L ENAF &R
T E s B E 0 b 2 — 5 B R B B AR 0 — AR TR 3R AR A 4
4 i Bk 1% % ( Coefficient of Thermal Expansion, CTE ) #F#x &7 S5 414
BeBE&HikS  ARRAEEF L AEER  BAMKe CTE
AnEMELRN R BEREZRBALEREABER
$ AERUBTEE S ROBBEBEUARREBEOTVAET LS
BEMIEIL TR EZEEZ L RAM NGB RF > MBIKE
HRE -

%?:':

TF—

7
/L

~,

—aat st e A RALAEFAledis —KEE
BEXARE &S £ 2T 500C b TH B G BAANS T
FHARAS T  RALLEBHAE  BEHKRAARANEFR &K



HEMRRENAMNES > AL AT TR EETRSE 22 —RF
HeAt ok e wt kb AR R L SRR — gk -

B AHRAKERNE SRR £ R BEBEYRAERNE
EHAEF @ KA RIS DA E4 T AR MERAA
BT ol s BT 0 AL A — BB T R MR 5 A R 4
BAE > BEEABRHBABRRSOERREOAR > EFRD6H
A TFARSZAM B EEE > TRAEHORSHERR
TR 2B E o (2R R DR AT R A A M e B E
$ERAESEMG Y FELEEREGE  BEASESENK
2 RSB TFEAKERE - MERGEHY TLBME
g 2P MR XL REEA -

AR R b W AE S AR S T A R E R A5 R R
AL A TR H AR REE T RS R T
Aob o BRRRAENE T MR K o SAoM ¥ S HvaE R+
il AR REOER S L e BT R
o R AT AR MR R ARR 0 R
240 AR P TR R AR e A b A
W BT E A

5 FHE R A B R B L EHR
2 AR R RA 0 AR R R RN LA
HewpsER  REHHES>TFIEEINEE KA

2



o e RAARBRERENORDER L RAMRE  HEEES
Mate) s K#kAE » B E KA SHHOMBERRELEN -

BEIRBAREERYEHHAEZ —  EHET > L H A%+
&4 e ML T B AL A BB B BR AR B 0 L E EE A
MO TFHEBHEH MBXSSUBLARKEH  S—RBWE
B2k 10A £ Bap 2z MEZABRAURRLLRE BT
BTRESLE—A - NEHMNE AL LEBAR RS
B 1-1 Aror > BB SiO, @ kE—F ALO; \N@E » R+
A2 1000Ax1000Ax10A & K ik 544 2 B A 18 4 BE A% 3L 0 &
SEERAME B R R EGENES LALLM
T AR AT TP R M AR A R RK G IR 0 ] 05 T 4R & Ad
P R IRE -

& % 4 464 ¥ (Nanocomposites ) — 38 & &% 1982~1983 4 R
& Roy & Komarneni & £ R4 A h ey #1440 ANa s L+ 2
Y- ARe R KANEZ K (Nanometer) #E a948 444 B
SRR MM A S HARRE AR 1 nm~100 nm 2 [ #4844
W o

A 1987 4 B & Toyota A EH R T o ERAMELT AR
FE 5% 2 2k & (alkylammonium) A # 4 F 3 L 2 sy B8 B R K
i (galleries) fs] &9 1% 8% - » i 47 8 -F KX #(ionic exchange cations)Hx /X,
L NX 8T 0 Wik A # o T & A(intercalated) sy &% B8 & = & AR
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Bl R AEAMAMGR L REREYHBBRE R BRAB AN
Z A #3b L (organoclay) * AERA MY TERTREARBORE > 4o
BLAF T RRR S RARLEZ O TAM N Z ot diig it
1 7 i & A A (intercalated) 2 B2 & A (exfoliated) 2 %5 + (clay)/ & 4
+(polymer) 7% 5K 48 441 #}(nanocomposites) - 1990 4 B A& 5 2 (Ube)
HE X &A% U4 A B #ENylon) 2 ¥ £ (monomer) » T, K & A
(w-caprolactam) * X E Na-ZH Mo R AR LE > BTN
B R 6 R AL L (clay)/ R AE(Nylon) 2 K 4 &4kt B H
ey RAEAR LL » H 4% oy 48 8t (flexural modulus)# fo—4Z 24 M #h,
% 758 & (heat distortion temperature) ® 3% 4a 80 C¥'1Y» pp— % A
G H R A — A& 1E 42 & #(inorganic)/ A # (organic) & 2 F 4 4
M BIEEE 0 o s BEROSWERTETHINRIEL
# T E R B (exfoliated) 2 25 5k R~ 5 #4805 TR Bh R A RAEZ
R+ZRM~ RABERME &2 TH Rz X Bt
MRFREL/HTFERBEEHHEFTHZEBHRREERY
ERAEM o

B HAToyota R HE R TSN 1993 £ 84 F— B L/RAES
REEHHE  REAERA R MEARTEA TS, FAMZ
L/ EBYTRAEEHH LR /B MR (epoxy) P 2 £
/% Bz & F 8% B5 (polyurethane, PU) "% 45 + /% & w5 (polypropylene)
G022 . 2 + /% = & B (polyimide) P52 |« 5 1/ % £ %
(polystyrene) 271 « z1 ¥ /4 ¥ = F &% ¢ & (poly(ethylene



terephthalate), PET) ®*1 & #5 + /Poly(ethylene oxide) P4 3% 38 & 4+ #4
FE-AENIL ARXMARAAEAETRE(-NH, )2 -8
( p-phenylenediamine (PPD)#, 4,4 " -oxydianiline (ODA)# & Na'-%
NG AE R B R # % £ (organoclay) » B 8LE FAE R A B D AR
(pyromellitic dianhydride—4,4 " -oxydianiline (PMDA-ODA)3, 4,4~
-benzophenone tetracarboxylic dianhydride — 4,4 ~ -oxydianiline
(BTDA-ODA)) A7 B2 4 (precursor) % &% ik & (poly(amic acid), PAA)
ST R L/ BB R OR A otk B EERRACIETY AR
HE/BEHERRAEGHH R THARIE LY RGNS
EaRR AL BB oML R H R B8R # T (A
Pt~ MBCRABRAHE) REMHETRARBEGBE -

s

RAESHHETEHABRBT X EBM I HESS T
Mo ERBBRT A HARAR  —KAEFERD T HE
WARBRAEAE > BibdofTH B ERY AL HEDS S THHE
ToORBEMHBEELNRA - BHERMBAZT T F P OH
BIRRERT AERET XXX LAMHERDOHM
KRECEARST ik -

RIEAFLARKEHR & B# R 10A £4 R#
RZEFEZEARFRANERALBEFehseTorELE—R  BH
AT RBO ST > RAKWBEAMRT RS E - kB 2K

WHL 0 LIARURRE R R s BERGFTAZUNEREBA
BELREMBAMEBLER AR BEITREORE - A AEHEY

5



EE N FRABEHIBEAFLREAREMN » MV RERESH
Ho AREAMBHERYASH, FHEBOEHREANRLES
il AR B0 &4 1~5 wt %> 3aE K B4R T4 64 &t 2y
M LTSS

— T B F/A R KSR AR T a0

(1) BB ARG (2) BBRAE (3) Gttt (4) ERY
BwEME (5) KERE (6) RAREBES - Bk AREEH
BeP hu A R AR KEAMH  FETUARE R BT A
Bh > PHETHABSEIARTEETERZAEIHER > @
FPEEEGFME -

B RABSIEEARARMEAGEGRT LSy TEM
BN ATRSEBRE LAEH S FRZEGREN LR
HELBTHRY  EABLABRATKMED GRS HAERRE
Bl ARG, TFHRES AMEEEIHBLAOEHRTS
Bob— 4 % B a B A MARE LR AR EREAR
AR

SR ARKEH 0 BRR 2 MRS M AR (gallery)
MR REBS TR LY 2 24 = 8 (L B 2-2 A7)

(1) 1& 44 544+ (Conventional Composites )



Fh L RIS R S & 0 M L aggregates Z 7 5
NERETTFE  HHFERLIZMAFRROELE XA X
AR STAS EL &bty TR A dF — b > {2 7 — 3R AL H VT AE
bty R A M A E o A Xray 4785 RER M E ISR Y B
B4k B AT B E B A <001>% & peak £ 4 0 H d-spacing
SNEE LA R R

(2) AR 2 k4 444 (Intercalated Nanocomposites )

EWRTEBWE 127 BLERREBNFALRRER
Mo RRARMEERERESMHR S Sy TRTEANR IR
MoMASsFRELMzaL ANETRERESGHHBERS -
B X-ray o785 0 B A% $ )% P 3B B R A4 B 48 GatE o P BT 1A
#2825 A <001>4 & peak & 4 » H d-spacing A7 H #%s L &4 & R
I8k o

(3) BB A & k48 444 (Exfoliated Nanocomposites )

EHMRTEBRwE 1-2(b) Aim  HLEKLEHBLEZETR
Sak mARBRGENAEEY T ANTL8BRHEE
MAL IR % o B4 Xeray 4785 B 2B 88 3 & oy AR R R
BB M 0 FRIAAE<001>% & peak A4 - H B4R MIESRL
& X-ray 5 #4540 > 684 A TEM R 547 -

AkEyFHEAMBOREEHBMES EERRT YA E
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F oo Mk BARREE B RISR I #17 Ao 30~40% & 4 T AT Rk
35 e e S SRR 0 AR & FAAMRET 10%2°F
WA R TR A 0 B A AR G R R e R e 2 1% 3%
iR B AR HERERAE > 2RE TRAMHOXI S
35 &M e 4~10 4% o £ Nylon 6 / clay 2 KR &## &6 » &
42%% L 0 B8 1% R mBATRANBMBECEwE R 21.6%
T s o 30% 4 3 38 4 4 7 Nylon 6 F pro% R 9 a8 &4 H R &
1% A0 B PR AT A e B B ok B 5.0% MAMET X 445 -

BT AM A S BREE A e RIL® B RRRA > B
ARt —AAMEEANT R - RERA R HER
AR~ M TR RIS SRS e B RS HH S%UT |
S B Wk R R A B AT R AT B BB R AERBEM
b A 1% ho B PR A6 A HGE E 4 B RS R 540 £
£ & o 45l4e Nylon 6/ clay 2k #A##HC i 4.2%e56 £ K
B 1% ho B AR S e At BUR B 2 20.7°C 5 @ Fin 30%8) S M4
B IR S AR A AR BB 1% h B AR A SRR A 4.43
C oA E T S 42 o BT E B RASHREM AR
WL 612 L A A M R EREY  RRBRENER

%@ (Polyimide) w96 MR RT e e LA 5
% v B I B AT — BB A = BR A AR MR R AR R B ER AR Y
grEe4y (Precursor) % && Az (Polyamic Acid) BRARERE
Mpr o M REERAERET L THHGSTEORE
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Bafk o B &5Ak® (Polyamic Acid) T3k &y hudh RAL LA (BEEL
&F ~ Pyridine) ALK T B8R - B85 BMAE A BRI
(Imidization) » B A4 b4t k€ A RIEF 62 > HLB Al
AEBEBRA Mk  FHMGERT BB R > EHEK
BB E » RbbRE e/ EAESMH RERR &M
A BRI S FRAME A ~ BIERER - MBEER
GEAE  BAFKISGHRILRERE AU IRHEEwE
FehyE & -

MATRENRBESS £HBH G F/A LR FELTHZM
ROBRETHREEHBIMEZARLS F > LR — AR ZE8EE
(PMDA-ODA) /s 2 &k AMM e 8t ARANAESZ 5 T/3
IR AR 2R PR ERERET R LA WARLA R
%% 8 i B (PMDA-ODA) 2. 5 8 B AL 38 B B 45 48 20 8 A b 2 B R 3
>R 87 0 88 43 4 FAFH & & SCI#aF] £ 2
BB A4 SR M E B 5 AR R AR R R R
( PMDA-ODA ) /%6 £ 2 3k & M 69 1 s 7T AR R 32 86 A%
(PMDA-ODA)Z B Bk 44 #03E  50%(FE A7 -F @ 2 BB AR R )X
32 % 3 AR (B A B0 A 2.5 1) 3858 &0 SCL 7] £ @Y

AHEAM-FE > TEEHANFARRRA RS TR BB/
£ £ AR S E MR ARG AR/RE £ R RS MR AT AR X
TEAN (x-y FaR)yhEANF@EES @ 2z F @) BBRE
$HERBEAGHEZRHRLIAEZIHE - AT ALK
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HREMHERNETFHELTIAR At EE £ ET R FE
WEAZEEECARAREEL SRIL L2 R EHBER
(BPDA-ODA) & ¥ & & B G 8Eik/ A A £ 2k A4k P&
SbF & SRR/ A M R RSt - A s
BaMaot 0L RESMBZ X L ¥FE X Flamiz e
B E BB ERRAB I U I L AR BRI E R 2
&R
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2.1 skt it

(1) =—3%p& (diamine) :@ 4,4'-oxydianiline (54 ODA) -
( 99% » TCI )

H2N©—O—©NH2
(2) =848 (dianhydride) :

3,3',4,4',-biphenyl tetracarboxylic dianhydride ( #§#% BPDA ) -
( 99.5% » Chriskev )

O 6]
i i
\¢ o’
l I
0. O.

3,37, 4,4 -benzophenone tetracarboxylic dianhydride ( f§ #%
BTDA) » (99.5 % - Chriskev)

SO

o O

\(|:| e
O

11



(3) $: % (clay): Na'-montmorillonite ; SWy-1 ; CEC = 76.4
meq/100g ( Source Clay Minerals Repository, 101 Geological
Science Building, Univ. of Missouri, Columbia ,MO 65211)
Mo - Si0; 1 62.9% ; ALOs : 19.6% ; TiO, : 0.092% ; Fe,0; :
3.35% ; FeO : 0.32% ; MnO : 0.006% ; MgO : 3.05% ; CaO :
1.68% ; Na,O : 1.53% ; K,0 : 0.53% ; P,Os : 0.049% ; S :
0.05% ;F:0.111%

(4) #&A#E (intercalating agent) :
p-phenylene diamine ( f§#% PPD )+ ( 97% - Janssen Chmica )

H N NH,

4,4'- oxydianiline (4% ODA) - ( 99% > TCI )

HzNQ_O'QNHz

(5) ##| (solvent) : N,N-dimethylacetamide ( f§#% DMAc) >
( 99.95% > Tedia ) CH;CON (CHj3) »

(6) ;BE&fs (Hydrochloric Acid) , conc.HCl (32N » OSAKA )

(7) #H&E&48 (Silver Nitrate) » AgNO3 (99.8% > SHOWA )

12



22 AR E
(1) X K44t (X-ray diffractometer, XRD )
Material Analysis and Characterization MI18XHF
(2) #& 541, (Thermogravimetric Analyzer, TGA )
Du Pont Instrument TGA 2950

(3) 4 £ 4#7eh K 451 (Differential Scanning Calorimeter,
DSC)

Du Pont Instrument DSC 2910
(4) i ¥ginuasrgiitto’k ( FTIR )
Nicolet PROTEGE-460
(5) #t s> 4% (Thermomechanical Analyzer, TMA )
Du Pont Instrument TMA 2940
(6) fHhH 1 4%
HUNG TA Instrument Model-HT-8116
(7) 1EBAERBA

13



231 I L E MG

23.1.1 BPDA-ODA % %

(1) #5820 .64 245% 56 A 800 ml #y7KF BIZIEH 1 ]8>
£ 55 £ £ K T R B o

(2) 4% 1.89ml ¢y;Ee & (conc. HCl) A 200ml K¢ > &
AaA 1.65 %, 84 p-phenylene diamine ( f§#% PPD ) #§# £ PPD
AR o

(3) # (2) mmmIA (1) By > BIZIEH | oy EF L
ZHRBEAK

(4> 7J(/5E /Igﬁ X Eiﬁdiu 0.1 N AgNO3 (Ej l{-ﬁté é’ﬂ/’t/ﬂx
EAE AL

(5) HkkhiBESl 2z HEE L BN TOCH A NS 24 /) B o
(6) &3I4k e A # 5 £ UUBR4KIES » AAA 325 mesh & &

4B ERBP T o

14



#4435+ (PPD-MONT) ¥ #He9R 4o F °

H,N (CgHy) NH,+2HCl <« > H,N' (C¢Hy) NH; +2C1°

Na'-MONT+H:;N" (CiH,) NH,* + » H;N"(CgHy) NH;"-MONT +Na'

2.3.1.2 BTDA-ODA % 4

(1) T 10g Na*-% 4545 5 A 800 ml 2 4 8 Tk it B 20 5% 1
B 436 £ K P 38 A o

(2) # 1.89 g z & Bk (HCIE A 200 ml 2 k& F 7K » Hhon
1.83 g 2 4,4 -oxydianiline (ODA)&| ZL#§ 3% £ ODA %25 #-

(3) $E()EREINQ)BER T B ZURH 1 /1o 4235 £ 8 ODA
wATE TR HREX&T -

—>

H,N-R-NH, +2HCl <«— ‘H3;N-R-NH;" + 2Cl°

Na'-MONT + ‘“H;N-R-NH3" <> "H;N-R-NH;'-MONT -+ Na”

EF R A (CHa):O

(4) 85 EERKABEZE I AgNO; BRETHERKRBGE
B Bk o

15



(5) %% Eif & 4> 100 'C & = xtbtk BB B s, ODA-Mont 4
#EE L o

HMEEEHGREB L TAHT

WA KT

< FAB| +EEBE 4K B E AR

\ 4
B 1y

l

BRI

Fa sk Bk 0.IN BEL4R
l HE  BAEARAEL

c
¥

#

K

A B

FE AL

16



232 R BB/ LR R SMHZRA
2.3.2.1 BPDA-ODA % #

(1) FERA=ZoREH > AFET LARET #H 3.0 ey =
#¥ 8% (diamine ) ODA Ao 29.64 % 8575 %] DMAc » {8 A #&3¢
g R TEER -

(2) “#bhon 441 # &) —B:E& (dianhydride) BPDA » 4 45 48
HEZFRATDER  HREZSEA 20 wt %E K6 Kk

A B

(3)  »%4%0.074-0.222-0.371+0.519 %, &9 % #% %5 £ PPD-MONT
sen 19.95 #.85 DMAc ¢ » 3¢ 8 /oF » E H35 5 o3
DMAc ¥ -

(4) #5534 DMAc v WA BB LR FR  BABRSESR 20
Wittty T B BE B /R P 0 HEE 12 /185 0 (R A MR & LR BB
BAESRA  REMAEASESL 13 wt% ARELEEAH
1,3,5,7phr (H#4fL+EF : EMEE =1:100 ) &R
B A% BR/ A % FE LR AR

(5) 45 % BERRBE/H AR L 12 R A A B o 8 B 4 R 71 B &)
FXAEIBIR LR 0 ERNATRA 30°C ~ 24 /o0 AR

RE &R -

17



(6) A#BEIEES T > # A 100°C ~ 150°C ~ 200°C ~ 300°C ~ 350
Co 355 1 eieh B s B R/ A RS LR R o
BB 0 AR K 26 A B/ A5 L AR AR o

Dianhydride (BPDA) +Diamine (ODA) & i REGAZEL
BEBpBRAHERE  HARAEEGBEOREwE 2-1 (a)
pr 7 -

2.3.2.2 BTDA-ODA % 4

(1) £EBF ERAZGEMEBUELR > 4 0.0147 mole #5 ODA
BN 24.62 gt DMAc ¥ # ODA ® &A% F o i 0.015
mole &) BTDA oA » & % BTDA £ 2 AM%  #EHH 1)
B MRSk Z REERRRIER(BI2EA24 % ) -

(2)82.0.078~0.156~0.233+0.389 #v 0.545 g % 4 # %5 £ (ODA-Mont)
AR EIA 1620 g 2 DMAc ¥ > i3 12 /NBF o

(3)#& ki3 4 587 DMAc ¢ 2 ODA-Mont #Fu(1) ¥ 2 PAA %
TR SN M RMEMELEA 6% AR LEE
BBl 123 5480 7wt % ZHA#3 L/ REBRET KA
E#tHtE o

18



(4) % W BRAE 8%/ 4 55 R A AT R 31 71 46 0 5 X fE 3 5
AR E BB BN A E B 30°C 2 24 N BE AT KSR 5 00 H -

(5) £#BIEEL P > #1B 100°C ~ 150°C ~ 200°C ~ 300°C -~ 350
C#FE 1 DA BRER  BREBRE/AEE L LRI
ALK R B ERAR/EE LA M H -

Dianhydride (BPDA ) +Diamine (ODA) X 4 &k %R &ahzEL
BEamBBKHERRE  HBAREEHEEGREXwE 2-1 (b)
By 5% o

2.4 4B R R B A
(1) X-ray ge4¢ 41 (XRD)

ERERSOKV » R 250mA » éAfe F 4 Xray > S H4E
& % (Nifilter) » sA4F8%i% % 4°/ min > eS8 % 20 =3°~10°#%
47 Xeray 44t o7 0 & Xeray a4t B 3% peak 894 B (20)° » 47
AL PR LR RIIEEE > OB RN B NS L &R
R BHERAFT L oM R REERN/E EHE A 0 & Xray
SEE P peak 9H K ART > A ARFLER BT HE
o L BT R B R KA SMA

19



(2) m&Epz b2 R & (FTIR)

B#®E (KBr) % @ Al A& 24 (i 6000 rpm 30 )
WA R SRR /R LR AR AR EARE  ENE TP
30°C » 24 /NEEARIRIEBIL > HARSHA—BEEE T (tbivskik
BT 42 %7 FTIR ) &R > #4504 150C ~ 250°C Aok i 4T 3
BEREAERME » A In-situ FTIR B2 ey 7 K » Bfa s osERlEg—k -
Hoh o BN G RIEE AR A 300C B IFE 3 TR
3| %4 B EEREAE 24 FTIR 8] & 4547 FTIR A3 B + peak #9358 & -
jhpb 3 4o D EEARALEYAZE > B b RARRILE EHEE R QM4
TR EEBARILR B S o

(3) #hE&EHE &k n# (TGA)

kst (5~10mg) B4 TGA ¥+ » £ L ARK T £ 20°C/min
Hyhodhik o Aok B] 200C iR BREEBRAHNEZE
BB A Ao #hik & 20°C/min & 30°CAv#k & 900°C AT R » 458
FERAHBEMMAE - & TGA b B THEARAEE -

(4) MmEHwKX#nn»H (DSC)

R 3mg S ENDSCHER T UEGHIEASE S
(reference) > £ R AIRET » A BE £ A 20C/min > & 40°C #u
#E 500°C B FHSHRARNER > Hd DSC #h & B TEREK
eIk shibm & Tg (glass transition temperature ) ~ & %5 Tm

20



( melting point) & ¥ & #AHm (heat of melting ) °
(5) #AZRRMEE 54 (TMA)

d A S B R B 25mm K 4mm 89 K 0 B ORI R A
7um~10pm > 5% % B 4o B 2-2(a )i & B 2+ 4 A 8] & # B¢ in-plane
B IE AL B0 IR 4T AR S BN EH L (B 2-2(b) ATR)
2 0.08N 44 > £ B AR T > FHiBk % 5C/min» 4 30C s 2
450°C » M EHRTHEEESSIL dREGICHBENMAE -
ST 43 5] S4B B Y B IR A8 TF R KR A S E e TR

(6) b E B

BH S EAE 25mm & Smm & K0 0 BE A 7Tum~10um 2
P SABE A H AT B R AP KB > B PR A 2 mm/min 0 &K
&5 A 04 kg o BB 5y B4 (Modulus) ~ 4 & F
(Elongation ) ~ 344 3% & (Tensile Strength )

(7) RBME 5

48 8 4 2 4h 49 BPDA-ODA & PPD-Mont/BPDA-ODA £ 4k
41 BTDA-ODA & ODA-MontBTDA-ODA % 4 A-# 4 B > 5
BRATA 160 Ttk 48 NFEAE > BHEDLEA2 Co
FERE B 85 % MHMEBIERKE N 0 & T2 1L 0 KRS G

21



g Ry R A BB LR o L/ R S S LE A%
B RIBMBE -
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3 PRI/ FE LB MM s MR ZIER
301 LA EZ XRDE£F

AEBBERAGI LA NS ZHNG  RLH G R KEEE R R
Mg BRRRGHET > ArATd X AestETH R EIESE - &
#7 XRD %47 40 8] 3-1 A/~ 4 20 ="7.56° % — k% K84 peak & 4 -
1£20=876° BlH — /| peak £4 > BT E/F4 Na' RN 5
BB P3E#E (d-spacing) X84 11.7A > MmA I EELR KEH
BETARMEEEA 101A-

4& & & A | p-phenylene diamine (PPD) i#: A%:+ /& R H &
%2 1% P38 894 #4255 £ (PPD-Mont) #&d XRD %-#f 40 [ 3-1
FRRAE 20 =644 K —i Rty peak A4 - HAaH ey B MRS
13.7A © oA L& R340 kA B T35 LB MBS R 2.0 ~3.6 A
2 [ 3 B & XRD B & & A #4: L &) peak B K459 % &) peak X
ATRINBTHBRARENE YR LR HERLEHRIER - M
AR AR RISEAE S AR IR B3 A e sk TR B AR A Na 45
BB R RN T o GRM AN TSR R M
HARFE] 5 T RAE Ao ANBRAR B K] Na' B8 F 2 4% > dy > e A B PPD
SF KR Aei#est (rigid) PRAAEHIERA R MsESE Y AR R
MIZEBEIRIF — & » BEULTFB R0 B FsEdEin F A ME L
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EHNE L YT HAEZ S TAM T AN -
3.1.2 MR RR BL/%6 LA & H Mt 2 XRD &%

B B R L /3L AR A4k ey XRD o #r 4w B 3-2 Ao 0 B 3-2(a)
# BPDA-ODA R Eafsfsdmn 1 ~3-5-~Tphr ey A4 £ H A2
0=3°~10° 6436 B %4 H peak £ 4 > £ 20=3~10FAaH
J& P 968 (d-spacing) % 29.4A~8.8A > %%kt £ BPDA-ODA &
B AkEE T TR B A KRB EN M AR/ LR KBS
i o

B 3-2 (b) & BTDA-ODA R EmE/f LB HEARZ
ODA-Mont % # % £ # XRD 5 # B » & RE~E ODA B H#H A
# £ + ODA-Mont £ 260=5.9" # —f&¥%Z X-ray & L4408 H R it
7k L 2 BB E B 6 (001) 4 S Em AT BRRYY  RATH B S @R

(d-spacing) % 1.5 nm » jb& R 84| A PPD & % Na*-Mont %4 A7 7 &,
2z PPD-Mont # #%: + & /8 MsEstaif - £ RABREEL/2 LA MM
g4k 2 H & » BIDA-ODA % 8Bk 84/56 + 4 449 BPDA-ODA &6
BRER/FE £ A S — 0 A2 20=3~10°6 E R E M E & peak & & -
RT3 & BTDA-ODA B EGER:EE ¥ T AEE 2| &R &2 A &)
N2 0 % BTDA-ODA %8Rz 8E/55 L 2 RARSH A o -

313 RBEE/A IR ARGMZER
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%148 BPDA-ODA X a&%R:%4/3s £Fv BTDA-ODA X &G Ak 8%/
BEIHEOMHECBTHMEILRES  HARREERE/FLESH
Ho AR X kg od o A& RwE 33 (a)~(b) AT - B 3-3

(a) % BPDA-ODA X fBzEs/35 4864448 XRD B » 87 %
Ao 1~3~5 phr th A #3516 0 ARAF R0 R BRRE/FE LA 644
BHEA20=3~10° 893 B MER2H peak A4 > AT AKE LA
RO TY TAREH KRN REE  AREHKR/S LR KA
SbtH e Mdhe Tphr ey H B £ £ 20=736° Fpeak B4 1 &
EHRERAOMHE > LAa BB MESA 1204 lbA R L
BB RIgESE 13.7A B/ Btk Na' $45mas e R e 11.7A
Ao BERTHRNRSOARE LA TBRILBET 0 RABIFH
WL B RISERE G B AARIEB MR TR BARERILE
Ay Na " £45mc B HEREX 22 RFANHBRERBEESHH

B 3-3(b) 75~ & BTDA-ODA % 3 6 #i/35 £ 48 44k 2 XRD
SAE BT 123 5507 phrth A B LA R AR
Bapn/st LA AME R A 20=310° 84§ B N4RZ A peak & 4% -
A TH#E L& BTDA-ODA R ZaGAE ¥ 7T A 2| oKk &) 53k
#2 5 » & BTDA-ODA % 3 85 i%/35 £ & KA & H# -

bt #5 BPDA-ODA % 5 & ji/35 £ 40 BTDA-ODA % 2 8 A%k /35 +
BAOMBBmALZ X LEHshE  FRAEARBLINGER
Tphr # » £ BTDA-ODA % H &g infeiE &k o # > M4
BPDA-ODA % 25 &% & 8] <47 > £ T4 &£ #» BTDA-ODA H 28k
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Bt JE4s Bk f BPDA-ODA R S F&&ESY THM 3
BAMESNS TN T Bttt 0 AT BARRIE R ERARAL S
f2 0% 0 [ A M B P o0 SR 6 78 B 4B R L 8 B IR AS TR B B B
By FiassMuh & Mgy FENAERMEEZR M
*%ﬁ&%BHM&DAK&%%%%%%&%&%n%&%E%
BRALEE o B E MR T ERFE S FREZALERRG M
o RMEN MRS BERMEMME  nEBRYHKE
B REREGBRRG  MERGEMPAARI LS TN
AoBkis B A BAEA o FRAE 4 &2 BPDA-ODA R 32 8&AZ/3E £ 4%
ASH 4 Tphr H#E LA mER £ X k%4 E A peak 24
i 3E 4 B 4 2z BTDA-ODA % 25 & B /56 1 48 &M #H4£ Tphr A # %
TR EEE o B X LB S peak EA 0 ATz M S LT
Bz EYTFAEBRE HEBFRENTE -

Bl 3-4 FF A% Aof #4455 & 2phr & Sphr 2 B RABZFE
XEFEMSERE BYETLRGAAMBLZIYBBR(HA
Inm) > B PR TR KBER 2 N REBEBET i £y BE B
B 2 J& $1/8 B4R IE 4 4~15nm R 4 b R AN H HPE LR AN
A R R AT Z AV L B B R (£ 40 1.5nm) e B P SERE - Lo ER B R
Bl FHEFANEBZ AR SR EGEEFIT 2R
zZ A @A -
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3.1.4 75| 2 e

B D ERAR G A R AR R A B DMAc #ATERELSE X
B R AT R RO R EREEE 0 BEd wBRKHER B R
DERRE 0 A B ARRILBAE VISR L S RAT 0 MR AR RS
PEHIEZEINFRAN P HRBERRASR A EBENGER » ftd
B LB RS RBYGE  AHNEH Y FHENFLERM -

mEERL G2 T LB E FiE% 350C > ma# (DMAc) ¢
A 166C RibgaalEgure AARBE P HERZTT
o TaNBE  EFRACELEANFLIERNG S, T4 X%
AR FAARMIESREEE REANIHLEREESRE -
MBEEINERBRO TN TARRLOAwEAS N CHER
€ FHEE - & h LR R/ LE 54K XRD B (B 3-2
(a)) R B BEEAE/F: LM AM M6 XRD B (B 3-3(2)) TAE
IR AR/ LA A4 ey XRD Bl 4344 peak A4 » BATH A
ZHRBEMK S MAREEER/F LB GG XRD B > Fofw 1~
3-5phr &5 #3 L3984 peak A4 » § A EEF 7 phr 5 A
peak & & °

A B2 B M T R B 3-5 28 3-7 5% 0 B 3-5- B 3-6
3-7 B R EERERL/E AR A M A b ik B4 KBr B E Lo
2 %148 150°C ~ 200°C ~ 250°C Aok 4T ALK B R RE » PR AL 89 B
D EEAE/BE LA AHHZ XRD B - s ZMAE TAEE 0 £ 150C Ao
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gt 45 L XRD 54574 4 peak & 4 M e 250°C fo#i ik 694k &
A XRD #7814 peak A4 > TR E AEB G HIAL 150C AL
B bt 150C hn#h KRN BB B GLAEB T  LBAFERA D
F it 458 AL 250C i Bisaie sy R R BB B HERZ D
FieH MmBHF LR WBRAZHHREREESHH -

3.1.5 A4t % e

FA AR LA e R BB A% (BPDA-ODA) /%: £
SHHz XRD B (B 3-3 (a)) #1844 KBr 8 h LA eI R
TR/ AR AMAZ XRD B (B 3-7) # peak A MM ER
sb ¥ B AR B S peak L B4 260 =7.36° f e KBr
BE FE S peak L EA 20=646° & 638 LB HE&EA
Wik HARiT 0 &7 KBr B A FigfrRaiLERpR g s s T
B Y ELARBARLE N B LB HEMRILBRRA X
B R4 -

323 ¥ EEEAR L AE R

B 3-8 Zhe) I D REARAL R DEEARIL AR £ 200°C 3= &6 AR 1L
5 min ~ 30 min ~ 60 min 2 FTIR % %8 - B ¥ 740 cm™ & % Z 86 8%
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cyclic imide ring (C=0) &) &% » 7T & B ¥ & & k§ ¥ R fE o] 3%
ho r BRYOEIE ARG o B 3-9 Ao Sphr FEE L REGAREL
200°C # 8Bz 1b 49 FTIR 358 - 8218 3-8 b4 740 cm™' &%
W i 3 FE BA BA ML EL 82 3% o

5 ARk T & FTIR #9& 4% 740 cm™  ( bending of the cyclic
imide ring C=O) + 1380 cm™  (stretching of the imide ring C—N)
1720 cm’! ( stretching of the asymmetric C=0 ) & 1780 cm’

( stretching of the asymmetric C=0) 4#72°%, 1720 cm™ % § % 7
anhydride AR R EEAEE L o BBz P A A 9 G T3 > £ 740
cm! SR AR E AALBRMEE DM B %25 H DMAc
HFHERD - BATHRBRGEEZROBE  FR X EREL
4 A 1014 cm™  (aromatic vibration) £ & PAZ & & o

o B AL AZ A S Ak T
Prc (%) =[ (A7o/Aro1a) 1c / (Az40/A1014) 300c 1X100 %

J-'-ft‘ ‘1’ PT’C% TOC ﬁéﬁﬂ%bﬁlﬁﬁ /77\$ ’ A740 7?“ A1014 ’}}“5‘]#]‘5{1
Taapk A FTIR 6258 & 740 cm™ #0 1014 cm™ Bk & a9 3R B » 24
300°C ZEEARAL 3 /NFE A T R EEARILIRE o

B 3-10 28 3-14 A5 AR A EAHE L REEAENR/ LA
A B4 150°C ~ 170°C ~ 200°C ~ 230°C & 250°C =z = B& Az 1L
2E HEBETAHABRERERITESMKRIALRE MEAKEL
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A g 0 DEBEILEEMSS  BATHEIAABICZAEREL
kR o & | T84k Sphr ey F# 5 L& 1S0CTHhsb ey
B ll AR REILAR w64 % 0 MEZBENRS > ZHBRILE
B At th sl A%V 5 Ao S phr e F s £ 4 250C - ZERARILAR
R H 36 % > b 4ok M L ey HNMRE B EERRILe) H
MEAR B d Lo imT B REEMERICEE -

H B 3-14 TA 4 250Cehey RERREEE A 15 5882 K Rl
fedg B G ALAB N 38 5 Fido 3 phr A # R Loy REGEER £ 10 o4
#% B AR REAL AR B G LA T8 Fde 5 phr A 35 1 69 W AR R BR
Ji 5 p4Etk BT AR AR AL AR B SHEARN 38 A he T phr A # 36 £ &)
BEGRREEE 2 DAL E DERILEEZIERAAN FE TR
AR IR TR SEELZEZS  HABHEILHRE
RELERBHBER -

BB rAEC R ARG R R BERLHS N ERE
N— B BE » kA —BRR SN L BB DERLRE > —
BREUFH A EFEXTHATAKNET

-In (1-p) =kt

FXEpASHEILRERLE KARBRERH t HRMBIFH
4t BB R BE B A4 R B4 B 4 M 1 o) AR RE ER/35 1AL A MM
z-n (1-p) HEHAER B 3-15 28 3-19 x> dB P TA &
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MEBREMMWERBEREFTHAS b BEARB LS EY
WhBEREBREFHTIEZN 0 FERELLEBEAR LI
HME LA BN R ER R ok 2 5] - B PR RE AL
R 6 — @R » 354 B A MK B 3% R AL RE 47 8 T
BHE 3-20 Ve &% (a) BHERERA R R MR EILIR
FEHEHE (b) L hk s (a) THEHBERAR TSR 0 B
R B BAR RAENER -

AR ¥ Arrhenius R J& ik % K :
k=Aexp (-Ea/RT)

Xk Bik R ¥E » A% pre-exponential factor » Ea 4 /& 1LAE
TAHARHEE (K) RAAMFH - FLXB%ERA nk=InA
—Ea/RT» A Ink # 1000/T B 4o 8 3-21 piow > T4 R EF
7&1b#t Ea » & #, 8E4% pre-exponential factor » 3+ E A5 X 4w & 2
Fr 3| e

A Ea A ML S BB 4o B 3-22 Aiow  BEE A B3
B es i RIEMEILIIEZ A& » AL H Ao S phr 248
FALAE B R ABARK > EACAE LA R AR KT 17% - B
b E A A LR E S 3 phr ¥ AoE] 5 phr 8% 0 EILAE KA
g B EL 4 5 phr 3% 4o %] 7 phr 85 K 0 p£ 75 B 4 5 phr A #3699 R &
MAEAZRESHH  BLAREERENS KRR

31



AR LRME S ARBEME - A AN REGARERETHR
KB RHE -

33 % Z#EAE (BPDA-ODA) /35 £ &R EH M A #MEH

4h oY IR 25 BR AR RO 3R R AE/FE X AR A A2 TGA 547 4o B 3-23
B s A SHEBRANBELRARRBEE > & TGA B Ly
WAL RERBREIINE SO R EREL AR E S 629
°C » #spe 1 phr ~3phr~ Sphr ~7phred FHEFE L LA RAEB A
4812 635°C ~ 646°C ~ 651°C ~ 668°C » s hu 5 phr 89 4 #56 + H &t
HEBEREY 23CAL R TRABRTAHEEZARLELEE
B e o Hoat s AR 0 B AR AR BN RS &
BARLEE  BRmEAS  AHOAREL RS L
AWML AL DHBEAN TER S RAG I RS TRE
DBARSER  BAFLWREFHRE A FRXIRLE
sk eE R SHRLIEBRRERBEREA > BRBATKESH
HHNa SRS EE Y -

3.4 B maEkE (BPDA-ODA) /B L&k o2& HME
B 3-24 Aty R SR AS AR IR BRI MER
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Ao (DSC) B> B P TRRABREIE XA BRI LS
B o 0 4 SIS AR BE AU BT A R L e e € MR gR
RoMEaEEY ERR A4 T8 (BPDA-ODA) K%
S THAEASSEN  $REEE To  Z0TaeH0%
Q¥ FRANBET] MR hoh BB LT RE KA MRS 2L
RREBETHEREERY 55 FRGAZLENE
Ml &BEB T BRI Te sbiF & o F4R 6945 Stk B 4638 o
BB EIBE Te s HoF4¢ BB 83 @RAHEFEIT
ERALEHLIBREBOTFLECEZT Yy TROBHHELER
o BAN s S0 FRELBELELEK TR ERELKENT
F&o

& DSC Bl ¥ T 547 Tg & ~ %58 Tm A5 &% AHm » 2405 B
FOMAIFRHERIINER 4 BEARBLEGENEN Tm €5
M THOREK  ARZE R Tphr 9 #MF 265> £ Tm T &
TOC  BERAAFLERAAEZN TSR RBRNE HN G o T4
HEMIEEE K FFERETROKE -

F DSC ¥ #7458 ¢4 Tg BEEILR K » Fho 5 phr 69 A #Fs £
Tg R3h 3CAL » R FHABLOIWHNRS Tg ¥ HR
X 8 TMA Fil B 5l e & Raa 2485 » B A& TMA 2 552 #
BB LET—BE a4 AR EARTHEIL o T4
ERAEE ERGES > LHARE LG RN Tg R4 H
¥
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BRAR ORI BERRBERR AT BN REBET SRS
Wit MBERRARGSLSFHLEEER BRLEFRZHENESY
Y5 Bk # 42 % 1t (normalization ) » 5| ko s Av 5 phr A # %6 69 3 B &6
B P RAT IS B B B PR R 0.95 BB A R AIEFH o T4 KI5
s Rs o BEREFTHEZF AR LS ENN 0 BaEAE
ATEREATRAOEE HmSphr FRELHREHKALL S
B8 1K 62% -

3.5 B makpr (BPDA-ODA) /35 2 kB A4MBZa3R TR

B 3-25 ¥ 8w 4h ) BRBEEREZ 5 E E B (Breakdown
Voltage) % 183.6(kV/mm) > Al P4 R R EE Ak F B ) 8 3R E
BEEAMIMLLENHAMB W v §ARBELTEN v
% lphr 85 > R M ER A 197(kV/mm) ; @ § ARELE
g3 M E 3phr 85 - AR M ERERSGHE - A
208.6(kV/mm) » 4t R EBEA S I HEETRMEARS
14% o

MR ARG TN AR EREAMNENA
BeiER S AMmMZAKE LS EA Sphr > &2
192.4(KV/mm);: @ &k mz A #E 4 F4H Tphr 1
I ERMEZE 172.8(KV/mm)- b #h 69 T 2% 88 Bk 4 B B 4K
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ML RET MEXIARBLOWMARTINRS RE
MRz IR ERA B RERAMANMZABRBE LA ER NI
zAERo#H AWEBBERMOMEALZ-FEFMIELZRE
plER z Ak ok MEAKEBLEESES E Tphr £ Al X M
bbb o) MG A S XA ERMGER > LT EEAKE
1A EM A FHREIN REEENZ SR ERETE &
AN Z BB 3-3 Aor) BB MR ESRHKE
RliEn 4 EH+ nm QEE > RERRIHBEZIHIRE
RAGAE GG REEER T K -

3.6 B &k (BPDA-ODA) /3t £ &k Ak X AR E

B 3-26 Behth R A R MR/ LESMHAERE R
BrRl g2 477 % & (in-plane) &9 %G >  dE FT
EFHALEBETEEABE LS ENE I EAWKARSA
TRABE GG RETRBREEGEAMHRG S TE
Mo BN HRRE ARG BXREAR LRSS A KB
%% (125ppm/ C) -

MEEAMBLIEREGEAN PEIEREIH &0 T
SEAREREERN > EHHLHE o TR LERS

e Ra 0 RHGESM G HLAMRAREHR LEXE
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T L AN ERRAEEGHEERR  MERBEN
Jo o BAGBEAB T EMBEMK » Bk 5 7L S0CHA 5 phr
by 45 M AR 1 T bbb el B T AR AR 2 B AR R SUE R 10% 5 & 230
“CiiAu 5 phr 894 #4236 £ R T B4R 4 20% £ 4 » 45 % i 2 & 69 5Uf%
waEEe 242 EHNERALAETHEREYFAR BARRE
TEGTEEASE 0 LA SBEBIRE S AWKARAFT
AE e -

i 200°C & 230°CB% » w1 phr 697 #36 £ A AR B %
{848 JE tb 4% 5 phr ®] 7 phr &9 & 1& B A ER B Ao 7phr 895
B LA DEBETEAEHNEEERASH 0 B BEAR
BE A% S 6 2 R R R A B 0 W b e AR B R AR A MR B R IR
PR AE G A RARME -

& TMA Bl & 457 547 sk 35 168 Tg > B 3-27 A% B Jo
3mnﬁ%%i%%ﬁm%%i%%ﬁ%#ﬂzTMA@’%ﬁﬁ
ok BB E 0 2L 0.08N &4 Bl RN L %5 R &
R 69 R T2 3 o 0 ¥ B ARIE 250°C M LB MR
W RaEmaFaAsdenEs  ATRELE Tg!!» @& &
TMA B 54 i3e Tg sk S+ MEARBELEE é’Ji*f'iJuf- Tg
T RS2 3% 0 Aodw S phr 9 HEE L TRF Tg ﬁé/]u 32C A
sheh B SRR 10% 0 & sb & R BT AR R B 1 & w
Foe NG LB AR > AN R R S Ta0EY
b THRES Tg & RENTRMRGHGLERAHY
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3.7 % = 8aRk (BPDA-ODA) /36 £ 2 KA 64 FH AL B

£ 6 &R AR /R LA A MR AR R e B R B 3-28 A%
ho R 4B 2 A A Loy T D ARRE/BE £ 5 KA AR 25 KR
( Young’s modulus) B4 B > 449 BPDA-ODA % 2 & ik 4 B 6445
KALECH 315 kg/mm” > mfshe | phr HHF L2 5 B8/ £ 45
A A A 2 A5 KA # A 320 kg/mm’; @ kv 3 phr 456 £ 2 K
B/ RE & KA AR 2 KA $ A 344 kg/mm’ > Hho T 9
96 ; Ahu 5 phr A s £ 2 B35 MR AE/B £ & KA AR 245 K
$t % 385 kg/mm? > e T 16 % MdAe Tphr H 4% £ 2 R 5
Bi/Bb XA A MR 245 KA #E A 410 kg/mm” » $UR ok o % 35 8RR
BRLHE ho 36 96 BT & BRI A M L e 38A o A KA S
ZRE 0 RO E B Ao 309658 4k 4 A AR B B AR e K
RoBRTABBLAREREAMN T REREIEH LKA
o BN ARBELRREMASH) TR MBEDHEEN HL
YR 133 0 Lt R @A AT B HRREE
WRIEBRRGER

B 3-29 ASWAE S EX AR LOREHA/F LR AR
HSMHHZRERNEAMGE > @B 330 A5 ARASEZI AR L
B R ERAE/FE X Bk A M 2 kR GALBGE - b B 3-29 40
B 3-30 BAT b RERMGEA T & > ARBLOSOBER
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X THRARGHEPELA VI ARBLEAFAEINEZARR
ik b Eaay s R ARAEA -

3.8 & m&EAk (BPDA-ODA) /2K #EAMHZRAEAMNE

B 3-31 Fis. %) 4 44 BPDA-ODA & & ] 48 rt, PPD-Mont/
BPDA-ODA 2 3£ 4 A # ¥ 2 7K £, % ik % (moisture absorption) ° [
4 857 0 449 BPDA-ODA 4 25 C - ABHRE A 85 % &R E T
BA 0 4 T2 A ZKRA R E A 083 % 5 MR PPD-Mont
g RIAKRBRKETEZTHE  §Hm2 % PPD-Mont
B5 > KA B ENREERIK 0.54 % » #sheh BPDA-ODA 1%
735 % ; M4 kE PPD-Mont 844 8 3¥% hutd > HAR R B E TR M
k& 2 1% #7 5% Ao o 3£, 75 B BPDA-ODA % S8 S 2 KRB FE X
AHENABEAGZYEBRASHABERBEERBIRAER
FHRLRERFHER -

ENR DA T AND (2 % )XH AL BEB
F BB EE KRR AN RS ZRAKE > MEART KR
# A BPDA-ODA # B/ 2F » # 4% %8¢ 2 PPD-Mont/BPDA-ODA
 AFAAOMHEKABRKETYE  MERE S HE R
RECHEARAGLYBRBRSEN N EAYHBREASZL
Bk H AR AKF AN &4 %4 2 PPD-Mont/BPDA-ODA %
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a4

REAEMHZAKABRKEXEEF LS EHE MR

39 B #aAE (BTDA-ODA) /35 £ &R MM Z B AN F

AE R A #E £ 2 ODA-Mont/BTDA-ODA % X 4 4 #
¥ 4 50 ~ 250 °C Rz P47 ¥ B @ (in-plane) &y - 34 14 25  Bk
1% L (coefficients of thermal expansion, CTE)4& 7 [B] 3-32 - 8- 469
BTDA-ODA 4T ¥ B -F @ &) BB Bk b #4439 ppm/C > Mg
ODA-Mont 4 ¥ &3¢ pu » H-FAT B -F & &9 BB AR A BUR R #1E
ZBER > ESHm1 % 2 ODA-Mont 8% » 47 % f2 F &( in-plane )
By AR A BE R E 389 ppm/C > &4k BTDA-ODA 4% 11
% » Mg ODA-Mont &% 7 % 85 » BIDA-ODA = 47 4B -F
& 64 B Bk 14 SR K E 309 ppr/C » &4kt BTDA-ODA 1K
730% ; b RINET > £ BTDA-ODA Z A M AARAIhEH
ODA-Mont 8§ » B4 88 BA MR H P47 4 B -7 | &) B AR 1R 3L o

310 B EERr (BTDA-ODA) /Z 2B AoM 2 RAEME

B 3-33 AT %) A 4 85 BTDA-ODA & K ) #48 5, ODA-Mont/
BTDA-ODA 2 3k 48 A-# # 2 /K £ & J& & (moisture absorption) °
d 857 0 #4649 BTDA-ODA 4225 C » #B¥RE A 85 % &hlEAmlE
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RAETY 0 48 T2 SR Z KRR ES 129 % 0 HARBRKY
BPDA-ODA Z K £ &k % % ; Mk ODA-Mont 48 &3¢ jo > RIH
KEBWENREZ TR €5 3 % ODA-Mont B » H K RAEHK
EREEREIK 074 % - #x4hey BTDA-ODA AT 43 % © @ik
K ODA-Mont &4 &3 wef » HAKRBME IR ™ E X & #H
u o $L3%, % 4v BPDA-ODA #afit » & B BTDA-ODA # %2 & i 4 %
2KABRESHSHN AR RO ZYBBR A OARMERER
£ BZBAERFHEARERFHER -

ENROHEART RV E(3 % )XARE N BAM
(RSB R KAARRE AN KRG Z%kKE > AR T KR
i A BTDA-ODA # 8 2f » ¥ % %44 2 ODA-Mont/BTDA-ODA
AREAOMBHKXARKETR > MERMESOH MK L
EEoHEiSAGIyBRBRAEN N EAPHRBRASZ
o Kk % AR H K FUE R 0 #4858 2 ODA-Mont/BTDA-ODA %
RAEAOMHZKAREKEIMBLSENHEMORS
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w8 H

KR8 4 B R EM 2 PPD-Mont fv ODA-Mont 2 % # %k
+o B BAERFEEEZ R E (BPDA-ODA) k4 2
MR 8GR 8L (BTDA-ODA ) #2725 #%| DMAc ¥ iR 6 k. B 86 A% 5% /%6
EERBEEHM  EdiwBBKMRREN R R EEE/F L5k
HEMH Lo RS EEGLEMNE ~ S E - AR
B RBMEREBERZ M -

1. BPDA-ODA 4 #

#1 XRD 747 #45 £ 35K AAE| PPD K R4 06 B 3
BEiEE 2~3.6A £ AANREBREES Y TMGEN > BAREA
KA A 4 54k o M A XRD #2 TEM o 47 R 22 86 /35 £ AL 641
# > ZAv 1 phr~ 3 phr & 5 phr 2 R #8884 (BPDA-ODA) /35 £ &
REAMHERER R RS TH -

MG REER /B AL A MM R B AR/ O H X
XRD 447 » BB HNY R Z A OHH O BERA bk
4% 7 phr F#3s 2 REGAeesE B A PIARTERERE S
B WA 7 phr A H 5 £ 2 T 5 ERAEAE A HHR  IE 80 A

- X

B X 4 bR A (FTIR) A% B o 47 R R Bz 8) /1 % » BA
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TEMBIHRBREE TEECAEABIAER  FEIRKR

PR MBS ERS RERB PR CRAEAS  MAE
B AEAL R RE IR B @38 o Hido 7 phr B #E LT R RABREER X S0 B
BRALTEALRE R4 2090 0 L BAEM R T 2 ML R BT E B A
50C -

. FI8 Ak M E(TGA) - #8a7 » Fhe 7 phr HH#F L2 8
SERR/FE LA REAOMBREEREEEZIBARBBERSY 40
OC °

12 #4557 (DSC) 247 BT » e Tphr A % £ 2 R 35 8k Ag/
FrESEKREOMH S ER DML REFIK 65%  BER TR 6
C -

% Ao 3phr A Lel A8 ER A 208.6(kV/mm)
B TR oEEASIHEBERARS 14%

£ TMA 54 P87 R B EaN/3 2 2 kA6 RAE SRR
B B 1 B 6164 18 B LEAEIRRBF K 0 FiAdw 5 phr A #3E £ 4£ 230
C Ha b BB BR 44 3L 1K 2096 © 42 100°C 1K 1196 » BB~ & K&
HHNBWAR GV ERK -

LHRBEERRERATR R/ B EEREAEHRERER
25 B R 64 4 AR 303 o v s 5 phr 698 #55 X R J KA 16
94 o
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JLRBM Y & 4hé) BPDA-ODA Z KRB E 5083 % : M
& PPD-Mont & & 6938 fo QI H KRB EREZ TFTHE gHhw2 %
PPD-Mont 8f » H KR BRKFFHFE R 054 % » 84
BPDA-ODA M4& T 35 % -

2. BTDA-ODA # #

B XRD 547 7 #35 L3R kAH ODA T H R4F0 5 R FH
BEEEAEE > HAFN R S0 FANEN  BREBEAL XM
B e a1 - Mk XRD # TEM 547 B R 8B A%/3 L AH K - &
Ao 1 phr~ 3 phr & 5 phr 2 3 2 85 8% (BTDA-ODA ) /3 £ & k484
HHRFERERROREGHHL -

4,6 BTDA-ODA 47 % B -1 & 9 2 AR 14 20 A 43.9 ppm/C >
kg ODA-Mont 4 & #93% o » K47 78 B -7 & 69 BB AR A R &2
W2 K 0 ¥ ODA-Mont 48 % 7 % 8 > BTDA-ODA Zz 47
R T 8 6 B BR A4 BB IFR E 30.9 ppm/C 0 #4649 BTDA-ODA
1K T 30 %

#¢) BTDA-ODA 7£ 25 C » /BB E A 85 % &9 1E B A 4
N o4& T2 NE B2 KRR ES 129 % » K ODA-Mont 4-& &)
¥ho o BIEKRBRKFENREZ TR > &5 3 % ODA-Mont B -
REAABRKFEFEERI0T74 % » #4héy BTDA-ODA 1K T 43
% o
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1% [ ODA-Mont #4948 3 ho ¥ KRR E KR Tk 2 %
#i34 Ao o SLI, £ 40 BPDA-ODA 4843 » & B BTDA-ODA % 75 & i
ABLZAKRBRUERDHN ARG I BB R ARG 0 RS
MERBZBRAKERFABLRE R FHELR - R Y Y Y
PRI EZARBLEE AEBARIEEBE KA
ARG ZBAKE » ML T KRN BTDA-ODA # B P 2F - &
£ ¥ 8 2 ODA-Mont/BTDA-ODA % A4ty Kk R BRI E T
o MERMWESHAERELEY  ARTERIBAGZIYLS
REGEHR ERBRBREAGZRAEANL KA ElaM &%
£ ¥4 2 ODA-Mont/BTDA-ODA 2% k&M 2 KRB £ X
ML S B HMmRG -
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