Colorless and Transparent Polyimide Films for Flexible Displays
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1, RMEH Z3|0|0|E(Colorless and Transparent Polyimide, CPI)2| 7Het Hi A

H}gEE Za)o|u| = (polyimide, PI)= 8|2 AASHE7} YA s v 244 T2E 2= 18R
A, EWalL, 7FRE AR o8] Holu AT 3}3HY, 9428 7 AIA B4, AV B 1 X
220l AL ZbT Qe TER} QBB HA| A=}, T S=Hol, 2 3|27\, LCDE AA vkt
439 THASE ) BAARE Qe AT Sl e, §94 71, $FUE wefo] 28

Ue TR S 7Ho= B8k, E7-9 Xgt o= Qlsf &8 FPCB(flexible printed circuit
board) 2} T] AZ o] Eofoll= 23] A|gHa 0 2 AMgE 1 gt

Pl= %’}r}% 9 2 2o 2 1960 t] DuPont Abo] 9)&) 7ftElglon, Thalel n] ghoz=a
(NASA) S Ao Nqk ARE T AME Hofe 028 u|g)y| Y7l S E<4:31 Hofz shgsict. AlA) 19709
Hl=2 Fl6 ;ﬂ 7] DS PI2 vhEo] AE7]) BAE F8 26% Eth Pl AR 9= 1980d ) S9
AEA FE5=2 St o= P AR

B F9HPA(CPU) 5 A A1 RololA M =
PIE ARgSl7] AlAlh © b ek ol 2 G Zh -
BHA 9 Pl Atk otjel o] v | wy [

S L

Az 29 B olzt gof & A= 44 o
2o AR} MR FH BEY 22 2ol F
71H Bofollx = Zbguigiet. i 1990
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c}. PIo] W Mg HobE 13 10 Btk a2 1. AT E PO AREO}

Polyimide, #2|0|0|= (DuPont, 1964)
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FH faSE o] Zopolld AlFe] A5t f £33t
S Hal glout A ARSH AL 9= o] 78] B
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23 4714 B4E AT Qs 4% TER A2 o]
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AR ol Ao 4T 7hEAE BN 9 e
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AR Auke AR e T A iRk Ao 4,
02012 L&A FRELE 60% ol Holdt 129 T
=2 A3t Mtoct. Pl W27} JPE Bokx ujd 10%
o4kl WFE 7123 A o2 AAFEE”
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Zao] 419 F8A0] F7HE T Qlon] W R At
HEw IR L AF TEF olv]x] 7 @ HF
312 ulgro 2 JyEo] o, FHole A7t L &
AT T AZH o] A A WA Hgko] F Aoz ditE T
Ith 8- gAE o] A 2009 low end A8 2
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oA 71&2 t2aEY ol A AL = d&HH, 2017
ol HH AN FE= 569 S2|7HA] 43S Aoz
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A7} 7Pl S A Zsh 71go] gols FE B FA1Y
Aol A9 gloks A AdF o2 ZHUAE tiEe
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of 7 A3t 2z A FHAIE HAE 0l Y =
7158 Ao 2 FES WA Qlot SHAITE EEkAE V)
o - 2ol vis) wekehd, WA, 54, Fa=
oA B2 ZAIE A Aok wEkA EEkAE HE
23 g2EHolE k] s A2(120-150 °C
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i) frE]Ae] 2:=(Ty): 250 C o).

i) @ M¥-2= (CTE): 20 ppm/ T ©]3}.

iii) 7FAE IS (O,TR): 10° cc/m’-day ©]3}.

iv) A= (YI): 5 o] 3}

v) FA4
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o} o] o]n|= 2 Al ol £AJ5Hz WAle) 7 WA 5ol
A& 7Fe] AdK(intermolecular bonding)o]] &J& T ==
3} Fo] Bgl3Hcharge transfer complex, CT-complex)
o|gL & Aol 73t o= oln| =(imide) -2 o]l
oA}, 774}, nonbording B Z-FARPRo] A=
A2ke] oj717k P55 ek, el 2R Hol2 1A
Hul, FYTEY 47h FAHUEE AR Hol7t 419
B2 ouA] Foli RolAT o] wat napg 2, 7}
AFAGe el de 4 Gt 8] Aol 190
nm of5te] AU g F5HA o] Esta, o
#H4<) PLe] -0l 400 nm o]3}e] T AR 500
nm Ate]9] 7RG H 9 ve FstA ol w1
2] i 442l yellow —red ©] 4-& A = Ao|cp.>*

PI2] TQ1 CT-complexE W57| $Jslix= 19 49+ 2
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A7 CPLBEL AZT 4 A7 olgA] Az
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RA AR NS s e aoncs
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7k A ES SRR S
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A 2SS0l Loz ou|E = AE Yo E
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TS FF CT-complexd WA S 4= o, E3l =
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CT-complexE &% 4= A Hot. o|FA ¥E591%l CPI
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SHH, A F7HA] B42 $HE CPI 982 skt
o8 Ja7t At E4E X8k CPl= orA] Age A
AY FH] AAE A BoldAA A4 7+ CT-
complexg &9 2 FH 4AS BY == 3oy of
A7HA] &3] 7ol 11 7H o] Y vt g £ o]
£ ds7] Y3l B4 AT = = AEE Ad A
FAE =Yt A7 I glom O A =
A2 = &4 CPI7t itk &4 CPl= E4A 184
of g3t 33H4, 71 A1 8-S AL Qo] E4A|
CPIZ A3 4 Yl TEALR ZEukm gl o

2.2 CPIEE Mz &

Ple} alR71A] 2 CPIe) Ao = gle] ve Tt e
AA Az A AR DA A= FET oFlS NN-
dimethylacetamide(DMAc), dimethylforamide(DMF),
N-methyl-1-2-pyrollidone(NMP), m-cresol 53 -2
71 & ol A SRS F5to] CPIY AFA1 E2loty]
AH(poly(amic acid), PAA)S 33514 et o]FA A=
gt PAAS o3 22 Y] 7HA] ®E E5te] CPIE &
Ae 4 9l

(i) @4 olu| =3} Hh : PAA €982 150300 C= 7}
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F 3otk o, o] Biol oJstd AAst=rt &
1} obu| E(amide) A -AIE AME-SHH amide
Sk ko] Yofuy] el STAE BalE 4 9
ol gl
(ii) k4 o|u| =3} ¥y : Acetic anhydride/pyridine
o) g4 Zu}g o §5}e] Bata o2 oju| =8}y
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£ W BEoz Ausis P Az 9
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= Tt} JAE IAFS PAAS d= e
ZR AF A= gFEE 22 AR toluene
&2 ether 52 382 AME3H7| &= St whahA
the] $7] $A18 I Aol o] o) B
et
(iv) Isocyanate® : tjoql T4l diisocyanateS THEFA|
Z AR oA £3E2 120 T ol =
2 7}dshE CO, 7h27h Sk PI7k A2 H
U A 9] 717 o] v)gk g o] 9ok
23] @0l Plo] Botd 4L kolT A1 4US
7N 717] 8l LA EE BeHE ojm| =3 o]of
2] o|u|=shE FAl ol ARS8l Tt

g o\

23 TMER Pl 23H LEHZ Wy

HEE AESt] ULERARE Alxske dilddle
in-situ =3+, SN intercalation, 8§ intercalation§
o] Itk (i) in-situ THHZ F712HHEL F7ol E=FA|
E AN TS AR 7= 7R, B U
AE F4hE 7FeA she Aol ey, whe-d T
U M0 5% A7 Bo] Bastuz 47 AMgs}Y]
ol A7 AL, o] S WY 2wt dErt
FURL G} Lof| & FAtE oA of Rtk 27 0] B4F
ojch. ERE ¥R Foll FEof 3f LEAL AR Aol
Age e e = A== 1 Ik (i) 89 intercala-
tion®H-2 1713+ HEES LEAL G0 AAAA Gufj7}
HEY Ss ATt BAA71, §uE AlAsk= &
g Foll L&A EY L0 HETF FATHES sh=
ojtt. 2y 574 Gl =& LEATLFE/dE 7HA
3 & FAtEojof stug Aduke FiE 7|7t oHa,
Sui7t HFo s AREER tiFgsto] Bagt 4HdA
SolAE guf Mal7t FE HE= Yok (iii) 88 inter-
calationt-& 2§ Al Q] T EAAEE A Ao E &7
Atolof] AYPAIZ|AL o] 5 71417 &3kl oJsto] HE F3E
& B 7)E 7)otk M A H 0 2 71 A= |7}
BFEA] kot vtz Ago] 7l s, & =S
2= &8 AH Y LEAE EANF7)7F oYL 88 2
L ool A 7S 3] diidl 2 THEE oA E &
=R = 93 7 EAS 7= RIS HE S
T-Er

A= B AlzAl 7 F83 AL Bej7t 24
o= offid= PI7} 7HA= FAITEE S Feka Ao A1
= FolA= ¢ "rbe Aol o & sl 2w} M7t



H 1, 6FDAS 0|%t CIfet CPl EEQ| EX 4%

x)
ia 600b C
Polyimide i "o <p515°c>
| 264 503 75 24
Il 232 474 61 55
I 255 499 75 46
\ 228 475 67 55
V 228 a7 52 52
VI 198 432 51 48

@ At a 2% initial weight—loss temperature,
® Weight percent of residue at 600 °C.
¢ Temperature range of CTE for 1st scan is 50-150 C.

E 2. 6FDAS 0|23 CHSH CPI TZo| Hats Mz

Polyimide ™ t(m‘;”ess (iﬁ:) 0(2% )m vIP
| 70 342 98 172
Il 73 342 98 2.76
1l 74 322 98 1.02
[\ 2 343 97 1.78
Vv 70 331 98 0.98
Vi 65 310 98 0.98
Kapton®200KN 52 448 18 97.50
% Cut off wavelength.
® Yellow index.
CF3+
‘:3 H;N=R=NH,
CF, +
6FDA Diamine

DMAc l 25 8C

CF; 0
I< —R
I
0 CF; OH
n

l Imidization

{W?@E% =

oI
CF. CF;
-C{-?} ?}é-:'j B e D-CSch,
F3 e ¢
BAFP BAMF
IV v VI
2
@-g-@ ~cu Y CH: ‘CH{&CHJ'
APS p-XDA m-XDA

12 7. 6FDAZ 0|23 RMED Plo|

ol

FAY
o.

% XTJELI 9,] }\]—_g_k] 1
ot 720 $AS Fo the 27)2 BAEES o]
afok gk,

o
2?15"& B4 B4L F9] 918) gl ofe
18 A4 FAES Pl

& ol 159 witd o A8 s 7
£ ofm] 717 59} 6ol B AT TEF 6FDATE 14

o Aol R & Rol s SRl A £
AHgHo] S GEDAZ ol §5te] AatA). it B
tem] 72 9 1o whE PLe] g4 WS 19 7] Bk

311gM EN
S E oheFet 129 CPI 9&-E9 tigt DSC, TGA
g TMA4 A% 27 A2 F 10 Yehich wAe)

01] E}a} o B2 198~264C Aol 9] B A 22 ZhS
Hgom, _:gsz 2% (Tp)2t 600 CollA Q] Rk
(wtr 600) g_:m 7+ L2ES0| uke} Tp's 432~503 T 2wtz
& 51~75%<] H et 4 e Ao 58] 7=

= EH o2 P WiAlo] para- YA Q) A4 2= A
ZEo] Qla et AR EAE 7HAL ol 7P w2 €
A Jds BojFith

EHHAS(CTE) Y ol 7P A& 28 283
Agqzz B2 o] L4538 [ 27} 24 ppm/TE
7P WS EHAATE UEPRAIRL B2 3 ARl 7
< F25 7HEA AEAE e e IV 3271 55
ppm/ T #& 72 UEhiTh

312 ¥3tx 4

2 oAM= AlzE Pl 259 obdl &=FA = st
o] @& UV-Vis & WB Xl*E ZA5ATE E 2004 B
o] 500 nmoj| A9 BT jibo] 97~98% 2, T2
Plo| A ZrolE x| B3l nf-&- $-2~3) 3517 L Fol
34tk o] ZHe Du PontAlol| A @A) A= o] dhljsla
9l Kapton“200KN T} ] 3 o) YE55] 0<%t 3} EA
FolTH(E 2). 74 B UBhll= b4 A|4(yellow
index, YI) gk GA| F=of w2} 0.98-2.769] g UEh
ek a2 B Y& PMMAY Z-9of YI gk oF
1.5-2.0 Ato] & vetdth v E $J3 @A Du PontAto]
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YN | ZUNE CASH0Ig PHEY Bejojojc TS

=

A AFg-3tE] o] Tl 291 Kapton®200KN ] YIZHS & 29
HAch Kapton 53} Hjwsf HH 2 7oA dojdd
B2o| o FALoE B5+3 Kapton®200KN2] YI gk
2.97.500]c} %

A Az Pl Y520 A& Kapton B&3} 374 1
o 8o B gleh 2} TgA| o) ol whel EP =oAL of
7kl o7} QAR A2 H BE BES S ZHNE
o dlolls A8 olglgo] fgith & ATdeA Azd
6&F2 BF BF7H (LY 8(a)-(f)) FE =t Aol &
A A= 9l Du PontAle] Kapton®200KNT} H] 3
= (19 8(g)) ¥E3] =3kt

32 CPILI-=8tH HEQ EY

CPI U534 &2 oln| fjollA A% 6FDA%}
TFB S| S AMR-3FE T, 534 PI(Co-CP) ] A%
o oJu] AM&H TFB(1E)2} 6FDA(0.9%)] 0.1&9]
PMDAZ ARS8t F714] ol e E49 v s
ZAR| Bz sigich & 74| CPI 2% 7713 HE

10
dim

12! 8, 6FDAZ AR Ofg] 7HX| CPI HE AR (a) I, (b) 11, (c) I, (d) IV,
(e) V, (f) VI, (g) Kapton"200KN.
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(STN)E AMgalo] Lhe B g BEL FAaRed), ol
A5 STN-S 242} 5-40 wt% 2 S 5}A] DMAco A £
Abshedey. SAE Yeug) CPlo B4 ARE 19 9
o Br.

321 BEEX]

19 107} 119 Y= 37|12 BA1E TEM ARRIS 2o
T3tk STNE 10 wth 5 B4 B34 9] YAe Hi
= Aol A ejE= sk oF 20 nm FA 9] wl-$-
2 2 AR 2 5 UK E 10). EJF 40 wi
9] SIN 9| A-%-ol| = 77} 7= HAIRE A7) -5
o= oF 20 nm ©]3}9] 2 EAtE AuE Ho|al ltt o]

Vi
+
CF,

Fy
o H;x—.—‘— @ NH,

CF
o] 0 3
6FDA PMDA TFB
1-0.9 mol 0-0.1 mol 1mol
DMAc l 25°C
FiC " FsC
HO CF, oH HO H
BN CEALER/ NS SIS
o CFy H CF; c On CF,
L4 ] (] L] o]
l STN
Nanocomposite

Imidization

O l

12 9. CPl U Co-CPI 510[=2|=2| B,

12! 10, STN 10 %S Z&5t CPI of0|=2|= TS| EnPMAt $0[Z(TEM)
AREL



E 3. CIUSHSTN AE0f mE CPl L Co—CPI 5l0/HE|E ZEO| HX ME
CPI Co—CPI
STN ia 600b C i 600
(wt%) Tg o Wiz CTE Ty 7] Wiz CTE
() (C) (%) (ppm/C) () (C) (%) (ppm/C)

O(pure PI) 291 481 64 62 322 480 59 M

5 291 M1 70 45 318 430 61 27

10 265 37 64 40 312 399 61 23

20 265 341 64 37 309 380 62 19

40 260 331 60 36 298 369 65 16
@ At a 2% initial weight—loss temperature, ° Weight percent of residue at 600 C.
¢ Temperature range of CTE for 2nd scan is 50-150 C.
¥ 4, CIFSH STN ME0|| W2 CPl L Co-CPI 5l0|Ha|= TEo| sk AEl

CPI Co—CPI
STN . a trans . trans
(wi%) Thickness Ao 500mm v Thickness Ao 500mm vl
(um) (nm) (%) (um) (nm) (%)

O(pure PI) 73 362 88 1,57 65 362 88 2.20

5 72 363 87 3.77 65 365 87 4.39

10 7 364 86 5.28 63 365 85 6.53

20 65 365 83 8.44 62 370 82 9.32

40 79 366 81 12,98 66 373 7A 12.40
® Cut off wavelength, ® Yellow index.
AoZ Y 37]9] Z ZojF ZE50] 1B} fEYA O] gHegol] 004 40 wt% = HIFSFHATE HE F2/dof A
of BAtElo] AEA/ME BRAE FPAALL T4 250 € ool 53] PMDAE 018 AMERE Co-CPI
ATk 9] Af-oll= 78 298-322 ©7F H ik CPI E3A 25

o] To' & 600 oA & GA] uf S 2423 & QA

3.22 9% E4 < 10|30 GIrH(E 3). X STN ZHAI7H 9 & g A

chorst STN o] CPI % Co-CPI 2A|e) @ 4
Ae 3 30f Uehgich 98 A g heggt
Rl TS 945 ATHE Hol T Gt B3 Ty A=

a2 11, STN 40 w%E Z&$t CPI 5lol=z|= HEQ| En
ARZEL

FHIX} 40| Z(TEM)

o] Wo} SINS AR5 AAA Y Uie B34 A%
L HH gt
CTE= M= o] 50014 40 wth 2 S71ed5 A4

3] sl A Eelh PI 5349 CTE ghol g

© MESY B4 T3 Bt ople, HE= I &
YA o2 AR B AWZRE §7] nEA Yo 7
7] B2 EYe MRS TE anE st 22 &

WAL FIAE = doH, HEE BoljEe TU A
3 249 olFS At Aol moAE
£35S & 5 AT BT o= A 9 CPIETh= 4

A9l Co-CPIe] E&Ado] 32 & 4= U
H] 5 A2 QFo| et 24 9] Ha1gt PMDA R 1=t 9]

o) 9 ox
ol rlr F{E

o
fl
£
)
™
u)

323 4st EHM

CPI Z&9] 33818 EAJL 109} 500 nm 334 9] &
TR 9 Ylof o3 AE 4= Q). B34 259 By
7} UV-Vis 4= 28 EH 9] o)A ZAES I 49 YEF
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B 5. CISH STN ME0| M2 CPI 2 Co—CPl 5l0|HE|E TEQ| JIA Enle
CPI Co—CPI
ST Tick 0, TR Tick 0, TR
(M%) ICKNess 2 P(: Pb ICKNess > P(: Pb
() (ce/m/day) /P () (cc/ni/day) /7
O(pure PI) 80 6298 1,00 65 10125 1,00
5 7 4751 0.75 65 3804 0.38
10 73 4523 0.72 63 2099 0,21
20 70 2746 0.44 62 1109 0.1
40 70 1306 0.21 66 280 0.03

# Oxygen transmission rate,

et

Wleh =% PI 259 Ao] & T3t o]f=
A 9] CFs- 2184 9] £2} 7+ 5288t opu 2t Azt
o] ZA| PO 2 3l FolE & 4o 7Y TR
A A8t 4= 9t} o] 4 6FDAE 7|4ko 2 §F CPI: 1
T AbgollA ARk AR £ 8l Hold FHE=E 7t
Ak 22y STN S gHgo] 0 of| A 7¥] 40 wt%71A] 57}
rE JE GAVE SR E7] 2ol CPI 534 259
Ao 2 2Rt F7F8EAL 500 nmof| A O] F == Zr4sH
Huok

Z} JEu)9] SINS Zggt CPl B34 259 35tz
EA dA| F 40 B} CPI B3| WE MA}EL
HAE7F AA =23He TEE Yol 238 A Y17t
A vepdth AA o2 10 wth 72| = FAFE5HS
A9k 71 ojido] HH E2 2 Bt B AT H o=
o] JEA19 CPI7} A/ EA1¢] Co-CPIETE Frg/do] &
TS & 5 ATk ol ofn] A= v A2 o
o] x4t 2|4 9] A 13 PMDA Rt o] ggkoa ofAX
t}. 1% 129} 13¢)) CPI®}F Co-CPl W& AKL 7H2F |
gt} H|E BAlE STNQ] ko] 2718 -2 T80 A
ZAjo] o7k Z19 oA 2HNE =Tl

=20
a =

(a) pure PI

(®) S wi%

(€) 10 wt%
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e Composite permeability/polymer permeability (i.e. relative permeability rate),

ol o] gt

324 7tA Bt
TRA BRI Jhx ErhEt waE Beje] Yeet
T2 W) wheh SebaiT A e o] B4t
HE YA I3 BYA) 712 Eahri oju] ol
Aol ARG Y el o) A
ARY HER o] Fol2 B Feuct
el gleh. TEA e B A HE
Evzo] G nX)7] o] o=
ASKE ek A A e REA ng
= 248 AYSHE Fob) 20 242K, Y=
321 B4k Aol et B Qolot it &
SR EEEE DL
ATAIE YES v WY PSS TR 7
=40 gt Aolch 4t nRA] BrhEL
Py, B3A ] B L Peolw, 714 Aol FIh= P/ Py
2342 Eolstark 040 wit o] YES T3 EIA
£o) 4k EIHE g X 50 ulm foksieirt. vkt £
7] BA BEAA T 7 CPLBEY 4k b2 F

A
e

(¢
).0

st

s42 7hs

*mﬂm

_\;

om o flo kI lo @ 2 g rﬂ

A} el
o

%
ch

o=

= =]

(a) pure P1 (b) 5 wt%

(©) 10 wt%

a2 13, CIYSH STN wi%=E &5t Co—CPl 510|HZ|E TE AR,



e F7HE JEGl 371 EF A8 Aastea
E3] 7431 H|L-2 Co-CPI] A$7t YS3] aatao|9rt.

ZANE TaBdels AW AL £2E o
§94 7B} Dol e AR L
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AAgk e Hot EAL 7P 59 opde] gt
2h 7]29] PlojA] A4t £ahe g A 4ste, Plo) 4%
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A 27 5 THY £ SEHoklN S48 HET
% 9irk. o] 2R F 4R ApREolof smz
Tin]o] 725 3ol s A7k ol Fasic.

£ SHoE SANE PaBdels 184 ARS
93] EaEwe Jael PIE Ashed 24 25T
TSR AT AL AE o2 S Hestart
obg®) Wet £A olgjolE A1 44 U FhA e
Eol7] 93] WES AR Lhe B34 Bl fali=
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