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Novel contact-printing technique for polymer electroluminescence devices
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A novel contact-printing technique, in which surface energy of the polydimethylsil
oxane (PDMS) stamp was tuned reversibly by light irradiation, was proposed. The photochromic dye, spiropyr
an, allows the control of wettability of the PDMS stamp. We confirmed that spin-coated conductive polymer,

poly(3,4-ethylenedioxythiophene):poly(styrenesulfonate) (PEDOT/PSS), was formed selectively on the stamp
without patterned reliefs. The patterned PEDOT/PSS can be successfully transferred and used as the electro
des in printed electronics. We demonstrated that modified stamp was useful for the fabrication of organic
devices.

EL



B X C—19, F—19,
TFFEB AR S F DY =
m“%%ﬁ%EL®ﬁn BRI, 1K1

FEH ELICHA_NTEREE-STNS, 20O

R, szﬁmﬂ%+ﬁﬂ®%tﬁﬁ%

BREENME D T EHC L > T D Z R

FURCIEe< 7A4Z%L WCER LTV

ZEBE0, R RAH EL ORI 722K

PED 1) EIARRE Sy BE R A S OB AR R

Hv. BY ﬁ%kwﬁk747mﬁzﬁgﬁ

fLEFREIZLTWS, —F., @O+ RAE

EL@WW&ﬁ%@%T%é%J/F#%é

. ZRILIC L D ENEINNETH -T2,

2. WEOHEM

WBHEAZ U TITHNLND PDMS IRER
gk (VUV) R 77 A~E0NF I L) £
E&Eﬁﬁbhfwéﬁ\:M6®@ﬁﬁ
PDMS #{HEN S \VIREBIZSE T 55— T, —
H PDMS LIz SN EZREELIZL< <
‘Tékb\jﬁ%ﬁﬁ%oﬁ_,ﬁﬁF‘Gﬁ\EMN
Hifrlz X 5@+ 268 EL O @bz

F T, Xtmt7/%ﬁbt Ja— /:A
(PDMS) Z#HAWr=HiRlar %27 vV T
47 (CP) VEOBFICHRER L, 7V 7 >
KoL 7 bo=27 2o Eg il o
HEL,

3. WFFED kL

PDMS OFESEEELE LT, ARE TV
F XXl #9mhﬁ®TLm&ﬁm A
HL7Z (K1, AT 0L, 5408 (UV)
EIRET 5 EIENGVIREE (A e v T =1k
BAER) 12725, @fm/Y:Vm®%%T
HX, PDMS LiZEmmTE Ay a— ME
THIEST D52 ENTE D, —FH, Az m
B (E7-mEY) +5 2 &<, PDMS RHEix
AU VWREE (RAe e R, PABR) 18T
b, ZOAEuRTHNIE, PDMS LT
SN RESICERICIRGE T HZ LT
x5, BFOUVEET oAy T =
BRI EZYEL T D720, AZ T Ok
VIR LFANHIRHCE D, HIERDZ O,
DODAERET kD PDMS OFREWRE &
Fem = RV X — O, @Fmed’E PDMS %
%wtﬂﬂ%ﬁﬂ@i@Aikioiwi
ROEH, @7 A AMb & BRFFEIC KT
HEIZOWTHRF LT,

ZAEO(SP){& A0V 7= (PMC) Hh
..o _I:&‘EI’J ..c
C13H37
SR o\
V. - o
HIRER HIRER
sl Hhhog

1. AEBvTroREl L biEoZl

Z—19 (dum

)

(1) =2rrv' 712k %d PDMS OFEHSE
& FH = L X — O il i

PDMS & #fifb#od 10 1 BEF VA2 ) 2
oo BiZFy A ML, 80°CT 1 BRI INER
L TH 1mm JE® PDMS 2 — & {ERL L 7=,
FWmMEMIZIT ALz T L LT
6-nitro-3 ,3 -dimethyl-1
-octadecylspiro[2H-1-benzopyran-2,2
-indoline] (SP18) #fff L7=, SP18 7 nm
7R L AR PDMS ©— b % 10 4y [i]iE
XH7-% . PDMS % A 4 A&ZHK T LT,
ZD%., 1000C T304 7 =—/L LT,

)] i‘%ﬁﬂﬁﬂg PDMS # =@ T3 Bk
W B LY B!
SNBW%PDMS/~hc3%mn@ E4h
(UV) t&aWE L, RAlcst -2t %
fess %, %@ﬁ%ﬁﬂ(ﬁ%ﬁﬂ%é%¢%
NF) AV a— kLT, ERA~OFEE
OB ELL, 80CTOMEN - EHIZ L VT
2o WV 3T OMETTIE, SP18 &ffi PDMS
V= RhETF XY RXAIBRO T + N AT & iE
LTUVENLL, 20% 7+ b~A 7 ZHY
B CEEME S+ (PEDOT :PSS) # At
va—h Lz, —h, BY EROBRFTIX
TN D BT B a e B & [Fl— D SP18 (&
PDMS % AW T IR LERE L7z,

(3) CPEICX BT A Ap & BREEIC KL
(E3rp-2
x5/7fﬂﬁbtﬂﬁﬁﬁﬁﬁégﬁ%
PRI RIETREEZH LT B0, 1tk
/f@g IR EIER AP L a— MEND R
Bk L= AT S ZADOEREM L ik %
1Tolze TNNAAEEE LT, hTFUARH
ORI T L A% EL oA SRR E
FORIUE T O 2 TR Z RS L < IR
[E A TR L 72 B/ A A% v 5 oD S T A s &
EREFFEDOHBEZHE LT,

R e R NN S AR i =i
=Y (CuPc) O —FEEZM-, BHFET
OV gV ¥ i - ¥ g AN Tt S Rl e
CuPc AW E Wz, EiE LT, Au &E

ﬁ 547+ PEDOT:PSS ® 2 f&¥a 2 FH L 7=,

u (TEZEAKEY,. PEDOTPSS (Ao
— Hii&()\ CP LTS L=, 77— MEM&L
UMl X, BB LIRSS v Y v oo
iz, BIRFEIT T DR 2 RE, iR
FFIFER-BE T-V) k2340 L7,

e S

(1) A¥BEEZ XD PDMS OFEHLE
& F = ARV X — O il

SP18 (TiEE L 7= PDMS #Efii ) & o fk
RLEHINERONT XL —%2 K LIIRT,
OB (k) 1% SP AT 107°. PMC {AT
108°L ., FEALEENA LGNS T-, 2
T, JEBRIEIEC X DBk M & 2 b
W Z1T - 72, SPROKOREREMA (0a: R
HAERE L, BERNAmEBIEREL THSEED



Befihfg) 13 126°02xf L, tRiBHEEA  (Or : WK
Wa/ < L, B 2SE L T BRD
Pefih iy & 1% 8Pl A) 12 98° TH T, Lo
T, A (0e) 1X 112°, Bl b 2T
A (Pa-0r) (X 28°LHEEENT=, — .
PMC {A® 0a 1% 124°, 0r 12 91°TH V|, 0e i
107.5°, 0a-0r 7% 33°& 72 o7=, LAEX D, SP
KL PMCIRTOa LV or iz VTR
DB SN, 20X RF L. o
Jitk, BB, ko KR E 2E5IC LT
m&wmé&% TR BRICIRELTVD
AlCBl s NS, KFFRICEIT 5 R fEo
/J\étwrs > &1 SP18 INTEAE LTb\iﬁb@%ﬁ
(PDMS) %f L. antto K& 2285
PMC%@SM8$@EL<wQ¥%%k%z%
N5, 2FEH, AR YT 1L PDMS LR

A—IZHFAELTWAZ ERFHIENS (M2),

F7m. —EAICE AT U RN EWNT E#E
IKEEN B2 PMC KD SP18 B{ETET 5
FH O S DR VEIME < L KOS T3 580
LEZBNB KEFNVLT I RO 0e B3
[ H A= 2L ¥ — %, SP & T 25.9mJ/m2, PMC
KT 18.Amiim? L EEILTAZ EMTE T,

1 HRAY - BRI HIE S K D U T AT

Sp18-PDMS
SPform | PMCform
static contact
107° 108°
angle 6
Ba 126° 124°
water

or | 98 91°
Be 112° 107.5°

Ba-6r 28° 33°

Ba 111° 114°

or 71° 69°

formamide

Ge 91° 91.5°

Ba-6r 10° 15°

yalmd/m?) 25.9 17.3

vp (md/m?) 0.0 0.8

Y (mJ/m?) 25.9 18.1
YolY 0.02% 4.40%

2 PDMS ET® SP18 OWAEET )V

(2) FELE PDMS z H 7@ sy FAEk o
w4 &ﬂooto\/% h wRDORGH

B 3T OMFTIEL, SP18 {Effi PDMS %
BT e T ZNVIRO T+ b~RX 7 (EX
6mm, FEEIE 100um) ZE LT UV &YX L.
ZTDH% T+ b~ AT ZHY RV COEBMS
4> ¥ (PEDOT:PSS) # AbE v =a— |k L7z,
PEDOT:PSS i PDMS | T#E: L 7= % (PMC
KD SP18 AFAET D5 IZOHES 1
7o X 31X 80°CTHIEA L7228 & T AFAMRIC

J£4% . #i5 L7~ PEDOT :PSS 5o a4 ©
B %, BRIEIZ 100um TH Y | ~ A 7 IR &g
'suﬂﬁd)fb% I— ﬁzut_ s, KRFERS
DFMEOBY 3 IcBWTCHER R FET
HbHZ &ﬁ%&éﬂto&k PEDOT :PSS

DEE G R S, NF—EmE LTHIA
%)T T&)o?’LO
| & ™
L—

[X|3 SP18 f&fifi PDMS A % Iz X 580 43T

—F., BYELQOMRFTIL, BALBDRR
Lkt L FH O 2 FEOEEAEEFE —O
SP18 f&fifi PDMS 2 & o 7% W THEJE L7~
T3 UV RS T PMC IRIZEMEL LTz A X v

et taEE A a— FNETHREL
7o WIT, ML T SP RICHEMAL LTz A %
U7 R HRICERS U, fRa s O IR A2 HR
~NEEE LT, B AKX I UV RS
Z L TRAZ LT R PMC IRICEMELESE, F
BOFIETHOOZOMER A2 o L
IR L7z, K412, #0 K LIRS L 7= kK
DENEFEEZRT, AX L TREE LY

IXHEEEANERD AL Ko TWND I END,
ARFPIENEDTHEOB Y HRIZBWTAEH
e FETHD Z ENEIESNT,

] 4 SP18 {&ffi PDMS X & > I L A BV HEh

(3) CP B L BT7 31 2b L EXRFIEIC KR
i'ﬂ‘ﬁjf}ﬂﬁ

BRETFE LT hy Far gy NUER
ERDNER T A% (OFET) #{EHLL
7. Au REBEB IO CP TR L -
PEDOT:PSS J{o> 2 Fl¥E D EAR % I T il
#17-7= (B 5), ZZT, 73 A A ITE

WEHRESF

Si

X5 {ERIL7- OFET OF /A A%
(Fe: THRARAA B : T34 ZXB)




%ﬁ%&mi@%mﬂ%%ﬁbt$W%%
PERREEZH L, T35 A BIE CPIEIC
@Emﬂgﬁﬁbtﬂmﬁ%#%mﬁﬁ%
HLTWS, WFhoEFE, <2t H
KD Bhfle ) —~ U — ﬁ?@p”#%%%
BN LT, #£ 2 ICHFEFICBIT2BEIE,
on/off kb, BEfEE j: (Vi) /T*T BB,
on/off th., BIEEIEIZBWC, EHE (CP %)
MOIER L1234 2 B 1, KA BIER L
72T A A LIRFERBEORMEEZ R LT
B ENOMWE, LoT, AF T TEREL
T EEM S TEMOA RS MR S,
FICEEMZ D720, Fry rLEDORLRS
OFET Z BRI L, MR/ HE 1 E8 R O BT
DHEWMEIT STz, ZOREER, 731 A B O
ik )8 BT (19MQmm ) X 5 /N 4 A A

(0.45MQmm) £V £ 49 50 fE@EVMEZ R 2
EMABLMNE TS T,
K2 THAAAALBOREDOE LD
at L=50pm Device A Device B
Mobilityu [cm2/Vs] 2.0X102 1.4X102
Vth[V] -6.5 -7.5
On/Off ratio 9.4X 103 7.1X10?
Contact resistance[M Q mm] 0.45 1.9

WIT, HRMFFIZBWTKHE. #GAH, EFE
T%ﬂbtﬁﬁ%w%ﬁ@ﬁﬁ%Lkﬁh
BB ZRE L, 9. AR5
D> B EEARA B SR R 2 TR L T2 B o St
ﬁ%ﬁkﬁﬁ%i@M%%@ﬂbtols
AMN%Mu@f% BT D IV RHEEZRT,

AR (RRR) & TEEM () 2268
%/I/%E_J\LT%EF%%H:&LL FIINEE A3
1V AT E TlE, EBFEE X (S) lTkx
IR, A— v/ xE (S=1) %
R U7z, EUINEEDN 1~10V 1B W T LEE
O BHMEIL FEREMRIC LT Lz, Z
DOFRE LT, EHEMBOIEARIC LD EHEL:
ERDZ A —R0 Au BRI DA RSB R
~OYEE 72 EDOFRBENEZ LD,

E e EBEEHSEREA

10" | - - - THEELSEHEA ;

; S=4.9
102

3 // $=8.1
103 ; CuPc

o
s
2%

105 g $=0.9

108 k27 s=11

102 1 102
U[v]
6  AU/CuPc/Au DFE T IZRBIT 5 IV FriE

AR, R A R P S 2 VA & [
1B TR U 78 0 B s & A SR O

B A2 e L7, X 7 |2 PEDOT:PSS/CuPc/Au
DFEFITBIT 5 IV EEEZ R, EE *ﬁ@
PEDOT:PSS IZA V> =— hiE (JEFE) K&
CP&(EW)T%ﬁL\L$*W#6ﬁ%
NERIZ AR — VB FEAN L Tl 24T - 7=, CP
ETITEREOIES X IIREWVLOD, &
WAy a— METERLAEZF LD IR
WEBEZ R L=, CP IEITVERL o | Bk
HEN R0 B NS, FIINEL
23 1~3V T2 B T D E O 76, CP
EIT AR ISR L 7= poole-frenkel =3 T
ABACE D 2 EVHIBA L7, sl HiE
AHEHO R EEICEL LT EEZRLT
W5, ZAUIFRHEIAFET DR CKD b7
v e L TERFHICEEL WL D L
Ezoihb, —F, FEEkICHENT, A
a— METIIERDEEET VIZ K DR
XN TH-7-, A a— METERLZ
RTIOFR—NVREZRH LA, HZEX
EHEIZHART 100 fERERBEL R LT, 2
@ﬁﬁkhf\ﬁmﬂaﬁﬁ%%&ﬁézb

. VIO FHE-EAR T ~OPREL - TR
5%@@7% TRIRA &k@@Am&El
NG LD EEZ NS, POFEFITE
WTHHIINELED 3V (>10'VIm) LI E Tt
ST LRI ZE M & A il BREE T (SCLC)
B REZD | WgEAhEH E D T E N H
ot

1

104 & PEDOTPSS Spin coat 5~ 2+7
- cwe -'/
102 —
10° S=1.6 TSCLC
—
‘-E 104
O 10° - S$=4.9
< ~Swmp ] PEDOT:PSS CP
— 10° fFpomme_ | U Y,
- PSS Poole frenkel A
107 .
cwe .o L
104 =11 . I-SCLC
10¢ ’//(mduclion
1070 402 10 1 10
u[v]

7  AU/CuPC/Au DFETFITHF 5 IV Feik
PLE, RWFEClE, FHETRALF—% AW
%K%ﬁf%éx&/7%%%b HHgET N
A A TR 2B 72 OB R 3T - B
HRANFARETH D Z L &R LT, BEES
PEDOFNT NS, EESRMT SCLC £ — RiZ7%
HZlma L, Al EL ICHNTRETH S =
L BFEFHELT,

5. ERFEEHRE
e FH . W R OSEEERZeE 1
=)

UesEams) (Bt 5 10)
@O H. Saeki, O.Kurimoto, M. Misaki, D.
Kuzuhara, H. Yamada, Y. Ueda, Thermal



Conversion Behaviour and Morphology
Control of Benzoporphycene from a Nobel
Soluble Precursor, Applied Physics Express,
#Hef, Vol 6, 2013, 03560 1-3, 2013,
DOI: 10.7567/APEX.6.035601

@ H. Saeki, M. Nishimoto, Y. Koshiba, M.
Misaki, K. Ishida, Y. Ueda, Fabrication and
Semiconducting Properties of Monodisperse
n-Type Phthalocyanine Nanograss, Thin
Solid Films, # %t A, vol. 531, 2013,
513-518, DOI: 10.1016/j.tsf.2013.01.009

@ Y. Hosokawa, M. Misaki, S. Yamamoto, M.
Torii, K. Ishida, Y. Ueda, Molecular
Orientation and Anisotropic Carrier Mobility
in Poorly Soluble Polythiophene Thin Films,
Applied Physics Letters, £ #i4, Vol. 100,
2012, 203305-1-4, DOI: 10.1063/1.4718424

@ Y. Koshiba, M. Misaki, K. Kanda, H. Miyaji,
K. Ishida, and Y. Ueda, Synthesis, In-plane
Orientation of Fluorescent Molecules in
Friction-transferred Films, Chemistry
Letters, A 7if7, Vol. 40, 2011, 1288-1289,
DOI: 10.1246/cl.2011.1288

® Y. Murai, M. Misaki, K.Ishida, Y. Ueda,
Pillarlike Crystals of Pentacene Prepared
from Soluble Precursor, Applied Physics
Express, #mcf, Vol. 4, 2011, 121603-1-3,
DOI: 10.1143/APEX.4. 121603

(FaxR) GH3f)

O rEFRF, ZIRHER, NREET, A HER
H, FAWIE, 74 b uI v o1l
k2avVa—r=zI X hw—DREEH
a2 N v MNE~DISH, & 60
EINTN SR/ e el S e S T T =
2013.3.29, AT

@ FATA—, R, MEPRE, IR
W, NEFET, AHEEE, RS, %
Yo T AEMARY P AF L a kY
WL EEEES O, sy
N7V vk, FelEE Y T FEEFERAE
2012.5.30, Ry

@ ESF, MEkE, oA —, ZIEH
0, /INERET, A HHEE, EHERE, A
o v AEHG PDMS 12 X A8 EM S
T~ 7uaryZ s v U, #FT2
Bl B 2 AlriE <, 2011.8.29,
1A

(PEZE M PEME]
O HRPL Gt 1)

AR - AHEEIERE R R O BUE kT J OB

RS (A

R . BT, IR, ke /N
SOREF- B SEAN

MR - A B

TR : FFEF

5 : FiBH 2012-190563

HIBFEA B P2 344 8 H
EPRs DRI - EA

(Z Dfh)
R D=V
http://www.research.kobe-u.ac.jp/eng-cx1/

6. AFFERERE

() AT s

=g HeEgy (MISAKI, Masahiro)

R - BIREHE R el S P SUER - 4%
i Bh#

Mt &E=S: 004628620



