47

@7 YYVRETEAMEIO F - Rt

WA ARETMHDEH

B2 H—

KRR AREFMHIE HE R

BES T % (#%)

KRR ARETMHAIE KB BT
RBARSE FERIIN-T  MFEHEHZE
fHE  FHi

(AR) HEPRLZIARA EmHERFEIN-—T

EpEEEFIFEETTAEREAE v T U7 I AHER SBE &8

JLBELHERIFERMTAZRAE ~ T U7V 1 I ZAHRHF

1. #&

KMRDT Iy bSF LT 4 ATV A4 L THE
EL2FHEh T3, AR EL2ATEH S 2B L
Uik, A R, @dUSEM. a2 7 &b,
IR R L VS RLEREE AT B 2 E A ET S
N, 1997 FICHHE EL S 3 L S EAL X h TRk,
WEMHOY 774 AT VA REHER T VA Y —4&
SlZHMIh xR, BIETRA~Y— 7+ VK
A, W, 7L e E0RAU S 3 IL0FHL G B
BLTW5,

H% EL X T OB IE, 1987 40K Eastman Kodak
D C. W. Tang 512 & 2 #iflEfE @R 7 /34 2 DEE
ICHi AR T %Y, Tang 51K 5 HBELORIICH
F37 v 40 20—i3, OAHME % 2 ERiEL TE
VOTL TRty PR 1120 o | M-S R ) | s AR =]
Wt % B2 AR RIS K D EE L L 722 & QA
mfbLanWT ELT 7 AR A EE L2 &, KET
otz (R1), BUETIZX 574 % L REbic & % HaE
SEIZ &k T &0 EVERE A A EL R 1 2MERAT6E
LhoTETWS Y (’2),

L2 LaEMNS, A ELICIZE 7L < OFiERE»
I Tnwb, R b & 2KIHEE L & Bt
3. A EL RTOBEFMAEZ A BRICRHTH S,

HEE OISR EWRNTH 2013, KD K

[l

P (Mg-Ag)
Ceg b

1AL % o

__BE(IT0)

5 Z M

1 Tang 5 242K L 265 EL O

=
HHE EE
Cathode Cathode Cathode
EIL
EML Ol ETL
EIL : % 7 ARg
e T = S ETL: % ik
HTL HTL EML : 5 khd
HIL HTL © iEFL#R%RS
Anode Anode Anode HIL : iEALAEEARE

Single Hetero 3% Double Hetero #§i ##h#% PIN K

2 AR EL R T HEOZE

BECORTEE 2 ERT LI L TH S, ZOWRH)E
FEDIK Rz, BF - EFLOWF v U 7ITx§ 2 &0
FEBYIE & A § 5 BATEAMB 2B ETH 5, NEN XA
IEFLEREAR & L Tid N, N'-Di(1 -naphthyl) -N, N'-
diphenylbenzidine (« -NPD) ZEDFHHFKET I 1L
AMPETOENBE N, —FIZZIN512107° em®/ Vs 2
BEOEBIELHEL TS >, —F, JANAE
TR T & % Tris(8-hydroxyquinoline)aluminum
(Alq;) OETHEEIZ10 em®/VsEETH D, IE
FLEA S & Hol U C & 2 OFRMLIIE IZHE TN
<. KD EWERBENE % RO E AR OB A
A1 EL FFOREBEHEH OV L DO 55,

F72, &5 LB NELENILOFEDOO L DIy
R—Cr kb b ", Ml s A s ko s
JE1310° ~ 10" cm ™ FE & FERITN W AL R —
VY ridmshar o 74513 LGN =41
EEMESBANGH IS E T, F—s3Y b —EH
Bt FPRHE OB A FEENIC & 5 A M A Rl X2,
Tk g OB EE O L& X5 FEThb, 20D
& 5 BT OIS &0 BRSO E K AN
LU AGHBELRFORELTE LA REE k5, 72,
R — ¥ ¥ 702 & 0 A — 76 A 08 g A L BRI A —
Iy VAR IS Z L A AKELETOEbL%
XEYREIEN IO a R 5,

— ., RABMIZR3IZRT MY 7Y v ikdEk
MPT 2 1% EL F 1 OE ik MR & U C R AT 2 %5
PERTZIEERAL TS, 20O 7Y VikEk
135.0 X 10° V/cm OEBARIZIHWTHIER L 7= Alg, & D
2t En 14 X 10 em®/ Vs DB T HEIE 2H L



48 TOSOH Research & Technology Review Vol.56 (2012)

(0]
e! 22 eEve

« -NPD Alg

O MPT BCP

3 AEshoAW =61 EL 7R

THD, HAIE50mA/cm® 12361 BRGSO AR EL
%%@%@%F%%ZﬁVé@Mf%éaaé_%Ls
GORGFHILAEKTESZLAREL TS Y,
Lk 4 3 EL £ 10 X 5 & 2 &Ereb 2 HIG
2. MPT & Tk EADLFE F -y 7 O0nTH
MET R ST ZOME, KL 7 4 (Cs,CO;) %
F—VYrrERELTCMPTHETEXREIZF-—EY Yy
T5ZLIZK-> THBEL ET O X 5 2{KHEE5KE)
b BFHmtEER T2 ENTEOTHET S,

2. % B
(1] EBAE
(1) EFHEEMBEOERK & B
SlEAK L Y 7Y v iEEfk MPT 135 E O &I

REMBIZK > TR L7z, PONTLIUT LT T
7 4 — KOS 2 E Ol iR TF kA Vv 2%
IZ train - sublimation 312 &k 0 ¥4 5 Z & THREELL
7z FAHRERGELITE S KOV ERPNCEH OIS £ D &
TR UAT 2800, MU 99.9% 0 1 Ch B 2 & &
Wtkovu~ 257 4— (HPLC) (ZTCHfERL 7z, &
7. HH EL T ESIC W 721D Alg,, «-NPD,
BCP & [AMk D A HRER AT R 5728 DAL 7=,
IS OMBOSTREEER 3 IR L 72,

(2) Ly vACALY —FRFHLVERELRFD
1ESLE
TiORTHE*AET L2 buryir ) —HRT
(A), B) BXUHBELET (C) #fE#L 7%,
(A) ITO(150 nm)/AI(50 nm)/MPT (100 nm)/LiF
(1 nm)/Al(100 nm)
(B) ITO(150 nm) / Al(50 nm) / MPT:Cs,CO, (x
vol%, 100 nm)/Al(100 nm)
(C) ITO(150 nm) /MoO; (0.75 nm)/ « ~NPD (90
nm)/Alq,(30 nm)/ MPT(10 nm)/ MPT: Cs,CO,(y
vol%, znm)/LiF(0.5 nm)/Al(100 nm)

AREREIZ 22 1-10 X 107° Pa, R IE 1-3 X
10" PallB W THEREETEREL 2, F—-E Vv
ﬁi&ﬁm%F—Eyﬁﬁﬂabemamﬁﬁ
FIZEDERL 72, MoO, & LiF 0 7% %5 # % 13 0.01
nm/sec., « -NPD & Alq;, MPT & 0.1 nm/sec, Al
1303 nm/sec & L, F—V¥ 7 kid MPT O 745 %
¥ % 0.1 nm/sec [Z[HE U CHEH L7-, ETFEE%
WEEE RS 1 ppm U TOSERFHRD /a2 —T KRy &
APMICFE L, HizkEAlE & 612 UV LG (717
LTy I8 TH T ZAEIEF v v TERDAEDE,
BESRAUVEES2 2 Ik R TraHIET S
& TS KK BT IR RO % 17 - 72,
F—EYZRBExy %055 30vol% L 2L & H7-
L&, &5V MPT : Cs,CO, Bk EOEE 2 %
30 7* 5 100 nm (ZZ51L X B 72 & X OFRE &SR L 7=,

(38) TL ¥ hAYH U —FRFOHMTME

vy tuaryty) —RFICEEZHML, &%
JElCk T 2EMEEAZME L 72, sk, WEICIE
Keithley tH#D 2400 B — 2 * — & & 7z,

(4) HH# EL FFOFRAFFETTM

AMELR rIcEmE®RZHML T, #BXH
MaEL 7, &, HESHZ(FK)TOPCON O
LUMINANCE METER (BM-9) %L 7=,

(5) HH# EL FFDFHF ¥

4% EL £ 7O F a3 % T, 50 mA/cm® O
PE AR CHR T A W) &, IFARGEIC K 2 R T ORE
€3 K OBRBI R 2 HE L 72,

3. R -BE

(1] ®EEtE> 9L (Cs,CO,) DIEEHRET
F =¥V 7 EERIZHT B, Cs,CO, HARD 7535 28]
IOWTHE L7z, HFJ15X 107 Pa il T Cs,CO;



o — g% - Bl

OS5 DMEALEZ A, 2 X107 Pafifg £ TIE
T ER U7z, S & AUE Cs,CO, 12 B2 ThlEL
I BHHET CO, #HH LT Cs,0 DHERA KT S &
ARG XN TS Y, ABIZZICH VTS Cs,0 £ LT
HEINTWB LI A, dEllaflRZE Iz On
TRAMHERTH 5, 7T I TARBTIE, Cs,CO, DHEFE
&> TSN % Cs,CO, BEME KL T S,

[2] Tvy b H D) —FRFOHH
TLvrtruavt v ) —FTA)BLUB) OERE
E—BIEREEBE 4 1SR T, Cs,CO, 255 E F — ¥
VLR T TR F =YY ZRE % 10vol% % TR
SHBZ L TCRBICEREE, LA Lz, F—E VS
IRIE % 10vol% Ll HISIME ¥ T8 &6 h 2 BHREE
DOEMIR SN o572, Fx ) 7HREEOERIKLT
A& EE L7 SCLCOXIER 1D &S ITREhs 2,

J=1(9/8) eoerpoexp(0.893 (V/L)*%) (V*/L?) (1)

ZZTe 3IAAER (R TIE3.0 &), i
FAHBE, 43X 0B RICKI 2B TBRIE., 8
IR, L3BETH %, F—Er &
hThwhknwILr s tart ) —H1 (A DBREE
—BEFMEE LRESCLCAT T 4 v 74 V7 &l A
2L T A, MR E RS T3 2 Loz,
T4 T4 VITORR, 1,=37X10°cm’/Vs &
VB=35X 10" em®™/V*” # R E -7z, ORI
FEIZHREE LT3 TOF IS & > TR 7228kl (1
=58X10°cm’/Vs, p=45X 107 em™/V*?) &1t
B ROW—ER LY, —J, A= 20FHNIZHWL
T, BREEIIEEO XKL 50, BREEE .
AMWBLE]=06(V/L) KT I ENTES, Cs,CO,
HEEWH 15v0l% P —E vy rEhixLv s taryty
) — %1 (B) OB EE — BRI A EEO— KB
ELTCT A T4 VT LT A, ZOBEERIT 24

Current Density [mA/ cm?]

2 0%,
107! 10° 10!
Voltage [V]

1072 [ R B |

K4 xvrburydry)—REOBREE L RI)ELE

5 56 % (2012) 49

X10°S/em kx5 72, F=ErrEhTnkng
AR OBBERILEMIZ10° ~10" S/ ecm DIF
THBHTEnb W, F—¥r s Ehi MPT &%
JEEE VBN A RTINS o, 720 YT
UV iEER MPT @ HOMO % & UF LUMO 1365 1K
otk (AC-3) LZAAFED IR A 5 HOMO
#-6.25eV, LUMO %3-3.07 eV T % Z & &I
LTWw3 Y, —JT Cs,CO, ZHMO (T FBBIZ-2.2
eVTHEEMEENRTNEZENE Y| Cs,CO, #H
WA 65 MPT @ LUMO (-3.07 eV) NE 23883 3
2DLEZHNDE (R5). Ht->7T. Cs,CO3 ZEEMD
F—V 72k 2EHEKEOKE L EiE, Cs,CO,
BEWPS MPTNOBTHENCLS2F v ) 7TEED
BN X > TR I N7ZEDEEL TS,

(3] B EL ZTTF D4

5% EL %7 (C) (z =30 nm) DEHIHE — BT
MeBRDE-—FBEREAR 6 18T, £3. MPT
12 Cs,CO, &M% 10vol% K =¥ v 7 Lz 24, Bi
BEENPKREIEK N L2, 158XV 30v0l% F -V
7L FRT T, 10vol% K — ¥ ¥ i L 6% 0K
FEALICE 8200 h o7, ThoDfERIZ, ©
Lo ra vk ) —RTOMEET S ROMHBE AR L
THD., F—=YV7iRE 10vol %L T+ 2 KE T
MEPNBENBEZEN 57, £/, 10vol% F —
YV OBAIEFERENM EL IR, 2h
PLED F =¥y 7 ¥IEIZ L =BA IR AME T
L7z, ZHIBEFOF -y Zick > TR TAED
AR E N DEELZ 6N, F—3y M
EAEDTEMTLERTREOR RIZIEZ 2856 %
WZ Dotz

A1 EL %1 (C) # 50 mA/ cm® O E RIS T HXE)
XE L EOMAMZEFMG L2 (R7). IS
FTIZX->TERED 1,500 25 2,000 cd/m” Tdh - 7=,

—2.2eV

B

LUMO (—3.07eV)

MPT ETL

evaporated Cs,COj; film

HOMO (—6.25eV)

K5 MPT & Cs:CO3 ZEEFEMD T XN F - LA T T L



50 TOSOH Research & Technology Review Vol.56 (2012)

: e : :
120 |- ; ?E/;y Dggo .. ()

r o o ]
100 j 2 15% DDQQ .. —

Current Density [mA/ cm?]

Voltage [V]

<

~

=l

2

g

=

.

=

= o 0%

g 1t o 10% -

& o 15%

3 I & 30%
0 1 1 L 1 1 L 1
3 4 5 6 7 8

Voltage [V]

6 AW ELRTORRHED F -y ZREUAAE (o) MWL S KO (b) SRRy & BT

EL Intensity

Pl — 30%
0.5 L L L L 1 L L L L 1

0 500 1000
Time [h]

15F 7 ]
[ (b)
e A
E o . i
< v el
E L U O a
wn L
[ L
& 05 -
S
0
0 500 1000
Time [h]

7 B ELKTORGRED F— Y ZRIERIAE (a) FOURLE LT (b) BEIEREORERZ(L

A DOAER . Cs,CO3 ZEEMD F — ¥ v 712 K - TH
JEDIRFE & WRB LD LAPHIHI SN b Z & n 505
720 FRIZ R =BV ZIREE 15v0l % D IS & BV JFdn
PELEN, F—E VT afTo TOEVRFITHRTH
SfERFMIL Lz, 2Ok BEFMILIEF-EY s
12 & BEREYFE S T & > TEI2hH B A HIKIR
L7zZ EISRRAT 2 EELTHS,
UEDXSI12F =¥ Y7 L7 MPT & 1k e % 1
W3 Z L TIREEIEE REIEILTELZ &R0 -
7o TV buYA V) —RTOFHERERL? S F—
Vv IZ ko TRELEE .M ErAR M= &h

T T T T T T
— 120 - o 30nm (0%) L 0 (a)T
g [ o 30nm (10%) S . 1
% 100 = 2 100nm (10%) Rf . a
| o ]
& 80 R i
2 [ Sy 1
7 60 - &0 i
= (A Q)
) r éé Kd
2 40} & o :
=} L
&
g 20 - -
U |
04 ! ! ! !
4 5 6 7 8

Voltage [V]

5. F—Yr 7B rinkhs ORI 48N 8T8 H¥
ELEZ T OMEETICHEL G A DO TR AN, L
Fi. o sMatEFENL 72, A ELHET(C) x
= 10vol%) 2BV CETHRERFOBE 2z % 30 2 5
100 nm 2N X B = BAICOWEHEi A7 - 72 & 2
2. BB OBREREEIRIZA E BN EDR G h >
7= (B8 (a), . FFmrkitt (FEWHNE 50 mA/
cm’) IZDWTE RIFARBRIE O TR D, JBEH
INC &> TERFFMICELELRITT I LN BNWT L
WAL (B8 (b)), ZOEHIZ Cs,CO, M4
BIHEBIZF—Y o 452L T, GELETSE

4 S =
3 o o

EL Intensity
e
3

30nm (0%)

0.6 - ===30nm (10%)
100nm (10%)
0.5 L L L L | L L L L | L
0 500 1000

Time [h]

R 8 H#ELRZTOETELEONIGRANE (a) BEIANH & WBEE, (b) SRE)EE ORI



o — g% - Bl

L I L SN B
120 - ¢ MPT (0%) o e O
L oMPT (10%)o ® "
100 - mBCP (0%) o @
L OBCP (10%)0 o

Current Density [mA/ cm?]

3 4 5 6 7 8 9 10 11 12 13
Voltage [V]

% 56 % (2012) 51
10— —— ‘
\ )]
09 ——MPT (0%)
r ~ ===MPT (10%)
2 o8l = BCP (0%) 1
g | BCP (10%)
E o7k
—
m
0.6
0.5 R
0 500 1000
Time [h]

9 MPT %7213 BCP W= 51 EL X7 ORE (a) BWREE &WEIELE. (b) FOOME ORRRZAL

ROENEILD 5 5. BT AR I 2 Ik o »
W T/NEL w5722 L B#RLTNWS, KT, B
BIEDZEALEES Z & 75 < BTk OBEE A2 Bl
BETHIENTEDLD, v A7 uF v T 4 i
NOHHSERB D EEIONE, Y4 7uF v
T4 &R (WE) 2EEICREIT5 28T
PR AR X ZTFETHD ., ZTOHRE L@l
ol FaEEXSZZENTES, 2Tk EMiae
BHEBELZ 14552 ERTERZEH56, WEE
JE O BREARAT A A3/ & NVl ik g ORI R ZE T %
gD EILEND,

RIS, MY TV VaEER MPT & & %6k e
BE LT TWs 725y by vk
& Bathocuproine (BCP) & Dbl %& 177 5 72, A%
EL#71(C) (x=0, 10vol%, z=30nm) ® MPT %
BCPICE A 72 R F AR L. Z OB ELT 2z
L7z (B9 (@), ZDEE, 50 mA/cm’® DEFRE E
2B AEREIEIEIE. K F—7 D BCP #HW/RKT
T104V, F—YVIEFTT6VTHo7, —HT
MPT #E k@ IcflnweE7rTid, K F—-7ET
T72V, F—Y UV IEFTOBAL6TVTH7. %
7=, FEmnalli (BIREE © 50 mA/cm?) DK%, BCP
EHWEHRETTE Py 2o k> TKIEEELEHL
DEKTTRETH D Z &0 ->7 (B9 (b)), L
Lo, MPT # <K MERE SN THE 53, MPT
PENTFHEZ R OB EEMEITH 5 Z L 2l ¥
5ZLEMNTE,

EFREMEIO S FREEE F -y R MBI
DNWTRBUED & ZALRHTH 208, Sikatil s ket
BTNz WEEZ TS,

4. &

G~ )T Y VSR MPT % 8 1 ik e

[l

ELEHRTOEE A5 EM EE2BIEL, Cs,CO, %
F—E Yy ke UTHOW R PREIC O W THRET L
oo TORE, Cs,CO EEME N -y 55T L
THEFEREOEEMENREL A LT EZ L1550 -
7eo 720 MPT 2B THBEICHW-GHELE T
ANOD F =YV &> THREEEDIK T 5 KO R
LA FBARER 2 & B2 572,

Sk, S HICEMEEL A EL MR OB A BiE 3
EEBITHBE = FMBROBIFRIZ DOV THRETT %
ZEETELTNS,

SE 3

1) HEE, 2008 A EL 77 / v v — K4, 18 (2008)

2) C.W. Tang, S. A. VanSlyke, Appl. Phys. Lett., 51,
913 (1987)

3) C. Adachi, S. Tokito, T. Tsuysui, S. Saito, Jpn. J.
Appl. Phys. 27,2,1269 (1989)

4 ) J. Blochwitz, M. Pfeiffer, T. Fritz, K. Leo, Appl.
Phys. Lett., 73, 6,539 (1998)

5) KL, 2%, A, A ELT « 27V A, & —
4tk (2004)

6) W, 28, EHP YT R&D L E 2 —, 33,
2 (1998)

7) HAZEMHRE 2 RB AR 142 ZE 2
C =M, AR T N A 2 — A & IS
MR- 734 2ET—, A — 24t (2009)

8 ) T. Matsushima, M. Takamori, Y. Miyashita, Y.
Honma, T. Tanaka, H. Aihara, H. Murata, Org.
Electron., 11,16 (2010)

9) S. Chen, T. Chu, J. Chen, C. Su, C. H. Chen, Appl
Phys. Lett., 89, 053518 (2006)

10) P. N. Murgatroyd, J. Phys. D: Appl. Phys., 3 151
(1970)



52 TOSOH Research & Technology Review Vol.56 (2012)

11) 7YY afi—Txlbr—, Iy T J AN,
v M)y ZAMBE F -y IR E 25 5 B
B, RO, F—Errah-aAEME»5 %%
JEOBGET Y, R 2007 -273978 5 A

12) G. Li, C.-W. Chu, V. Shrotriya, J. Huang, Y. Yang,
Appl. Phys. Lett., 88, 253503 (2006)

13) T. Nakayama, Y. Itoh, A. Kakuta, Appl. Phys. Lett.,
63,594 (1993)



