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A A — REE7e EDT A 2P| F COEWERBEZ M L, MBS T34 ABZIC XY
R E BT, W7V — 7 ENEZ VL — 7 DNEITHERE LT OMBE - 731 AHEER
W, @F A A— K« PEEEOIRNT, @D F « T /NA AV Ial—Tar ki) 320
THH CHFE & HEE LT,

D #E - TA AEERFE

R CiADZ RO LD 7= SEEELR 2 @O TiOk 1 DB 217 - 7=, [EAE20 nm
DRI TN EEEE L T2 EA2400 nm OB fEHEE (hierarchical) % 9 % TiOzkr 1 % i
BT D2 EICkBI L, BEREBEDOR TEZMA 2N, HEHTIAD D Z L3 AlHE
Teote, Eiz, KIEMEDIROSnOKL N2 A EE L 72 E 400 nmOREEH#EE /T 5
SnO2hif-Z &R L, tsBWas &KL & L2 LA DR A2 s L7z,

FHEFEIZ DN T, Black Dyek W B ENICEEOH 5% (HIG-1)., &V WLINEE
D HFE (HIS-2) B Lz, £72. TiO: LOGFEDEELZL S Z LN fE i L
LT, EBECOREHET VX LVE @R UhodE, @ —7 1 F =—r /L —7 %
ATDHZLEERE LT, 2NHDOaFELZHAND Z L TELAOMEENRR EL, AFEELES
T=DICHNR HETHDZ EEFEH LT,

FREE R A SERRE LT AN EG T DR AEE LA - 7 T A
DOE/T, 2011VFICAFHEOR G EM OB Rk A T L7e (11.4%), Zotk, &
HEAFEOLRIZLY | AHh511.6%12m L& d7,

N T AHA FREERICBW I T ey X e a7 A0, NgOET Y
—HIENC L0 RN F16.7% & 2R LT,
©@ FAA—F - REEYMEOREYT

INET, XA 4 — P2 RS TiOo/ B R/EMR A mIZIB VT, AR OWAEIRIESCE
W TR OTINANT L 2 G ARFRE O B2 T~ 75 K. 4-tert-butylpyridine (TBP) |2 X
LBEIE (Voo) OBEMABIHCIRREIZI T D7 = /L I #Efr (QFL) b LICERT S
L EMER L, £, AFROZ R —HEMAEICL Y, 5F D HOMO & LUMO #:
M.DZE(E TBP ALFRIZ X % TiO: @ QFL O ZE b & 1 ZIEFEE T, AFE/Ti02 A fic B
T TiOz ® QFL & 432 HOMO, LUMO YA 23 Haiic s 7 95 Z & 28 ic /AL
720 TBPIZ X% Jsc DAL TFIL, EF/TiO2 i3T5 PR 1- 2L A3 Kbk IRAE D 5 D
SyFEE (R —Y¥ERr) & TiO: @ QFL (7 7 & 7% —Y:fr) OB ARSI EE b
2. FORRE L TEFEABENEZNLL TWATDTHARHALNI o7, ZDO3RRA
1. ZHE TORMBIOEAEREICE T 22 —#r+ 2 W REMERH 5, 512, FTIIR
LRI AR UL 72 & DT L RHFALFOMA G DRI LY . EfERT O TBP 1%
KEHEEGZN LT RUBEOINVR U EEMEER LTS Z VAL,

@ AF - THAAAYIalb—Vav

TiO2 BT OB Ak 2 BT T L TRtk 925 Z L1k v Flix DF A AEEE A
TAHBUMIZDOWTT AL, 2R EEZ S I 2 b —2a T2 M TE T, £, F— R
BBk TiO2 IZB T 2 aFWERELZH oML, BEHT A LA UIVESEL
WMALTEHREAEZRZRET D &8, £72, TIO: FOEFILBET McES%x | &
FIRHR S, B Ha, BFRERSEEZHZ LIk, AERRKEELOEREE
BtEER ST A AV 2 b—Y a VINATREIZ 2o T,

RIZIC, A EE L C, ARHEKRGEROERIbe — R~vy TERETE T, &
BhaR 15-20% % KT DI2IE 4 DOBENET T a—Fn"H Y, 5% OAFEEKSE
DRI A e fa gt 2 E o 7=,



(2) B2 Rl R

<PBNT-HBEMFFEE L CORR >

1. ARG AR ML Z 31T 2 [ER 5 i D = 0L — (7 O [ELHE E

R B R IROR AR TiO2 B EICHUN2 S 8 EA+H AL T, TiO2 O#E 7 = /LINENL
(QFL) ZE42ZHE T HHEERTE LI, 20 QFL MNEMIKIZIITH 4-tert-butylpyridine
(TBP) DFIED#NESZ EH52L T, TBP ([ZL5B L (Vo) DHINIXER ek iE
28155 QFL O RIZERN T 52 L5 T& -, ZOREEIMOT A2 KB ER, 2 )
TEULAE) OO S i = L —UENL O E ~DERIE N FTRE T D,

2. TiO, FOBFWAIRREDFHH

WS S 2h R FE D FER T % Black dye I2OW T, TiO, ELZ2HK M L Z2E W S 4 |
{3 EZ O TRHRE LTc, WEBEDKRINALY hL (it =R /LF—) 2OV TEE
FAZE D PRISN I REBENERICR BIEWANNY M EH 2D 2R L, IVERF
SNT I EREE DR EMEICOWTH LWERZ 726 Lie, £, EBITEVIR
He (B E &) CREAEZITV, BRWEMENEMRICEIVEDD Z L aiticxx
DT THAL, R L,

3. EEFEICB T D EFEABBROF T T L

WL : [ A S B U DA B ENE AR O BLE R ORI SN T MO = 1L — YLD
FHANC LY, E32/Ti02 S IZFB N T TiO2 D#E” =L (QFL) #E(LL 458> HOMO, LUMO
HENLDN T REIC S T N D2 2T L LT, EBIT, FEHAAT IV ORETI, BANANC
FoTHNIRED W] B LT LA BIER TETZ, ZHUTEMR ORI LD EAEE RO T
Sl AY TIPS N AN\ 171 [ B RN B U (O DI AT b SO AV € T o X iR 1N S N )
tRDL Il (R —YEAL) & TiOz @ QFL (77t 7 % —%E(L) MO HIfE & I B b
A\ EDOREREL TEAEABRNPZL TODIENILNI 2T, ZOFRIT, ZILETD
AN OE AR I B D e — LT,
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1. B SR HE RO RS HE L oD 25 MR Sh SR R gk D B8

BEZE : TiO2 2 DO T A IEED AT CIIARNEE T HE BRI T 220300
Too ZOREFUTIESE AFEBEICEET VNV ELEZEANTHIET, AFROW IR BEA ]
TAHZLENTE, ZOM R ESERB U AEZ L W E A 7T AEED LT,
2011 T A FE RO S B ZE BN SR FEER D T 8T (11.4%) B LT, T D, g
DY RITEY, BHNFE 11.6%I2W LW T, D%, 2O F1EIT AT IO E MO & )3
{bDF =727 7 a—F LU CTRAFIES L, FER LT A 24T 200 [FILL SIS,

2. BERMECK RO @ =T 7 v —F Ol

BEEE: BRI A 1 = XA BT A A7 82 RE LR gL, A

o K BT 5720 TiO /& BREO R mIC Ik 2 8f %2 6 - L EDDH Z &

NEETHD, BAENREIRILOT 7a—F L LT, QLW IPCE A7 kL& En

Voc ZH T HIRMEDRIE., @Jsc-Voc kL — R4 7 O, @ FERE KNG E
MU LTz~ VT Uy 7 v a UHEEORRE, @F FEACEBIT 2@ EM DR AR L,
BT T u—F I LT,

3. BFFHIEA R 20 MR BB (i
S S SRR AT TEROND Y ISR 7 204 MR, BRIEORD Y (o
AR — RRERT R IV e 7 2 R KB MR A A B 8, R0
FEBUEASERICIE L & V5 RSB 5. 2 ORI RRT 5728, Fox l3<m T 2 A4 |
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R & O FHERORG B AR L -8R OMFE, EPRZEINRFEEXa T A4 b K
B, BEHERFRBIOT AV IO ) —A v T A TSR, A v RRSRHA S
AT IICT (Indian Institute of Chemical Technology) & 32 OHL[RIBFZEEZTIT > TS, £z, A
A A =P U XTRRFRE L AR PRRGEMIZET 5 HMASHZ1T> T\ D, EER
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§3 MEEBAEROERR

3.1 #Bk e TS RBEERE EITNL—T)
OO MO RBN

EERE 7 KIS EMB A 2 /ER 2 A 2 B & L7 2 A 4 — R« S8R D fifhT &4
T TN ATV a2 b— a YOREIE E LSO B AWM BB AT 2L
TEIRIT 7 o—F 2 R,

@O 7R A%
ARG E IV TEER - BARE R mICAEH LT, P8R, aROME BRI
LT 3 DOBLEN G EE LT,
(1) BT T 2 RiAERE O, e uEEg 7 r—27)
A LI EAGFIA L, SRR (o) ZMES®EHMORD, BibF % T/
Kt % B3 LRI A ARE 7 4+ Y —%2HlT 5 Z L2k > T, KHALADRE
M ESEDREEITo 7,
(2)  FrHlask @7 Lr—7)
SR R AR R L, (B ORWINGEE @D D 2 & Tlezm ESEDHMT, B
FORIRET XL X —HELL (LUMO) & JEERIE 3L X —HE(L (HOMO) % IEffe
ZHIE U728 LWEEE G - G LT,
(3)  wEORT Fuo—F (I L—)
1, ORI RAEEOIER, 2, REOGAFWEFIEICHEH L, TNENICET i
ROKE T 5 2 & CEahRbz B Uiz, FRCE R aR BT 2 e aEik
ORI, %< OREUHOREEZ IS 5 2 & THHBRAE ORI 2T,
(4) a7 AhA bKEEMORE

(1) B LT /R E R O RAR OB

TiO B T AR R RGBT CRaFOWE, B Olms & UE, 7Rt OtE
ProBEL) 72 Ehkx Itk Bl 2 H o TV D T2 EOMEIBIR & FrrlixEE TH 5,
FBELIRITTIONZ B W T, K EZ R L IEHT 240 EEREED > ThH 5,
B CHBELAE 2T IR OBEREOY A ANNET, @EITHRESN TWHE
2400 nmFRE D B KL 1% TiO B MR D HIEL
JE & L THWD, BELE 17 B
(TCO) HT ALY AHL., ‘M~
THONEEIIZ LT UAD 2 FH
T 5, SEA EOEELEETH D,
WZTIO, BB D JE Fr 2 BN & 2 L e B A
NRMETFT 5 &b, #EFEENNET
B DM, FFEOWITRE MK T 5 5 FIREM:
NdH D, X 1 [ (hierarchical) A7 5 TiO,

Z - CHELB AR L TN e a R PO SEM &
CiADDIENEHTHDH, LrL—FH T,

BRI I3 R EEN /NS S ABRAEEDP V7L 25720, BB EOt3EO IR
FED/NE W, (OB AE B AN S, (B OWINGRE % ) | X825 72 DI IXTioHN D
RiPE %2 50 nmPL FIZ L7Zg iUV 7avy, F 72 B —E R ORL 113 RFE O & O A HGEL
SR, SRV R CHEGEL T 2 BELRL FRXFE RO BT\, Bx IXEA20
NMOFERLT- 23 =5 e L 72 [E48400 nmO g #%1& (hierarchical) % A3 2 TiOHi 1 % ffi
EICET A Z LI L (K1), RIS TaFEWERDIKR T EZMA RN L, tx




(2)

PHCIAD D Z &R FRE L R oTe, ETeF /) ~¥ T~ A /v A =2 —DJRFHD YA X
WERL T, FRAx 2RO ZHELTE 2 2 L2 b BRI TR 22 KGR

FANFRE & 720 . IPCEMS A B L7=, (84 (1)-32)
{0 FEH ORGSR ML 2 L@ i | TiO,

WA WS, Lo L, Jefiiiegas a) 16 -=-NP
AT HTIOHR T1E350 nmfHiED ~4-NP-PMS
KBS E E 2 IR E BRI L 5 8

BRRXBMRIK T DT DL E5bN T

TW5, 26 DA EZ S ES 5 &%

728, HIEPEDR SN0k % H g ol

WA Z b el AT, BAGEET A ) b

Stp7m, H—OfBoRE 8 5

{101} & F& HI L 720k 1 N B EER 3

L 72 B £ 400 nm @ B g i & 00_0 02 04 o8
(hierarchical) % £ 7 % Sn0, %7 ¥ Voltage / V

(SMS) ARk L. #iilgE LCTH
Wiz (X2), F /7 ki+ (NP) O
W BT HARS b mERE

K2 SnO,#iFZAWN-tILOEE (NP: F+/ HF.

SMS : 400nm P fE Hk3E)

BHRAL L REZACIAD DO RIZ L > THREWINT ZE/08EE D . HEAERS M -
L7z, SHICENU - TRBKEENRE S M E L, ZIUXSMSHLF25 L 0 it
BELEMEEZ A L. SN0, 7 = L I HEMN N E T RAAX—l~ 7 52 LRI L TN
Do BT, FERERER T, TIOKi+2 AWz EdEilc kv, @A rEZ R Lz, &
TEPEDARNSNOHL 7 D A THERL S LT M2 WD LA [ A TH D 2

EMbmotz, (84 (1)-14)

FHREAROER

OB E R OPERER LoD 2
WISV % 8 5 B 7= 5 O BA %%
DUATHY, HERZR LSEDH7
DATIE AT & T AR AN fE IR I 3
UN TR AR BE O B KA S IE I B
WHETh D, FHAIFRU F—E U Y
VR R— 2 KT T TR
BELAEATHZ L2k - T, WD
EWEAL L ORI E D) | & 4T -
7= NF—HlicT 7L LThY
Tz VT I VEREEALLLTY T b
F— N EEANL T E L THET DRusk{A (HIG-1)
ZHRUCARR LTz, ARuSB AL TR
BHUZIR S VB AL, HEEHRNEN —F R
VW E I TV D Black dye & Fe_ T, R RH
WCWINBRE N = <. EORES & L TIPCEA
A7 R UZEBWTT00 nmbL O AR MR T
DEFNROUGEN LI, SEEIRAHML
7o (X3), (84 (1)-64)

Ru #—t U YUl a N— X LTl
BERABICBWT, 24—V P URN AT
= =V E = VERIL A A LT HIS- 2t 56 &

400

1PCE (%)

500 600 700

800

Wavelength / nm
ek (—) LkEaE (---) ot
T4 Hh=s (IPCE)

900 1000

7 T T T T T T
300 400 500 600 700 800 9200 1000
Wavelength (nm)

X] 4 HIS-2 tA38 D IPCE AX7 kL

B L7z, JHWIZ—EB ) DU I n EREZEAT D Z LI LY, HEEE



ZERWIRINZ & O8ERIZ T2 2 L TH D, HIS-2FE DTN IEARENT, Black dye & kb
AT, FREEROAL ST, AR ORRERIZB N TEW I R bhoT, X4
IPCEAXY MUVIZART X 91T, 400 nmfhz O Rk CrWEFINEEL R L, EbIC
500 Nnm-800 nm % T Y FAEIRIZ 35\ T, Black dye & B8 & L CHW-EHiZtt
NT, HBOETIRE R L, MR E L TEKER23 mAm’ OIERIC K & 2t Eii %
55 ENTE, (84(1)-22)

BRENTIONIRE L THIRIEM 2 R 7B, £ OWERENE - BENC KX B2 5
2510, REOEEBIENEEThH 5, AL TILHEASMTIOZR MIZ 31T % Black dye
O AR AE A AR b o R VBT CREMICBLII Uiz, RNTiI0 K ECTEET D &
B EZTIONEA LI K20, B
B ERBEENRKEIKTTSZ ()
LMot TOEER T
tF#E LT A ¥ a— Ll (DCA) it
W& SELHENRRSHENTE 0
7o PR HEOIRIERF [ 72 KR AE S { Q @

(b)

B JEAL D 72 DI FEM 72 S A R 3 03 @%%‘73
EHThY, £< ORI IR N5, RS
%72 DCAEAVAHZ LIck Y, & o O30 pe
OEEMEICHLZEEZ RTINS " L, g

D, BAITORZITEBRLR 2GS

6:&&:4:/)(\ @%%@%@6:5&% X 5. DCAZXEL LRWIIRfE

LICK K 25 EEZ 59 5 B0
boHLEZ, LT, BEBEECERTASAVELZEAT S 2 L ERAT, K5@)IC
IRUTERUBFEDL T b — MEICRET VI NVEEZEATDH L, DCAZDHR T
b, RN L FBEENET T2 o,
ENRLRY | AFREELSZ LI
B Lz, (84 (1)-19,20)

T, BEMSECA DS (X5
(b)) #EATHZ L THOIEOEESL
i<z &mTEs, (84(1)-36)

AHARITIEEMBOE = X MER
REBRNBRNBELFT DR EDORE
N OIFFERHED BTV DA, RugkiRiz
FEA_TCTIOFRm ECTHEE LTV, £ 2

14

- =y
o L]
1 1

Current density {mAfcm’)

THEL D TIEEERT S0, M6 o —
(R T R 3R & R O DAL O o Vdagem ™ ™
AHREFRZHBUCHZE L, AlER M6 FHEOELEO 1V

BN TR EIVEEZEATDHZ LI

Ko TEREZEBI < HIEIT —RICBAELEDOM EICAEZTH L0, nEIERN/UIN5
LI o TRV ENME T T 572012, < 054, EREEIROIK T 28V,
FOREER RIS D70, Y—I NV TF = — 2T HFHAKAE (LI-3) 2HHlics
L7z (K6), h—27 vFxz—rPhaniEai (LI-1) [ =TI 1T =—2 Db
53 (LI-3) TldiVock K& M ET AN TE T, V=N Fz—0nbH0HE
(LI-3) Tik, V= NTF 2= iCL > CTORMOBELS Z ENTERLEEZD,
T, VI NF=2—rRNHH0HE (LI-3) TlE, = 1Fz— Lo THOHED
IR ROVEENEL ol ARN KW T 2 ERANIALS 5 2 &
&Y, ERERLRELSMESEDZENTE, AFE~V—I L F = — U HELE
ATDHZ LRV AED o B RO EEEZ R DD, BEZE H LW 134G
Rt T s LN TE T, (84 (1)-19)



(3)

BIRILT 7o —F DHEIE

INETHELNTAAORN IR ERIZHEH L, Black dye & O A5 R THWD BT

HLHLHER K > W TR E 21T
-7z, Black dye Z e & L
TN T £ 3 HE RO B #E v D
IPCE A7 ML ZEXT@Q)DH
#r T/~ L7z, Black dyel3400 nm
A TRERFIRMET T 5, #
113 Balck dye? E /LW EAR %L
DR S| BAHE DRI KL 5
HDTH D, 400 nmiTil DIPCE
AXRT MO EHDH T2
B LWIRHEAIYL (MT7h) %
B L7z, 2 OILHGREAIIT400
nmmZHR W ZH LTV b

(K7@D EM) . F7mr 1
\Zn-BuOKZHEAT 5 Z LTk
Y 55 [\l D EEEE & B < HERE
b A G Lz, LAY &
Black dye# W75 i1 d Z &
(2L D 400 nmiTid TO &A%
BIIRELIE L (M7 7R
#) o ET-IFEIHDIPCE A~
MLORERZ 2% & | Black
dye HLh & M3 A YL EU M o
IPCEA X7 RV OFIAS, Hbg
#IY1 & Black dyed i H o854
WS T D2 EnbhoTe,
. LR AERIZIB T, SR
RN ETDHZ LT
Black dye7sWe & 9~ % iEifiE 28 ik
DF %, IRPRIRGH © BRI S T

T, Black dyeDAFIEIZ L > TRAEDBIT HLD Z LIk Y
2ODBANG | B O B2 RICH AW AE R TIEEFDRMME T

W45,
%o LML Z OfERITIIEAIY L
D52 K - T, Black dye D35
BT BN TN ERNbh
o7, BT HIEER Y 1D 531D
A X, WEYFA S 3Black dye &
BipbhENEBEZLND,

AFLBEERAIYL 13(1) 400 nmilTid
DIPCE AT MVORZHED D |
2 aFERELOBREZ . (3)
LAY i Black dye DWW %
i ewn, OREEZA L, FrEQ)
LRI D REREKBILEGD
ZENTER, FFEQND

(a)
100
BD+Y1
80
< 60 \/
V2
8 40 l {{x?/;@s
2" = 7
v L T..BD\
0
300 500 700 900
Wavelength (nm)
(b)

I-V CURVE

Date :

22 Jun 2011

IEC60904-3Ed.2 0.231 cm2(aperture area) WXS-220S-20 Data No :

6

5

ent (mA)

Curr

oys
4. W s
LT e
1
NECOE R occ
L g
Backaye

Co-adsorbont

NIMS5-01
sample No :
NIMSS

Repeat Times : 1

Isc 4.93 mA
Voc 0.743 Vv
Puas 2.643 mW
Ipmax 4.53 ma
0.583 V
72.2

Vpmax
F.F.
Eff(ap) 11.4 %
DTemp. 25.0 <
MTemp. 24.9 C
DIrr. 100.0 mW/cm2
MIrr.  99.9 mW/cm2

Scan Mode
Isc to Voc

AIsT

7@ HERT 7 arAr b, (B) BD & 4L
Al FiEaFE) . F) FflaEsm, () BD B, (b)
RIem ONRERHFE (Bi—BEiM) KO BD &%

ER DORE

i

NN

HEREF O W A5 B 703

100 T T T T

80 |

— BD
—&— BD+HC3
=B BD+HC5 |

X 60l
w
O JI\\iff
o 40 N
g:s /_S
20 Nc}l{oo}l ne : "O0H
HC3 HCS
300 400 500 600 700 800
Wavelength / nm
8 A O & Black dye & £ SE KD

IPCE A7 L
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TiO27> & TR~ D& BB INE v, BREGEIED M B Uiz, Befrc a8 EmkRs
K%wfwﬁﬂ+@¢%ﬁw\mnﬁﬁﬁﬁ%ﬁ&ﬁ%@w4n4%%%mbt(l%)
ARFGENT K o TS RIZI T 5 EH OKGHES AT 2 L3 T 72, (84 (1)-44)
IO RN EEBHROMN LA B LT, FlEEER OB Z1T-72, 7 k
FUEAEALEZAHE (HC3) LBFHEGREANE VA7 FAT I VIRER LI-0HE
(HC5) #thighat L7z, HC313400 nmfHif O &2 DM LIcFH 5325 Z LN T
oo —H. VAT FAT I OROETEEIEIZ LW HCSOWIN B — 27 13500nmiTi)
FTCTV7 MLT
F£7- HC5 12 HC3 X 1 WLUHE S AU N = 6D, 400 nm {7305 D B0 3 & X 0 U V#iPE T
EEHDHZENTE, 72 HCH IZRBEETE - & bWk R (500nm) T &1
ﬁé%f? EMb | FEEAYIC, Black dye & HC5 # 3L 5 SE 22 L 0, 400-600

BIF 5k ﬂféi%ﬂ4%miéﬁé ENTE EWHE 11.6% %157, (§4
mzn

(@) T AHAPKEGEMORR (7 1—7)
“\137X7U4’ NS i.9 I I
A& o, EWEM (TCO), E =— TCO
XTI, %?L e /)% ~ ™ Blocking layer
BT ANA NE, A= VSR OJE — TiO,
KRB CHERL S hfb B, e AHA — Perovskite
MEIZBWTRRAIC L E T LR
— VBB S AU, A iﬁ&ﬂﬁ?ﬁ NS
f:ﬁi TCO ~, HA— LT H— LfgixEE

— Encapsulant

ICHEASND, OB TAHA B K — HTM
B R A Y | E R RO B — CE
TR, AEORDY I T R 9 N7 RHA NKEEROSE

HA MAPEL BREER O ) ITAE R
—VERER B S Tn D

(@) TiO:2 71 v ¥ FBOET 1 P —O i

TCO I[CHEASNIZEF BN T 2 A MFUIAHAET 2R — /L L HREET 2 L AH#H
HROE TIN5, ZOFREAOIHNCIE, 71 v F o ZEBRRAT, TiO: X
InO R EDNY XY vy TOREVMEIR T n y R ZBICHVWLNS, 207 ay
F 7ML TCO OFRMIZHES IR ITDLENDH L, 1@H., Z D&% TiO2 OF]
W@@f”ﬁ%%“f\XEVZ—?4Vf%ikﬁXfV—ET¢§énéoﬁﬁ
TEN5DTFIEIZ ALD i (R JEHERD) 2 A CTRGEMMERE~DORE LT ~T,

Spin-coating Spray pyrolysis

100 nm

10 &FEECIER L 7= Ti02 $05 8 0 SEM

A a—7 47 A7 L— ALD ETER L TiO: 7 u v X Vg0 REE 7
o v—%X 10 127, b0 SEM BEFOK X 70k 1-(10-100nm) X TCO Dki
FTHDH, ALY T— ROLGE NS WRLFNTCO ORI —Za—T 4 7 &,
MRS RE E -T2, Flo, L DOV HR—ADBR LT, —F, AT V—ikE
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ALD Tk, 7a v R o 7 BICBbTF Z U RiI3 R 29, 1I3FH—I2 TCO ki D&
HIZIR>Ca—T 473 NTEBY, BICARZAEKR—IVThotz, 7 vF
JfEn TCO £mx a—7 4 V7T HEENERHTZDIT, 11 (a) T X9
ZFOHREZ—EME T, HZEAKE (Ag Vapor) £7-1XAgF /~<—2F (Ag NP) %
HAWTAg AR > b (HfE : 3 x 3min2) Z{E-o7-, EED 25D AR v MMOEZH
RERE L, 25O FEEN HIEE M5, TOMEEZX 110IRT, T e v
VIRBOEBIIA Yy a—T 47 < AT L — < ALD OJEIZEL o TWbH, A
By a—F 4 v VTR LT By % v ZT8IC i%<@t/f~wﬂ%étb 5

it o & HIRS ALD SETIE TCO K F-RMEICH— I a—T 4 7SN TWDH T,
* - (b)
(a) i ] Ag squares  —~, 106_ . Ag NP
Compact ! — < @ Ag Vapor g
TiO, layer o
" Gifrentfion” — FTo 2 104 =
glass > Q9
+L . 8 9
®
B 101
_ . 3 9
\ :
A B C 10° | | |
D E F Spin Spray ALD

Substrate
11 a3y NEaRED Ag ARy hO/Z—2 (a) & FEEESL (b)
HEhrnbotbEmn, £/, Ag T/ X=X FOBUIEZEZRELEO LD LY Hy, Z

FUTEZEARELETIX Ag 0V NS e By h— iz rgxw ATeDIZx LT, Ag 7
/\HX MIREREUF—IIZLDPADVIAD RN ThHDH, A a—7 0 7k
DG, BEVR—NLDOY A XGMMRKRELS, MEDOENKELS RoT, —J, ALD iE

T, WEOENNSVDIFNESNVWE L R— BN DRn=oTHY, AT yx 7
E#%ﬁ%ﬁ Ia—T 4T ENRTNWDLZ ERbhotz,

K1 NaTAhA ~RGEMOCERNE

Blocking S v, n R R
(mA oc FF sh , s 5

layer 2 (V) (%) (Qem’) (Qem’)
cm’”)

ALD 18.74 0.93 0.72 12.6 4202 5.6

Spray 17.37 0.87 0.58 8.8 1182 7.1

Spin coating 15.30 0.79 0.54 6.5 567 11.3

Without 2.44 0.51 0.26 0.3 247 157.9

koA ra—F 40 AFL— ALDETHE-7u vy X S EEHNT
KEGEMEER LTz, TONEREEZE 1 ICE Lz, AV a—T ¢ U 7IEITER
B 6.6% &RV, ALD 1A b WA 12.6% %~ L=, (§4 (1)-9) ZDELH
I RKBEMO T ¥ BT (Bsh) O¥INCH 5, Rsh Xz 37 Mo & R UfH
[T, Ava—7 4 < A7 L —<ALD DJETHE 2 5, Rsh I KEGEMOELH
WALEBRL TR, BErEMEAEMA D E BshE< 25, £, BKEE (Voc)
H ALD (DA T 093V & bo b bm< . A a—7 1 7 OGE1E 0.79V &K
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W, TayXr R EaEsRiTneE . Toc 8 0.51V, Rsh 28 247Q L IEFIZIEL . TCO
RENNZBWTE S ER—LOBEREANEVHEETEZ ~TWA Z ERbhoT-, N1
T AA N KEGEMOERICITIE, SRR T e v T AT D LA
RTHD,

(b) T AHA MNEDETT 11 P—DHH

ZNETORE T AT A NKRGEMOZEHNFRIT R 15~19% & HE ST 5,
LIALZ2G, ARINTZHD L[
CFEEHWTER L T | 2242

SO B X BRAXL, SF VMR « O DM based Pbl, fim
OFBEMEIV, ZOFEMEOK S —— DMSO based Pbl, film
L. X TAHA FDATT=AX LD -

M L OFERbDO K& ppEE L [ -(001) of Pbl, crystal * FTO
%, BEMOKOERITELOE 8 * Pbl,
B HHoXa 724 Ngofk - e °
WU % L ELBND, BUE, B R
FOEALTE, ~u 7T 2AHA MEiE | N X

2 BEPETRIRIE CTIERL S A A M , , , ,

%\, 20D 2 BBERIRIETlE, 77, 10 20 30 40 50 60
FTO 77 A2k S iz % fLE R 2 Theta (degree)

{bF# & iz Pble ® DMF &k 12 DMF & DMSO Z VAl & L C MV 7= PbI2 /B XRD
Z Ay a— kLT Pbly JE&TERK Tk

T 5, RIZ, ZORZ I UEAF IV

7 2 (CHsNHsD) O IPA #WRIZEGNRIEL N0 7 AU A MEZERT 5, ZOFE
IZBNT, B OREICRE ST D 01X, OPble 2b_Xu 7 AU A b ~DRISED
RERE, QBN T ANA NOBEOET7 30 o—0Rpy (ki +OECRiR
mE), —HENC, JES

725 200nm @ Pbls Z)§% (a) i’ejl'ovskite?o.:ﬁmf bas_éd Pbl, i a (l;) Perovskite fr'om‘g‘MSO based Pblz._
flzmT A4 Mo SR -

.

EbHI2IE 2-3 Bt o
REPMLETH, 2
DN, TERL S 7o~
07 A A ML DA
WRICHiAE T D8N0 B
%o IR S EL (3K
HEET) &, Nu7 30 Vg :
AT A b ~DERHLN R 25 25 ‘ |
+45T, a7 2AhA
& Pble DREWMHN
BRI b, ZORE
WZB 57 A
/]) ]\ & PbIz O)H:‘%Z)) o 50 100 150 200 250 300 & 50 100 150 200 250 300
T2z, & Particle size (nm) Particle size (nm)
BRI Do X N X 13 B Shiz~<a 7 2 H A b D SEM BH &R
L%, —JFH, a7 2

1A N ORLT-53H1EE ORIEME Pble DR iR 714K A7 L T 5, KE 72 Pblafi ki1
NI TEATFLT I EDORIMEERT S, Xa 7 AT A ORI R5ERIT
%, E£72. Pols i DXL BN 7 AN A MRiADARE—MEEZH L, /E> T, H
Btk zm ESwE 5720, Pole OfEfALZ MG T 5 2 ENEEILLEEZ OND, £ 2T,
BHEMEZR L5720, Fex i DMF O Y12, Pble &< BAZ T 5 DMSO %

83%in
170-230 nm

Count
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AL UCTHY., PBL OfE b 245 Z & 2374 7=, DMF & Pble O it o
fENTRERIC L D & . DMF & Pble 3 101 TEAZL CTHE Y . Pb—0 R FOEK X151 2.431A
ThbH, —7F. DMSO A 2:1 DHFET Pbl EFZLTZHE1E. Pb—O R FOE ST
2.386A Th %, a“foazb%\ DMSO i DMF X v Pbl: Mﬁﬁﬁfﬁ%%ﬁb\o ZZ T,
E7R EOFMEALDO -1, ZHUE TiO Ea&RIT T, HiEEEOn 7 A A MNEgxhf
ﬁ‘éi(F%aafﬁffﬁnT%fTOf_o

FEEI/ERL L7 Pble > XRD v — & 12 127779, DMF O34, 58\ Pble
@ 001 HOFERE—2 (20=12.6" ) ﬁﬁéﬁﬁé:ﬂé 23, DMSO D& . Z D — 7 3k
HEnZeholz, 1€- T, DMSO THRIES 5554, Bk Sz Pl L7 E/LT 7 A
Thb, ZOIZ DMSO 7 Pble t”ﬂﬁ@%ﬁm)ﬁ/ﬁkéﬂtt . Pble O T
T H T, BNE BT 21T - 15 . = O Pbla 81235 1) % Pble & DMSO O H3R (% 1:5-6
THY, BALL TR DMSO $Z < EFENTWNDH I ERbhotz, ZOWER
DMSO DIFTEIZ L - T Pble OFEAALABLIE S, TEAT 7 AEIZ /25T,

RO Pl A I b AF AT I D IPARIRICIEE L TXa 7 2 A g2
15, VE%%%LKAH?“X%% MEDET7 1 v—%[X 13 (Z/~7, DMF - Pbls ©;
Ay K 13@E QIR T LI, BlREn-Xa T A b A FORiESAiIE 50nm 225
330nmifkj<%wo i xﬂ/C\ DMSO - Pble 2B S e a 7 A A D
80% DRI F1% 170nm 7>5 230nm & V) HWGEIRICEF L TRV | R +OB—MENE
<72 o72(" 13(b),(d)), Fex NIRRT E/NLT 7 AREED Pble T 7 A A k
DR OO EICETH D Z L3 nhoiz,

EROFEEANT, FREN 120 HOX0 7 204 N KBEELZER L, 20
B4 TiO: 7' 1 v &> 7 J@i1x ALD
THERL, A—ViEREIciT L 50
¥y R—7" &7z spiro-OMeTAD I Amorphous Pbl, (c)
RV, B KB Em oL 404 B Crystalline Pbl,
BN D 3A % X 14 1 ZRT, T
JL7 7 A0 DMSO -« Pbl 575 5 /F 30
WU KEME 7 V—7 A, F
> DMF - Pbla 726 L - 20
KM@EM A 7 v—7 B 1245 1. 10-
TI—TF A TIE, & /%Uﬁfﬂéﬁ
13.5%, BIRZAEHDZIT 10.8%, 0-
BRI 125% TH D, 0 2 4 6 8 10 12 14
87T% DTV ILINR 12% X 2. %D Efficiency (%)
FOXJ—MENRIEFIT LV, —F, 14 WSROI
TN—7 B Tld, L5
14.% &2 T, SEEEBINHE 9.7%, 9%LL T OB/ Z Wb, [ UERRTT
ETHLNEROITLOENRRKRENVW ENRHLNTH D, > T, DMSO = HWTER =
NIZTENT 7 A POl &3 a 7 20 A M RBEMOFBNEZ W S 5680751k
D1oLtWz b, (§4(1)-2)

ZOTENT 7 A PO AR CH KRR E AT DT 2 b4 NEOER T EE %
g Tloz)z%:ﬁﬁ“émt:Wxﬁ% MRS (K19) (2 L, &8 OEE % i
b2tk Bonizn7 A4 hRGEMD Je=21.1mA/cm2, Voe =1.1V,
FF=0.72 T, f?ﬁ?ﬁ&&ﬁ%ai 16.7% T 5.

Count
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3.2 HAA—F - FEBEYHEOENT EIN—F, REISL—T)

OOFFED I B
O FREKR GBI 2 X —vy LT F LU U (TBP) I L D% & &E
@kv—Fﬁ7®%ﬁ@£ﬁiﬁ@+k@ﬁ%&$&f&é D=8 TiO, B/
AR S & XA A — REpE L OB Z 1 - P LV THOLMNCTHHERS S,
T IR EKUED T A A L ZOMEHZDWT, IR, AR WINAR & Ok REh,
R ZITV, MEIBAE~T 4 — Ry 7§52 L THA 4 — REEEZH ST L
BT P u—F ZHLNIT 5,

@O 7R A%
uT®m@%®®@EKﬁﬁLT\H%%£mLtOé%%@k%$m®7h4x
R 2 EPEERE, &A= U AJNER E O A T - BRI K VAT
fid2% Z & T, TBP DIRINC X DB /VEHE~DEELZT~T-, TiO, REIZBIT H0HE
RSN DWW FEIRREE 737 L~V TR 272, E& b 2 VBHEE (STM) I X
DI LTF Z BRI A BEE L, B bR VB (STS) T TiO, fkdh R D
TRVF—IRREEFHAI L 7=,

(D FE 2 BB E N2 T SA 2D 1V FRERHI L OB T - B - BERACETEC L D06
PO (7 V-7")
BRI (Moc) ZIERAL S & D FIEE LTTBP O X 9 RIRMIINBHENTH S,
T, TBP ZROfiEIH L & bz, AEWEIREE %&%T%éﬁﬁ%m%%%%ﬁé k
kv, F%b\jﬁaabm%EfEF%L/iiﬁlE>a§f*%EF?_tz§%i%6tﬁnf%ErT<>f;o
(2)STM &L STSIZ L By FBlAIDBiEE (#)v-7")
Fmﬁ@@#%W%ﬁ%ﬁﬁﬁﬁkiUé%&%h &% B ko VBT
ZEMCBIH9 %, Scanning tunneling spectroscopy (STS) 7> 54y F D EFIREE (DOS)
DREZATV, SRS R FH— R EREIRREE RN O RO72/3+D DOS & Dk 41T 9
Z & T, RO E1T 572,
B - B IIBIT K DT 3o AR (WEE Vv-77)
BFEBERK RO KT A AFIEIZONT, vy > MEPL, BEARHEO ﬁ@%
K1~ & FEHLPERE & OB 2 A v & v A0k, BRIy ke £
> THET LT,

(1) & MEEZANTZT A 2ADT-VEHEFM &K BT - X - ERILREFEIC X 566

D FFA

BRI EM Tl EBRKIZE £11D 4-tert-butylpyridine (TBP) <> Lil % DR
FIRA AN KD TiO, D7 = /L I HE _—
fir (QFL) % 5FEa fr—LT 5 Vi E
ZLEWAREETH D, Bl 21X TBP OIRINT Wl {5
I% QFL 23[A] 925 T Voe BREL M
T2 0D Jse BT D, ZO L
— FA 7 ZME T ITE LW ahaEm
N FRGAD B3 TRINAI D QFL ~D/EH

EQFL.OC (VOC) (V)
s & e
S @& 5
2 SN
Sy “\
_17'

EEEBST L LIIERTRLT, £ - =

@%ﬁﬁ%lﬂ fcﬁ,ﬁzfﬁ%*‘%fcﬁ E‘a:%g L/T&j:j%fi 0.3 0.35 0.4 0.45 0.5 0.55 06 065 07
REAZ2 MR Fox 3T ORI & Rk o) )
TR, BAICHIEMEBEAT L L 415  QFL LPHMAE (Voo DPBIfR

(A B = BB o S R A P oD )
f%ﬁL%@m#é%&%%%bt(l

15 OfFAK), QFLﬁgﬁﬂﬁuﬁbféTBP@VWmiawmm&i kR AHZET, TBP ICK
BB EIE (Voc) OHIMABAHCIREEIZ 17D QFL o[ IR 452 AR T 7, F7=.
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TBP. Bu‘N* (TBA"), w%@#4f@£&éﬁ%ﬁ/@%%MﬂﬁQﬂ Y7
% FEBRANZFHAIT 2 ISk LTz, Bl iEA A YA Ao/ &7 LIFoIF ¢ TBP @
%f%wméﬁfﬁﬁﬁ:GM}L&%MiT‘Wm)%7E/F?ékﬁ%# F1 T
BHoT=DlZxt L, TBA OIAF F T TBP OEE % 21k S ¥ CTHEMEIRED OFL & Voc &7
oy hFHEHENNEL 2072 (K 15), TBP 28 TiO, 105 2 D BN, 5+ 0F
FANCE S TEAT D Z R oTo, Zivb A 42 & TBP O BEAERA Z 5 BEt L.
TBP OB THZ LY P — RA 7 OMENRAIEETH D Z DRI ND,
(84 (1)-49, 54)

F 72 FT-IR RS AT RN 702 & D 5y

HFRFiE L HELFOMAE DY o
(2 &0 EMR O TBP 13 TiO,  QFL 2

L7 FEHETZY TIO, FEHDOEE Y &xw“Nf”ﬁw
A FERIENZD D72 TR, KE Wiiw‘?ﬂﬂ
fieEZI LT Ru RO U VR R L o SO I
HEEALTND Z LARR Sz 4 | g8

(1 16), (84 (1)-42) Z OFERI72AH S O
AAEAN TiO, ~DEFDEAERIZ e’ oy i ny

L5 2 Jse DIRTFREE TS &
FREND, ZhboH-IcEsNTz 16  TiO, Lo N719 5% & TBP O A/EH oA
R EIEHAT 52 & T, Jsen Voc &3t
mﬁiéﬁ%ﬂé%t&%Wﬁ@%%ﬁ@ﬁf%é
— 5. TBP I L5/ E MO TId £ LUMO HENLNARZE T, TiO2 D QFL O] ki
I0., BBFEND Ti02 ~DEFFEADREEI /2 AT LRSIz, L, 5 ETONZE TIE
ﬂBPﬁé%«@%@%%ﬁLﬁﬂot@:ﬁi%EE@JTB&E@%M%ﬁ@%@AV
R kL F— Tégﬁ%%NkﬂBPkm%ﬁyfﬂﬁbtéﬁﬁ&%éhkﬁw
ﬁ%%%fﬁﬂ$tﬁ 4y yeEEE (AC-3) TE#ED HOMO — /L X —YERr 2 E L7=,
ZOfER, A0 HOMO %78 TBP Bz kv m b L, LiA A R T+ 52 &
ﬁ%#otoit\%m%m;5@$®HOMO%&@WmaiTmWMHL®Wma
IIFFEETH Y 72 OFEOWI ALY FVHIFIEBL LW 2 i, 6% LUMO
ﬁhﬁﬂﬂ%_meié &ﬁvﬂﬁéhjﬂ'@fﬂxhﬁﬁﬁ BT TiO: » QFL & &3
® HOMO, LUMO (23 ey 7 95 Z L2z Ic A L7219, ZhudfEisE
TR TIZBE 3 2 0 RN & 5
2%, IHIT, FIEAXT MDD
HE T, TBP iz kv, %
SemEMNE E Lz L BT
7=, TBP 2k Vv, ®63%/TiO2
S I D B~ Z5 1 28 S Jih
FEIRTE @@%@ >EE (R h—
YeNL) & Ti0, D QFL (77 &7 ¥
—YENT) MBI A ICEEL
Hz. ZOfHRE L TEFEALR
BN L TWD Z NS M
W27 o72 (K 17), Z D3RI
T E TOWRMAOANEHEERIZ
B9 2 B % — 379 5 "lREME D
%, (84 (1)-24)
it\%%ﬁ¢®@%§ﬁ@%%i(ﬂ%ﬁi6H%I*w¥~@ﬁ®v7b%@%
1,71 (X18), 3 v HREMREOHE . M18(a) 12T XL 212, TiODEE T (Ee) DT 7 b,
YR CIN IS @@k%m%b@@@%ﬁﬁf@ﬁ7lw‘ﬁu@mnﬂb/7%iﬂwwﬁ

X 17 B ORI L5 R w7 b
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FEOEIZ LD 7 FENFEIL THDH, Zhit, TBPIZ L 5 Voc®D ] FIXTiOsDEcd 2

fBizk Db DERE LT,

0.25 0.25
ozﬂ(m 0.2 (b) .
QFLy - .
S0.15 r"" fy}“
2 0l TR
. I AT C
)
’
0.05 Y
. o [Co(bpy);|*~*
0 02 05 0.8 0 0.2 0.5 0.8
TBP concentration (M) TBP concentration (M)

18 HEp 2 {tiEIcHEICI T D TBP 28 QFL & Ec lZ KIFI 3%

—J7. ARSI NERE ([Colbpy)slz+s+) Dpa (M18(b)). BHRAEDQFLY 7
NEKEIREEDOQFLY 7 PB L UEcD T 7 MIHEL TR0 REWI ENbro T,
[Co (bpy) ,]*/*"EREIZEB T, TBPOIWRMNZ X D Voc D KIZEcT 7 R 2 T <,
Ti2HmIZEB T DX ¥ UV 7 RS OBMNICHEKT IO ERE LT, Tz, RIED

TBP43 -+ Clix,  [Co(bpy)4]*/*
EBFE T, 20X v U T HEME
AOMHENZ XL Y . VoecD[h] LA
R&EL 2%, $£->7T, TBPIZ &
Hdsc—VocdD FL— RF 7D
FRTEIZIX, A%, FLEBA O
A1 BT EARE (LR IciE)
DL EETH D, (84
(1)-10)

(2) STMESTSIZ X 54 FBELF
DEE (&) W»7")

BRI DOTIO T /R F1% 7
T2 —BROKMEEN O D
ZEBMONTWA T, Rk
B IC B W Tl b & 0E 72 Hifh il
(101) Mm% V7o, flHIZ
7R R DG B AL B VT VAL
DOEREIZKH LT, TFHH—EE
I OBFFEBNEIET (D7, K
[E Tulane X5 ® Diebold 7' /L — 7
WCEDHRETLTTHY, 1FEFR
HOERYE, STMA A=)
DOERE, BIRRE, Fx DORXRIE
FetE7e EARR RSB Z, KT
oYzl MIBWT, TFHH—
¥ (101) £HEZArA 42 ARy
B2 LT == EE OV TIES

TiO2{zH# Ejﬁo

&~ | A

JT)LIEL

Eg~32eV g

X

[]

8
(ddvy / (Iv)

TiSc site| ]
02c site

TiO2(RF# 2 A 0 1 2
Sample Bias (V)

19 (a)(b) TiO, 7 7 # —+E (101) K D STM . A A —H 1 X:(a)
400nmx400nm, (b)100nmx100nm, B > 7 /L 3A 7 A 42,0V, bR
it 0.1nA, FEBHEEE 78K, (c)(d) i1 fi#Re STM G, A A —T 41
R=5nmx5nm, B2 TN T A +1.0V, bR VERE: (€)0.4nA,
(d)2.0nA, FEHEEE:78K, (e) TiO, & aFE /1D KK, (f) 754
—BRmOBEI bRV ALY B L,
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FHEIZL, STMTEHITE 7=, K19@)(b)ic 7+ % —1F (101) F o WA 72 STME % 7~
T, (101) HFIZ BIEE FIEZFOBIBIROT 7 22 2 WM TH 5, 77 2
A RIHKRTHL200MRETH L7, EHEHDDLAT v TOEIENZ N ERDoo
Too TFH—F (101) K%z 10 fRHE TBIEL L7-STM% % [X]19(c)(d)IZ -~ 7, [X119(c)
TIHO2cH A b DT L SBEESNIZ, b VB2 LT, Fit a2 RmLo
T 5 e, X19d)D &L D IZTiset A FO AL BlEsnT, ZTNUHRERZHND O
STSHIGEZ1T > 7= (X19(f), BREhIFREEERmICEIIN L 72EE (V) THhY, EnEERT
= /VIERL, IE (A) EAMIIESA (5A) REBlcEnEhxtsT 5, Ml hooxrov
wmi (1) ZHRL U-dIdVE T, I Rk iE g B I el 2 i ETh 5, FEL
AIRFEIL 7 = )V S YENL ) H0.5eVEE W= RV X —(LENBIRE > TEB Y, TiO,M /N K
Xy v I3V ETHD Z LB RT O HEAEREICITIREBEE SR I N7,
Tisct A F &02ct A FOENENTRERS NI AT ML ZHERT 5 & 0.7eVEAEITIR
REZEE DOFRFEDWHRN I Z > T D GRERE BRI E), 7785, 0.7eVLL T TIlETi
MNARBEE FE AR < FAE L. 0.7eVEL ETIZOMNTHRS fFAET D Z E VB L 7=, L7
ST, STMTEREMNHS < BESNTZOIIBRD R TIER L, BEHREORZIEDZ
WTHDHZ ENbolz, LLE, 7FH%—F (101) OEERmABINIL, ZOETRE
ZH O LT, (84 (1)-11)

(3) Yt BFONRBICL DT AR () v-7)

AV E—F U RAGKIT Y FEMEIEEAENT S X O MR G 2 1TV PRI S 7
ST, RTEEN OB O =3 VX —43ffiezm L &w, £z, Eiiio g2z
o LT,

O FERB AP EMIZE 1T D TiO, H—TF ABOE FHLIC OV CII R E Z AN\,
BEOREICBWNTITEEX REFBE)
FEORE X, BILO, ZORERLFIED 107!

&SN TS (243, Th. Dittrich,, et o

al., Materials Science and Engineering —_ 107 ]
B69-70 (2000) 489-493. Th. Dittrich., et al., 2 10 i
Phys. Stat. Sol.(a) 182, 447 (2000). H. &E y

Snaith, et al., J. Am. Chem. Soc.2008, 130, c 107 1
12912), N719 % W& St7=F ) RK—F glm_g |
A TiO, &2 AH 3 5 ITO/IH— T A E d . '}Dittrich:TOF
TiOxN719/Al HEER T2 ERI L, 1 v & § 07 . - : Snaith: PCMS |
B AT £ 0 BT B O 0 v
FURTFE, IR 25 L7, X ol
20 |Z TiO, J8 O E B8 O R 2 4 6 8 10

g, HE L2 SR LT OR Bk T, 1000/T (1000/K)

B BENEI35A SRR R ST

TiO, J& 1 O JATEHER B B2 (M TRy X 20 AN—F 2 Ti0, @ OB BB O E

T LR END (REEERMSEFRE  REE KTOR, 7, ROREHEIT, Th

\CEEE H o2 TN A EETRREIEE TE. £, Th. Dittrich., et al., Materials Science

TEMEALT O FE R AFME %9 and Engineering B69-70 (2000) 489-493. Th.
Tio, MO E LT vicsopp L Dittrich,, et al., Phys. Stat. Sol.(a) 182, 447

{0, 35 1R A B L D — T M A (2000). H. Snaith, et al., J. Am. Chem.

HHETXAF AN, 2L Ial— g0 Soc.2008, 130, 12912 /~65 1 L7=,

AT T2, ZTHIC X6 oE L

BAERED S Einstein ORRAUC L V&N LB FBEE L X X OB FBEEOMHE L 1

I —H LT,
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A B F U RS IEEIC K AR K EM OSSR A2 R ETE D 2 ENELIC
X0 S TU S (Appl. Phys. Lett. 84, 2433 (2004)), Zfi[Eli& D E AR, W FIHEHT
REBRETE DN, A E—=F U ZGHRENS 2D EREZFHIT 521X h 5
FEORRER L BRCE S AL E L 72D, BHICINLOEREFRETEDH LI
T 5720, KB ZHEIEK ISV - ER — B EOHGH 2B BT LT Y XA
& Levenberg-Marquardt 7 /b3 U X AIZE DA TV v RT7TAVT U XA LT L, Ek
BN SN B — B E D . EAEPL, WHKHICIZ <, JeBH. 14—
ROPEN S, BFERARETE 5 L 9IC Lz, Tha TBP i L 7= B HIRCKE
EHLICEH L, TBP OWIIIREZM LT 52 &N TE T,

ZOfh, HFHEWI R EREBRET LN TE, AEABERTH D &K
SEE TRIENATRETH DN (L7 ~F ok 100 nm BRETH 57-0), AFEH
KR TIX TIO BN 20 mRED 5720, NKEHELE CORMERNNETH 7=, K
FEBIL ALY S OEEHRTFEA TS5 Z LIk, v U T7HEMCF Y VT
BEENMGOND Z L E2FFELTE,

3.3 FF - FARLRYIalb—vay @IN—TF, NESN—F)
OO #rgED BN

EE R T U D F A A — REFEOW A @, TINEI7 & O 2 BEET 5 72012,
TiO, R IEIRRE 2 BB G & W 725 — JFHE TIRREFH L 2 KRR T Y Z Lk » T,
XA A — RREIC B2 DB+ 5, —J7 T, FRER 44 4— 8 - 8kt
DT TR ONIZMERESE WO CRBERNOER S, ¥ U T MR EOR R
LR E I ST 20, BRERT NA AV I 2 L—F—BR~EHEZED D,

@O #rgE SN 5%

UTFO Q)06 (2) DEBIZHFL T, WA FE L7z, TiO, (21T 5 Fimik e FEK
BRI OWTHE - FEERZA VSV I 2 b—va Y aFER L, STMElED S5
HNDFER E XL &7, AEMECKEM CEE L R 2 W EL M, FHMEL., @E
PR A ANEE LTHWET A, AL 2 b— g UHEEOE A RS LT,

() FE—JFHEHE (@7 L—7)

Q)FNR_RA A I a2l —arER HF T AV 2 b—2a rOiEsS (NEZ L
—7)

(1) BFEHE @I —)

EES VPN Rt el /;l‘ I‘ f:L ]
Bex R EBRBITOIT X 228, L :
. N

TiO, -t FR - AR E VA R

?/
DR L VHBIT N FE TEAH 4 Y \z \'/
RRENE L IR A B =X 1% ! ”’JK ] )’4*\4
TR A E O R R E R L O

HIZ Lm0 ERITITIZ ; _;Xg
BIREBORREZFIT LI, £D

EFEWIRILTH -7z, &2 TRER

INT A =B VIR WE IR E

R LUF O X9 2 ino it % [10i]

=N 21 TiO,(101)/7 & b=k UL L O 35 5

FHELTIE (REEABISER) 2k
I L 5 RS T BY ) 2 F B
(@) R DMES 2 LCET TIO AR 5 R, ARH, REARED %

T, F2ER &SI E -
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AT L, KB EAVEAZMERT D & IS O RBECKE B R 2 AT 5 72 O I B e
Bz IR RBAN A S UTc, E£72 2 OFHRRE R b OS2 B 2 i a1
EHiTo72, (84(1)-36)

(b) CFEHEKGEMRORENRE THD TiO,- 7 b=k U VREIZONT, Rkt
EBXOEFREAFEICEVRDZ, I DITMAEE WS BLED DKBIRET D7 —
AERRT L, KBT OS2 DA RN H D Z L AR Lz (X 21), (84 (1)-21)

(€) BNROFEDORER TH HRUBFEZ AW T, TiOEZEKH F D& EWERE DR %
Tolee SHITWAERBAFEOHRNALY ML (FiE=x/1L¥—) FREAFIITL, 3
BICE Y TRISN T LREMENERITR BTNV ANY N a5 252 %R L, IR
FUNT A —BAERE D ZEVEZOWTH LW Z b2 b Lz (1X22), (84 (1)-19)

(d) EHICEVBENRT T2 —EBTIO,-7 7 v 7 XA -7k b= kU VS OF— S
FBAYEY Ia b=y a VERRTHOTETL, 7 b=k ) AOFECE>T
deprotonate 2 anchors (d2) WAEMRRDP K ZENT D L & BT, E7-protonated 1 anchor (pl)
WERRR S EIRIET D & W O WV R DB L LR R 21572, 2D ORI A~
7 MVEHET D L FERDTIO2EM~DOE FHENI X L CEmWBEEN ) 2§ Db &
TEMFET DI L, pUERNR T T v 7 XA ORFEERINEZH S &) FERKIAH] 5 2
W27 olz, 2D K9 e BE OV AEREIC L % panchromatic 72 WL AN 7T 7 A D %)
BO—DOOHERTHDLEEZEZBINLD,

Major adsorption: Minor adsorption:
Deprotonated 2 anchors Protonated 1 anchor

- ~\\

LTI TR )
S S e L T PP

22 ERhER Ru AFED TiO,(100)/7 & k= b U A AREICB T 5k

IR TE
(€) %< PEEMBABELTIIT & k= G
VA BT ALB-L Ry 2 Ad v 7 t}: LE
NOMBEDEITHRNENE SH TV, voc | |3
LU BB ERNE R BND N (g o Ly s
WEARARSE L Z, £ TEFYA 7L e eeeir | |T
VT L Ry 2 ARG O 4 Fil el ™\ oel, T
DORALETEMOMSHEZFE L, Z0%E !"ﬂ,w°iingm
FHARHEIIC OV TREE M. T o . 2 F
R, PRLREECH DL, AKX 7 kE A B
Yz laRant (K23), -

TiO, dye lodide mediator Pt

H ZZEFEa T AhA bREERA~DE
BbmE-oTWo, TOMRETHLF Y K23 7 F= P AERTO /13- Ky
FAGEMEIZ SOV TCHNHPbL £ 7 i3 2 oo 7 ASIB T RHRIR OB EC
EHRD V7 OV OBGRRHEER IS <AThb TE 2, KrAEIZOWTEIF
LAETRENTWR -T2, F Z TCH;NH;PbL D 2 fi#k i D2 EME & Z D EF-IRHED
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W RGO 23k Frtz, FOFER ., R

Pl U TCITZEIL & PE 9 i & N B 2 E T stable vacant Pblz-rich flat
PbI2 U v F 72 PR T HE 22 & O s R (MAPbI3),, (Pbl,)n (MAPDI;),

BT, 209 b#%FE O ITEmIZI L
R=APEFVLTVEHRENEE VO
TWZ ENRHLNIRY , ZORmNBF—
NEGEM B ~D R — VBB ARt T 5 = &
DHER S D, ZAUEPbLY v F R4 TE
% SN TEMPEHI SR m L & v D T & A
45 (X24), (84 (1)-5)

=2 1

5,‘

===

' X
£ -0f

P31y

¥
»
0.

@) TAARVIab—varyRUIT o CHNLPbL 07 R R IS,
F T NAA AV I2ab—valrOfia (N WEREOESENR—VZRRELZEICDH O
BT N—7)
FNRAAY I 2 b— g AZOWNTE—JRBLERIC L 5 FEWAEIRE BFFEE B 3D 5 —
JREEGHE (827 L—7)) IShiZ, (Q)TIOEF OFE gk & BB SV CHGRNE LR
EO)F A A — NFpEZ B8 LT FIEECE 7 L ORBEE & A RAMEORGEZ 1T > 72,
(a) TiOfEH O 1k & B BENC OV THGRA B L
T KA B TR & D TIO MR 00 FE 1 Dl 26 1R - W & 7o 130k -/ FE R R 1 A7 AE
T HARMBUENIZ T > —
—7 b7 v T DHYREE W
b TE7, L LEh®ER
R GEIZIS VT,
TIOJIEHMETH Y . FmEd
N HIRIB N TE TR,
F RV A RITIE RS
DMEAF 9 2 R BRRGE R 2 F |
THZEBTE TR o T b TIO BRI T T30} 5 6 s
Foo % TR IAHIIE Tt D1 ot A s & IR B L
KT B Lol S fcg%};ﬁ{tﬁ%{;ﬂgﬁbiﬁﬁbg%% DWT, FEDORT vy VBRI K
FRANEET BRI ET o TIOZ/?EZE{& :E a 51.-%: ZHOWNT, N 3 B |
“/Jv/l/[iﬁﬁ.%ﬁ)d%é L LTE FLIEBETBEZEE LT,
FIEHER L, BTBEICL > TZORT v v VIEREAR T 2 DHERNEALT D L RE
L7z (M25), 75 & ZDFTANLRT 3 ¥ VEREDIE N nmOEAIZRD b5 E
TR R & — B L, TR ORI EE AT A Z e Ta 2, 7,
TiO /B A I B T 5%
FRENCOWT, READORT
VU x )VERBEICIKAT LT E
TBEEBER LTz, RDOE
TR EN TR BE O Rk
RE TR E < ZbT 5%, B [ >
ETNALOEMITNETH ’
ST, FERENTA—H
CLTHWAZ LETETRE
BAHHT 5 2 EnTE L,
LRIz LY EmkiEftic
SWNWTH LWET L Z B
T&E7, (84(1)48)

aXoly

Electron density (1015 cm™3)

26 A ILHCET V& AW TR 72 SWDSC 12351 5 -4 0 Af
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(b)

A A — REFEZBIE LT FIERCE 7 /L OREEE & 5 M EDORGE

EBAYLECET L% AV TBCDSC & FCDSC O EMMERE A BT 5 2 & N TE 7243, RICHT
HikE <& 5 SWDSCOEMMAEIC SO\ TEAILEET V2 L, ERIEE ik LT,
X267> 55735 X 9 ICSWHEE ICB W TIE 7 v v MEFINEEm & N > 7 B IUE B
WZENTIE DS S, BT OBESHPIRINTND Z RN ghot, 2200
Mzt END EEFIMO B UEENREED . BEROIISENTED Z LN Dol
F£7-SWDSC TIIEFILHE ﬂ#é%f ER DN EERH L, (84 (1)-32) TiO,
POB LT T M-S & BIEHURE, E1-FHA. ﬁ%&f&k%ﬁzé i
£V, AFRPERGEMOERELFELELT AL A I 2 b—a URARRICR -
72
BFREE CEONTERTET AL AT Ial—3a v ODANEE L THNWSZ LRT
EHUED T T A AV I 2 b— g VOBANAREE D, LsLETE, FEE
TRE, BIRRDOEA A U FECUINAN O B EfE A ORI BHBE L TWD, 1. y
R ab—a VRRAICANT T, FEBRIERIC X D aBEREERH R OMGE, BRI
Héﬁ%?w@ﬁﬁéﬁﬁ\%%ﬁ®%@%QHWE®N§%~&EE%HOTM60

3. 4 BPETFu—F OHML (BTN —7)

ORI ERICEE LT, %%

< OBERIARE SN2 &1 [

* LT, BHSHROM Lo 'il-‘usnonof

BERTHD, ZhET, RITHR IR ficory and,

DOM BRI T N A 2 D wm{b/E % Thség::tll:‘rt: + Integrate multi-j
BIEORNBRRPSATOE 8 "efine

71:_&)_,(&) %) ;jJ%EI’] 72;3]40)&%&: £ interface + Overcome Jsc=Voc trade-off;
b oL %% AT =K AIZ Eg‘a_ 2 15-[ + Efficient NIR dyes

ROHERII RN LETH D, £ T,

7|T§I|}|'3 NN Tloz/é??/’%ﬁq:{ﬁz@ Baseline of trial-and.errox
REIZE T 5 BHEOWEIRIEL K e >
%ﬁé:kmiw\Sﬁgwmwﬁ
GBI TE T2, o T, 4 T

%, ZOREICKTLHEL S - & X 27 (BB KO B RILDO 1 — F~ v 7
WHDHIENEELEZOND, B

KB Em R DT 7o —F & LT QMW IPCE & @& Voe 2 F T DU RAMAFE OB,
@JscVoc kL — RATZRIBEOMY, OGFEHEBKREEMIZE L2~ LTF VX7 v a
UHEEORIE, @QEFEANCBT HREMOEKKTH D, TDD, BAIXTZHO>ORLR
572 DSC BHFEO HmEHEL TS (X 27), OE5O7 7a—F I dad TR K 58
MELE T8 ZOMZE T, 2h3 [ EITITRROEENEE CThH LD, SFTERL L
5m\@$@ﬁhmﬁﬁﬁﬁ%%¢éo%520@7fm—% ESSE S IR YN R L)
A AL A D = XL EZHLMNITH 28I . BRI A D H Z &
Thd, ZOHE. FC 7‘:75>%ﬁf{;|bf\@IZ/vﬂF~ﬁ%ﬁ&7jxt % Ti0,/ 36/ EE DO
BRI OE S DA RO HZ 0B Th 5, (84 (1)-23)

D JAVNIPCE & &V Voo AT DUTRIMAZE OB %

BHEREKGEM T RV —F AT 7T K%K 28 (RS, A HR K o B X
W (Moc) IFEaFEDOTRLF—F ¥ v~ (HOMO & LUMO D= /L¥ —#Ef7 7 Eg)
TR, TIO, D7 = LI METL I THEL Ry 7 AT L > TIRES -, TiO, & 3
U REMEORA . RABKEL (Vmax) X 09V THdH, LnL, BiEL- L ED
RAEFENRT H0FE (Black Dye) @ Egid1.6eV TH 57280, t»mm@ A KIT 0.7V
T, DRVLETIRMPSH S, 2T, AEND TiO, ~DHELCHHRE - EACHLER
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TRNF—ENDFEE 02V, T L CEFERo R AFEEZFHETT HDICNE/RT
FLX—ET 03V LRBELHZLICT S
ELBEEOTRLE—F ¥ v 1114V T

TCOE® Tio, &% T 1B
WD ENTEDZ LI RD, ZOTX .
NF—Fy vy 7LD @R LF—DN ]
FTRETHRINSN, KERICTFETHEE (N1
ZT12%6 . AMLS O KBEGHA~T Bk 45
FE AN Isc OFFRIBAEIL 28mA/cm?
L7 b, BHRCGETE Voo CBi#RR 1 FFICB] 50 et )|
LT, Voc=0.8V, FF=0.75 234 TITHE & ’
ALTCTEY HMICERT 5 & BB 1T% 55

D2 ENARRICR D, LnL, AFT
B ST E RNV IR 3 IR T L D 1T,
RN EREZ 377, Atk 1PCE
PMEL 72 Db DR—KAIT, BT, Voc b
KT HMHmMAER LT, ZOMEDS Ti0,/A%/EBREOREICI1DHH DT, 64
HEGHIF N METH D,

28 R KB DO = RN X —F AT 7T L

@) Jsc—Voc b L— A7 RIBEDfETY

A SRR G AR O BRER IS i R OBIBCEEIL 0.9V & S TWH DK L, EERIC
SN TUWD Voc 13 0.8V R CTHHHEAENEZ, TOFRINITAFEND Ti0, ITHEAS
NEBEFO—BITERELE > TRV Ti0, RE AT L CEMRIKRT O - R8T 5 (¢
Y U T OFMEE) ZEihbd, ZnFv ) arKBEEmO ) — 27 ZflTnbd,

SRR T AN S, KBNS ER (DI TR TEFTZ LN TE S,

=1, - Io{exp[MJ—l}

nkT
ZZC Mg TG AR T, o 1XFEEMR. VI
VADELE, n 1741 4 — FOBEERKR T, k X

VIR

. ©)

TBRPERE: £ FL—FA2fEAORE

By~ s, T IR L ORI T 5. o N
Voo i | AEnOOBIEE LTERSN, In 2201 — R

PDE I (41— N LAE = S5 Y
(v v NER) OFNIE L b0 EFE L E10 = L \‘.‘
LCRESIS, Voo 1 LSwamlciE, 8 \ Ly
YA F— FEIRICET S B L0 v > M B R
P T D ENEETHD, 7. EHEK %% 02 o4 o6 o3
KEEMIZIBWNT, XA A4 — RERICBIT D |y Voltage (V)

BLOY v MNERICET 5 EEMIE E 2 E 29 TBPIRMNCHEIF S b L— FA7
STV, 2071, ¥ VT OHEE%E

MHIT D121F, TBP O X 9 2GS T CTIO, Bl 2B\, ¥ v > MNEIR &M 255
N ORI DA ST b, 29 IR T K 912, TBP 1% Ry, 220 09121
KIH, Voc ] EFIRDPRKREZ VA, Ise METFTH5E0W) hL—RAT7ERSH L, Z0D
JRRFEIAIZ LD 2D b b— R4 7 2 CE UL, B 15%ICm LW 25 2 L3l
HEIC72 D, ZNE TOFHL OWFFRICL Y, TBP A TIO IZWETH L, TiO, D7 =/ I %
MREZFLF NI 7 b TDHZEICED Voe PREL 2D ZEDNHH L, LavL,
TBP NAFITHEE KT L., Jsc ZIK TS5 a[REMEZ2 "R L=, 7=, AZD /N R

— 5

NED AL Fe OB S E DFE R . TBP 23438 /Ti0, FE 2 BT D PR ZEb 23 S h ik
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M)@?%@ STELUE (R —%ERL) & Ti0, D QFL (7 7 & 7% —%EhL) WDE %E’Jf*/\

B E B2 TOREL L TEFEABENZIL L TWADZ ERHLMNIR-T2,
DFEFLIX, 2 E TOWMBIOVERMBEEIC BT 28 if 2 — T 2 et dH 5, I HIC
B D EME TIL, TBP OKREINEALDZ La2RA L, 4%, Z0O b Lb— R4 7Ry
WZIE, BRI RIS IES T EMEL (BfRE. WA BRNEETHD

@ AFEHERKNGEEMICE L~ LT Py 7 o a SRS
BT MEEIT KB O R & L
BT 2720 —RIICHN BTV, E,. %
Z 1 E T, Black dye & N719 4.5 % H - — _—
W& T W RS E LT 10% —4.0 g‘ ¢
ORI EE Sz, Black dye QF -
DHDEILDOHE L VK, ZOFH —4.5-
1Z. TiOs2 7 1 /L A% 500°C THER <& Fo!| o
L7, oD DEAEERLT g, T b
/1

B

MH X T MMEZT 52 LT, HilEE
JL xR D e B R & L O 5.5 -
TCO # T AF AN DOWFR A E . %) HOMO A | orL
REHBLIC LichD, —h, 5B god L V3B
FAE T D PNV RA TR n-type HOMO, type
%'Eiéémic&%ﬁﬂﬁzﬁ RN (K 30), 30 P-N ¥ FoA v FHEHE (4 3B B ith
BNEP-N Y KA > FAREEKE
E DS FRE 725%EHE. Voc 1.35V (N 18] 0.75V & Pl 0.6V) % FHEIC T H#17-72-5.8V
LW R L =GO P RIEMOBFE., 2 L THOMO -6.0V(kHE2%2) L v K< |
20mA/cm D Jsc NWA[RE/LFTHIAEZEDOHE TH D, ZORRIZ, &EWE R P REEM,
=72 ta3E% LC PIN WM T Jse ZHEE I B L~ RV A MEEIREDORZIZLY
TN 20% F CHEERL ATREIC 72 D,

@ \EHEAZ aﬁﬂma;emm

20%%2@;@ EENERITIL, BfF BRSNS & 5D K & 7o BT N R O 2 (K8
SELMENH D, ZDF HTES’%iEﬁ/J\T%OiiV R S, WERIZRI RN 72 B A5
DOIBEN 0.2V, = L CTEILAROFAEDOEEN 0.3V TH Y, FIZ TiIOREaFRL R R
v 7 A Ty MV EWE O 3L —ER OBFRICER T 5, 2 OEKOIRBITE &
LT, Bz, FEDOREMEOHNENT 5 /S TiO ki T OB N HITF S b,

R DALE ST

OB R B B LD B N AL RIS DUV T, WA TIEAAS A —H U X TR, BN
TiX, FIRST 7y =/k, NEDO 7' =/ Ml 2> T Th LT D, 2SO FERE R I
T2, VT =vaE AW RN GE, B A O A AE, mIEEERR LY -8 K ¢ B A
(ZRET DR BB &2 D DI TS, £ D720 ABFFETIL, A=A L2 EDOHFE%
HLOINTATU, FRIZ TiO2 il Ot FE W AR BED M LY | B LW R O (3 k) &
ERTE, ZOHRE 2 FHEOBEEMABRDLED XA « 7 TV REFEEKYER

WINH U, BRI EMO Jse & Voe N 3Lizm EL7-zZ Licdk v, 2011 12T H 4
}P@ CEBGHRFSRA R CTEI2 (11.4%) . 7o, WHEFI O S BIZEY ZBsh=:% 11.6%
W2 ESHT, A - BT TNVTERENRIGICE TE D Z e 2RI &z kD,
BRI AR —RL T D,

7, TiO2/ taF /EMERO R ICB T HE FIEAERICEFEORIAI (TBP, 154
) ISR ST RBE AT RE RS, T E T IEATT VERE L,
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