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(12D, EEH(Ti), F4(Sn), °kA(Zn), VW), A2325Zr), ZFE(Ga),

(120)2, 9=

Ll

=

[¢)

=
=

=

[e)

=
T

l

=

e

=]
ZFBHE RH(TI0,)

R
F(In), OJEF(Vr), URHNb), BE(Ta), HhFEW)eR of

(122),

=, %
+ qrh,

=

(<)

=°1,

&

Fe 9w
(TiSr03) ¢

sts

)

X
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[0070]

[0071]

[0072]

[0073]

[0074]

[0075]

[0076]

[0077]

[0078]

[0079]

[0080]

[0081]

[0082]

[0083]
[0084]

[0085]

[0086]

[0087]
[0088]

[0089]

SS=50ol 10-1895166

dE So], vieA nHAY H 44, 1 nm WA 1000 nm; FE= 1 nm WA 500 nmE F A

dE Bof, ¥4835(122)2, ¢FuFAl), ¥WFPt), ZFEPD), F2FEwW, FPb), olgwlr) L FHE
(Ru) & 1= oS ¥ ¥ale f7] 55 EFAR o|Fojx dn | odE So], Rulete bpy)o(NCS), - CHCN; 2
ul-& (Coumarin), X3 (Porphyrin), 714F (Xanthene) , 2] B Zdl(Riboflavin), Eggdd e

(Triphenylmethan) 5¢ #7] Ma & 1F oS X33 4+ 3

2 oatgo] o oZ2, THEAF(123)2, 2 @y o3t SALA 2AHES X 4 9o, SHARASF(12
3)&, 10 nm ©]4; 1 ©]AF; 10 pm WA 30 mm; =X 20 mm WA 30 m FAZ FAE 5 Q).

A A4

(1) CsoSnlg A =B ATL0|EL] HA

Heke fufjo] CslS YW 253 AHEste] %3 Fo, Snl,& F7H=2 93 1 AR ol &9t 259 Esy
Cs:Snle2 40 58k, A7) CsI9 Snlol Bl (E)2 1.6 : 1o]t}.

(2) CssSnlg 71HF EAEA ZAEY A%

1 g HA=YEZ] 0.1 g Cs:Snls FIZE2TF]ESL 0.2 g DWPIIE Wol oF 60 C 2ol wdtsle] 5 wj
2=(Black mass) @E¢] 2= Alx33ATt.

(3) &2p A=

2AF AALS Cs,Snlg 718 THEA] ZAES oF 60 C %04 At =(Counter electrode)ol] Eol&F

0
2 e EE B8 ot (Anode)o] £¥l3 AASS MEA Bow Qe ® 29 pe 7
o) 248 Az

A} 1

BN

FLAAR 81| sek 19 BI-T2 d8E AH&skalar, dRe] F& o] doju= Ti0= 49 penetration©]

2 Qold & QES )Fo] 2 UC Ao AEE ALEHAT

F2AAR 81 skek 29] DAHIDIT F&E AREslar, 989 F2ho] doju= Tils &29] penetration

of & Yold F UES slFo] 2 MC HolAES A

” s | %
@ e 5 1LSI %, COzH

CigHyz CgHqz NE,

A 1

\<

CssSnlg 719F ZAE=A Y 4249 Cs,Snlg 2 DMPITY S-S BEAetr] ¢aia 33t 2 A74 548 37}
sttt F7Ho® ) Cs.Snlg HA E2(Cs.Snlg bulk powder) 2 CsoSnlg/SAIx=HEZHS Z35(Cs,Snlg in

succinonitrile) &S 4|35} Ao e} U A L WHoR o]5S 717 ¥l 4t AMES A

K
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[0090]

[0091]

[0092]

[0093]

[0094]

[0095]

[0096]

[0097]
[0098]
[0099]

[0100]

[0101]

[0102]

[0103]

[0104]

[0105]

[0106]

on
JH
Jm
Qﬂ

10-1895166

ol5¢ FAY A7 A BEAS Hrksl = 3 WA = 8 © F 1 WA 4o YERHAT.
(1) XRD(X-ray Diffrection)
A D A7) AFs AZ gk XRD A4 ar, Cs,Snlg 71¥r TALEA ZAEdA XRD SAS E3)

CsoSnls 710E A=A W CsoSnle®] 24 727F F#AH =415 g1s3i.

(2) o]2d=A(ionic conductivity)

At A el o] &4

RS

E‘_
AFT0E A3 v AL Alete] AFsgiet. S4E dark ZEjlA 10 mve] wFdkE 7het

=
=10 ~10° HzoliL, 5% %9F tu] A(Dumy cell)o] A< 715kl L7t BEo| o] 2A a4t}

Y
ol
ol
w
=
2
I
=)
jaltd
ol
i
olo
ofk
02
)
>
lo
2
L)
N
u
i
AC)
P
o,
r
o
o
S
to
o)
2

=4S 1 sun AHOlA 10 Vo) LFALGS 7FetRar, ZAWAE 100 WA 107 Hzol i, ZView Z213s o] &
3 Nyquist plot& fittingdte] WA, A Az Fd= Atole] AHAZ, delols AE 2 gt o3k A
g2 Aatslsi.

(4) J-V curve measurement

a8 HHhE 9] A5kl 24 Slo] WhAAE AT 1 s 23 sl SHeA,
(5) TCSPC(Time correlated single photon counting)

S FE4ste] HOMOSl AA7h E% 9859 PL lifetime #2ES Fa 471 AZol
(regeneration efficiency)& AN 4 Uk, AVEEL nree = 17 Tample/ Tinert
st o, ARt FANE BE AHELS, 40E £ CBE AT A7) dEl
Ao k=

AR AL
%3] Aol e

Akl injection®]

1> o8
o ot

e
ik

(6) IMPS&VS(Intensity-modulated photocurrent spectroscopy & photovoltage spectroscopy)
IMPSE E3&l Ti0, W HA}e] H&}44A|7H(Charge transport time)< AAFe 4= i, IMVSE E3d) Ti0, =&

S A5 9} regenerator Aol recombination time2 AAFE 4= Qdt}h. IMPSE A2 Al717F 443 EA o
el "WE Lo HolFwA FAF(Photocurrent)e] W3IE A, IMVS = o]¢ & F7dA
photovoltage? W3lE =A 3% T).

(1) = 3& AHrRd, A =YEH(succinonitrile) W Cs;Snlg THe] = A 9-o SAI=HEH 2 (Cs,Snls9]
ARTzel dFse A4AAE FAT F da, DPILIE F7F =YsEEE Csonlee AAYAE AT 5
ATk, E3, AAAHQ I T A7|7F HAAsked, olE DWPIIZE SA=UES] AAFRE SIAA A FA

IAGeZ WEle] A HE xray M717F F91E7] "ol o]d, XRD A#E 53], Cs:Snls 718 &3

2 %1% & 4 X gL 7t AEES EYT 2AE AFEte] 7 2] dlg
regenerator?] TE& Hristed 1 AxE Yeld Ao 7] AAeA FEAAZ BI-T2 95E
ARESIG AL, AR F&o] dojus = EZ9 penetratione] & dojd F JLEF7|Fo] Z MC Ho|=E
£ AH&3FaiTt.

= 49 22 38 A¥E HEo], succninonitrile W ZHzZF CsySnlget DMPIT Fro] =U® 49, &80] 0.4% 2
1.3%2 wj$- AT CsoSnlg2t H7FAIQI DMPIIZF 3-<EshAl W 5.5%2 @&o] A F7iskt. olddl, H7HA

DMPII7}regeneration processel] & 43S F+= AL 4 F 3

_12_



[0107]

[0108]

[0109]

[0110]

[0111]

[0112]

SEE06] 10-1895166
* 1
Dye Regenerator Voc(V) | Jsc(mA/cm?) | FF | n(%)
Cs,Snlg in succino 0.47 14 4341 0.3
BT-T2 DMPII in succino 0.74 4.5 39.0]| 1.3
Cs,SnIg&DMPII in succino | 0.52 145 73.5| 5.5
(3) 2% =58 A9rd, % 2 9 & 5e, axas A% dds dHsy] A8, 4 AEe da Ade
s #elsy] fal o]2HEAS SAsTk. = 5014 arrehenius ploto® AjEO] ke wE A 74
S F =] AeAdS & < odar, AA 2= 9ol Cs,Snlpek DIPITZE H7be SR 2 A=AS 7}
AL, g2olA AmAL vaetgls W, dEf 8ul Ax dAEAe]l FHASE & F vk o=, 24 &8
o SV A=A W A e 719 AdS & U
7z 2
Conductivity parameter
Sample Activation energy | Conductivity at R.T
P (kJmol™) (mScm™)
Cs,Snlg in succinonitrile 11.0/25.3 0.06
DMPII in succinonitrile 17.7 0.07
Cs,Snlg&DMPII in succinonitrile 11.0 0.5
(4) % 39 = 65 AR, ¥ 3 3 & 62, 7 2239 HEo] =yE & Yy AFS 2487 93
EISE F43te] 2 235 vehd Zeltk. EIS 54 &3l Nyquist plotE 9L, o5 &3 WAZRs), &

Ti0, W& F9¥ A35Fe o]% #A3H(Rct), regeneratord] ko] ¢

FTO 71%3} Ti0, Alolel] WA sl= Ao 7 7L regenerator =Y

A3} regenerator Ato]e] AlA A& (Rpt),

F AFORE ANS & Ak, wAGe

ol e ARG AMoZ Z Zol7F §lar, Ti0,9F regenerator AW Alolol 2AIS}= charge transfer A
g HastS o, CsoSnlgRbs E3stal e SA=UE-RS] A o] DWPIIZE H7FH™ wlg- AA FHaske
AL A = Ark. oo, FAYEZ Ul =UE CsSnlget H7he DWPIIZE Hets 9483] o] 5A7]1= A&
shQlek 4= k. EERE, CsoSnlg 7IWF S A 7F vkl Ael7] wiol diffusion ol thek #A&o] F3stA B
o]aL, o e U capacitor A v HEHERATE Ao

DMPIIRE 7bel A& &t a4
8

2 Ko} CsySnlg7} A

X 3
Regenerator R2(Q) Rptb(Q) Ra“(Q) | W,R
Cs,Snlg in succinonitrile 11.3 8.0 120.7 -
DMPII in succinonitrile - - - -
Cs,Sn&DMPII in succinonitrile | 10.7 34 16.2 5.0

(5) F4 % % 7% AWEW, F 4D % 72, Ol W FARAL 5HS ww s s QaHow

_13_



[0113]

[0114]

[0115]

[0116]

[0117]
[0118]

[0119]

[0120]

S=50ol 10-1895166

Zholi= ofoled Hajdy} g&S wastel 1 A yERd Aotk EF, vE YA Wl
J= AR oud dzAEo] J=AE FokRr] S BI-T2 2| DAHIDIT &S 483 &ak 20 o

[¢]

-
B
o

|
S
g
[
9
o
X
%
=
=2
_>L
I
o
©
£
2
o
i)
o,
)
Ny
[22)
2,
=
ot
)
[
24
s
)
R

2 A8&S HolX%, BI-T29

I EAEAZE H 2 58S TS & du. ol & uiF d4(Voe), SHE()

TiO, : MC(1.8+1.8(scatter) um), CE: Pt

Dye Regenerator Voc(V) | Jsc(mA/cm?) | FF [ n(%)
Liquid-lodine (E2) 0.65 124 715]| 5.7

DAHTDTT : :
Cs,SnIg&DMPIL in succino | 0.54 12.9 571 4.0
BT T2 Liquid-lodine (E6) 0.67 7.9 79.2| 4.2
7 | Cs,SnIg&DMPII in succino | 0.58 13.8 66.6 | 5.3

(6) 5% =88 auud, 59 =82, A W AFS doliy] &) EIS AL 3 Axts Ehd
Aoz T AR(BT-T2, DAHIDTT)S 7% CssSnlg 71WF A=A 37 =9 Al olo] 2% (lodine) &K TH

charge transfer resistance ©] & ZAI}E AQr}t. &3l ofojed HafdA] Holx &= it A3 Ik
CssSnlg 710 ZAEA M E AFEJE. oA olojed HAajdut} & APdr B3l =& AFE A
A F e JAS BX67] ¢8 AFE 2ASE 4 284S BstuA) ]9 4 15 483

[} 1]

Photo-current = LHE x (D X Nreg X Ncoll

22 W5 AgS dolrr] 98 EIS 548 3 47, 7 959 A9 CsoSnl 719 S =A|eF g7 =9 Al of
0]2‘9_ j?‘iﬂﬂit}charge transfer resistance o] & A¥}E AJr}. H3F ofolod A doA Holx &= 3

>
2
OO(
FF%

3+ CsSnle 71RF A=A M= AEH A

X5
Dye Regenerator RS(Q) Rptb(Q) Ra“(Q) | W,-R

Liquid-lodine 8.9 9.1 8.9 -

BT-T2 . T
Cs,Snlg&DMPII in succinonitrile| 10.7 34 16.2 5.0
Liquid-lodine 9.0 13.8 3.7 -

DAHTDTT ; —
Cs,SnIg&DMPII in succinonitrile | 9.3 4.1 38.1 6.1

%) Series resistance,

®) Interface resistance b/w Pt electrode and electrolyte
9 Charge transfer resistance,

9 Diffusion resistance

(7) = 95 Ay, = 9=, As-Has
2b Al (diffusion lenght)E YERH Zlolt),



[0121]

[0122]

[0123]

[0124]

[0125]

[0126]

S=50dl 10-1895166

= 9oflA Herfass AdE FHF7 AxA 7FFI0) SR Aoy 8402 SHEHEE dEas A
Foltk, T3k, o= IMPSOlA Ti0, = FU%E Axpe]l AstFEEA kg IMVSAlA Ti0, =& 413l 95 (0xidized
dye)®} regenerator Alolol <23} recombination time ©] F 7HA|E 53}1 AAke]l 7Fsstl. IMPS= &4 A
&9 (Frequency) 2 M717F 24d¥ F9E& AEo A &, ¥HgstsE FAFE SAstL, IWVSE vi7kA] 244
oAl FHLS SAHSIAT. AT F AT CsSnls 7IHF T EA 7} ofe] o d sz & 2ol Holx] &

W 25 ¢ w231, recombination timee Cs,Snlg 7]HF EAEA| 7} olo] o HajarTt vf$- 71 AL ol
Arg €4

T Ak, ol TioE FYHE AAL} Cs.Snlg 718 ZAEA 7F9] recombinatione] ofo]od A&
A dojdt= oo,

ok oleled AsAe "o Ayt Frhgdel uwh
EAlE TheliA = el ATl Adagle]l w2 ddker A

e FATS B v B PSS SAS Skl =d Ul dske] Sk A= Avte] 7he gk, CsiSnls
3

718 EAEAZF 6 71 22k A (diffusion length)E Holi, o] ofo]edl H3)|&d] H3]| recombination®]
g dojy= Ao} AHEo JS5S & 5 At

E6& AUEN, #F 62, LHEE AH&ste Aol o8 #9A Ha, v wE kineticE: 7HAE AAFS]
(electron injection) #tiar 7}A4 3o, regeneration % s &8 (Charge collection efficiency)<
TCSPC(Time correlated single photon counting)®} IMPS(Intensity modulated photo-current spectroscopy)
2 IMVS(photo-voltage spectroscopy)E ©]&3l #41S& Zedste] 1 AFE Yepd Zlojt,

X6
Dye Component Lifetime(ps) | Regeneration(%)
Succinonitrile only 707 -
Cs,Snlg in succino 198 72
BT-T2 |DMPII in succino 701 0
dye | Cs,SnI&DMPII in succino 304 57
Inert electrolyte 869 -
Liquid iodine 566 35

LA otoled A& A} Cs,Snlg 718 EA LAY regeneration efficiency® W]&l7] $3fe], ©jm] Ale] pPL

lifetine TCSPC 4u1E o) 83) Z4sch. vv] Ae GREyE 55 A4} 98 5 gt 5 BE 7
Ax gl 210, 9l FHE GRE FAAA AL, BE Ade guel vedu Golw PLE ¥

Z3}ANF, regeneratorol] 93] 9 &7} regenerationo] dojubH PL lifetimes ﬁ’i@ Aoltk, A7 4L v}
gog g AS Eslo] 1Koz MEEQ regeneration efficiency® 7€ 4 Uttt ofojeod Aad o
739, regeneration source’} §1& inert electrolytei= 869ps2] lifetimes, o}o]QWS X gst= ofo]lod
Al AL 566pszE, o]l WE regeneration efficiency: 35%% vi¢- wt}. 2@y HSAI=UEHS] 707psit

Cs:Snlg T %, 198psE A 7+A3gar, DMPIT H7b o]l 304psE Zo ZFol57] 3FA gk, olo]owl A3

Aol W3] 57%2] wl$- ¥ regeneration efficiency® HoFth. Ay DMPIITF #H7FE ZA$-ol= PL
lifetimed] 7ZFA7F Holx ¢+ 7o 2 Hol &9 regeneration®] DMPIIZ} o} Cs.Snlgoll &3 WA 3o

AL FE 4 k. webA Regeneration g e] Cs,Snlgell ©J&Fo]al, Cs,Snlg 7IRF S EA| 7} ofo] o Z 3

AEA =, 2 AMAAaE(Regeneration efficiency) 2 A3 F &8 (Charge collection efficiency)ol] 71213}
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[0127]

S=50dl 10-1895166

o]y} o] E e HF ShAE Aot Lo o) MyEgloy, B U Av)e] AAjdd dgE=
AL ohm, ¥ whgo] &3k HoplA Bae] A4E AW Ak oleld s ARNE ThFd £ L Wol
7Festd. adEE, 2wyl W= AWE AAdel FstEo] AAAME olY HW, T&d= EH T
S oy} o] EHFTHAY H5e AE 3 HajAor st

=y

=97

130
| -122 >120

_16_



* : Succinonitrile only

1: Cs;5nl; in succinonitrile
2: DMPII in succinonitrile
3 : Cs55nl; & DMPIL in succinonitrile

(a)

%ééi"‘%ﬁ&iiirV//

N

_17_
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£93
M 'C525n16
+Succinonitrile
N Cs,Snlg bulk powder
[ ]
- . .
S L ,LJ_L ;e
= .
3
= M . Cs,Snlg in succino
- ST
e e Cs,SnL&DMPII in succino
o A e N

Current density(mA/cm)?

20

1 v I ' | M |

40 50 60 70 80
20 (deq)

1

(R
oy O
T |

=
AN
1

e
o N
L4 |

0 Mu“"“a- ,‘“‘“\\,\

—a—(s,Snkg in succino
—+—DMPII in succino
—a— (Cs,SnI;&DMPII in succino

0.4 0.6 0.8
Voltage(V)
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|
N
(@]

—

Ino/Scmt
)
ol

—4— (Cs,Snlg in succino
—e— DMPII in succino
—ea— Cs,Snlg&DMPII in succino

'y

1 1 1

3.0 3.1 3.2 33
1000 T / Kt

34

-200

—s— (Cs,Snlg in succino
—*—DMPII in succino
—a— (C5,Snl;&DMPII in succino

-1507

-1007

Z,, (ohms)

_50_

10 20 30 40
Lre (Oth)

1 T 1 T 1
150 200 250
Zre (Ohms)

1
100
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k1
g
N

Current density(mA/cm)?

—a— DAHTDTT _lodine electrolyte
—o— DAHTDTT_Cs,Snl;&DMPII in succino
—aA— BT-T2_lodine electrolyte

—y— BT-T2_Cs,SnI;&DMPII in succino

T T T T T T T T

3 04 05 06 07
Voltage(V)

0.8

—=— DAHTDTT_lodine electrolyte
—+— DAHTDTT_Cs,Sn,&DMPII in succino
—4a— BT-T2_lodine electrolyte

—— BT-T2_Cs,Sn&DMPII in succino

Z'(ohms)
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