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BEARAZRE - TUHARTEAEHATRKE LT FTHMH - MiGHE T AT @8R KEHM(cyclic
hydrocarbon) 2 4 2% (heterocyclic ring) 2 [ - =T X 5 B A5 KA 7T &4 — # E‘iﬁw BEREAR R — AR BT A
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The present invention discloses cross-linkable fullerene derivatives and inverted solar cells thereof. The
cross-linkable fullerene derivative comprises a fullerene core, a bridging functional group and a cross-
linkable functional group. The bridging functional group is used to connect the fullerene core and the cross-
linkable functional group. The fullerene core can be either Cg or C7g, and the bridging functional group
comprises a cyclic hydrocarbon or a heterocyclic ring. The cross-linkable functional group comprises a

thermally cross-linkable functional group or a photochemically cross-linkable functional group.
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s,/ CROSS-LINKABLE FULLERENE DERIVATIVES
AND INVERTED SOLAR CELLS THEREOF
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=~ PXEARE
ABABRE - RITIBLIIHHITEDRERKXE
HABKEGEEL - LT RXBXEHMITEDELSH —
EHHARE - —BEETREAR-TRIBETRL BHHEE
RAGEANEHHABATIBEREZIE - T8
ABETOAASBENTREELTZEHH > BHZEETREAT
@, 4 3% b #8 (cyclic hydrocarbon)‘k#& 3% (heterocyclic ring)
® AEH - TRBETARUATELS—HAIBETREKL AR

e
Hgf‘gﬁté,t°

FESUHABE

The present invention discloses cross-linkable
fullerene derivatives and inverted solar cells thereof.
The cross-linkable fullerene derivative comprises a

fullerene core, a bridging functional group and a
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cross-linkable functional group. The bridging functional
group is used to connect the fullerene core and the
cross-linkable functional group. The fullerene core can
be either Cgo or Cy, and the bridging functional group
comprises a cyclic hydrocarbon or a heterocyclic ring.
The cross-linkable functional group comprises a thermally
cross-linkable functional group or a photochemically

cross-linkable functional group.
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RN
[ 3 9 7 2 47 405
FAERARXAMPN —HEHHTEY  BHREHEBHEP
—HITRXRBLEHHETADRERAEBERAGRE
Ao

[ & AT 4% 4 ]

BH A RAKBAEATLFAREHETAZIRA > Bt
HERBRERIRAXEBABRKGEETEL - RALEHEAHK
AGEELEARALASREIHEZHEMNE > BHKA S S
BB AEGE NEERANGLEALHAAAER -

SRAABRKGREELH A ARENLTE KM
% I %ﬁ#%é/%?Mb}!;’(&niubﬁﬂé’éi:—iﬂbétﬁé'?);ﬁ?
5 F EEHE MK E M E S E (electronic
coupling) - %&ﬁt/{:?ﬁ)«iitézm#* HPHRE T &

MAATRBLBEL  THRARBHEKGHEER -
%ﬁﬁ%%%%ﬁé%g& 2 M B R
Rz MAE > ¥HXEBE ey B Mmoo AT

i%ﬁ%%%\ﬁa’%ﬁﬁm%%ﬁ&&%M%%ﬁ
Bk -ARm o BREHBHAAERENTIHHAME HF
EAARLBEALRALRE LXPAE  URANKE
W4z b in 1 £ £ % M (desorption)#y [§ & o
HHREBIXKY EETRUANERETEELET MR N
+HAEMEFRAETEERE  UAMRETHRUAER4
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ZE A ANAXERABZTRBREIWEAREZ
4 75 (solvent erosion)F R » L AR EH S ,.i@ B 4 3
ZHEBABRELL  ARBRE L RBEGHKEA -

[#HA%E]

FEaENELEBoRE 28 AERZEORAL
RE—"RBITRXBLEIHRITAEADRERIABLHEERLKG
T DEFIRARALHEABLAGRER T LT R
MK FzBEH -

BRBEAFAZIBY RE-BETXIBIIHHITA
o RS —EHHEAR —BEETREAR-TIHT
RER BRHETREREGEADETYH AR ET LB F A

zZM - BEFPEHHART S yzn‘l‘“kfvr'l:'i‘:&?ﬁﬂ
o mAEEERE G S — B IE A (cyclic hydrocarbon)‘gi —
3 3% (heterocyclic ring) A B - B AR BB EAH T & 4
AR WARRKREAR > EHRBEAEET EE %
(pyrazolo) ~ vt %% 4% (pyrrolidine) 2 & =& =% (isoxazole) o

ARALITRBZEHHTAMTZTIBHERE
BRI BEAERAIBERALE RIBETAEELTAS
R T M (styryl group) ~ T M ¥ (vinyl group) ~ RZE T 1%
% (benzocyclobutene) ~ = #, & } & (1,2,2-trifluorovinyl
ether) sk, T = % (diacetylene) - & X 8 B #E & B 7T & 38 &

¥z (oxetane) °

WA ARMERE —BRASBRAMRABET



1422525

BIERFHE - 2013478 11 H

o RAATIAMIEHHTEADER - LWTXHXT
BT AMERAEGHA LEZ TR X EHHTLEYD
g BREN—LBALRAE—XHRAZH -

ALmE  RABFEAZL-—HTIBZEHHTLD
RERAXLEHABAGHETL A TAF —RFMETik
1 2

(1) AHERAZITXBZIEHHTEY > B H £ EAT
XHRABEEIAEENE  EEFE ISCHIZEABHE

% (glass transition temperature) > H b B A S & X

Mo R EBEHREEAEMEKRREZE % (cluster) e

2) BABRAZRALHEARRKGRELESA TR
Bz EHHTAEDER  HAFEARALGEAIABRKGAEE
e EFERER FAETAHARBRATTHREN > &
T 3 &% E A FL 3 & (hole blocking layer, HBL) » sA 1K &
FERLEIERALBALR N BOHE  BRALTSR
B FE -

3) BABERLEHHITEAMAMBARN EBHHITA
M ¥ g B 4 #2546 4t (hot spot passivation)Z 4F £ » ¥ 7
R BERZELE

M)i%%z&ﬁﬁﬁﬁ%ta*%%+%?%%
A MBREITHE XEH L EFF 8 (clectron donor)I
sh oy B 4 8 @ (heterojunction) » A3 ik FIH B F -

5) ABERALZRALEHBABRKGREELTHEHDS
& M E TR LR % £ 8 & (bulk heterojunction active
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layer) & + & # ([6,6]- KX ¥, -z X + — - T 8 ¥ X &
([6,6]-phenyl-Cg;-butyric acid methyl ester, PCBM))x s
BE - FSIHEAEAALA T AR KGR E M S
(lateral mlcrophase separation)®! & > H B F R A T F

F gk B 0
(6) AHAXIRABBABRKGREEL TR EH H
MTADBEBGAREGBHERREZEE S HEHILE
GERTEREROEG ERFEHASEAEA LY

O immEmsaw o B BEKLER KK

ExH A ]
AEAKEDTHEZEEATEMNRELESZE K >

ME—FS2HF@mRA - FEAEWRX  UTHEBEZIELT

B BB EBAERBHE > IR ARFET T i

Z AR -
o ARBRAZITIBZEHHMTAY LT HHELRE -
BETREARTABEARAL BHEBTAEEGELSNETY

WARBETIBETRAREZIME HYEHMH

%+ﬁ%t+z§%%’ﬁ%&5 ER &2 — R
(cyclic hydrocarbon) s, — # 3 (heterocyclic ring) X & - 3§
HBRERABDTELS AR WARRKREAR > M
BRETOLA=ZAE WARBRELTHRE - X >
EAE 29 645 bk (pyrazolo)~ w58 k% (pyrrolidine) s, &

2 o (isoxazole) °
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ABRAZIITIBLEHHITAEDFHTIBETRE
OREBIBETARRAIBERER AIBETRERATAH
® % & (styryl group) ~ T ¥ # (vinyl group) ~ K IE T %
% (benzocyclobutene) ~ = #, & % &k (1,2,2-trifluorovinyl
ether) & T = ¥t (diacetylene) % - M A X B T AT A &
£, % ¥ (oxetane) °
X ABALEHHTADETES —HBER
(spacer) st MR A BB AN BETARALAATIB T RE
Z F o PR A B T A XK & T B 8 (butyric ester) °

H—ENRB P ETRXBETARARIB T RE
B REHAZETHHITAMZEBA T FAaN(1)E KX
(6)FF = (R A st B FR) ¢

P X(DE X)X L #HE % 5 A[6,6]- KK -5 X +
— - T B Bt % B X T ¥ 85 ([6,6]-phenyl-Cg,-butyric styryl

8
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dendron ester, PCs;BSD) ~ [6,6]-K % -3¢ £ + — - T B £ 4%
% K T 4 85 ([6,6]-phenyl-C5,-butyric styryl dendron ester,
PC,,BSD) - [6,6]- % £ -8 x + — -T & % ¢ %
([6,6]-phenyl-Cg;-butyric styrene, PCBS) ~ ot =8 b7 £t 4% 4K
X T W ¥ 4% (pyrrolidine styryl dendron fullerene,
POSDF) ~ B-2-# Bt KR K K L M § $h M (isoxazolo styryl
dendron fullerene, ISDF) ~ R ated H R K XL H T H %
(pyrazolo styryl dendron fullerene, PASDF) -

o B PR R(DEXAG)Z BB TRAS A= LA
AMBEXO)ZHBEETRAN SN AE ~ BBk AL
o o pbih o K(DEK(O)ZTRBBERREXST A RXTIH K
BABEKTA -
ok ETRBMETAALAIBTRLNE > KEN
ZEHHTADZEHRA T TAHKATDE KX (14)A K
(R BR)
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2P XK(MEKXN(DZX L85 5 A [60]-F & 4 % -
Bt kB AAKSHH(60]-isoxazolo oxetane dendron
fullerene, [60]-IODF) ~ [60]-wtb = -BI KK E A A I B H M
([60]-pyrazolo oxetane dendron fullerene, [60]-PAODF) ~
[60]-=t =8 J¢ - Bt K & A A I 8 % M ([60]-pyrrolidine
oxetane dendron fullerene, [60]-POODF) ~ [70]- & =& o4 3% -

10
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BEKBAABRETH % ([70]-isoxazolo oxetane dendron
fullerene, [70]-IODF)~ [70]-vb ok -3 X K B A A K T ¥ M
([70]-pyrazolo oxetane dendron fullerene, [70]-PAODF) -
[70]-tb 28 J2 - Bt R K ] A A I F # W ([70]-pyrrolidine
oxetane dendron fullerene, [70]-POODF) ~ [6,6]- K # -3¢
N+ —-TEE B K B A & K85 ([6,6]-phenyl-Ce-butylic
oxetane dendron ester, PC4;BOD)~ & [6,6]- K X -5 £ + —
- T BE B B K B & & & B ([6,6]-phenyl-C,;-butylic

@ oxctane dendron ester, PC;,;BOD) -

W= mEXRBP AT RALULEEKX(DNAQR) S
Bl > B A T B T AT

S z
HO OH
\@ + K,CO; O 0 HCI/HOAc
o .
HO Kt + Toluene
(o]
(15) (16) HO

a7

| . fm % n
’ gﬁ °€>"%§

Crosslinking

A

160 °C for 30 min

Bk KB[66]-FK K-+ —-T 8 F K&
([6,6]-phenyl-Cg -butyric acid methyl ester, PCBM » =
(18)) - & 4% 2] [6,6]- X X - & X + — - T &

11
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([6,6]-phenyl-Cg,-butyric acid, PCBA» & (19)) # % » »
w B 47 (KhCOs) @ at b g7 (KD AL T » 3,5-— 58 XX ¥
B(RA))E 4-RFARXIHKA6)ERAHSRIEHE
Z At A KREBR(XA7)) - &4 > PCBA (X(19) B4 R
REESRXLHEEAZIHEKEAR r‘ﬁzﬁ/ﬁkz&%‘ﬂﬂsz
M EHHEITAW PCeBSD (X (1) £ F » 3 & ho sk
(160°C » 30 »4&)A % H 2 PC4BSD > {iixﬁnﬁbxﬁf
EmAFE e XQOATHTRBZE B AT A A B o

HEFKQ)PC/BSD 2 #4EH X+ £ %% A[6,6]- ¢
FE-mt+ —-TE ¥ & ([6,6]-phenyl-C71-butyric acid
methyl ester, PC;iBM)K # A [6,6]- KX ¥ -3 t + —-T &
([6,6]-phenyl-C71-butyric acid , PC7;BA) » i 3 & = % B
S biar o BEAARELE - fRAXBETREARE
TXBMZEHHETAEDST  HGRAX(NDERABAERAR
# (oxetane) » % K H AW F KRB E L -

B2 # A 1388 %3k &% (C-Nuclear Magnetic
Resonance Spectroscopy, ~C -NMR)ZR £ # # &£ 4k & 3%
('H-Nuclear Magnetic Resonance Spectroscopy , '"H -NMR)
BATE R A R (AT B 144 PCoyBSD A #]) & R 4o
F1ER2BmM~ BY#BAT #HaLlEXERIE#£T
7T 4 3] A3 A 2 PCqBSD -

gb b > B T H R AEBH 2 PCeBSD 2 M E » T L
¥ 3% #% # 8 & (Glass Transition temperature, Tg)4k % #|
AR A A ETIF BT (Differential scanning

12
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calorimeter, DSC)x#¢ 472 3 » E & X & 3 B AT~ o
boodhga(FE—XRABFHR)ETAEHAZ PCeBSD R
BEH 150°C THEATHAIBRE > THEF XA RF
W (& b)THAE PCeyBSD B A B R B EHE Y
140°C M THAE AN - Bk AN SR BB H
BE - Th AL PCaBSD & # 4% 2 #h a8 Tt -

B o ARABLELIIGEREBERINATAZ
PCBSD RETHERETEITAIBRE > HE R F
® .Ess-BF¥> ABEW2 PCuBSD M BITHRAEN -
Hoehag(a)k 1622 cm™ & B A 5 -5 4 42 (C=C, alkene)k
) 1 42 (stretching) g F M B (ST AL ) - KM B L
HBERELZAMAZIHHEODH R LA LFHBRE - Bitdit
R T H EABEEZ PCeiBSD T 2L B A& # 47 2k X B > 18
7 m. PCsBSD % gt o

F K% 80 2 PCsBSD # K PCBM 2 EIt 2 8 > Bp

MEZRBARED S FHIKXR(ALUMO)IB ZHL > 0 F S

® s (mu(a)hAEE 2 PCOBSD > M & (b)4 45

PCBM 2 1t 2 R X dh &) & 7T 4 R 3 8 2 PC4BSD #
BREAMKGHRELL -

—mET o ERBABEIREFHRET A @RI
By TFEAB ZRERAESIL-TRAEARKALEEHK
HBHZPCoBSD X BEBTAMBAARER  HLE&R

Ww#H 6B AT B Y AHEHZLPCABSDERE G AR
EHEHLEITIBRE BRAEUNERRZR AIRAXIHR

13
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QB ARBYGBEKE R T REHREH PCe,BSD § %
BB YA EE  ERNHRIEIEL - B UAEBZKRARF
oy dh 4 (b)Fo 3 R B 1% 12 Rk &5 B 2 2k AT BT &) d 8 (c)
% FHFE - Bt AT AHERAZ PCoBSD # & # X B
%%ﬁ%%ﬁiﬁﬁ%W%&%ﬁﬁ’ﬁﬂ%ﬁm%u
2RAYRENARAGRAT LY EEL -
U EETERESULE A PCBSD 15 A A2 # -
FEESOR  ABEHEMLILESH IR AE 48 EH PCeBSD 2
R > HEFAURFMETERZEHK -

FLME TE AGAFRAXIRALSEABRKGE
Tz —ERpEHETER BY AEAZIRAXEH
AHRAFATLB TELLAEAEETE 10 28 A1t
WME 20 TRXBZEHMHITEMER 30 XHE 40
BREEE S0RLBEEE 60 NKEHH ¥ » T
B & B & Bk (sol-gel process) & & B 4& B (sintering) #
RTRBASEALAEZ42 B A1LE B (F o & AL 1b &K
(TiO &R B AL 8 (ZnO)Frm k) HRAZAFTER 10 4 54
B 2B ERE 60 (B )ATHARIXNEHEAHKK
BREAHGR - TXBXLEHHITE D EE 30 THR
PEEETFEERAEER -EHL 40T RUANS KA
FHRE REAAHRTF -—TRAEZER SORNBRIZR
ERELBEER 60-

TRXBZENFENEDORBE TR - TIHZE
PBmTAEMAERE 30 T XBXEHHEITADLER 30

14
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(220 m)BHRBEGEEN LB ALHE 202 %
@ B oA (4 140~200°C)EAT B > &M T AR T X B
ZEH AT AW F B 30 -
ey FHETRETAMYG At - M ALY -
tp s A bt B AL BHEE ALY B ALY -
Aib 4 K- A4 o X8 B T A KB E Y (bulk
heterojunction, BHN# /A & > AL B & a‘%}n%/%' B — 5
> F B RAE Bl e T h B 32 A E %
o (poly(3-hexylthiophene), P3HT)# PCBM Ff 48 i, - & A &
B OE A T R B4 = AT E E % )(poly(3,
4-ethylenedioxythiophene), PEDOT) #1 & Z ¥ X 7% B
(poly(styrenesulfonate), PSS)Z & & 4 B 1 A & 7 & %
B o

MAFHLRALHARKGET L —FTwpl %
Y FEFRT -k £2MHALHEAKLB L > K
by BB AR KRB EMHMPMEG AiLihiE AHB L
® i # 150°C~250°C TF # AT &k M - #H ZF N 2 /A T X
350°C~600°C &y H @t » EB R ARG AR
By At BRBAERZEBEERB LHE %
H R EdH — KA B B 4 (Zinc acetate) $1 ¥ ¢ 8 A&
(Monoethanolamine) # #& K & F 82 &k & K & T 8% P i& 47
AL KAEAMABR - ALREF _KESEBEHREE T
%%%%w&@%IWBEIIM’E;K%%&%%
ERKBTFERXRAEAKXRLEFTHREAOIIME 1.2M-

15
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B2 BAERZPCBSD & s %2 HEENEA
fesr B AEBR LY - B 4 PCoyBSD w#h 2 T #ATH X
B2 B (% 140°C~200°C) > 4 H /£ B & F £ 47 X Bt © ok
o R THRBSEREZFEHATAZIT B X FEHA
AWM BiThBREEIB  EHREASZREHENT
RBZEHHITAED R -

A #AEBARMNK > uBHRFERZ PC,HBSD
AEETREAMS B AR  c HERBT HAkBX
BAEAYS IS HBANBREAZRASTAIEEFZ A
AR mBABA 44°RF K BLEBAT PCeBSD i Bt 2
FRENAILEEBA® - s BR T HBEMUE
(Atomic Force Microscpoic, AFM)A| X & > 7T 40 K 2§ 8 2
PCe:BSD E B A M54 AILEGER X B > FREK DEK
E A FARARALBRALEHEABRRG T L KR -

% B4 % PCiBSD # B 440 4% & % F P3HT ¢ PCBM
B REMBEBREFGEEN PCoBSD Y X BB L A
R REBEEHBAEE LT HLERBETLREAARLR
ARNGHREECLHEHL > AUBRUAH AL TFRERE » K
EARTF(ETERY)-

PEDOT# PSSX K BERHBEHNRBELI B RE
PO g MR- EBFALRALHEARKNGRERE
M EREER  AUBEEIHAMAALAZITIREY
# o £ % > PEDOT 82 PSS Z KER P > Tho AT & LT
B543 2 sy i@ X-100 (Triton X-100) > B v Atk f5] & &

A

]
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0.5~3.0wto» 2L TURARBTHILENREIHFE L &
&%’&Eib%@m%moﬁé EEREZERELE
— 8 TR WBEERANAAKERELE MR

TUA LA FXEERARAETAZIRANEHEABRKY

BN E o EdhPlEpIEL  URBAEAKRZEAZ
TRXBZEYHETAEDEBREAAGNE T EEE - #
FRARRBARALHEHABRAGRETLHERMELE -

EP  h&HAZRAEHABRKGREE L ELFY
ZRAZBHABAGFHEETELZEZRE  EANLEHF XX
HRERTIERSH AR RAX PCeBSD # i - F 5 &y 3
HERWESEEF 0BT Ao AAERAZIRK
BHEABRAGRETLALBEH IR EHRARKGAET
M ER-EEREFMHE B RE - S E T A F (external
quantum efficiency, EQE)E % & 412 £ 1L fit & B bk %
(power conversion efficiency, PCE)-4% 77 8§ M M 1% & &
B - 2FRFL2ME 1> AARAEALIRAXLEHEARK
GRECALBRFAZRALGHEABRRKRGRIELHFHALE
ERL AR I i

* 1
: )i ik‘ ‘é‘é *%‘ *; Voc Jsc FF H (%) I{sh Rs
KGR E
o, (V) | (mA em™?) | (%) (W cm?) | (W em?)
SEANREH
z PCs;BSD [0.60 12.8 58 | 4.4(x0.12) 553 5.9
B

17
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kb % 15

0.58

11.6

52

3.5(+0.18)

292

6.2

Tk 244 KEHZ PCyiBSD ¥ i & A PCPDTBT
(poly[2,6-(4,4-bis(2-ethylhexyl)-4H-cyclopenta[2,1-b;3,4-
b’]-alt-4,7-(2,1,3-benzothiadiazole)):PC; BM & X & & =
RALEEBABRKGEEL B EANKEHAL PC,BSD
BBEORALEHBABAGEAETLOAXA TR I HF L

# oo
& 2 ®
R i’i‘ \é:tl:: *%- %_ Voo Jse FF n (%) Ry R
K% EE
sth, (V) (mA cm™?) | (%) (W cm?) | (W cm?)
L A s
z PC;BSD [0.66 14.52 35 | 3.4(%0.26) 94 10.7
i
b % 15 0.48 12.05 32 | 1.9(%0.14) 77 10.1
HAERRARLERETo  BHEALAEAZITEIH @

ZEHHATAEM B  ET T A ML BE ~ o E
Rt BN BEABRSH S REMRRG) > B
#lRER > EMRA T THEYE KL 4 B (fill factor, FF) »
B 2% & & (open-circuit voltage, Vo) & % & # 4 % £
(photon-to-current conversion efficiency, n) st %t > & #
EANZTRXBZEHHTEDER  ETHRAIGE
BHa A TUAFEEIHR AL R QB R M08
PE > UHRRBLENET S FTAHHE > EHLT

18
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A % ¥ hv U 89 48 % Bk (short-circuit current, J,. )& 4h
W FaE Ao B SRIOBMT - sbsh » h&R
Tho» FHEANRARBERHZLPCHBSD R R A LH# A
%K%%%%ﬁ*ﬁ%%%%T’ﬁ%ﬁwzﬁﬂ%%
FHRKGHEEL BEHEASOAHALGTEH WwFE 10
R
MBS REE AR T AT KL E BT A
MR LR ERRAY R LG AT AW
@ iy ERzLRRED AL BHEAAFAZT
RBZEHHTADEBARIXLEEABKGREREL T
AHBEFEER HEIUBLLEAEAXEBREEPHY
BERHNLAEARRENE TR RABERNZIEEYE
‘éfk °
BrEil  ABEHIRALHEABRKBREELTH
EHHITAYEBRTAEIEHEAYET F TR RAIGE
HHd > TS FHRBED - b RERAXTHH
@ A EETRAAREARBINRETTEREAY
Lo RALTRFEEIHREAA T AN G EMA Y
BAARBRATFPHRLELE - b A EHZEH
HATAYEB TAARRAE FHRATAMIE K
B A4 ib s UBKEBEER  mEINFTRAMRER
ME2EAEET  AHURARIEHABRKGREETE
A EHBBEH B -

U LRl EAEREMN MIEARBEHE - 244 KR

19
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BABRAZIKEAALES  AHA BT ZIFHEARYE
FoHRASNAMZIIFEHNEE T -

QEENSR D

% 18 144 A% 92 PCsBSD 2z PC-NMR B 3# -
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