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[0153]

[0154]

[0155]

[0156]

[0157]

[0158]

[0159]

[0160]

[0161]

[0162]

SIHS3l 10-2014-0060220

Boage] §U1AANRAAS &5 ARBAL dev vl AFFE 2= 5, $F, A7 AE4 S9E =
= oole 9% AF, &
EE

N
AREE ok FAIH S RE, Na, NaK &b, Z, mtdle, g8, 985 3%
' des ' vk olglel, &FvlE/Al0,, EFvE

=
= vkadlE/JlE s AHEE v =259 F7= 10 WA 200nm 7 B E)

e

7] EL &2be] dgagS =o|7] HalMe sht oy A2 vigEAsiAE 109 o149 FFI/ES 7=
Aol npgA sty AF9 AEAILGS vtEAs A= 9 Q/m olstoltt, A=< FAE 10nm WA 1wm, Hr}
v S A E 10 WA 400nm o]t). o] ek =2 34ty 75 (CVWD), EEd 7145 E(PWD) 5o 73S E
W EE 2HHYEHS T A7 A5 ARE dgow Pt AT 4 Q.

L B o] Ao AHgelA B wgol {1 AANFAAE EEe] AFEE v, ¥XE HIFE B, A
FTTEY B, ¥9T B4, ¥33Y $2E B4, AAGFE B, @ AXFY EHo| 4V 449 fUEF
A o ARREAY Ee B 3] {UAAN GRS e A8 o Haste] AMEE 4 Q).
A T EA7A N,N-dicarbazolyl-3,5-benzene(mCP), poly(3,4~
ethylenedioxythiophene) :polystyrenesul fonate (PEDOT:PSS), N, N -di(1-naphthyl)-N,N" -

diphenylbenzidine(NPD), N, N'-t]#d-NN'-t](3-#|&=d)-4,4"' -] o}bw] =n] F|(TPD), N,N'-t]=d-N,N'-tJr}
Sel—4 4 -Tlobr] wu A d, NN N'N'-BlEel-p-E2d-4 4 -Top] u] s d, NNNN'-slEetsd-4,4' -t o}r] =
vlEd, =9 (11)1,10,15,20-H1 Eg}ed-21H,230- 29 & 53 22 XZI ™ (porphyrin)3tdE F=4, T3 &
Sl ks 3AFolnl & Zk= A, 1,1-8] 2= (4-t-p-EHor s d) A ZF 2L
NN N-EZ(p-Ed)oldl, 4, 4", 4'-EA[N-3-vEzd)-N-gdolr ] Eg]sdoulz} 22 EjolHoelnl

A, N-AdztEeE 9 ER|drtEnEs 28 7tENE R4, Fad ZEERAold, FE|ZERE Aol
Ge TR Alobd F2A, ZEHAE ofyl fRA|, qlotlagdlA fEA, WS Agelvlyt ~EE opy

-%1-

B9 fEA, L EJU 52 5 Uk

a1

A =4 @ ZE A diphenylphosphine oxide-4-(triphenylsilyl)phenyl (TSPO1), Alqgs, 2,5-to}d HAE f=

Al (PyPySPyPy), HZF 2 gulolE]= 3}3HE-(PF-6P), Octasubstituted cyclooctatetraene 3= (C0Ts)S &

N

olck,
wougel o AARgRG dolN, A4 FAF, A% FEF, 4T 455 2L AT FYES PN 99
B9l st ool FRE GRS VY Foz FHAY, ®E 45 AFH, JolF TR AR FHS
= B4e) 2o 74E 4 9

YARZA o 5W HF FYAR, FFSUA, Aol A, f7] AdeolE W FY $HE AGe B

™

l [¢]
Atk FAHSRE, FIEA SFE, X2 ZAlo|=A IEE, JMEA x2S AoE FEE,
bis((3,5-difluoro-4-cyanophenyl)pyridine) iridium picolinate(FCNIrpic), tris(8-hydroxyquinoline)
aluninum(Algs), QFEZHA, dAGEA, A, =4, AL, 3=d, 34 9 HAUuIz ey 2 EEol=n}
g 33tE, FAHAdY 22 SFudddl 3E, 1,4-0]2 C-vE=EE)wAl, 1, 4-0]2d-Ha = ),
1, 4-¥] 2= (4-mg-5-ad-2-2A g )i, 1,4-0]| 2 (5-3d-2-SAE )l 2, 5-H] 2 (5-t-FE-2- N2 ZALE
)Apol o, 1,4-tud-1,3-FEtdl, 1,6-t¥d-1,3,5-F A EE N, 1,1,4,4-B| Ed}dd-1,3-F-elr] 3} e
AR GG A H, SA FEAY F52A, Fuidd A4 fAjolwedddmed MA Aol HE
datol o e A, ZEjuEl AA LawlztERAl A4 Fkd A JtERAEY A4 HEZd A &

Az,
AR S gHE, 28l A, 2R SeE, SAHoLE 89E 52 & .

A

Jroto = I E RIS
Mg Age glov, Ame S4ol v g AU + o, BE 2m UA 5,000me] HIA A4
4 5 o

wouge whe fIAANELAS SFRe AT Sl dstel Y4W  domm, Wk gy FHe|
AL, BEGin hole)ol A9 gl #AF Hulow ool 2e = A FHe] At

o] wE AT GRS sE B ols e frIAATELA Y] Alx
ok, ey o= AAE A ALmA o] b=

o
_°|l"
s
re
e
of

O
o
o
N
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[0163]

[0164]

[0165]
[0166]

[0167]

[0168]

[0169]
[0170]

[0171]

[0172]

[0173]

[0174]

SIHS31 10-2014-0060220

Azl 1. F3hA] 1] g

B(OH}2 Pd(PPh3}4 K2C03 Br Br
Br Br + ©/ Toluene  Methanol O

2 B97] &t 250ml T vl 37 ZEfATe)] 1,3-tjEHER-2-olo] o wulAl 6g, HIEEA 2.2g, HEDZ
2 Efddzadl Z2k5(0) 1.5g, SAH2E 4.6g, EF 60mlet WS 20ml S €L, 65CE 4A]L EACL ¥
ek, whgAS Wz § fIFRRdad B2 FE533, FEE 9% sF9git. dEREded -9k &
FeviE APaRetEad s AAS &8 FHdte] FHA 12 2,6-tIHEZ Eutoldd 6.08g< O,;giu} (%

n.qo

1H NMR(CDCl;, 600MHz) & 7.64-7.62 (d, 2H), 7.47-7.44 (dd, 2H), 7.43-7.42 (d, 1H), 7.21-7.20 (dd, 2H),
7.08-7.04 (dd, 1H)

Az 2. FIHA 2¢] 3

Pd(PPhs). K-CO5 ‘
Br Br
| Toluene Methanol Q N

B(OH ),

Ol

2EH

[}

AdBEA Al N-ol o E-3-R At 4.7gS
9l 3-(2,6-T) B2 R d)-9-5 d-9H-7}11 = 3.6¢

Y9 a-g— Asishe Az 1 S Ao F04 2
o

A= £ 56%)

1H NMR(CDCl3;, 600MHz) & 8.13-8.12 (d, 1H), 7.98 (s, 1H), 7.68-7.66 (d, 2H), 7.63-7.60 (m, 4H), 7.49-
7.47 (m, 2H), 7.42-7.40 (m, 2H), 7.33-7.23 (m, 2H), 7.10-7.071 (dd, 1H)

B(OH ), O
Br Br
PA(PPhs)e  K,COs ‘
Br’ ; Br * N Toluene  Methanol

Azl 3. F1HA| 39] A

=24H 3
Ad B2 A 4-(OH-7FFE-9-)-Hd 1 24t 4.7¢8 A& &4—% ALetaE Alxd 39 Fdg WHo=
A 391 9-(2',6-t) B 2 R0 H d-4-U)-9H-7H}ZE 3.5gS AU, (& 44%)
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[0175]

[0176]
[0177]

[0178]

[0179]
[0180]

[0181]

[0182]

[0183]
[0184]

[0185]

SIHS31 10-2014-0060220

Azl 4. FIHA 4¢] 3

N Toluene Methanol

B(OH) Br O Br
©/ Pd(PPha)s KoCO5 O
Br/©\8r == N O
' =

R EL il 3-(9H-7hbE-9-)-Fd HEAL 4.7g8 AHET 3
SAHA 491 9-(2',6' -t BE R d-3-)-9H-7}1}E 3.5g% ?Q%E}. (& 44%

Az 5. FIHA 59 3HA4

Br
@ O\B B,O PdidppfiCl,  KOAe
+ ; S
©,N© c 0 DMSO

A B97] ste] Houty 37 S8tz 4-BEE-N N-tHdildelyl 10g, H|AaUFHoET|RE 11.7g,
ol EA ZE 9.1g, [1,1'- H]/\(E}O]Jﬂ;lii:JJJ.JﬂE*ﬂ)E‘rolﬁii"*E‘rg(II) 0.76 g 123 DMSO 100 mlZ
Y 80C= 10412 adtelgic), wkgols W7 3 2 2vey 22 F&33, 549 §98 55318l
OEZ 2 ety p-dF 2382 Ada2utEads] AAg g8 %%—6‘}04 F3A 591 N N-t#Hd-4-
(4,4,5,5-HEZHE-1,3,2-0 A 2 S 3-2-d)Alolwl 3.9g8 ATl (& 38%)

Cr
=2tH

(4}

0f

1H NMR(CDCls;, 600MHz) & 7.57 (s, 1H), 7.49-7.48 (d, 1H), 7.26-7.24 (dd, 1H), 7.22-7.20 (m, 4H), 7.17
(d, 1H), 7.07-7.03 (d 4H), 6.98-6.95 (dd, 2H), 1.31-1.28 (m, 12H)

Az 6. FZHA 62 34

Br
Br
H
N Pdy(dba);  PPh,
PEAst |
NaOt-Bu Toluene /©/ \©\
=2tHl B
Ah 47 she] Tt 37 8T 5-HEE-2-8°0F E5¢l 20 g, tholrdoll 12.6 g, t-§-5FA Y
EF 19.4 g, Ea(toldde ol E)thel ZeHE(0) 0.5 g, Edd¥EAW 0.3 ¢ 283 EF< 200 mlS
FTIAtE EEaTe Wi =90 Fo 2EF 30CTE FAAAFTH wikslditt, wker] i §9S fEEE
By B2 2Esta, 5. UFEadey p-@ditez Adazuieadgd A 98 FF55te] FIHA
6% 4-P 2 R-3-we-N N-tto]gdwldloldl 3}3E 17gS LAY, (& 74%)

1H NMR(CDCls;, 600MHz) & 7.31-7.29 (d, 1H), 7.05-7.04 (d, 4H), 6.96-6.94 (d, 4H), 6.89 (s, 1H), 6.71-
6.69 (dd, 1H)
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[0186]

[0187]
[0188]

[0189]

[0190]

[0191]
[0192]

[0193]

[0194]

[0195]

[0196]

[0197]

SIHS31 10-2014-0060220

Az 7. FZHA 72] 34

Br
o o PdidppfiCl;  KOAc
©/ - (dppf)Cl;
+ ” LY
@/N@\ O O DMSO i :

FRL T

O
[' \“I

27 6 =

4-B 22N N-t]dddlldlo}ql thal S 68 T3 AL Astus Axd 59 U3 wyow F37hA 79l
3-ME-4-(4,4,5,5-HEZFWE-1,3,2-T] SAI R ET-2-U)-N, N-t]-p-EZ ulAdlolwl 10gS IATE. (& 52%)

1H NMR(CDCls, 600MHz) & 7.79-7.78 (d, 1H), 7.12-7.16 (dd, 1H), 7.06-6.94 (m, 9H), 2.31-2.20 (m, 9H)

H
Br i N Pdy(dba); PPhs
Soar - oy
NaOt-Bu  Toluene ©/ © ©

Az 8. FIHA 89 34

Br
Br

S2Hul 8

SrERERRWAl 9 g3 HHdolnl 8 g& ARESEte] T3HA] 891 3,5-H] (T
‘Ri‘:‘r. & 35 %)

H
e kN
o
)
T
T
=
U
b
rg“
@"4
(@3]
0
tlo
2 %,

1H NMR(CDCl;, 600MHz) & 7.24-7.21 (t, 8H), 7.08-7.06 (d, 8H), 7.02-7.00 (t, 4H), 6.75-6.74 (d, 2H),
6.71-6.70 (d, 1H)

Az 9. F1HA 99 A

DMSO

o C
OO
R

=t e

N N 0 0 Pdidppf)Cl, KOAc
O O + B-B "
Br

TA 891 3,5-HlAa(HolFldoRl)-1-B 2R AlS 10g AFEEE A Al9fstas Az 73 FdI WHow
XA 921 3,5-H| = (thol Al d ety )-1-H 2 Rl 5g& AATE. (& 35 %)

1H NMR(CDCl;, 600MHz) & 7.20-7.19 (d, 2H), 7.19-7.16 (t, 8H), 7.02-7.01 (d, 8H), 6.94-6.91 (m, 5H),

_38_



[0198]

[0199]
[0200]

[0201]

[0202]
[0203]

[0204]

[0205]
[0206]

SIHS31 10-2014-0060220

1.26 (s, 121)

Az 10. FHA 109 34

o IS
HM

Pd(dba); P(t-Bu)s

©,N\© N MaOt-Bu Toluene
SRS

s

]

—=

A w97] 8He 250ml 37 Fotuby EEpasdol 4-BE2R-N N-tHddlAlelyl 10g, otdd 4.4g, t-HF-FA]

F 6g, Elz(ttoldld|globaE)vtoldebE(0) 0.8g, Eg2(t-FE)E2¥ 0.4g 283l EF< 100 ml&
I, 90CE 1242 wykgtt), R dS fER2veor &30, w59t IRy p-dio = 7

HaznEaH A &4 FFste] F3A 100 NN N'-E]#dAA-

65%)

of (M

Az 11. F2A 11°] FA

l\CL Pds(dba)s Pit-Bu)s
+
Br

MNaCt-Bu Toluene

Az 107 5 PO R Az 1094 A= F7HA (10) 6.6g I 4-HEH-Q
1190 N-(4-E2F)-NN' N'-Eg| g dullzl-1,4-t]o}ql 4.6gS AT (5

Azl 12. FIHA 129] A

peve %’EONQ

N Pd(dppfiCL;  KOAc
+ BB,
o o DMSD
e SR®

=2Hd 11 STHHl 12

Azel 73 BAY Hﬂﬂ&
3,2~

FUA (11) 4.6g & Y 933te] SHA 1290 NN N'-EFHdE-N'-(4-
(4,4,5,5-HEgHE -1

2 S
TS AL 2 @-2-2) -7 d)##-1,4-t)o}dl 2.2¢S ATt (58 50%)

mm
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[0207]

[0208]
[0209]

[0210]

[0211]

[0212]
[0213]

[0214]

[0215]

[0216]
[0217]

[0218]

SIHS31 10-2014-0060220

C]\/j%/ Pd(PPhale  KioCOa
+
B(OH), B Br Toluene Methanol

Alze] 13 FLg oz 2-(MEAZIE D) AdH 2 10g3 1,3,5-Eg|H=mlAl 19g & ¥al whgato] =
A 139) - EAFFR -3 5 -t B2 Rute]dd 11g& ATt (& 54%)

1H NMR(CDCls;, 600MHz) & 7.91-7.88 (d, 1H), 7.65 (s, 1H), 7.54-7.52 (t, 1H), 7.46-7.44 (t, 1H), 7.39-
7.38 (s, 2H), 7.30-7.29 (d, 1H)

Az 14. F7HA 149 A

0
- a C
Br CH3MgCBr O Br
L -

Br

Br
=2t 13 =2HH 14
Az 13014 et FEA(13)S THFe =olar, THFY 3M= 3|A¥ wWeErt1dlgEEnio]= 40mlE&
A7bstar, 60C=E 12417 Rk}, W7zbe kS-S ofdolAEolEg} B2 F&3ta, tddERgol=9 n-
ditog AdaBRvEaYy AASt FEHshe] F7HA 1490 2-(3',5,-tHERulolHd-2-d)- T 2 H-2-&
11gs IAT. (& 82%)

ol

1H NMR(CDCl;, 600MHz) & 7.64-7.60 (m, 2H), 7.40 (s, 2H), 7.37-7.34 (t, 1H), 7.25-7.23 (m, 1H), 7.01
(d, 1), 1.50 (s, 1H)

Az 15. F7HA 159 A

OH CH;CO0OH
O H;PO, Br
O Br Q
Br Br
=27 14 Z2tH 15
AZd 14004 FAE 7 (14) 5 oA EAL 200ml et <14F 300mlel] =o]lal 120CE 12417 wukaic), izbe
ghEols B2 Algsta, dEolAHoER FEsta tuwEdE2elo|=9 p-ditoz AdgzeE s HA
3tal F=sle] =704 152 1,3-tEER-9 o-tHd-9H-ZF ¢ & 5g& dct. (& 44%)

1H NMR(CDCls;, 600MHz) & 7.79 (s, 1H), 7.65-7.64 (d, 1H), 7.593 (s, 1H), 7.43-7.42 (d, 1H), 7.40-7.32
(m, 2H), 1.62 (s, 6H)
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[0219]

[0220]
[0221]

[0222]

[0223]

[0224]

[0225]

[0226]

[0227]

[0228]

[0229]

SIHS31 10-2014-0060220

Az 16. FIHAl 169] A

@ PlePh}u K:C03
Br ; Br T N Toluene  Methanol
|
B(OH),

A ze] 2014 N-#ld7MtE-3-H 24k ALEH 10gS AA S AL Agstas 53 wWyozr FIhA 169
3,3'-(3-B2%-1,2-H9d)n A (9-HE-9H-7}1}=) 3.5gS Ac}t. (58 33%)

1H NMR(CDCl;, 600MHz) & 8.02-8.01 (d, 1H), 7.97-7.96 (t, 3H), 7.74-7.73 (d, 1H), 7.53-7.49 (m, 7H),
7.45-7.39 (d, 2H), 7.38-7.30 (m, 7H), 7.23-7.19 (m, 3H), 7.16-7.14 (d, 1H), 7.08-7.04 (m, 2H)

L

O\B,O
Pd(PPh3)s K-CO4
Br- ; Br + O\ /@\ /@ Toluene Methanol
| N N
sle A
@ é

SZHHT

Az 17. F3HA 179 A4

A zof 204 HLBEA Al AZzd 9ol FAE FIHA (9)F 8.2g2 AHE3E AL Afslues 5L WY
o2 FA 1791 3,3'-(3-H2R-1,2-dHd )| = (9-7d-9H-7H}F) 3gS AU, (& 30%)

1H NMR(CDCls, 600MHz) & 7.54-7.47 (d, 2H), 7.21-7.19 (m, 8H), 7.14-7.09 (m, 8H), 6.83-6.82 (t, 1H),
6.54-6.52 (d, 2H)

Az 18. FZ7HA 189 A

B(OH)» Br l Br

+ Pd(PPhy)y  KnCOs

Br Br - -
I i M : Toluene  Methanol

=7HAE18
Az 104 1,3-tHZRE-2-clo]2 =l tjl 5-(tIe-Edoln|)-2-HEHdBEL & 5.5¢8 AFE3 A
S AYstnE s o m =714 182 2'6'-TH 2 R-6-wE-N N-T]Fel-EHu]|Fd-3-0}7] 2. 4gS LY
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[0230]

[0231]

[0232]
[0233]

[0234]

[0235]

[0236]
[0237]

[0238]

[0239]

[0240]
[0241]

[0242]

SIHS31 10-2014-0060220

o (& 28%)
1H NMR(CDCls, 600MHz) & 7.59-7.53 (d, 2H), 7.13-7.12 (d, 1H), 7.03-7.00 (m, 9H), 6.98-6.96 (dd, 1H),
6.81-6.80 (s, 1H), 2.29-2.28 (s, 9H)

Az 19. F7HA 199 A

Pd{PPhs)s  KsCOs

o B{OH}» Br
i |/©/ Toluene Methanol O

=2HH19

Ol ZFa-4-1 22 10g 4-B272 22 =WA 20g

o

Wil whgate] SEA(19) 14.1g8 AU (58 94%)
1H NMR(CDCls;, 600MHz) & 8.00-7.98 (d, 1H), 7.95-7.94 (d, 1H), 7.80-7.79 (d, 2H), 7.67-7.65 (d, 2H),
7.60-7.58 (d, 1H), 7.57-7.55 (d, 1H), 7.47-7.46 (t, 1H), 7.43-7.41 (t, 1H), 7.38-7.35 (t, 1H)

Az 20. F7HA 209] A

?\ﬂ
.

o 0 Pd(dppfiCl.  KOAC o

+ o ™
O DMSO D

=7H 20

Az 59 FUF PR FIHA(19)E 8g Wil wkgske] THAI(20) 7.7g LAY (8 84%)
IH NMR(CDCls;, 600MHz) & 7.99-7.97 (d, 3H), 7.95-7.94 (d, 1H), 7.92-7.91 (d, 2H), 7.62-7.61 (d, 1H),
7.59-7.58 (d, 1H), 7.47-7.45 (t, 1H), 7.44-7.41 (¢, 1H), 7.37-7.34 (t, 1H), 1.35 (s, 12H)

Az 21. F3HA| 219] A

B Br Br
Pd(PPhs)s  KyCOs
Br/Q\Br + D Toluene  Methanol O
| O,
S g8
=2t 20

= 2Hl 21

Az 13 598 whHo = F7HA(20) 4g¥} 1,3-T)HEZH-2-0lo] QWA 4g8 P31 HFS3le] Z371A)(21) 2g

1H NMR(CDCl;, 600MHz) & 8.07-8.05 (d, 2H), 8.01-7.99 (d, 1H), 7.96-7.95 (d, 1H), 7.72-7.71 (d, 1H),
7.68-7.66 (d, 2H), 7.65-7.64 (d, 1H), 7.49-7.44 (m, 2H), 7.39-7.38 (m, 3H), 7.11-7.08 (t, 1H)
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[0243] Azl 22. F3HA 229 34

O O Pdy(dba); Pit-Bu) O
O O O NaOt-Bu Toluene

=2tH 19

[0244]
[0245] A zd 19004 AzE =7HA(19) 6g I 4-H]#HA| Dol 3.5¢5 AR AL AYstus Axd(6)3 SL3 I
o7 FA(22) 5.8 AU, (& 76%)

[0246] 1H NMR(CDCl;, 600MHz) & 8.01-7.98 (d, 1H), 7.91-7.87 (m, 3H), 7.61-7.55 (m, 6H), 7.47-7.40 (m, 4H),
7.38-7.35 (¢, 1H), 7.33-7.30 (t, 1H), 7.28-7.23 (m, 4H), 5.93 (s, 1H)

[0247] Az 23. F7HA 239] 34

PdiPPha)y KzCO»

Br =
£
|/©/ Toluene Methanol

Br

T

O

O
‘\\
=]
%]
=
(]

[0248]

[0249] A zdl 22014 AZFF F=74A(22) 5.8 F 1-HER-4-0lo] Q =l 6g & A|ZXd 229 AT whgow uk3E}
o] F7HA(23) 4.5 AATH. (& 59%)

[0250] 1H NMR(CDCls, 600MHz) & 7.99-7.98 (d, 1H), 7.92-7.90 (d, 1H), 7.87-7.85 (d, 2H), 7.61-7.58 (t, 4H),
7.54-7.52 (d, 2H), 7.46-7.32 (m, 8H), 7.27-7.22 (m, 4H), 7.11-7.09 (d, 2H)
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[0251]

[0252]

[0253]

[0254]

[0255]

[0256]

[0257]

[0258]

SIHS31 10-2014-0060220

'e) 0 Pd(dppf)Cl, KOAc
+ B8
O DMSO

Azl 24. FIHA 249] HA

=274 24
2304 A xT FA(23) 4.4g8 AHEE RS AYstie Axd 73 LI WHoRE FIHA(24) 4.1g

| Z <)

S AAY. (& 87%)
1H NMR(CDCl;, 600MHz) & 7.99-7.98 (d, 1H), 7.91-7.90 (d, 1H), 7.86-7.85 (d, 2H), 7.74-7.73 (d, 2H),
7.61-7.59 (m, 4H), 7.54-7.52 (d, 2H), 7.46-7.40 (m, 4H), 7.36-7.25 (m, 6H), 7.20-7.15 (d, 2H), 1.34
(s, 12H)

Az 25. F7HA] 259 A

Br

O O Pd{dppf)Cl, KOAc
. b8 ppf)Cl,

. N ! DMSO
I I 0. /fg

B

SRe
=7HH 25
Az 249 U8t WHom N-(HHI-4-)-N-(3-B2RFD)-H|Hd-4-o}q 10gS Y1 ¥h-3slo] ZH71A)
(25) 10gs L. (& 94%)

1H NMR(CDCl;, 600MHz) & 7.72-7.71 (d, 2H), 7.59-7.58 (d, 4H), 7.51-7.50 (d, 4H), 7.44-7.41 (t, 4H),
7.33-7.30 (t, 2H), 7.21-7.20 (d, 4H), 7.14-7.13 (d, 2H), 1.36 (s, 12H)
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[0259]

[0260]
[0261]

[0262]

[0263]

[0264]

[0265]

[0266]

SIHS31 10-2014-0060220

Pd(PPh;);  KyCO;

Toluene Methanol

SN =207 24 Br ‘ O

B 26

FHA(1) 1.8g 3 F7HA(24) 3.5gS AFE8te] Az 213 FAS WHo=
51%)

FHA(26) 2.1gS Y. (&

1H NMR(CDCl;, 600MHz) & 7.99-7.98 (d, 1H), 7.91-7.90 (d, 1H), 7.84-7.82 (d, 2H), 7.68-7.67 (d, 1H),

7.61-7.58 (m, 4H), 7.50-7.41 (m, 7H), 7.33-7.32 (t, 1H), 7.30-7.27 (m, 5H), 7.18-7.12 (m, 6H), 6.98-
6.93 (m, 4H)

Az 27. F3HA 279 A

B(OH O
©OH) Br Br
Br/Q\Br + Toluene Methanol O
| i
=2HH 27

Z70A) (21) Al 4-vEd R EAF 2 7¢S Wil Axd 217 U wH oz uleslo]
o (& 21%)

SUA2T) 1.1g A

1H NMR(CDCl;, 600MHz) & 7.70-7.67 (t, 4H), 7.65-7.64 (d, 2H), 7.47-7.44 (t, 2H), 7.37-7.35 (t, 1H),

7.29-7.28 (d, 2H), 7.09-7.06 1H)
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[0267]

[0268]
[0269]

[0270]

[0271]

[0272]

[0273]

[0274]

[0275]

[0276]

SIHS31 10-2014-0060220

Ao 1. s3HE 1 3

O ©/N \© Toluene  Methanol

SRbE o =2twls O
A 1 A
N N

5 V4

i

A 7] 39 250ml SEute 39 ZEkAT0 £7HA 18 2.3g, A 5= 4.7g, HEZI| A EFGHLEES
A ZgE0) 0.7g, BAH2F 2.5g, E5< 26mlef HE-E 10mlE YWal, 65CE 4A17F ukelgdt), vk as o
Zt & gEEdey 82 FE53, FEE 98 3% ﬂﬁiiﬂﬂﬂwr A E3tevE AdHas

ﬂJlO —HN'

[¢)
tE Y] AN $AE wHeta AdAste] e 1§ 2g AU (& 43%)
1H NMR(CDCl3, 600MHz) & 7.45-7.43 (t, 2H), 7.23-7.19 (t, 10H), 7.06-7.01 (m, 14H), 6.98-6.95 (t, 3H),

6.93-6.91 (t, 3H), 6.86-6.84 (d, 4H)

LC/Mass[M+H]": 640.9

A 2. 35tE 2 g

Pd(PPh;), K,CO;,

lBr B

O N N T oluene Methanol

E2HA 2 =2l s O
: N l l N :

T 1 A F3A 25 AREE RS Alflstais AAd 13 U UHeR e 28 2.6g AT (&
43%)

IH NMR(CDCls, 600MHz) & 7.89-7.84 (d, 2H), 7.60-7.57 (m, 5H), 7.44-7.38 (m, 13H), 7.27-7.25 (d, 1H),
7.02-7.00 (d, 1H), 6.89-6.73 (m, 20H), 6.63-6.59 (s, 1H)

Tg 1 103 C
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[0277]

[0278]

[0279]
[0280]

[0281]

[0282]

[0283]

[0284]

[0285]

[0286]

SIHS31 10-2014-0060220

LC/Mass[M+H]": 805.9

Ao 3. 3t3tE 4 A

0 0
B
Br l Br =+ ©/
O /@/NO\ Toluene  Methanol

=kl 7 O

4

Pd(PPh;); K;CO;

=2hA

Swel

F7HA 5 A F=0A] 7S 6.5g AFEE AL AYstuE AAd 13 Fdd i o s 38tE 48 2.4g AAT}.
(=& 52%)

1H NMR(CDCls;, 600MHz) & 7.42-7.38 (dd, 1H), 7.33-7.32 (d, 2H), 7.01-7.00 (d, 9H), 6.95-6.93 (t, 3H),
6.88-6.86 (dd, 8H), 6.81-6.77 (m, 2H), 6.72-6.71 (d, 3H), 6.67-6.64 (dd, 2H), 2.28 (s, 18H)

LC/Mass[M+H]: 725.4

Ao 4: 3}3tE 5 A

[i:r/ Pd(PPhy), K.CO;

N Toluene Methanol

=2t 2 =2 v \@ O
N

5

A 5 WAl T Te AFER A Alelstaie Al 29F FAd W or s 5

il
—
i
0Q

ne.
32
Suj
3
o

1H NMR(CDCl;, 600MHz) & 7.89-7.84 (d, 2H), 7.60-7.57 (m, BH), 7.44-7.38 (m, 7H), 7.27-7.25 (d, 1H),
7.02-7.00 (d, 1H), 6.89-6.73 (m, 20H), 6.63-6.59 (s, 1H), 2.22 (s, 18H)
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[0287] Tg : 133 C
[0288] LC/Mass[M+H]: 890.4
[0289] AAel 5: SFE 17 FA

[ ] ERY
Br Br

(4
)
-

=2ridl 4 =2rAll e

B
O O Pd(PPh;),  K,CO;
N a
N Toluene Methanol
N D O N

[0290] Lz

[0291] FAHA 2 dAl A 48 AFESE AE ALt e AAld 49 sdet o R 3EE 178 1g AT (&
32%)

[0292] 1H NMR(CDCls, 600MHz) & 8.09-8.07 (d, 2H), 7.42-7.40 (d, 1H), 7.33-7.19 (m, 9H), 7.08-7.00 (m, 10H),

6.98-6.88 (m, 12H), 6.84-6.80 (m, 2H), 6.72 (s, 1H), 2.30 (s, 18H)

[0293] LC/Mass[M+H]™: 890.9

[0294] A4 6: 35S 20 A

o, H
Br =
N
+
- T
é

Pd(PPhs)y  KCOs

Toluene Methanol

»
NJ@/

SR

[0295] o

[0296] A 2 Al T3] 165 1.6g AFES AS AlQstas AAld 49 At Mo R 3I5E 208 1g AUt
(& 63%)

[0297] 1H MMR(CDCls, 600MHz) & 8.10 (s, 1H), 8.01-8.00 (d, 1H), 7.64-7.61 (d, 1H), 7.52-7.32 (m, 24H), 7.25-

7.21 (t, 2H), 7.08 (s, 2H), 6.81-6.71 (m, 7H)
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[0298]

[0299]

[0300]
[0301]

[0302]

[0303]

[0304]

SIHS31 10-2014-0060220

LC/Mass[M+H]": 846.8

Aol 7. 3t3tE 249 A

Q\N ‘ N/O s M PdiPPhs), K;C04
O O Toluene M ethanal
Bi{OH).

AAd 69 AXWH F FIHA(16)
o

Al FZHA(17) S 2.5g AF&8ta, F3HA (7) tiAl N-3) D7l E-3-n 24l
2.5¢% AHF AL AdstaE HU WO

W o2 38t (24) 1.6gS Ittt (58 43%)
1H NMR(CDCl;, 600MHz) & 8.07-8.06 (d, 2H), 7.88 (s, 2H), 7.63-7.62 (t, 4H), 7.58-7.57 (d, 4H), 7.50-

7.47 (m, 10H), 7.36-7.34 (m, 4H), 7.27 (s, 1H), 6.74-6.71 (t, 8H), 6.66-6.64 (t, 4H), 6.56-6.54 (d,
8H), 6.43 (s, 2H), 6.30 (s, 1H)

Tg + 129 C

LC/Mass[M+H]": 971.6
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[0305]

[0306]
[0307]

[0308]

[0309]

[0310]

[0311]
[0312]

[0313]

SIHS31 10-2014-0060220

Aol 8. s3tE 269 A

Br Br
@LN O N/Q " PAPPh.),  K,CO.
@ @ /O/ O\ Toluene  Methanal

@@

A 79] AZHH T N-HIIME-3-22 Al FHA(7)S 2.6g A8 AS AYstaaes L3 WHo
2 3}8HE(26) 0.8g2 LAt (& 30%)

1H NMR(CDCls, 600MHz) & 7.59-7.58 (d, 1H), 7.29-7.25 (t, 1H), 7.18-7.16 (d, 2H), 7.06-7.02 (m, 18H),
7.01-6.97 (d, 3H), 6.85-6.75 (m, 21H), 6.58 (s, 1H), 6.30 (s, 1H), 2.30 (s, 18H)

LC/Mass[M+H] : 1059

AAld 9. s§te 309 §HA

Br mlii Br [:;i]
O /@/ + N PdiPPhs)y  K:COs
M Toluene Methanol
B(OH)s

(e LA 1
O N
avs
30
Are 79 Az T FAAT) WA FAA(18) S 2.4g AHET AS Alfstaie TUT WHoR IE

(30) 1.4g& EAT. (558 37%)
1H NMR(CDCl3;, 600MHz) & 8.07-8.06 (d, 2H), 7.88 (s, 2H), 7.63-7.62 (t, 4H), 7.58-7.57 (d, 4H), 7.50-
7.47 (m, 10H), 7.29-7.25 (t, 1H), 7.18-7.16 (d, 2H), 7.01-6.97 (d, 3H), 6.85-6.75 (m, 10H), 2.30 (s,
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[0314]

[0315]

[0316]

[0317]
[0318]

[0319]

[0320]

[0321]

Z2IME3 10-2014-0060220
9H)
Tg : 138 C
LC/Mass[M+H] : 846.7

Aol 10, sHetE 32¢] 3HAd

oo o

O N Pd(PPha)s  KoCOa

t Q—q Toluene Methanol
(OH)2

E2HH 26

AArle 99 Az F FA8) Al FEA(26)S 1.7g AHET AL Afstie TdT HHoR IE
(32) 1.1g& A}, (& 55%)

1H NMR(CDCl3;, 600MHz) & 8.07-8.06 (d, 2H), 7.99-7.98 (d, 2H), 7.91-7.89 (d, 2H), 7.88 (s, 2H), 7.83-

7.82 (d, 4H), 7.61-7.58 (m, 4H), 7.51-7.49 (d, 4H), 7.47-7.40 (m, 8H), 7.37-7.30 (m, 4H), 7.22-7.18
(m, 4H), 7.11 (s, 2H), 7.01 (s, 4H), 6.93-6.92 (t, 2H)

Tg : 148.6 C

LC/Mass[M+H]": 880.8
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[0322]

[0323]

[0324]

[0325]

[0326]

[0327]

SIHS31 10-2014-0060220

Ao 11. 3}3HE 339 A

Pd(PPhs);  K.,CO:

Toluene Methanol

AAA 19 AZFEY F Z=7A4(5) Al E70A(24) 5 7g AFES AS AYdtas 93 shio g 33HE(33)
3.8g% AUY. (& 60%)

1H NMR(CDCl;, 600MHz) & 7.99-7.98 (d, 2H), 7.91-7.89 (d, 2H), 7.83-7.82 (d, 4H), 7.61-7.58 (m, 8H),

7.51-7.49 (d, 6H), 7.47-7.40 (m, 8H), 7.37-7.30 (m, 4H), 7.22-7.18 (m, 10H), 7.11 (s, 2H), 7.01 (s,
8H), 6.93-6.92 (t, 2H)

Tg : 1561.6 C

LC/Mass[MHH] : 1125.1
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[0328]

[0329]
[0330]

[0331]

[0332]

[0333]

SIHS31 10-2014-0060220

Ao 12, 3H§HE 349] A

Pd{PPha)s KGO
* Toluene Methanal

FHA(21) 2.1g7 FA(25) 4.6g AHEste] AAld 13 Fdd WHoR 3FE(34) 2.2g& AT (&
45%)

1H NMR(CDCl;, 600MHz) & 8.00-7.99 (d, 1H), 7.90-7.89 (d, 1H), 7.80-7.79 (d, 2H), 7.67-7.66 (d, 1H),

7.59-7.57 (d, 1H), 7.53 (s, 3H), 7.43-7.41 (d, 8H), 7.39 (s, 1H), 7.36-7.34 (m, 18H), 7.28-7.27 (d,
4H), 7.12-7.11 (d, 8H), 7.08-7.05 (t, 6H), 7.00-6.99 (d, 4H)

Tg 1 142.9 C

LC/Mass[M+H] s 1110.7
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[0334]

[0335]
[0336]

[0337]

[0338]

[0339]

[0340]

[0341]

[0342]

[0343]

[0344]

[0345]

SIHS31 10-2014-0060220

/\El}\]oq] 13. g],sl—‘j 35/] 51—)\4

Pdl:’pphg_},q KECO 3

O Toluene  Methanol

t“o

e

s
Yot o
#7%
Og

Ao 129 FAI(21) dAl FHA2T) 1.1g AT AS AlQlstare s o R 8H§E(35) 2.5g8
Atk (& 89%)

o
ry
3
e |
UIH

1H NMR(CDCl;, 600MHz) & 7.63-7.61 (d, 2H), 7.51-7.50 (d, 10H), 7.41-7.38 (m, 18H), 7.37 (s, 2H),
7.34-7.33 (d, 2H), 7.31-7.29 (t, 4H), 7.11-7.10 (d, 8H), 7.03-7.01 (d, 4H), 6.97-6.93 (m, 6H)

Tg : 139.8 C

.
LC/Mass[M+H] @ 1020.4

aAIA e 1. ShgtE 15 24 Ae s AER dto] frjAA AR Az

ITO (Indium tin oxide)”} 100nm FAZ ¥} I8 E f8 7|HS olAX 2 43S A2 239 AFS 3}
I AZRAZ 3 Fepzut AAVIE o)FAIA Ata FefEntE ol &ste] A7) 7|3E 5zt MAgeta XE S

N2 A1wE ol %A,

ole} zro] ZH|®E 10 F4 AFS g=Fo=z ALgsle] [T0 7]+ Ao DNTPD [N,N'-diphenyl-N,N'-bis-[4-
(phenyl—m—tolylamino) -phenyl ]-biphenyl-4,4'-diamine] & F-& 23} 50mmTAY AF FTASS JAIA
© =22 TBDB [N,N,N' N'-tetra(4-biphenyl)-diaminobiphenylene]& 30nm F7 = %
Z Aol 27 AF FEFo2A ATE 5T lom FAZ FASAL. 4] 27 4

4%%&di,vk@%$

T TES AR (H1E S2ER }%&i<p&EiGm%Wi¥ﬂ%éE%3W1%m«?ﬂiﬁﬂﬁﬁﬂ&ﬁ ul3}
< FAs

I % A gz AR AFxdEoz A GHIS 10mm FAE Adsigr. A AeatdE Ak Aaled
To = Aol Liq

24 Algs(tris(8—quinolinolato)-aluminium(III))< 20nm FAZ A5, 7] AR5
A

[lithium quinolate] 2nme} Al 100mmE TAFH o2 AF F&Ast] 55 JATOEZN F7IHAATFALAE A

i
2N mlo
Do
o
o,
ofl
il e
o>
i
E)
i
fu
>
oo
(sl
po)
o
N
fo
P‘L
k]
rlr
b~
_>|~I_,
il
>
2
H

S 5 Al &) & 16l ZAlE 5
= o7 Azl 2 A 49 F71A
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[0346]

[0347]

[0348]

[0349]

[0350]

[0351]

[0352]

[0353]

[0354]

[0355]

[0356]

SIHS31 10-2014-0060220

stk 5 tialel TBDBE 22k A& 5T AMRR AREE AS Afstale A 19 $UdF dHes {7
AAEF2AE A x8HA T

\d

o

adpAel 5. SEHE 328 23 AF £EF ARE ol fAANRER Ax
g

ITO (Indium tin oxide)”7} 100nm 7= ¥9t F®E F] 7|#4S o]AX2d 438 SAZ 239 AFS o
I ARA T FEEu AR ol AlA Ata EEgzulE o] &dte Y] wE 5 AAsSt IE 3

712 7185 olFE3it.

ols} zro] FH|E IT0 T HAIFS ¥Fo=z ARgste] IT0 713 Aol DNTPD [N,N'-diphenyl-N,N'-bis-[4-
(phenyl-m-tolylamino)-phenyl ]-biphenyl-4,4'-diamine] & ¥ F&38te] 30mmT7AY AF FUSS I
t}, olojA F7tEo 2 A HATCN [1,4,5,8,9,11-hexaazatriphenylene-hexacarbonitrile]S 5nm FA= AF =
Zsla, F7k= AR 12 AFT F£E5=o=x4 TBDB [N,N,N', N'-tetra(4-biphenyl)-diaminobiphenylene]%
20nm FAR XF FA3AL, 12k BF FEF AN 23 AT FEToEA FFE 328 40mm FAZE FAA3E]
o A7) 23k AE 5T ANl GHIZ GH2e9] F-¥mH] 1:391 %%%-EéEEUQ%4EWE%EEGM%’H5
%= E38ke] 40nm FAR FFTaEte] dEES Y.

%5, A7) dE AR AASESEZo 24 DNABL [2-[4-(9,10-Di-naphthalen—-2-yl-anthracen—2-yl)-
phenyl]-1-phenyl-1H-benzoimidazole] S 20nm FAZ FASAT. A7) AAFEEZS AR Lig [lithium

quinolate] 2mmo} Al 100nmE =24 o2 g S8t 553 AT {7 AL ZFLAE A0

ZAAA el 6 WA 8

shebE 32 thAlel shl & 20 71AE EgteE 22k A FES ZH 2 AR AS Alflstas 2 d 5
o TAdT Yo A 6 WA 89 AL RS
e

Au)ate] 2: TRDBE 2aF AF £4% A8 dto] fr|HARR AL Az

32 tiAlel TBDBE 24F A& 53T MEZ AHER AS Alflstars LA o 59 A7 WRoR
AAEF2AE A x8HA T

A7) aApEAA G E APl o A AR&-gk DNTPD, TBDB, GH1, GH2, GD1, Algs; 2 DNABI®] Fx22]2 ofgjel %
o}
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{’i@ & &
= 1 |

GH1 GH2 Gl

[0357] DMABI
[0358] F\AA S AR EA BEA
[0359] ol3, ARAA ] 1 WA 4 2 2Zu e 1o wel AxE G/ AARLAGE 1000 cd/n’ HEoA EHS 1]
wste] 1 AWRE 7] % 1o YERAT.
[0360] wak, aapAAe 5 YA 8 @ b 20] wet Alz® 71 AAEE 222 1000 cd/m HEoA EAHS
Hlwste] 2 A9E &7 & 20 YeERSIT
I 1
[0361] 22 AF AF dE e a8 U ES R
TS5 A= (mA/cmz) (cd/A) CIE (x,y)
2R 1 3= 5 2.61 38.50 0.32,0.62
A A 2 3= 20 2.33 43.10 0.33,0.62
A A 3 33t E 24 1.96 51.14 0.33,0.62
2AAA 4 4 3H3HE 30 2.41 41.88 0.33,0.62
2AM A 1 TBDB 3.53 30.34 0.33,0.62
3 2
[0362] 22 AF AF dE e §& U ES R
TS5 A= (mA/cmz) (cd/A) CIE (x,y)
A A 5 313t s 32 2.2 46.8 0.34,0.61
AN 3EE 33 2.2 48.0 0.34,0.62
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[0363]

[0364]

[0365]

SIHS31 10-2014-0060220

AN A 7 33 E 34 2.0 49.7 0.34,0.61
AP Ao 8 3}3tE 35 2.2 49.6 0.33,0.62
PN I TBDB 2.2 43.0 0.33,0.62

(M

o

Al AFRE 59

- 150

A~ 137

A~ 136

T 135

134

A~~~ 133

o R S 132

X

——— 131

A 110

e

=130

_52_

NHT g

B 10V7HA] 7517184 A F-d4A (Keithley 26354 Source

45 ARRE WAoR U] ARE Ao

V 2E 10 VA AS5A718A4 3 EA (Minolta CS-2000)& o]&sle] 1uje] IS =A3)
Az EE 3 =A(Minolta CS-

g natel] A Ay, Y
ERES e Y SA4e
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