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ethylenedioxythiophene):polystyrenesulfonate (PEDOT:PSS), N, N -di(1-naphthyl)-N,N" -
diphenylbenzidine(NPD), NN'-t]#d-N N'-t](3-w|& 5| d)-4,4'-t]o}w| =R A D (TPD), N,N'-t]=d-N,N'-t]v}
ZE-4 4'-tjoln| =B d | NN NN -HEZ-p-5-4,4'-tjolr| v d | N NN'N-eE2}H <-4, 4" -t]o}n]
Hl#ld, FH(11)1,10,15,20-el Eebad-21H, 230- 29 53} & ¥ (porphyrin) 8t %A, 4 ==
4l Elgses 3xfolnl & Zh= FHA, 1,1-°] 2= (4-t)-p-Edolr] i d) A E Z 4,
NN N-E(p-E9)otdl, 4, 4", 4'-EA[N-3-WEad)-N-dA dolv] =] Efa o}z 2 Egjoldolnl
TA, N-ddztEnE 9 EeH|ditEntEs 2L JlENE §EA, Fad TERAold, FEZER Aol
22 xR Ajohd fFEA], 2EMHAE ol {EA], dloluixgwlAl FEA], wWeks sbgolvlzt g™ oyl

stEe A=A, 2 4T 55 5 5
AA 424 &2 diphenylphosphine oxide-4-(triphenylsilyl)phenyl (TSPO1), Alqs, 2,5-Tjo}d AE f%

A (PyPySPyPy), HZF2 gjv|olEl= 3}8HE-(PF-6P), Octasubstituted cyclooctatetraene 3= (C0Ts)S &

Eoage] R AANRRA Q. Ad FAF, A4 £EF, 4T 545 L 4T FU5S PN 4
B9l st oldel FHE FHEE VY Foz FYHAY, = 45 AFH, Yoldt £ HFBL Bl
= Bee zom F4E 5 A

WgAREA A% 5 %% GYAR, FYFUA, dolA Ak, §7] Agdels 2 §Y BHE Ae 5
F Utk FAFHORE, FEA SFHE, X2ASAoluA EFE, FEA E2ASAllE SEE,
bis((3,5-difluoro-4-cyanopheny!l)pyridine) iridium  picolinate(FCNIrpic), tris(8-hydroxyquinoline)
aluminum(Alqy), SFEHA, dGED, I, =4, A4, z2d, FEd0 3 Fyge]=a 2 ozt
g 33E, Agedy e Sgusdd s, 1,4-92 C-wEag@)Al, 1,4-8 22 4-E e ) wAl,
1,4-M] 24 855 D -2-S A E L) AL, 1,48 25(5-9] d-2- S A L) MA, 2,5-0] (5P -2 M =841
)ateloHl, 1,4-t#d-1,3-Fetdd, 1,6-t3d-1,3,5-3A g, 1,1,4,4-Hl Edtald-1,3-F e d 3} e
A H ol g Ao, £ FREAY FE5AA, Febd A4 fajolmmddlu g M4 fajolwmY
Aatol oo gt Ma, ZEvEl A SawlztERA AA ) Fkd AA4, JtERAEY M4 dEd A &

AR SRR, 28 FEA, 2R B9, SATelE B3R 52 5 4 At

2 2ol #7] BL &5 FAske 4 S22 A o, 29 a9 Ee Y 22 eA" WS Fokd
woroz WANTAL, 7 Bl AHHE ARE o] AxT F Atk olF 24FY EAe] HEAE
S A2 glom, AR 5S4 wel dutA Hdegdd 5 9lou, BE 2nm WA 5,000nme] WLl A 2
¥ 2= o)
= T M

g g frIAATERAE e Ay T of g4d & Jeorz, wuh i FHo] 7t
Wakal, AE(pin hole)o]l 79 gl &3 Htem RolatA 45 & A= Aol dd

ojst, AAldlE Fote]  dwel wE FUIAATFLAE s B ol s FrIAANE LAY Al
e vs FAFer AYdn. gy o drE A% AomA ofd oste] i o] Wert dAHH =



[0163]

[0164]

[0165]
[0166]

[0167]

[0168]

[0169]
[0170]

[0171]

[0172]

[0173]
[0174]

Pd(PPhs).  K,COs

Toluene Methanol

ZIHSd 10-2014-0060220

Z=2HA 1
A B9)7] 8ke 250ml 2 ®le 37 ZgkAF0] 1,3-TtHE2R-2-olo] o =HlAl 6g, HUEREA 2.2¢, HED
712~ EFEd ¥ 2T ZEE(0) 1.5g, ©AHAE 4.6g, EF< 60ml9 wlEhe 20mlE ¥al, 65C =2 4A17F uvks}
At WS Wt F fEREvey) 22 FE5a, FEE S90S FHY. HEREWES -t &
stz Adazeeadgy AA% NS FHee] FTA 19 2 6-tHRzEetoldAd 6.08gS Atk (%
70%)
1H NMR(CDCls, 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 29] M4

Br O Br

Pd(PPha), K,CO4 0

Br- ; Br
| Toluene  Methanal

L

- la
kR 2

OfH

A HEA A N-#Ad7hE-3- B2 4.7gS FYS A ALstae Axd 19 sdgh oz FHA 2
9l 3-(2,6-H B 2R d)-9-d9d-9H-7H}E 3.62S LATF. (& 56%)
1H NMR(CDCl;, 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)
Aze] 3. F3A 39] 34

B{CH }» O

Br Br

Br/@Br + N Toluene Methanol

HH B 2L Al
T

A 391 9-(2' ,6-t B 2 R H]| A d-4-Y)-90-7H}E 3.5 A

_31_

4-(9H-7hiFE-9-)-s d B ELL 4.7gS AHE-SH

A& ALstas Axd 39 FUF Wyom
Ak, (& 44%)



[0175]

[0176]

[0177]

[0178]

[0179]
[0180]

[0181]

[0182]

[0183]
[0184]

[0185]

ZIHSd 10-2014-0060220

Azl 4. FHHA 4] FHA

B(OH )
©/ Pd(PPh s KoCOs
Br/©\8r i

N Toluene Methanol N O
| 9
=717 4
AL EEA A 3-(OH-7HkE-9-)-Ad HEAE 4.7gS AR AS AQstae Az 29 TUI WHoR
FA 490 9-(2',6' - B2 2R A 9-3-A)-91-7[9}F 3.5¢S LY. (& 44%)

Az 5. F1HA 59 FHAd

Br
@ O\B B,O Pd(dppfiICl,  KOAc
+ i '\
©N© C © DMSO

i w917 skl v }ﬂ 37 FEhsse] 4-HRE-NN-taElAloby] 10g, wAvuzeo]ErRE 11.7g,
OMIE*P ZHE 9.1g, [1,1'-Hl2(toldd Ay ZA) o) F 2225 (11) 0.76 g 22 DMSO 100 mlE
I 80CE 10A17F wrsglvt. wkgas W7 = fIRRvetd B2 F&33, 28 95 iZo}OﬂE}
%iiuﬂ%ﬂr -S4k EgviE AfdgwntEay] HAAIG &A% sFHste] FHA 50 N N-tHd-4-
(4,4,5,5-H|EgtH€-1,3,2-t] 2 A B Z@-2- ) dlAlolwl 3.9g8 LT, (58 38%)

|\J

=l

m

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, M), 7.07-7.03 (d 4H), 6.98-6.95 (dd, 2H), 1.31-1.28 (m, 12H)

Az 6. F1HA 69 FH

Br
Br
H
N Pdy(dba);  PPhs
ORGN ”
NaOt-Bu Toluene /@’ \©\
=2tH 6
Az B9Y) o) Sl 37 Behadel 5RRN-2-005 BRA 20 g tolsdolnl 12.6 g, -5 1}
EF 19.4 g, EFx(teouldg ol E) ol ZetE(0) 0.5 g, ETd2EAA 0.3 ¢ 283 554 200 mlS
Foube Eghadd Wi 59l Fol 2EE 30TCTE FAAATH wRkseth. 87 8¢ §d8 gE==v
gyl B2 FE33, 530, gEREday p-dite ﬁ%ii”}ilﬂﬂﬂ AAS §AE FFshe] FIHA

9l 4-H 2 W -3-ve-N N-tlo]#ddloldl a3E 17gS AUt (& 74%)

(o)}

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]

ZIHSd 10-2014-0060220

Az 7. Z7HA] 79] 3HA
0. O
B
KOAC ©/
L

Br
o, 0 Pd(dppfiCl,
©/ B*B/ . pp £
+ ” Ly
JER BN o I

ZHAl 6 SH T

Ol

4-B2E-NN-taduldlold il F3HA] 65 FA As AlQlstais Az 59 #dd YHow
3-ml"-4-(4,4,5 5-H EetE-1,3, 2-H SA . Z&-2-2)-N N-t]p-Z @ ¥lAlloldl 10gS Ay, (7

1H NMR(CDCl;, 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)
Alzel 8. F3bA 82 4

Br o Pdy(dba)s PPhs
O e oy
NaOt-Bu  Toluene ©/ © \©
Br

Br

H
N

Ol

27 8

A zd 63 Fdg uf 2R 9 g7} Tjddoldl 8 g& ARSI FHA| 82 3,5-H] 2= (He]
Hdolnl)-1-B 2 2 ilAl 5¢8 AU}, (F& 35 %)

i
lo
ft
;
By
(m
Ach
T

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 9] FHAd

KOAc

EN; ? o O Pd(dppf)Ch
OO0 - el -
@] O
Br

DMSO

5
Sasas
3’_‘&

=hA| 9

A9stas Az 77 FAI WHoR

ATk (& 35 %)

FZHA 89l 3,5-H] = (tfelHdolrl)-1-B 2 Rl Al S
A 991 3, 5-H] 2 (theolwdolul)-1-B 2 2Rl 5g8

o
O =
o
ne %
3 >
oo
e
po
03 mlo

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),



ZIHS3d 10-2014-0060220

1.26 (s, 12H)

[0198] Az 10. FZHA 109 34

sr ne
SR

MNH- X ’ .
J\\ Pds(dba)y Pit-Bu)a

+
| s MNalt-Bu Toluene

(0199] =2tA 10
[0200] A2 #9071 8k 250ml 37 Ftube Eekadlel] 4-HE RN N-vEdiAlell 10g, obd¥l 4.4g, t—F5A] o
EH 6g, EFa(ttolmidadiolAE)tto|ZetE(0) 0.8g, EFA(t-FE)E~M 0.4g 18312 EF 100 mlS
Yy 90CE 12A17F mukeltl, wre s tZzayeo s H&3tn, &3, Iz v ey n—?%“ﬂ‘loi Zé_
HaRvEay AAT RAS FFdle] F714 109 NN N -EgHAIA-1,4-t)o}d 6.6g5 AU},
65%)
[0201] Az 11. F2HA 119 A
g RONS
HM M
'\CL Pds(dba)s Pit-Bu)s
+
| Br MNaOt-Bu Toluene
=27+3 10
[0202] 7
[0203] Az 107 L3 WP o g A ZFd 1004 AF3 F7HA] (10) 6.6g I 4-BE2F-Qo=wAl 10gS Wil wh$
ste] FZHA 1190 N-(4-BEZ2F)-N,N' N'-Eg|ddallgl-1,4-t]o}ql 4.6g8 LAt (& 50%)
[0204] Azl 12. F3A| 129] A4
X3
ROVWS aewe
N N
4 0 Pd{dppf)Cls KOA
. JE—Ei (dpp c
o o DMSO
T (0
[0206] Azd 77 L WHoR FIHA (1) 4.6g & ¥ WkgEte] FHA 1290 NN N'-EZ#Hd-N'-(4-
(4,4,5,5-H EgHd-1,3,2-T] SALR 2-)-wd)lAl-1,4-tJobdl 2.2g8 AATH. (& 50%)
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[0207]

[0208]
[0209]

[0210]

[0211]

[0212]

[0213]

[0214]

[0215]

[0216]

[0217]

[0218]

ZIHSd 10-2014-0060220

Az 13. F3HA 139 34

Q Br

: [ > Pd(PPha)s KoC04
+
B(OH)» Br Br Toluene Methanol

SZtH 13

Azd 17 U3t YHoZ 2-(EAFRD)ADREA 10g7 1,3,5-EF)Bz22dlldl 19g & Wi ue3le] =
ZHA) 1391 2-WEAI7IR -3 5 -t B2 uloldld 11gS AT, (28 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, FA 149] 34

O
o e L2
Br CH3MgCBr ‘ r
L a

Br

Br
=7HA 13 =7t 14
Az 1304 FAT FIHA(13)S THFO] olar, THFe| 3MZ 34" dWEHrladlFBEZulol= 40mlE
Azkeba, 60TE 1243k wukgch, W74 Weee ofdobdelolEst B2 F&en, UrgFaetol=s) o
Gor AYAmelEads AAsE Bheke] FwA 1 2-(3 5, -THE Eubol A -g-9)-Er w2 &
llga \:MB} ( %82%)

1H NMR(CDCls, 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. FZHA 159 34

OH CH,COOH

> o

Br
Br
=2+Hl 14 =2tH 15
Az 14004 A FA(14)S oA EAF 200ml b AAF 300mlel Holal 120C= 12A)17F wwksic}, Wzhe
HhEdS B2 AASI, odolAHolER F&3t1 vHEEReo] =g} n—ﬁ‘WOi Aga=2atE a9 AA
Sta s&3sle] FA] 1590 1,3-t B2 -9, 9-UWE-OH-ZF 9 &l 5g& AUt (5F 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]

ZIHSd 10-2014-0060220

Az 16. F3HA 169 34

@ Pdl?Ph;u K:C03
Br ; Br + N Toluene  Methanol
|
B(OH ),

S7HHE 16

Az 204 N-#|d7puE-3-HEqke] AREH 10gS AAE AS Afstas sd3 ez T3 169
3,3'-(3-BmR-1,2-3d ) H] = (9-3d-91-7HiE) 3.5¢& AU (& 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)

0.0

B Pd(PPhy), K,CO;

Br- ; Br o Q Q /@ Toluene Methanol
| N MN

SN oA

Az 17. F3A 179] 34

ST

Azd 2014 HALREL Al Az 9olA FdE A (95 8.2g& AHESE S AlQddtae sAT WH

pud

OS2 FHA 1791 3,3'-(3-BR25-1, 2-9d{) N = (9-9 d-0H-71kE) 3g& ATk, (558 30%)
IH 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. FXkA 189] 34

B(OH}- Br | Br
oe Pd |PP]1;}4 K: CO 3
Br Br O /Q/
M

I : M : Toluene  Methanol

T-2-oto] o mHlAl thal 5-(tyel-EHoln w)-2-mEddB 2 & 555 A3
Wow F7HA 189 2',6'-UH 2R -6-WE-N N-tue-Edn]dd-3-0}7] 2.4g&
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[0230]

[0231]

[0232]
[0233]

[0234]

[0235]

[0236]
[0237]

[0238]

[0239]

[0240]

[0241]

[0242]

ZIHS3d 10-2014-0060220

ok (55 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, 1), 2.29-2.28 (s, 9H)

Az 19. F3HA 199] 34

Pd{PPha) s KzCO4

o BlOH) Br
& |/©/ Toluene  Methanol O

SZHH19

UMl ZFe-4-B 22 107 4-B2R QoA 20gS Wi w-23te] ZA4(19) 14.1¢S Y. (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. FIHA 209] A

0 o Pd(dppfiCl.  KOA
- (dppf)Clz c
+ = .
© DMSO
Z=2+719
Az 58 FL3 WP ow F7HA(19)S 8g Wi ¥r-$-&to] F744(20) 7.7g LU} £ 84%)

1H 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 (t, 1H), 7.37-7.34 (t, 1H), 1.35 (s, 12H)

Az 21. F3HA 219 34

\B/O Br Br
Pd{PPha). KzCO4
Br/Q\Br * D Toluene  Methanol O
| 2,
S0 9%
=ZHH 20 _
SZHA 21
Az 139 s o2 F7HA(20) 4g¥) 1,3-THEH-2-olo] L wwlAl 4g& Wi ¥Hgste] FIHAI(21) 2g
= AT, (FE 40%)

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]

[0244]
[0245]

[0246]

[0247]

[0248]
[0249]

[0250]

ZIHSd 10-2014-0060220

Az 22. F3HA 229 34

Br NH2 O
) ) N
Pdy(dba); P(t-Bu); O

O O O NaOt-Bu Toluene

A zo 19914 A x3 F=7HA(19) 6g I 4-H|#Hdobl 3.5¢8 AL&3 RS At Az (6)3 A WY
o2 FHAI(22) 5.8ge AU, (& T6%)

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 (t, 1H), 7.33-7.30 (t, 1H), 7.28-7.23 (m, 4H), 5.93 (s, 1H)

Az 23. FZHA 239] 34

Pd(PPhy)y  K,COs

Br
+
I/©/ Toluene Methanol

Br

o
2
BN
2
[N}
N}
fo
offt
e,
b
ok
)
o
it
rE
oo
o,

Az 22004 Ax3F F7HA|(22) 5.8g ¥ 1-HER-4-0}o] Q =HlAl 6g
o] Z7F4(23) 4.5¢& o

1H NMR(CDCl;, 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)

_38_



[0251]

[0252]

[0253]

[0254]

[0255]

[0256]
[0257]

[0258]

ZIHSd 10-2014-0060220

0] o PdidppfiCl,  KOAc
+ BB,
@] DMSO

Azl 24. FIHA 249 34

Br

O
™
rJ
=

Alzdl 2304 AxF FIHA(23) 4.4g5 AHEFE S Alelstale Alxd 73 FLE WRoR FHAI(24) 4.1¢
= AT (& 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. FZHA 259 34

Br

o 0 Pd(dppfCl,  KOAc
L :B—B\ applicls

. N l O DMSO
O\- /Illlb

S7HM 25

Az 249 SUs WHo R N-(HHd-4-9)-N-(3-H2ZRHd)-d|Fd-4-o}7 10gS& Y wHE3dle] 71
(25) 10g<s GATt. (57& 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]

ZIHSd 10-2014-0060220

Az 26. FIHA 269 34

‘ Pd(PPh3). K,COq
Br Br + Methanol

Toluene
N
shoVeY,

S =247 24 Br

Z=7:7 26
FZHAI(1) 1.8g 7 F7HA(24) 3.5g8 AF&3te] Al 213 5d3 WHo= FHA(26) 2.1g8 AU, (7%
51%)

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. FZA 279 34

B(OH O
L Br Br
O Pd(PPhs), K,CO5
Br/Q\Br + Toluene Methanol O
| ()
=2t l 27
FHA (21) Uil 4-vlEdREA 2.7g8 93 AlZd 217 FU3 WHoR whEste] FIHAI(27) 1.1gS AN

o (7 21%)

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]

|
)
o,

=2tAll s

Pd(PPh,), K,CO4

Methanol

»

Toluene

3,C
s

3=

(L

Q

o1 10-2014-0060220

A 897 39 250ml Totubek 3 Zaladd] H7HA 1S 2.3g, E7HA 52 4.7g, HEZY| A EfudEs
o ZeE(0) 0.7g, ©AHZ2E 2.5g, EF < 25ml9} WEHE 10mlE ¥ail, 65CE 4417 nHksgith, whs-as
7 F HEREdEt 22 55, FEd 9% el 1%§§ﬂ%ﬂn—1P Egevie APaw
ufEa ] AAg NS w53 AAAs FFE 1S 2g AT & 43%)
1H NMR(CDCl;, 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
AAle 2. 313HE 2 R4
Br l Br O‘B”O
O Pd(PPh;), K,CO;
O N N T oluene Methanol
=2kl 2 =2l s i I O I :
iNJ s il é
0
2
FHA 1 Al A 28 AFES AL AlQstae AAld 13 7Y WHo R 3FE 25 2.6 A, (&
43%)
10 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 : 103 C
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[0277]

[0278]

[0279]
[0280]

[0281]

[0282]

[0283]

[0284]
[0285]

[0286]

ZIHSd 10-2014-0060220

LC/Mass[M+H]": 805.9

Aol 3. setE 4 $HAd

Br + ©/ Pd(PPh;), K,CO;

O /@/NG\ Toluene  Methanol

=2FA 1
= =
i e | R O

e 3

(O

A 5t FHAl 7S 6.5 AHEEE S Alfletale Al 13} wdF WHOoR et 45 2.4g AT

pud

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] "2 725.4

Ao 4: 313HE 5 A

> &
Br Br B
O ©/ Pd(PPh;), K,CO;

Toluene Methanol
Ny L

o, o
N N

et
O

5
tale AAld 29 SA3 WPeR e 58 1.4g A (7F

=R 2

olr

Z7A) 5 Al E=70A] 7S AFRE AS A9

1H NMR(CDCl;, 600MHz) & 7.89-7.84 (d, 2H), 7.60-7.57 (m, 5H), 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] AAd 5. 33HE 17 $HA

[ d_5
Br Br

B
sWe
N a
N Toluene Methanol
=2 4 =zrEl e @ l f
N M
N )

17

[0290]
[0291] FA 2 UlXl FHA 45 AFRSE BE AQstas AAd 49 FAd WHow IFE 178 1g Y. (&
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, 1), 2.30 (s, 18H)
[0293] LC/Mass[M+H]": 890.9
[0294] AAd 6: SFEHE 20 34
» ik
O Br B
N O ©/ Pd(PPhs),  K,COs
+
O O Toluene Methanol
“ JORSN
S 2 H 18 =2d 7 i]l Ili lllil Ili :::i//
N !illl N
s DAL
[0295] e
[0296] FHA 2 Al F3HA) 16S 1.6g AFR3E AL AQstus AAd 49 FU3 o w 3gHE 208 1g A
& 63%)
[0297] 1H NMR(CDCl;, 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]

ZIHS3d 10-2014-0060220

LC/Mass[M+H]': 846.8

A 7. skstE 249] $HA

Br ‘ Br
Q\N ‘ N/@ 5 N Pd{PPh), K;CO,
‘ O Toluene M ethanal
B(OH),

ANl 6o AEPE T F
5

THA(16) Al F=7A(17)S 2.5g AFgsta, F7HA] (7) 2l N-#d7npE-3-1 240
2.5g% AHE3E A A9sta 2 o o

213k o R 338 (24) 1.6gS AATH. (58 43%)
1H NMR(CDCls;, 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] AAd 8. 3}EHE 269 A

@LN O N/@ + Pd(PPh.),  K,CO,
@ @ /©/N©\ Toluene  Methanol

%?J? 17 =J 7
San® NQ
[0306] 25
[0307] Ao 79 AZTH F N—iﬂéﬂﬂ%—s—i%& Al A7) 2.6g AHESH AS AYslae w4t WHo
2 3}3HE(26) 0.8g8 AT, (55 30%)
[0308] 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)
[0309] LC/Mass [M+H] " 1059
[0310] Ao 9. 35tE 309 34
Br O Br @
O /O/ i N Pd(PPha)y  KsCO,
N Toluene Methanol
B(OH)>
Z=7t7 18 O O O
@j :
N~
[0311] 30
[0312] A 79 Az F EA(17) A E7HA(18)S 2.4g AHET AS AYstas U3 iR 33E
(30) 1.4g& AT}, (& 37%)
[0313] 1H NMR(CDCls, 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]

2IME35! 10-2014-0060220
9H)
Tg : 138 C
LC/Mass[M+H]': 846.7

A 10, 33HE 329] 34

Lot o

O N Pd(PPha)s  KoCOs

* Q—Qg Toluene Methanal
(OH)2

=7t 26

(3

AAe 99 Az T FIHA(18) Al FHA(26)S 1.7g AFEE AL AQslales 593 WHow 3I3E
(32) 1.1g& AAL}t. (8 55%)

1H NMR(CDCls;, 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]

ZIHSd 10-2014-0060220

A 11, 33tE 339 34

Pd(PPhs);  K.CO:

Toluene Methanol

Br l Br +

=203 1

AAre 19 AXWH T FAHAB) WA A (C2HE Tg A AS Adetaie $AI WHoR 9= (33)

3.82% A, (& 60%
1H NMR(CDCls;, 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 : 151.6 C

LC/Mass[M+H] 2 1125.1
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[0328]

[0329]
[0330]

[0331]

[0332]

[0333]

ZIHSd 10-2014-0060220

A 12, 33HE 349 34

PdiPPha}s KaCOs
’ Toluene Methanaol

TA(21) 2.1g7 SA(25) 4.6g AHESte] AAlel 13} U WHor E(34) 2.2¢8 AU, (5
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, 1), 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 : 142.9 C

LC/Mass[M+H]": 1110.7
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[0334]

[0335]
[0336]

[0337]

[0338]

[0339]

[0340]

[0341]

[0342]

[0343]

[0344]

[0345]

/\El/\]oﬂ 13. Q,al—‘j 35,] UI—/H

PA(PPh: )

K2CO3

ZIHS3d 10-2014-0060220

t“o

e

H]
[
e
[ %]
-
olY
A
el

Toluene

Methanol

N
s
L

-
J

AAld 129] FA(21) WAl FEA(27) 1.1g A3 AS AYslats 593 Fyoz FE(35) 2.562 ¢
Sk, (44& 89%)

1H NMR(CDCls, 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] 2 1020.4

SAPAA 1, 3I3HE 1S 23k ¥ 55 AT dlo] fFrlAAREFAR AE

ITO (Indium tin oxide)”} 100nm FA= ¥t FEE f8 7T o]lAXEY AFL gA4=2 223 AxS 3
I ARAZ T g AG7IR olFAIA A EEERutE o838t Y] 79E 5EIE AR WE FF

& Nwe olF st

ol¢} o] FnH|H IT0 T4 HIE

(phenyl-m-tolylamino)-phenyl ]-biphenyl-4,4'-diaminel & Z¥
550 24 TBDB [N,N,N', N‘—tetra(4—biphenyl)—dlamlnoblphenylene]ve— 30nm FAZ R
58 10mm FA= FAsA. 7] 22k A
E3351e] 30mm FAZ AF

ololx 13 4%

= Sl P~ I~ =
1} Xé%— TS

A7) BYF el ABAREO

24 Algs(tris(8-quinolinolato)-

24 GH1ES

ofj
[o

[lithium quinolate] 2nm®} Al 100nmE =2} o=

sk 5 tialel &) & 1l 7 2
o wes adAld 2 WA 49 7]

R

o GH1E TXAER AM831 EWEZ DI

aluminium(I11))<&

10nm

v ==
AE =2

F=og ALgsle] 110 713 A
S 2ksto] 50nm Aol s

ozA APE
6 F-I%=

FAZ AP
20nm FA = FA S}

o DNTPD [N,N'-diphenyl-N,N'-bis-[4~

793 3939

Fastol Wy

47 AeAGE AR
=
[}

e TN FIAATREAE A



[0346]

[0347]

[0348]

[0349]

[0350]

[0351]

[0352]

[0353]

[0354]

[0355]

[0356]

ZIHS3d 10-2014-0060220

ZAR e 1: TBDBE 22t A& F&Es A8E sto] fr|HdANFAA Az

s13HE 5 dialel] TBIBE 23k H¥ 4% ARZE AL AS AYstas 244 d 19 5d3 PHoz {7]
AAEF LA E Az

N
™~
|,
i
ot
o8
>
2
BN

AR 5. FIAE 328 23} AF FE5= ABE 1
g

ITO (Indium tin oxide)”} 100nm A= wiur zg = 7S =), AR 253 AHE s
I AZRAN F Zgzn AAZ7E olFd AlA Atax ZelzulE o] &dte] Ay 78S 58N MRSt AF 537

{0

% AR ol

b

ojg} zFo] FHE IT0 ¥ HFS FFoz ARgste] 1T0 7]% Arell DNIPD [N,N'-diphenyl-N,N'-bis-[4-
(phenyl-m-tolylamino)-phenyl ]-biphenyl-4,4'-diamine] S & 3l 30mmFAY AE FU5S A
t}. o]ojA F7FEo ZA HATCN [1,4,5,8,9,11-hexaazatriphenylene-hexacarbonitrile]S 5nm FAZ AF =
Zslar, E=3+E AR 12 AE FE=o=A TBDB [N,N,N',N'-tetra(4-biphenyl)-diaminobiphenylene] S
20mm FAR AF TS, 134 AT FET A 224 AF $ETORA FFE 32F 40mm FAR A
ok A7) 23k AE FES el GH1Y GH2o] H)H] 1:3¢] EF}ES S2ER AMStl SRER (D1 11.5
H-9]%2 =338t Faste] WETS FASA.

o 5, A7) dEE o] AxESEZ o 24 DNABI  [2-[4-(9,10-Di-naphthalen-2-yl-anthracen—2-yl)-

o]

K

2
S
(]
=

=

—r
)
fu
™,
ofl

phenyl]-1-phenyl-1H-benzoimidazole]S 20nm FAZ FAsAT. A7) HAAFE5S Aol Liq [lithium
quinolate] 2nm¢} Al 100nmE TAH 2 JAF SFsY] 55 T2 F7IAALTZALAAE A8

Al 6 WA 8

s 32 gl s E 20 JlAE SFERS 24 AT FEF ARE AEE AS Astus 2paAd 5
s B PpRor £AAA 6 A 82l
o

Zpe)ate] 2: TBDBE 23F A

ok
5
lob»
ol
2L
b
A
2L
12
Ho
I~
2
|,
i
ot
B
ﬂ>~l_,
2
N

3l3HE 32 tjAlel TBDBE 23 AF 4% AREE A3 AL ALstae x4 9 59 TS PHozE F
VAL GRS Az

A7) 2ARAA A D AAE] e ol A AL-8-sF DNTPD, TBDB, GH1, GH2, GD1, Algs % DNABIS] FxA12 o}
o}.
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DNTFPD TEDBE

GHL GH2 DGl

[0357] DMABI
[0358] FARA NG 2o EA BA
[0359] olah, AAAA ] 1 WA 4 2 2xE e 10 wet Az® 7 AALFALE 1000 cd/m I EoA EHS 1)
wste] 1 ARE 7] ® 19 YERAT.
[0360] wa, 2abAAe 5 UlA] 8 @ aau|ae] 2o wEt AlZRE G/ AANE 222 1000 cd/m FEAA EAL
Hlw3sle] 1 A9E &) & 20 YERRALE.
F 1
[0361] 22k 4% AF U= e 5 AN
TEH5ST AR (mA/cmz) (cd/A) CIE (x,y)
A 1 3}3tE 5 2.61 38.50 0.32,0.62
AR 2 33HE 20 2.33 43.10 0.33,0.62
2AAA Y 3 33 E 24 1.96 51.14 0.33,0.62
SAA S 4 3}stE 30 2.41 41.88 0.33,0.62
AR I 1 TBDB 3.53 30.34 0.33,0.62
X 2
[0362] 22k 4% AF U= e 5 AN
TEH5ST AR (mA/cmz) (cd/A) CIE (x,y)
2 A A 5 313HE 32 2.2 46.8 0.34,0.61
AN A 6 3}3 5 33 2.2 48.0 0.34.0.62
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[0363]

[0364]

[0365]

ZIHS3d 10-2014-0060220

AN 7 338 34 2.0 49.7 0.34,0.61
AN A 8 3138 35 2.2 49.6 0.33,0.62
A I 2 TBDB 2.2 43.0 0.33,0.62

B 10V7HA] sA 7184 AF-HA g A (Keithley 26354 Source
, S AR#HS WHew

o Z3}g A,

AEFgHe ALS 0V FEH 10 VA A5A714A FE=A (Minolta CS-2000)2 o] &3le] aue] =2 =A3)

4+— 130

A ——110

1
:
N

o — 10

s I

=130

_52_
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