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Eb RIGEEHBIAR - Crp sk~ Csqo Bl - G ¥ & ~ R Cop 54 R4
Z2AB/ILAE - BF Crph ~CsqoBRE-Cop#5 &k~ RCepp FHE -

Organic metal compounds, and organic light-emitting devices employing the same are provided. The

organic metal compound has a chemical structure represented by formula (I):

|

3 formula(l)

, wherein each R! can be independently hydrogen, C;.15 alkyl group, Cs.1¢ cycloalkyl group, C3.1, hetero-
aromatic group, or Ce.12 aromatic group; R2 can be independently hydrogen, halogen, C;.15 alkyl group,

Cs.10 cycloalkyl group, C3_1, hetero-aromatic group, or Cg.1 aromatic group.
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Organic metal compound, and organic

light-emitting device employing the same

(3]
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Ir
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Organic metal compounds, and organic light-emitting

devices employing the same are provided. The organic metal

compound has a chemical structure represented by formula (I):
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3 formula(l)

, wherein each R! can be independently hydrogen, C;.i2
alkyl group, Cs.jo cycloalkyl group, C;.1, hetero-aromatic group,‘
or Cg.12 aromatic group ; R? can be independently hydrogen,

halogen, C;.;» alkyl group, Cs._i0 cycloalkyl group, Cjs.i2

hetero-aromatic group, or Cg.;2 aromatic group.
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[R%E]
[(FE=fEERE]: 8 (1 ) H-
[(FARRE R EEERREA)
10 SHRFHEE
12 HE
14 TEH
16 EHBOLET
18 E&EMK -
o

[REEFHEAR - FRSREENRHEGSRMEER]:
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C BEARYE

(ARHESHX - RF  FOEEED)

[BE4B] EHcsBLEY RESEZIERBLEKE

Organic metal compound, and organic

light-emitting device employing the same

[ BfarR]

[0001] ABHFHEN -—EERSBLEVYREAEZH
BB EBE BIER - BEERSBHMLLEDRESHELZR

WEHLEE -
[ SeRiEd]

[0002) 7 H¢ 2B % & J¢ 85 & (organic electroluminescent
device) » 7R T8 /E 5 #% % % — 1 82 (organic light-emitting diode;
OLED) BLUEKEFESXEHEN —EHE L _HE(LED) - H
NERMBHBAEBEARERRF SaxE EEE ER
B UERESHIEESERYN FFEXCETERRKRT = EIRE R
2% (flat panel display) b - BB S E R TE > SREBEHFE XA
REFESCERBX _BBEZREIRESERE AN
o REAFHAIMELE -

[0003] —@iE  ARFL_EBEEBETHEE —HE®E
UREHFEBRCHEN —ARBEXLNERE BHXEERNRUTHIA
Z  EBEBAREERE BREFHETIEERZLCNEE
BEEHERIERELANEE - EETHERNESHIELN
BB NGESE @K 4% % F (excitons) - BEFMEMB FS G EL
ERUCE B A
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1

141 i Z HH:104.12¢
103 94%5;% - BERm 12,%;51’#] ia'gga(fg
[0004] f& # % 7 A1 & F &9 B g %8 (spin state) B R M E
TRRBEEMELENB T REE = E & (triplet) 5 B & &
(singlet)Z B FERE - HH B & R& B T (singlet exciton)ff & 4 1Y %
Jt £ % ¢ (fluorescence) @ 1fif FH = & & ¥ F (triplet exciton)ff &
4 HY 3 5C 5% B Ot (phosphorescence) » B XA T WK ZHE XKW
=fE R BRSUEREBEM B UEETR B L - EET
TR ERERERREMNE -
[RHEAZR]

[0005] A BERFEBE —EERSBLEYREBAHZE
WBEAKE AR BLEYANASRENRERENEYDE
(thiopyridine-based -~ I 20 : ®#E By [3,2-c] 0t IE
(thieno[3,2-c]pyridine-based) it &£ % & B ) # B {7 & £ K
(iridium)& B B i = B A (tris-facia ) NEER #EEY - BHES B
FLEEVMELCHNBERGRAZERSBLEYRARBE
ME ERABHRMLEESBLEYNARARBERE
(degraded temperature ~ Td)A] KA 400C > Rt A # & B 1L
GHYHEREBEESGURAETAXNETHAO(EEERT KR80%) - It
N RBHAMLERSBLEYHERERENLEEE  FH
; EHEENES GBS F 8 35, (highest occupied molecular
orbital ~ HOMO) & & 1& & &5 4 F #1 3, (lowest unoccupied
molecular orbital ~ LUMO)RER » T AWM B BN EE F &8
T BB T (exciton)E M B R BEL - REL A EB B L oL MK >
RAERBEEB CEHLUE -

[0006] MRBAFH Bl > ABHPBR—BEKRESE

—_—

2
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%5 103141945 &5 {EIEHEA:104.12.2

k& EREFONRXOFTZERE -

Ir

3 K (D)
[0007] H > RYREZEEBIBE * Cr.ifi 2 ~ Cso 0B I
H G EERE KRG FEE RFEISABISE - N
Crinfid » Cs. o BIRE - Co.uMBE - HCunBFEHE -
[0008] fRIBAZH L —HHEH - ABERIER —EEH
BB ZEBAS—HEE: UER—BXET EBRX
HEB2E EPZBLETLELRCERESBLEY -
[0009) £ A~ £k fE B 69~ 558 - F1E %6
FHESE TXERHEETHY > WA FRKWER - FF
4 E B R
[ B R )
[0010])

EIERRABYE -KEFHEO TR HE HKECEENH
HEBREER -

EIEFREAREHERA M CEREBLED(DOHEL
%5 %% (single-crystal structure ) °

ERABMBEBRTEECHFNES  BRIESHEERL > —
BRMERSHESRD FE A NFAEREERTARBHEES

3
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MR REAE > HOE T — AR B
[EHEHR]
[0011] MEBAREERG  AZHBT—BEEHLBL

&Y RRAEFOKXOFRZEHE

Ir

3 370 (D)

[0012) H o > RMBRBEBILSE ~ Croinft FE ~ Cs. 0BT
HE oGP E HC.nBFEE RFESEBIBE  HE -
Crooft® ~CsoioBBBEE ~CinfEFE - HCe. 5 EFE - XY
BEHAIFALcERESBLEY  AFRH& HEXBECEBHEY
IS¢ B 4 3¢ (photoluminescence ~ PL) &% 3¢ 3 E¥ /> 74 520-570nm

’ZFaﬁ(%ﬁ_?é%é’@E’?Zﬂl%@(peak)) EARERERKRERA
IEIMABEBBLEERERE -
[0013] BEAFHEKY T RISZEBILBE - H

% (methyl) ~ Z % (ethyl) ~ W & (propyl) - £ N £ (isopropyl)

ET%(n-butyl)i i T % (sec-butyl) ~ £ T & (isobutyl) ~ & T
£ (tert-butyl) - & FE (pentyl) ~ ° F (hexyl) ~ & TO
(cyclohexyl) - B & £ (cyclopentyl) » ¥ £t (octyl) ~ 3& £ (decyl)
+ Z %t & (dodecyl) ~ ZF E (phenyl) ~ B# & & (biphenyl) » KEE

(naphthyl) °
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R2
(0014] Efm)%%qﬂ( i sEmRmEEmLT

EANAENHNEAMCEE TSR MZNOERRFELEBILY
MEAZREERS S RULEHBIBE - & > FE
(methyl) + Z % (ethyl) ~ /i & (propyl) ~ £ P & (isopropyl) ~ IE
T £ (n-butyl) ~ fift T 2 (sec-butyl) ~ BT % (isobutyl) ~ £UT &
(tert-butyl) ~ X % (pentyl) ~ T % (hexyl) » B . % (cyclohexyl)
32 [k & (cyclopentyl) ~ ¥ % (octyl) ~ R & (decyl) ~ T Z It &
(dodecyl)~ F % (phenyl) ~ Bf % % (biphenyl) ~ 8¢ % & (naphthyl) °

[0015) MBABPEEZLEERY  ZEEADZIERER
HWEWER'EREZDL—-FBLBE -

[0016] MBABHELERY  ZEREBHLGWATER
*ﬁﬁ[{_ﬁ(ll)ﬁﬁ%Z%% :

Ir

— 3 K (ID)
[0017] E > RYMEZEHBILBE  BKE - CibtE - Csao
BEE C . HHHE - KC.n B EH - ZEEBEARAD FAAEHE
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[0018]) MRBABHEHXEERG  ZERKSBLGYIE

®
A = (DB R 2 46 48
(r?)
- 4 ds ®am
®

[0019) HH ' RMEZHEHBISE WX Cr.i2ftE » Csoio
Eis -« Cy. i HE - HCe.nBEE - ZEF XTI LK

vWoH B & B k & B A B
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A
"Ir
L/
)
A
_ Foo,

3 EH; — — 3
[0020] MEABPXLEERY  ZEREBLSYATR

i

il

B (V)P R LA -
o v

T3 (IV) _
[0021] Eh > RYREBHEHBILBE ~ Cr.lf s ~ Cs. 0B i
B G EE HC..FEHE -ZEEFRV)FFREENE

8
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[0022) REAREEEEHL > ZXEXRLBHLEYWTEH
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B (VAT iEm -

Ir

~a (V)
| [0023] # o RURSEBMULBE - Crinfi i - CoioB 7
@i co.mFx HCLFFE - BAERVFEEBYE

@@L BULAMISB - s

o - 3

[0024] REAFABHELETREL  LEHEESBLEYWTE

10
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BWH (VDT R ZER

Ir
/

- 3 (VD)
[0025)] H & > le%%%%ﬁ%%j s CronafEE ~ Csa0E BT .
% * C3-12¥ﬁ%% A Ezce-lzﬁég ° %ﬁ‘ﬁﬁfﬁ(VI)ﬁﬁﬁ@%E’ﬂ%‘

oA B - @
“Ir ‘Ir
/
3 . @Z 3

[0026] LI THHBETIHEBARKRRALXBZHFA L Z B HE

11
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BHEYVHNEX AN AUE-THUPEARAFHCEWERA -
[0027] EHHEF1: EREBLED(DZ HH

S AN
N\ I/N\
Ir
/
~
™

- - 3

[oo2s) FBEEEALEHO

o [0029] B4t — K FEH - MMA9.0 g W2-2-AEZ H)EK
(2-(2-aminoethyl)thiophene ~ (70.9 mmol))E2 40 mLEg 7k -
EOEKBBRE T RIERH AZE P EE & (benzoyl chloride~ 11mL)
& & 16 80 7K 8 1 (8 & L 8 (NaOH) R & H20wt% ~ 45 mL) >
THREREY TEXEERY §FZWATLARENHEGHEE
Yoo HE OEREI2ZNRER  BEREIRERE  KEEE
RER - BE > BESERKHE  MUAKERECKERDE

’f‘Uﬂ:AﬂF@l’F‘Y%%%oLt FE =X 40 F B o1
o]
L//\/Nﬂz + O/U\ NaOH ©/u\ N~ \/’3
da=xzl

- [0030] FIFAEBERNXE ST ET > FiBZRBER
41 F : '"H NMR (200 MHz, CDClj, 294 K): & 8.81 (d, 2H), 7.47~7.30 (m,
4H), 7.11 (d, 1H), 7.91 (t, 1H), 6.80 (d, 1H), 3.66 (q, 2H), 3.10 (t, 2H)

[0031] Gt —RFEM - B 11.6 gf9{L & ¥ 1(50 mmol) R 50
mLE) B K (toluene) [N AR FEHF - MHFEBEE0TC - HFE > £ 18

12
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i A11.5 gy = & & B (POCL; ~ 75 mmol)) - & = & £ B 55 = I
ARk IMEERMAZTER KEWNER  BSREBERE
40 °C -+ A0 BEEE E S (NaHCO) R M| - #¥F - DLLRK L

FE (ethyl acetate ~ EA)R/AKETEWN = > & =R IKED
EHEspH AR MACREHEEHEER LETEREMN
E D s BRI EY2 BERBTS % LAXEZRELN
a1 R R |

N\ N
/\JD __POCl3 \f @
toluene
9

512
[0032] F|AMHMERLE SN LED2 B ZHEEN
1 @ '"HNMR (200 MHz, CDCls, 294 K): § 7.50 (d, 2H), 7.30~7.22 (m,
3H), 6.91 (d, 1H), 6.84 (d, 1H), 3.78 (t, 2H), 2.76 (t, 2H) *
[0033] % 10.6g 1k & ¥ 2(50 mmol) ~ 10gHy 58 7% & 1k Hi
(patladium 10% on carbon- Pd/C) - K 50 mL# F ¥ (toluene)fl @
RIEM S - #% > MAFTER > LRERE N - =& > 2L
BEFANBERERBELE - XK ERINZ R ZE (ethyl
acetate - EA)R/KEFTERN =2 MK =RFUENEEEL
e HEYE - M AEREEEmEZE  WETELFREMEM
W BB eI ERXBIS % PR EZREXW T AR

13

w0
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(:’m S I AN
\ N e \Aw

@ toluene @

52 53
[0034] F| LR E ST EDI > B ZHELEAL
F : 'H NMR (200 MHz, CDCls, 294 K): § 8.53 (d, 1H), 7.81 (d, 2H), 7.77

(d, 1H), 7.60~7.40 (m, 5H) o
® [0035] #: % > B4t —EEMW - MALSE Y328 mg, 4.4
mmol) -~ Dl K IrCl3(598 mg, 2 mmol) + 2- B & & 7 &
(2-methoxyethanol ~ 15 mL) ~ DL R 7K (SmL) - #% > KBEKE
frAkKETEBERTARZRR  BREMEBAEI120C - RE12/ME% -
W FEEZZEE > MAKMBITE  BEKRBENABKFES kK
BUEES KEEETHEEEESR ALY EXS

72 % - Lt R FEZ KERN M TR

/S\ X B S AN
. \ | N 2-methoxyethanol \ I

Z /Hy0 M /C1\ //©
+ IrCl3 —- ir
Y jl e NKJI\B
(: AN | s |,
a3 C e
(0036] #% R — KIEM > MAhLSHI13 g 1
mmol) - Z BE N B (acetyl acetone ~ 300 mg (3mmol)) ~ §% B $K
(Na,CO; ~ 212 mg (2mmol)) ~ Ll &k 2- H & H 2 BE
(2-methoxyethanol 20 mL) - # & - AR BREBR KELZER
TARR WHREMBELI20C - REL12/NE% > B KX FE[H

14
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TP MAKMBHRE  BEBEBE
i o ﬂ&%ﬁ%iﬁ}%:%@%(cmcb)féﬁﬁ o

(CH,Cly) k. 7K
ByE o L EYWLGEEEBEEREME -
iy BRI EWS EEXRT2%-

2

2

ZFH =

B Y8 6 A 7k FOIE © bt 7F Pt &

=

DL — & B b

W ERFTRENEBRELZRE

ol @ —
/Nx.\ L1 =
\r Ve P | J\
o hles
~ 1, |~ s,
54
\—\
| _N| 0=
\T/"Ir /
N o
| \
g
- 2
tEwS5

[0037) | BB &GRS L EDS
< : '"H NMR (200 MHz, CDCls, 294 K): 8 8.52 (d, 2H), 8.13 (d, 2H), 7.87

-
~

&t

DIE BT R EAT
Ft R REXA T RTOR

2-methoxyethanol

/Hy O

—

Na’2C03

T2t

=i 2
rE =

A

(d, 2H), 7.68 (d, 2H), 7.59 (d, 2H), 6.99 (t, 2H), 6.69 (t, 2H), 6.29(d, 2 H), -

5.33 (s, 1H), 1.82 (s, 6H) °
gt — R ER - mMmALE®HS(T1] mg

[0038]

v &%) 3(422 mg »

j—%«
2 & 48/]N ¥

%

% WEEY®%R L2 B Z B (ethyl acetate »

2 mmol) »

15

1 mmol( »

DA B 10 mL&y A = BF (glycerol) »
fi%%*%&ﬁa@%?ﬁkﬁ% B R FEMEE200TC -
A6 A0 7k BE S LA o &
EA) R 7K & T

%
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L4

 3H), 7.51 (d, 3H), 7.34(m, 6H), 6.90 (m, 9H) -

% 103141945 %% {EIEFHA:104.12.2 EFH

| (g Fif] 205 E BR)
WU ERBW ARMUMAL  GEEEBBALEW (D) Lt &
v REZWTAR:
i S | x ] S\I AN B S ! AN ]
00— \ N N\ N,
N\ \fn,\n_.,..ﬁ‘g , Y siyeerol _ _z "/:r
= ¢ \O—/\ K7CO3 F |
- —2 &3 - -3
a=x/p) HEBEBHAYMOD

[0039) X A ML IRALESITERSBLESDQ)  FB 2L
ZWEAATF © 'H NMR (200 MHz, CDCl3, 294 K): § 8.35 (d, 3H), 8.22 (d,

LRSI T -
C39H,4IrN;3S;: N 5.11, C 56.91, H 2.94; Found: N 5.09, C 56.88, H 2.97 -
[0040] DL X5 % &% ¢ 5t
HEREBLSYOETEEIN  SRUOUB2BAR -
[0041] EHMHEFEIROEFE R X-rayt EFREEM B R T 40
EmpIFTEmENE RSB e OREHR TN (facial) 1L

* {85 (x-ray diffraction spectroscopy)

[0042] b & B i 41 1
[0043) 24t — R FEHE > 0 A 1k & % 3(6.6 mmol)~ IrC15(598

KA = (glyceroDIERHERE - % > RAKRE
RAKELZBERARR  #FRXEMBE200C - KE12/ K% -
RREBZZR RERKREBERAEREQAREEL  -RBOoWMRE
M - RETHEERNSEKTHEYEE - PRLESH HEERT
HEektaWEED -

[0044] Lt 8% B 5 41 2

mg, 2 mmol) -

16
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103

=5 141945 5% o EIEHHA:104.12.2 T E; =\
: U’E fLH lﬂ&ﬁlﬂ( )

[0045] #24t — K FEME » M A& ®4(0.5 mmol) » &Y
3(1 mmol) ~ B B 8% (K,CO; ~ 138 mg(1 mmol)) ~ L K& 10 mLEY A
= ®E (glycerol) - B % ERABRBRAKELREBETALL B
B OEEE 200C - KIEAS/NEFS 0 WREREZR > BHEK
TN B M - AR RE A 0 R RTY R E
MEMEE—S$BESL BEAINAKLEWIEY
(0046] EHEM2: AHEBLEYWADZ B GE

N

vy
g

_ NP
HEEBLEY

Irx

[0047])

[0048) 2 fit — K FENME > N AT76.3¢g H2-2-BEZE)EY
(2-(2-aminoethyl)thiophene ~ (600 mmol))Ed 1 LEJ/K - B3 »
ARk BEETEBE AR T X EER
(4-tert-butylbenzoyl chloride ~ 91mL, 500 mmol)F1 & & 1k 1 7K
VYR (8. S L 8 (NaOH) ¥ £ 5 20wt% ~ 150 mL) - I FF i@\ % -
EREBRDT  gFTHEAKENOCRBED  &ZF £X
@u¢%%’%ﬁ%%2ﬁﬁﬁﬁ’w%ﬁﬁ%ﬁ%°§%’
M ERLE  TUAKRECKEBELRDE  SELETL
EREBII% - it REZKERMTHF -

17
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o ﬁ non ﬂ S,

516

[0049] 4R fft— X FEM » K50 g S %W6(174 mmol) R 170
mL ) B 7 (toluene) I AR FEMR S - ILFEEREO0TC - #FE > & I1&
A 17 mLE) Z& & B (POCl; ~ 174 mmol)) - E=Z&KEABxE =
MAE  MREBMBEEER - KEI12/KE  FXERER
F40C r EMABBEKIFFNER - HEF > LIBRIERKE
‘ﬁ*ﬂ MR =Z KRR ENERELZRELGBE  FAER
BiEEMHEZR  UETEREBENMENUMA B2 4LED7
ERET2% - L RKEZKERM T AR

D .
N\ N
A o
N/\) POCl3 Y
H -
toluene
&6

AT

[0050) 4546 gfg fb & 7(174 mmol) ~ 50 gy 58 B¢ {2 1L B

. (palladium 10% on carbon Pd/C) - K170 mL#y BB ZX 0 A & FE

Mh o EmE o NMATEE LR MEASNE - BE o DURE AR

BREBELE TRBEUZBZERKEFENZ R W

SRR ENE BB R EBE ARG EEEE

EFERBREMLML > BELEYWS EXBO0 % b
it RE 2 RFE 2 80T AT R

SR

LD
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PP AL
S

toluene

a7 &8

[0051) % » Bt~ K EM®E > MAKEHEA8T g, 70
mmol) - Bl K& IrCl;(10.4 g, 35 mmol)  2- HF & & Z B
(2-methoxyethanol ~ 262 mL) ~ DAL & 7k (88 mL) - & & > B X
BERAKELEBEBFEARE  BREMBELI20C - KEI12/ME
% B REREEE > NAKRERE - BB KREEILAHKMILE
ClEEnEE KEERBTFRAEZEZR S EALEW E
KRB % P X EZ KERWT AT

S~ | [ s N | ~

N\ ‘ _N 2-methoxyethanol \ I N, I -
Y IrCl /120 - \( TrerS >ie

+ 3 el \Cl/ . )\

: N O

A -

a8 L — 2
EP 9

[0052] &% > ##—-KEM  MWALE®W26.6 g, 17.5
mmol) - Z B 7 M (acetyl acetone ~ 7 g (70 mmol)) ~ fix Bk 5
(Na,CO; + 7.4 g (70 mmol)) ~ AL & 2- B & & 2 F
(2-methoxyethanol ~ 175 mL) « 3 » 7£ 8@ K & bk 7k & 52 &
% FARR  THKEMAELI20T - KEI2/NKR &KX

19

v
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FERIEZER > MAIEATL  SEBRBEL A KMNECSHKE®
B WERBEEBLAZRFECHCL)ER - #% > L_&F
JE(CH CL)RAKETERN =2 - K =ZRFTRENEEBLZE
H@®R LHREVUNEREMFEEMEZ & UERXBRHEE
THidk BEHLEWIO EXR64% - LR EZRERNWMT

FTw -

/
/

| 2-methoxyethanol
Z o= /Hy0

+ -
o % NayCO3

7
\ __
/ g
L'z
H
c(\o
S
\/
H\

Im/ '/

2

L

/

7
4 \_<_
%
N
”‘-.
c/ “
S

_
e 10

B — R HEM M A LA W 10183 g - 22.2
& M8(11.9 g 44.5 mmol) ~ Ll B 220 mLiyF = &
(glycerol) - §%  GERABRERKALBRERALS > 15K [
B E 200C - KEAS/NEE S » W R ERE S M - 3 ok
BUEBITE =% WENEBYWE LB ZEE (ethyl acetate

EAYRKEG - LU EEBNGAMUMA > S EHSBEB

(0053}

mmol) -

20

Lry
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—

[0054] EHEHI3: ERSBLEY DI HE

Ir
\ [
e
L -2
&y 10

S = ]

N\ | _N
)
™

S AN s
% \O Y

3

x

e

Ir

(00551 B BEEASHI

[0056] 42 fit — % FEHE » 71 A 30.0 g B92-(2-% 2 Z 25 13
(2-(2-aminoethyl)thiophene -
EOKB B TRIBE A 4B EE R E B A
(4-methyl-benzoyl chloride ~ 40.1 g~ 259.4 mmol)Fl & & 1t 8k 7k
Vi ¥ (4, S Ak 8 (NaOH) Y 5 20wt% « 200 mL) » i 5 48 5 2 -
AREBES  GFHFHABENAGDBEY - BE  EK
BN S BEFEYREGR  KEBEOES - HE
BB ERGE WU ARECEEEDE

e

=1

ERREBI% -

G PR EZRENAT AR

glycerol
K,»CO3

58

bt E R EX AT RN

21

L

FEEELSHAD

wFELEHLIL

Ix

— 3

(235.8 mmol))# 500 mLEY /K -

)
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0

o S\
C_?//\/NHZ . /@/“\cl N;S(P)I . /O/ILg AN
&1l
[0057] #Rft — X FEHM - # 5.0 gf9 L & ¥ 11(23.0 mmol) X
100 mLAYy B 2 (toluene) NI A X EMRF » LEREOC - #F >
ZIEMAL0.5 gfy = & & B (POCl3 ~ 69.1 mmol)) - B =R AW
TEMAR > MKEBRMBAZER - RIEM/NEF®R > & KREMR
‘ﬁ%?ﬁ%£40°c MM ARBEMPNER  BF ULIRIEK
KETEN=ZR UH=ZRFUENEREZBELBE  MH
EEEmEmzk LETEEBNENUMA  S2EKEY
2 EERBSO% . P NREZRENL TATR

S
it P\ N\ | _N
N/\j\ POCI3 \r
ot
H toluene
da=x7p8!
. .
a2

[0058] #5.0gHYfk & #712(22.0 mmol) ~ 5 giY #f ik & 1k &l
- (palladium 10% on carbon Pd/C) ~ &30 mLEY B X inp A & [E R
CEEE L MBI 0 AR FE24E N - B2 LUBE AR

aE

BEEmRELAE > LRHERLNZBIZEBRKETEN =X 1t
BZRMKENERELZELAEE  FAERRMEEMEZR
pid

—|
|

It T ERE BT E MU S BE AW EEB % b
it M . R 380 R BT
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Sx| SH\| X
N\ _N Pa/C N\ _N
\l/ N \r
toluene
etz E&T13

[0059) % » Bt —RKEM  MALE®LIIA g, 4.4
mmol) ~ DL B IrCl3(630 mg, 2.1 mmol) ~ 2- B & & Z B
(2-methoxyethanol ~ 30 mL) » DA & 7K (10mL) - $ 3 » & ol ®
BKEEBRERALZR  BREMBMEI20C - XE12/MFE
Wt R EE =B o MoK TR > B S RB W I A KR IE 2 e
ErEE KEERTFBAEEEE  BIALEDIL EXR
73 % - Pt R EZRERW T AR

S\| AN [ S l X ] | =
N\ N 2-methoxyethanol
\f /Hy0 N /N“x AL ~7
+ IrCl3 - I e 5 /L
o hloe
N | ~NF s, @
L Jd, ,
. E5113 &4

[0060) #$2% » Bt — K FEM  IMAhLE#14(1.04 g, 0.77
mmol) - Z B 7 B (acetyl acetone ~ 230 mg (2.3 mmol)) ~ B B&
#h (Na,CO; ~ 250 mg (2.3 mmol)) ~ ALK 2- R&AEZE
(2-methoxyethanol~ 30 mL)- & > ERBRBRKALZRER -
FAGRG  THREMAELIC - REI2Z/NFR & XEE
EEE MANBKE  BEBRBEWMAKMIECSKE K E

23
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B OKREEBLIAZS&FRCHCLERE - & > D_&F L
(CHo CL)RAKETEWN=ZXR EH=ZXRFUENTHKELZREH
BE > UREYUEAREGERTZ KRB UWERXEBENEET
wmi BEMAEWIS EXBT4% - P REZRER T AT

/

[ s AN A
| o 2-methoxyethanol
\ / N c]_ Z / H2 0

/Ir /k +
/ e N o=< Na,CO3

® | L

AN B s |,

* fams

N
@

E&W15
® [0061] #2ft— R FEM > IAHE®W15(3.0 g~ 4.05 mmol) -
kA& 13(1.82 g~ 8.1 mmol)~ ~ DAL R 15 mLBY N = EZ (glycerol) »
BEERBNBERKEALZRERADR - B REMRE200
C KREWNFEER BREBEEZR > UMAKESARTL -
% WENEBEYWE > LLZ B 2B (ethyl acetate ~ EA) R /KT
o MLAEFHEBW A MUMA SR EREEBAES AN -
PR EZREXMN TR

/

7
\ —

Z

\"b
PNEN

24
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%
4’;/
_7’
, /
7 “n
\z/

\ |
\[/ glycerol Ir
/ —_—— L/

\
e N 5
L - 2 i L- -
wAMIS a:é:% 13 BESB AT

[0062] EMEM4: EREBALEDAVIZ HE

S AN
N\ l/n“ o
“Ir
4
~ ]
™
_3

[0063]) ﬁ%ﬁ%ﬁ%ﬂ(lw

[0064) $2ft— K FEH > MM A30.0g H2-Q2-AEZE)EY
(2-(2-aminoethyl)thiophene + (235.8 mmol))E2400 mL#&y 7K -
%= > FARABEF TEEBEA«+RZEFTHRER & 4-
fduorine-benzoyl chloride » 40.9 g~ 259.4 mmo)FI & & L&k @
VA WG (5 B AL 8 (NaOH) I & 5 20wt% ~ 200 mL) » W FFREBEH -
EREBRED . XA ELAENEHARBEY  BF  £EK
FE12/NB57% > BEFMBCREBR  WEBERES - &% -
B ER R E  THUAKRECKBRLE  SELEHI6 -
EERBI3% PN ECRERNT AR -

25



1526448

0

o /\D
S x NaQH ™
(" ) T e y
F Z 2 _ H
F

HEW16

[0065] R4t — K FEH -~ #5.0 gf9k &% 16(20.1 mmol)
100 mLAY B 2 (toluene) N AR FEFR G » AW EO0T - EZE -
%ﬁ’l‘%bﬂle g = & B (POCL; ~ 60.21 mmol)) - H = @ & B
TRMA®  MKEEBRMAEER - XEM/NFR > & XER
.Bﬁiﬁﬁmt  WIMARBSEMHFNER - #&F  LIRIER
KETEN=ZX > UK =ZXKRAUENEBREBLZREHLERE A
BREMEEHEZER LETERXEBEMEMIUMAK  FE4AEY

7T BERRESS % L REZXENW T AR

S

0 i> P
Y e T
H toluene
F &P 16 Q
F

® a7
(00661 45 5.0 gy ft & ¥ 17(21.6 mmol) ~ 5 gt 48 Bt 4 1t B
(palladium 10% on carbon Pd/C) -~ &30 mL#y & = A & FE R
% MATER GREMENG - B% o LUBEH R
S M BB B EE K ETENS &
WS R MBS R B R R B BRI P B U AR S A A %
WRTER BRSNS BE A WIS ERES %o b
e 2 B 340 F T
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N Pd/C N
Y .Y

toluene Q

F
&7 518

[0067) 4% » Bt — K FEM > MALE¥18(1.69 g, 7.4
mmol) ~ Ll & IrC13(1000 mg, 3.35 mmol) ~ 2- F & % Z &
(2-methoxyethanol ~ 30 mL) ~ BL R 7k (10mL) - £~ HBAKXE ¢
BAELERBRALZR  BEREMBE120C - REI12NFE >
e T REE E =B o KT H > SR EIE I A K RIE G b
BEHEE KEEELTHBAEEERE  BI4LEaMI ERXR
70 % - Bt X FEZ RIEX T AR -

_ F _
SN [ s | N
N | N 2-methoxyethanol N\ | N, l\ -
/Hy O 1. Cl__
g \ B /\S 1, ‘
F — F -2
45118 & 19

[0068) B:z » £t — K JEW » MA &Y 19(3.0 g, 2.2
mmol) - 7. i 75 B (acetyl acetone « 880 mg (8.8 mmol)) + Tt B2 &M
(Na,CO; -~ 930 mg (8.8 mmol)) ~ Dl K 2- BH & % & E
(2-methoxyethanol - 20 mL) » 3 » £ 8@ RERKSEER
FAEG  LERKEMABTI20C - KEI12/NKFE > ¥ X EH
EEE o MAKABK Y > BB E I A AKRE S kS % E

27
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B OKREEBALRA _EFHR(CHCL)ER - & > U_&H Ik
(CH CL)RKETENM=ZR > UK =ZXRFBUENEREBLZRA
BE UHEVDEREREEHTEZ K& DLEREBINERET
M BEMAEW20 EERTS% - L KEZRKENT A

~ :

— F —
0 L O |
2-methoxyethanol
NAN] ° /H50
\[/ ;Ir<c1>Ir‘ /k ' :< "
1 0 NayCO3
== I N“\\J/\>
X | A8,
L F -2
‘&Y 19
-y | « _
N\ YN /_.o_:g
Ix '
/ /
F | \0—\
e
a1 20

‘ [0069] R # — X FEJR > 0 Atk & % 2001000 mg ~ 1.33
mmol) + {t & ¥ 18(610 mg + 2.7 mmol) ~ DL K& 20 mL# K = &
| (glycerol) - HE > EREXRERKELBRERALZR  BHRIE
MBE200C - RE48/)FE > BKREREEE=| > WLINKE
BUETY =& WENEBRYWE  LLZEK 2B (ethyl acetate »
EAYER KB MU EFEBR AKX MLUAMA SR EREELK
aAV). Ll EZ X ER T AR
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(2-(2-aminoethyl)thiophene -

| ~, | S\| = s | ~
o— \ N \
*N\\Ir ,-°‘§ + \f glycerol /N‘;Ir
_ % \o—/\ O K9CO3 F
g 9
| |3
F 2 - F
L&MW 20 *EY18 seBASHAV)
[0070] EHHS: EHRSBHED(VIZHKE
uﬁ
Ir
/\| ®
\
3
[0071) ﬁ%ﬁ%ﬂﬁ‘“% (V)

[0072) #24t — K FEMW > IMA30.0g B2-Q-AEZE)ER

=, FKBIEHETEBEA24-Z 6 FEF

difluorine-benzoyl chloride -

45.6 g

259.4

(235.8 mmol))EL 500 mLAY 7K -

A BE & (2,4-
mmol)F1 & & 1t 5

KV W (4, B AV, 8% (NaOH) Il £ 55 20wt%- 200 mL)» i i i 1@ 7 - @

7 K FE i
BE 12/ B 1% 0 3B

EEREI%-

g\/mz +/O)‘\ NaOH /@)L

}

B gXFHMERENHEALNBEY -
KA/ ZXEHE®
GESERKE > LUKRECKFLDE

JEx 20T BT~ -

o

29

EE AR
B IEe - BEE
BRI EW21

D

&P 21

N
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[0073] #Rft— K FEMHE > #5.0 g9 EH21(18.7 mmol) &
100 mLAg B 7K (toluene) I AR FEHL H » MFWEO0TC - & >
BB ASS gl =& &R (POCL ~ 56.2 mmol)) - B =R &ABET
2MA%R MEERMASTER - RKER/NEL KX ERRE
BEA0C » WHIABRBEMPNEBER - #F > LB LE KK

EWMEZR > UHB=ZXRFBRENERELZREALBE > MAHE
MEEEsEHER TETEEBNEMIUMA  BELEYD
2 EEXES3 % P RECKERM T AR -

® S
0 S

i \)3 POCI A ~

— ey Y

H toluene F
F ey 21

F

e 2

[0074] 45 5.0 gfy fb& #22(20.1 mmol) ~ 5.0 gfy 8 % & 1k
% (palladium 10% on carbon Pd/C) -~ K 30 mLAy B X jin A X F&
@it - EE > MAETEN IREMME/NE - 2Z > DBESH
RBBEBELE > THERUZBZERKETER=
R ERFRKENERBER LBE - A E RS SR
g M ETERBREMUMA S LAEW2 ERB8S %o
bt R RE 2 KR R BT

(im

30
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F toluene ' F\Q

F F

&5 22 &Y 23
[0075] #% % - | —XEMR > WAL E#23(1000 mg, 4.0
mmol) ~ Bl K& IrCl3(548 mg, 1.84 mmol) ~ 2- H & & Z B
(2-methoxyethanol ~ 30 mL) ~ Bl fz 7k (10 mL) - 3% » REKE

BRAKEHEBEBRBRAARZR  BREMBEELI20C - XE12/)F %"
BMREREER > MAKRIERTE  KEBRBEEIL HKMES K
HHRER WEEBIEABEZLZR  BILEYW224 EXE
78 % o Lt X FEZ K FEA LT AR i
S X s | i AN
: H/« © e Z-B;e}t%lzoayethano: \ l\f | <§l>1 |ji |

Y D

e |~ 8 ], .

ﬁ:é.*%; ) P A

[0076] # =% > REE—REM > MAtED24(1.04 g, 0.72
mmol) + Z B PN BA (acetyl acetone - 289 mg (2.9mmol)) ~ T B £
(Na,CO; + 306 mg (2.9 mmol)) ~ DL K& 2- H & £ Z E
(2-methoxyethanol~ 30 mL) # & » ERKB X BRKELZER -
RARR > LHREMAEI20C - KREI12/NER > KK EH
EEE - MK BET L > KB EEEIHKMIECEE K E

31
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B KWEBERBIEIA Z&FR(CHCL)ERE - & > L& F I
(CH: CL) R KETERNZR > R =Z RN ERNEREGZER
AR LHEDUEAREGEEEEZ T&E LERBHEE

#Wii BRELEY2S EXBI% - Lt REZRERW TR

. -

S N ] N F
| , o 2-methoxyethanol
\ N cl F /Hy O
-+

2

Y \Ir/ Nrr /L -
1, x
F _ l 1 NI N \ o=< Na2C03

A

F

| NS,
- - 2
&1 24
_ _
S ] AN
N\ N
=
F /\’ !
.
| I,
&M 25

[0077] #2 # — X FE R - f A 4L & # 25(782 mg - 0.99
mmol) ~ b & #)23(492 mg~ 1.99 mmol) ~ DI K15 mLEY RN = B
C(glycerol) - B E - ARBREBRKELBRBRAEALR  BRIE
M#E200C - KIEOC/INBE1% » MR EREE=E - WMmMARE

METH &% WENEDYER > LLLE ZEE (ethyl acetate -
EA)RKEY  BLUERBHRARMUML S EHLB L
&M(V). LK Y K ERW T How

32
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° |
N\ | N \ N N\ _N.|
\r T glycerol “Ip
I Aty /
SN - K,CO3 F
.
F

L 1, i 13
F
&t 25 e 23 HELEAXE (V)
[0078) EHH6: EHEBLEMVHZHIiE
i S \T
N\ l/N‘
Ir
%
~ )
S
- - 3

[oo79] HEEELEWNVD

[0080) $Eft— K FEM » MIA9.0g H2-(2-FEZ £E)-5-F
£ -IE %} (2-(2-aminoethyl)-5-benzyl-thiophene ~ 44.3 mmol)E 40
mLEI /K » % > ERKBESETEEHEAZE S EES (benzoyl
chloride~ 6.2 g~ 44.3 mmol)Fl & & 1k #y 7K ¥ ¥& (& & 1t A (NaOH)
BES20wt% - 45 mL) - LR EER  c EREBRET > FEW
MHEABHNEGHBEY BEF EXRELI2ZNER B YR TS
TRIEER  WEBBEWES - B BEGERKE - W
AKRECIEBEEDE B EW26 EEXHII% - LIk KE

KR FEXW T AR

~ : vﬁo
s ~ _NaOH __
NN NH
%\/ 2+ @H}\ H20 ©)1\
5126

33
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[0081) 4R @t — K FEHM #15.4 gfY L& #26(50 mmol)k 50
mLEy B E (toluene) I AR FEM S » EFERZEOC - FF - 118
fmALLS gl =& & B (POCL; » 75 mmol)) - E =R &AW € =0
A IMRERMABAZER KREM/NGER > SREBRBREEREE
40C " MM ABRBREFFTRNEBER - EFE > LILBRIERKETT
EWMEZR LW AFRENEREE R L BE - fAEER
MEMLZR LETERBINAMUMA =TELEHW27 E
KRT1 % L ﬁ}iﬁﬁz}i AT

@ @_m
POCl 3
/
Ej)L tolucne @

HeErt 26 f B 27

[0082] /& 14.5 gfy b & ¥ 27(50 mmol) - 10gHY 88 B 1 1t H
(palladium 10% on carbon Pd/C) -~ K50 mLiJ B ZF 0 A & FE R
oo HE o MBAEEF > EXEMME/NE - EHF > LBES X

‘@%%Wi{%{t’?ﬁﬂ’iﬁﬂ%?ﬁ%?ﬁuz%z@é&*i’éﬁﬁﬁliﬁ’ﬁ
_H%E&ﬁﬁﬂﬂlﬁ%%ﬁ%%@éi@ &P 0 A A BE R HE R R 1R
ETEREBEREMMUMA  BEALEY28 EXRI4%- £
i 7 fE 2 R FEZ T BT R

téL

34
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\KN Pd/C Y“
: toluene @
tam | a8
[0083) #= » Bt — K EMH > MALEW28(600mg, 2.09
mmol) -~ DL B IrCl3(282 mg, 0.95 mmol) ~ 2- B & ¥ 2 E

(2-methoxyethanol ~ 30 mL) ~ DIE/AK(l0mL) - & > KREXE

BokEGEBRETEARR BREMBREI20C - KEI120EE @

v 7 FEE B =B MUK TR ATH > B RB E I A KA EC B
EYEE REEBTAREZERR  BELAEW BEEXR
65 % P K EZ XFENW T AR -

S X
7\ |
. N\ N 2-methoxyethanol
Y /1H,0
+ IrCl3 —
5128
i S ™ ] —I AN 1
\ | 55§ 7
~1r{ >Ir\ J\
~c1l
/W Nl SN
X | N~ s

42

© am9

[0084] 3% - Rt — R FEMH buxﬂzé\%29(5‘95 mg, 0.37
mmol) « Z B 79 B (acetyl acetone ~ 148 mg (1.47 mmol)) - B B&
5% (Na,CO; ~ 157 mg (1.48 mmol)) ~ LA K 2- B & E LB

35
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(2-methoxyethanol - 30 mL) - & & - EREXBR KELZEE -
TARR > UHKRKEMEBAEI20C - REI2/NER - & K EME
EER > G MANEBNE  HEREBEL FKFIESKE % H
B O BNEERBLA _&RFR(CHCLE®R - % L _&F K
(CH:CL)RKETERN=ZXR EH=ZRFBRENEEELZEE
BE WRKREDLNEREMBEMBEZ & LUERXBITEET
M FEIMLEH30 ERFBO65% - Ll K FEZ R FE 07T AR

IR
AN [ '
@m‘ a1 | _ o=<
\( \“Ir/ SIr +
~e1rY )\
g -0, X
e - ]

-2

5929
_ . | « _
2-methoxyethanol

/ H2 O \ YN.\‘Ir‘.'/_,O :§

> %
NapCO3 _F I \o—/\

AN
-2
&30

(0085 R #t — K FEJME » WA 1k & % 30373 mg - 0.43
mmol) ~ {£ & #)28(248 mg - 0.86 mmol) ~ LI R 15 mL& 7 = B
(glycerol) - # % » ERBNEBRKELZBEBRAZR  BRE
B FE200C - RET2/)NEEZ BREBEEZE > LiNAKE
BUBTE - && WETEYWHE Ll Z B Z B (ethyl acetate
EAYRKEGR » WL ERBH A MM S EHLSE L
BV PR EZ K EXW T AR
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7
4 \_<
;'z
c/\"o
“ |
+
|
—
2

i 2 228
£E&30 =
_ ] “ _
N\ | N |
glycerol ;Ir
K,CO3 F I
L ~ ]
B BLEHNVD

[0086] Em@” T%a/ﬁ%{t/‘\%(\fﬂ)z%”ﬁ&

&/ﬁ/n

Ix
vy
g |

—3

[0037] ﬁ%g’ﬂﬁ‘&% (VID)

‘j

[0088) #Eft — K EEHM > f1A10.0g AY2-(2- R]EZHE)E
(2-(2-aminoethyl)thiophene + (78.7 mmol))£2 100 mLEJ 7K -
= FABEHETEEBEALEEETTF EHR
(4-benzyl-benzoyl chloride ~ 17 g~ 78.7 mmol)Hl & & 1L 8 7K &

W (& S 1k 8 (NaOH) I £ B 20wt% ~ 50 mL) > W FHFHMBEH - 4
FEEED > gFWAEAENEOAGRREY  BEE > ENXE

37
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12/ %k BEMBINETR  WEBEES - 8#3F - K
BOERLE TUKKRECKRBEXRYL®E  BILALEYW3L E
EEB2% - Pl RELZKENW TR :
0 5
.S\ = I c1 NaOH N/\)Q
e ) e T
'D &% 31
[0089) #E4t —FEM - #5.0 gL & #31(16.3 mmol) Iz
100 mLAY B # (toluene)II AR JEMEF » MW EO0T - #F >
’,%%'Is%ﬂuk7-4 gHY = & & B (POCL; ~ 48.8 mmol)) - B = & & B 5T
ZMA% NMKERMBZER  REM/NKR & XEGLRE
BEAC  WMABRBRMPOER - #F > LB IEBRK
ETEN=ZR - UB=RAUENEREZELAEE  MAHE
EEEMEZERZ LMETERBNWEMUMA B LEY
32 EXBSS % PR EZRERM TR

S—.
/
o s N\ | _N
[ N/\)\ \r
O H POCl3 . /\] _
toluene
™
O 61 31 Y
[
N LKy

[0090] # 5.0 g8yt & ¥ 32 (17.3 mmol) ~ 5.0 gy 8 Iix & 1k
#| (palladium 10% on carbon Pd/C) -~ K30 mL& B Z 0 A K JE
P e BEE ONMAEFER - URE24@F/NE - HZE > LBES
ﬁ@%%%%k%’ﬁ%ﬁﬁ&z@z%&mﬁﬁﬁmiﬁ’
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GBS RFKENERBE R ELBE > FlAFEERME KBRS
B METESHEBNEMUML B2 ALEYW33 EXFBE % -
bt R EZ R ERWT FroR

/s\ S X

N\ N\

e
Pd/C \r

—_—
toluene

& 32 O & 33 ®

[0091) = > RE—KEM » IMAE®3I3 (5.0 g, 17.4

mmol) ~ Bl & IrCl3(2360 mg, 7.9 mmol) ~ 2- B & & Z B

atad

>
N

(2-methoxyethanol ~ 50 mL) * LI R 7k (17 mL) - # % - B K E
BkEEERFEARZR  BEREMBAEI20C - XEI12/NFR
we R FEE B R E o MK ITEAT > BB RBE Y A KAIIEC i
EveEE WEFHBRTANAEEER B AEYW34 EXE
65 % o Lt K EZ R EXM T AR

|
YN 2-methoxyethanol N\ I =N c1 |

S
Z
e
=
o+ ICI3 - \r T A /L
S O 7D
N |~ ],
() gams (3] wows

-2

[0092) #% > - KEMHE > IWALSG?34 (3.0 g, 1.87

39
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mmol) + Z B P B (acetyl acetone’~ 750 mg (7.5 mmol)) - B B
# (Na,CO; ~ 790 mg (7.5 mmol)) ~ LA Kk 2- B & & 2 B
(2-methoxyethanol~ 30 mL)- & - EREANKRBRKELZ B %Z -
FAARR K REMBEEI120C - REI12/)NEFR > B REEL
EFER > IMAKNERL > HBRBEINHA/KNIECSC KRB %®E
i WEBREBELHA —&EFHRECHLCLER - & > U_& B
(CH: CL)RIKETEWN=Z2R» LK =Z=RFAKENERELZEER
BE MEEVUEREEEHZ & LNEHEBEWEET
.?niﬁﬂs  BEILEWIS ERXF68% - T RECKEXNW T

S AN X
I | o 2-methoxyethanol
AN : /Hy0

N 7
\f \\Ir/Cl \Ir/ ™ + -
ZE E J\ 0= NayCO3

] ©_2 a3

[0093] Rt —XFEM - N A E W35 (1000 mg - 1.16

40
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mmol) + & #33(660 mg ~ 2.3 mmol) ~ Bl K& 25 mLAY A = B
(glycerol) - #3& TRENERKELZRERAGZR B NIE

INEE200C

- RIET2/NE 1% > BRIEREE =R > I INAKE

BB - B WEFBY % M Z B Z B (ethyl acetate -
EAYR AW YE - I LB R AR M AL > B AR
2 (VD) - b3t 2 FE 2 K FE 280 F AR

— — — s \_
S AN S AN
\r Ir\o )+ \r glycerol e &
N - K003 j ®
o R
U, @ el
wam3s ety 33 HRSBLAY (VID
[0094) EHEHIS: EHESBLEW(VIIDZ & fH
o U
N\ | N
;Ir ’
F | @
L > -3
LBV

[0095]

[0096] #2@t— RFEM - fIA9.0g H2-2-RAFE L E)-5-F
B _ME Y (2-(2-aminoethyl)-5-methyl-thiophene ~  (63.7 mmol))
Bl40 mLI /K - BZ » EABEGHFTEEBHAEZTFTERK

(benzoyl chloride »

8.9 g~ 63.7 mmol)F1 & & 1k 8 7K ¥ ¥’ (£ &

b8 (NaOH) I FE B 20wt% ~ 45 mL) > WM FF#EHE# - ERIEBE

41 Q
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TOEZEHMERENCOCODEEY BEZE EREIZ/NERK
BRIGCKEFRE®R WEBRERES - £F - KESERD
B LLUKKRECKFEEDE  SEALSYI6 EXREIO%-
Lt X FEZ KT AR ¢

&1.36

(0097) 4 — KM - 155.0 g4 2 #36(20.4 mmol)&
30 mL# 5 % (toluene)fI A K EMLH » 1 BB E0C - B > @
1810 A 4.7 g8 = FE B (POCL, ~ 30.6 mmol)) - ¥ =R EAHE2
WA IR RN B EE - 5B TN A 0T R
F40°C - WMABEEHEAIEE - BE > L2 828R AE
GRS K IS Kt B 8 R BB S - ) A B
BB BETEE BRI BE AT
EEBT0 % - bl K2 K ES T BT

N Y
H toluene

5936

o
)
N "

[0098] 5 11.4 gfgfk & #37(50 mmol) ~ 10 ghy 48 7% 12 1k %I
(palladium 10% on carbon Pd/C) - & 50 mL#y B 3 i A X FE i
oo EE - MBREER  WKREIZENE  -EE UEBEHFR
BEREEAS LK ERUZBZERKETEN=ZX - it
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Mo RFRENERBELRAER  FMAERRBREEEEZ R
GETEREBREMUAL > B LAY EXRI2% - L
=

-

R T 2 R B ST RO
S—_~ S X
P .

YN Pd/C \f“
: T.Ohlene @

&1 37 &1 38

[0099) % » Rt — KFEN » MALE 38991 mg, 4.4 @
mmol) - LI & IrCl3(598 mg, 2 mmol) ~ 2- B & & 2 &
(2-methoxyethanol ~ 15 mL) + BLE 7k (SmL) - % » S K&
BKEGBRETALR  BREMBREI20TC - KIEL12/NFE
w57 FEE B =S MK AT B B BE I A K FLIE © A
EEHEE RKEERBETANEEZEER SILEYWIY EXRB
69 % o ¥t FEZ K FER W T FTR

< N i S | =
\ l N 2-methoxyethanol AN I N c1 | = ‘
\‘/ /Hy O r1r | DIx
+ II'CI3 —> \Cl/ A )\
AN

e J \
] X , - _l/ S 1,

#E138 29139

[0100) = > 4 —KEE > MALEGH3INII g, |
mmol) + Z @ 75 A (acetyl acetone - 300 mg (3mmol)) - Bk &% £y
(Na,COy + 212 mg (2mmol)) ~ Bl R 2- F & % Z B
(2-methoxyethanol~- 20 mL) &  GERBRFERKEALZRER
AARG  THEREMBELI2C - KEI2/NFZ > & KEE
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EEW o MARBFE  BEREELAKMEDkE%E
B WEFEETA RER(CHLCL)ER - B% L&
(CHCL)RKEFEM=ZR » LR RN ENERBE R E
BE UHEVUEREREERE - B% UBREBIREERS
sifh > BE LAY ERBIS% - Lt K EZ KR W T 5

7~ -
1Y IS
\ N, Z 2-methoxyethanol
Z Ty /cl>Ir~ k o] /Hy0
L 1 . + -
- \l F‘Nl SN o:< Na,CO3
I ~ ], I e
&% 39
_ . | « _
2-methoxyethanol \ N 00—
/H20 \f .\Ir‘/,_
-
L/
NayCO3 / l \o—/\
A
- -2
540

[o101] & # — X FEMW > In Atk & % 40(3000 mg ~ 4.05
mmol) - L& #38(1820 mg ~ 8.1 mmol) » A K15 mLH H = B

. (glycerol) - ZZE > AR BRERKELZBRBRAARZR  BXE

T 200°C o R EE4S/NEE 1% 0 46 K PERE [T 3 = B 0 3 Ak
BT H - 8% WENBYE > L Z B Z B8 (ethyl acetate -
EAR KBS LLUEREBHARMUSAL  BEEHRE B
& (VI - E 5t FE 2 K FE =% 10 F AT om
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Ry et
\ \‘/N‘\ "'_-0—- \ | /N , l
Ixr glycero
PNt \o——/\ ! K,CO3
|
\ —J
B 40 fE 38
_ . -
Ir
/
Y
~ — 3
HELSBELAASH(VID
[0102) BEHAFY: EHELBLEDWAIX)Z HHE
- .
N\ | N,
“TIx
%
7
\
i

[0103) FEEE4SY OO

[0104] 32— K FEJE + MO AO.0 g H2-(2-% % Z %)-5-F
£ 1% Y (2-(2-aminoethyl)-5-methyl-thiophene ~  (63.7 mmol))
B140 mLEGK - B > EKBEE TEBH AT EE R E
%%(4-tert-butylbenzoyl chioride ~ 12.5 g~ 63.7 mmo )l & &
(b % ok ¥ ¥ (0 & {6 5 (NaOH) % & 58 20wt% ~ 45 mL) » i #5 &
B REBET GEWAMEABNOODBEY - EE
RN BEFE T R EE R BE e -
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Z O RREOGERDE LA KRECKEEDE  BELKEY
 EXRFE8S% - LA XKEZRKENM TR

AR ﬂ i ¥©* .Vj

&M

[0105] #REét— R FEH - #15.1 gf9 &P 41(50 mmol) R 50

mLEy B 2K (toluene) I A K FEH S » LFEJEE0C - HE - 218
MALLS gfy =& & BE(POCIL; ~ 75 mmol)) - E=ZF & BT 20
.K?ﬁ MR ERMPAEEGR  KEM/NGER  BREBZEEE
40C MM ABBEATNER - HFE LB IBERKET
EWN=Z2RXR > IH=ZRFAERENEHEZEBLBE - FHEREE
MEERMmER LETEEEBHMEMUMA SR EW42 E

KEHT4 % o FEZNZ0F AR -
S\|
\ N
/\)j POC13 Y
toluene
‘ .
a4l

5942
[0106] ¥ 14.2 g4k & ¥ 42 (50 mmol) - 10g#y 88 B% 4 1L Bl
(palladium 10% on carbon Pd/C) -~ K 50 mLE B F ip A X FE ¥
e TE - MBEEG > EREMME /MR - #EF > LBEAFR
BERERELT B ERUIZIBZERKETERNZ=ZX » I
SRR ENEREBELZERELAE  FMHEEREGERHREZR
TETEXBEREMUMAA  BEAEWI3 EEXBEI1 % L

R
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TR EZXERXWT AR
—@ \(N
tolucne
=t LY a?43

[0107) #Z > B —KEM  MALE®W43 (1238 mg, 4.4
mmol) ~ DL B IrCl3(598 mg, 2 mmol) ~ 2- B & & 2 B
(2-methoxyethanol ~ 15 mL) - DLE/K(5mL) - 8% » RBERXRE ,
BAKEEBRBEASZR  BREMBE120T - KE12/NEFRE >
R ERE =W MAKABFL BERBEINLAKNEDSK

mycEE KEEBEANRAECEER B LAY EXR
769 % o bt K FEZ R EXA T ATR

s | SN [ s SN x
\ N 2-methoxyethanol N\ | N, | A
Y /10 e S >S1x
+ IrCli3 - ~1 =
N NS

| Do
x B 1, .
VLT i 1, wame

[0108) % » BEt—KEMW > MAkLEW44 (1.57 g, 1
mmol) - Z i 7 B (acetyl acetone ~ 300 mg (3mmol)) fix % 8
(Na,CO; ~ 212 mg (2mmol)) ~ BL & 2- B & & Z FE
(2-methoxyethanol~ 20 mL) - &  EREXBRKEARZRRER
FAGG THREMEBE120C - REI12/NFEZ > K KEE
ExE o MAKRBRE > BERBENAKMIECSEKEFKE
B, WEERLE _SFRCHCLER - &F > DN_KF Kk
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(CH2 CL)RAKEFTERN=ZXR  EH=ZXRFURENTRELZERE
BE -  UKEDUERBEEEREZ &R UERENEET
Wil BEALEWLAS EXBTI% . L REZREXWT A

7~ -
S ~ ] | X
N\ I /N.\_ cl P o 2-meth'oxycthanol
Y Ir7 1Y /Hy0
1 + -
® D T
- ~ 2 &5 44
s l N
2-methoxyethanol N 00—
etox \\\f‘n”
> %
Na)CO3 /\‘ ot
™
L -2
&Y 45

[0109) 424t — K MEHE - A1 A L& #5145 (852 mg~ 1 mmol) -
fl& 1 43(562 mg - 2 mmol) ~ LB S mLEJ 7 = B (glycerol) «
% EEBRERKEAEBRETALR I REMHRE200C -

R REASNES S MR ERE T =R 0K E R - &
% IE R % > DL Z B 7 B (ethyl acetate - EA)R 7K I % -
W LLE R BT AR A BEEESBLAYAX) - kil
K JE ¥ K JE =40 F BT
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s | ~ S\ [ s | N
\ \TN\‘ 0 % m \ \fN\
Ir + \r glycerol ;Ir
- Q -
" 2 . E&143 - -3
A5 - HBABAEY 0X)

[0110] % HEEAKEBLEO-TOUMEESH
B 4 (Thermogravimetric analyzer » TGA)H Ml 5 2 24 52 i &
(degraded temperature « Td) » f BAIE 1 AT - B4 » 5 Bl 46
EREBLENOIOBER-EFEF BERATRES @
107°M) » B H 5 & % (Photoluminescence » PL)3 5% » #& &

s IFT /R -

HIRRE(Td - C) |[FRR I E(Emission Apa ~ nm )
THEB a0 421 560
RSB eHI) 444 556
FREBE/LEHUD 413 552
FREBAaYIV) 435 528 ®
TR EYV) 403 534
[0111] %1

[0112] ERE1GH ; AEFEHEAACERSBELEYHEAK
%7 Y8 FF (degraded temperature ~ Td)® K 400C - R L > X B
MEeBLEWHEBEGUAETNETMA - L4 > BRI1A
o BEHESBLEWOEEL -F E BEW([3,2-c] it ©E
(4-phenylthieno[3,2-c]pyridine)Z & 58 L IEE R B 560 nm(E
MREXMBEXEME) MEABHAFRLRcEREBHLEWHES -
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EEBEBB2-cREEMEZFBE LS HENE WM&
ET)RARBW@D: EESBASHAVIR(V)) HEHAEFH
EETFTEMBNAABEE -  BHRR  EHESBLEDAV)
B (VB B 5@ Bt & E Al 4 5152 2 528nm K& 534nm » A] /E & &k 6
B O w1 K -

[0113] EHHFBLEE

[0114] F2REIE  RES—FEALABPERRCEHH
HEBIOCHEEBAEE  ZARBALEBEIBE —HEE

‘w~—T%@M~—ﬁ%EﬁM&—L%@w SRR A
BEI0A B L&k - TR HNEEHFALARBHLEE  -ZEE
e EREE BEBRER HPEBER FZTEEI4KLE
BRIz BRI BIAI R ~ & -~ ~ 88 >8R -~ - & -~ 8 - & -
-~ - B E ALY ATO)  WEHESK LW (AZ0)  HimE LD
(AZO) - EEFEZO)REFES MEBR ST BEKE - 8
HRBERMARXLCERENEAR -4 ZTEBI4R LE

@ EEV—ERATERNIMEE -

[0115)] EBHXETIELBE—HFHE > TELE — B
AEAR - —BREHE —EFHEHE —EFEABXRE
g EFEENE REFZVREEES > ZIBLET
e FEREABHMEEREAANMNZCEREBLE -BEZ >

EEBAETICh  ELOE—BEASEERSBLEY -
(0116] MEARPR —BHH A ERBABBETS —
BAEERBERSE MABAERBEXEBE LB R ETIAS

—BAE - EZBHEEES —ETBost) TR R —B XEBHEM
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o TS B L B A R R S A BB AT BB R (DFT R S 8
CEHBEBLEY  LEBAXBRBEHELRNENL BBEAH
HETRFERACEEBAMBRA B THEREE > &A% 5
ity ElEBLAYEFT SR BREMB B WA
BRGBEY v BER FIt BEWIBERBZZSHEEMA
BHCEY FEREMEARHEEZIKRE

(0117) B - S REABHF R ERBLEE - DT
EHAREE LA ERA TS ERSBLANERBREN
B WNEEEANB)ReH(EILE) SR AR EL @
B OBBERBEEE -

[0118) o #5 4110 : & B 3 L £ B (1)

[0119) FERATHERE AR RZEBEUBTRERR
B8 (E B A A S L85 (ITO - EE B 150nm)BE 3 £ K ¥ 18 - LA
FRBEMKE > RBEUV-OZLONEFT KB3048 - % > E
J=:| PEDOT(poly(3,4)-ethylendioxythiophen) 2 EERFEAE
(hole-inject layer) > LA & JJ K € 8 & ffi 77 =L (B & 4000rpm) 2 j3&
S (E S Sonm) 0 REMEAI0C HmonE - 2% K @
10 %torrey B 11 T & FE A PEDOT/E L ¥ B TAPC(1,1-# [4-[ N, N
LT (p-F OE E)IE]EEIE S & (1,1-bis[4-[ N, N' -di
{p-tolyl)amino]phenyl]cyclobexane)* JE & £ 35nm)  TCTA(4, 4',
4. = (N - B W E )= E E B (4, 4, 4'-tri
(N-carbazolyl)triphenylamine))#2 5 & i 6 157 18 2 6 # £ & 1L
S () (TCTARE#EBHLAWONEELLFIS100:6 - EE
£ 10nm) + TmPyPB (1,3,5- = (¥ - MLk 0E -3 - % - % & )- %
(1,3,5-tri(p-pyrid-3-yl-phenyl)benzene) * & & & 42nm) - & 1k £
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(LiF- EER0.5nm) s RAI(E E 5 120nm) > £ 5 1% 5 5 #% %
HEREN - ZEEBBALXEBOZEBEITERS
ITO/PEDOT/TAPC/TCTA: E # & B 1t & % (I) (6%)/TmPyPB
/LiF/Al o

[0120] 3 - DUME 51 (LS110) R & & 5 (PR655) ¥ 75 % 5
ot 2 & (1) 17 & B & )¢ (electroluminescence » EL)J 3 & & 34
#F Ot g {E(Emission Amax )&l - R RPH - R EBEEWEHE
MR ZEER2-

P [0121] B HE 11 - H # 3 SL 2 & (1)

[0122] I EMEHI 102 AHFE H X EFT » (A5 5 #E B 10F7
R EREBLEYWOLUERSBLEWADIA » B3 5 #
FHEEA) - ZEBBAEBIDZZEB TR TS
ITO/PEDOT/TAPC/TCTA: 5 # ¢ B 1t & ¥ (1I) (6%)/TmPyPB
/LiF/ALl o

[0123] #23% - UM EEH(LS110) K & & 5 (PR655) % 7 4 5
ot B (IDE 17 B B & S (electroluminescence » EL) ¥ 5% 7 & o

.g’;&ﬁ%m%@(Emission Amax )EH  HRBAK - REEZEHEE
mRFERE2- |

(0124] EHEHI12 © 75 3 ¢ % & (111)

_ [0125] N EMBI IR FRET » BT M LT
RAEFRAEDBREENAR > SR ERBLEBON) - ST HK
HEBAINZEHETERFES  ITO/PEDOT/TAPC/TCTA: A # 4
B &% 1) (6%)/ TmPyPB / Cs,CO;/Al «

[0126] #23 - DIMEE 5T (LS110) R & B 5t (PR655) % 4 # 5
S #EE (1) 1T B B & S (electroluminescence EL)J 5 & £ 4
K& fE (Emission Amax )2 - WA  REEEWEH
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ERESEEL -

[0127) BHM13: BHFAEEAV)

[0128] 14 9% #6581 102 #8 [ /5 = 2 47 » 1B #% & 5 B 1057 &£
My EREBLawOUERSBLEDAIDRA 53 HF %
BHEBAV) ZABBAEBANZIREBITRTR
ITO/PEDOT/TAPC/TCTA: & # & B & & ¥ (I11) (6%)/TmPyPB
/LiF/Al

(0120 2% > DI #E &5 (LS110) & & B 5F (PR6SS)H H B &
e 5 78 (1V)E 17 B 3% ¢ (electroluminescence» EL)3 3% & & 5
% S I [ (Emission Amax )E W - WK EH - REERWER
EERFBEEL-

[0130] B #6614 : B #8 B L& E (V)

[0131] 40 ¥ 3681 102 #8 [ 5 = 6 77 » (B B 56 B 1057 6
My ERsBLEOUEBSBLEDAVEA &2 F R®
BREB() FERBAEBWVZIEBITRRRE
ITO/PEDOT/TAPC/TCTA: & # & B /L & % (IV) (6%)/TmPyPB
/LiF/Al -

mu1%%,uﬁgﬁ@MW&@gﬁwmwﬁﬂwﬁé'
S 85 7B (V)Y 1T % B 4 Y (electroluminescence » EL)Y 7% iZ & 58
%5 ¢ 1% {H (Emission Amax B ¥ - A - ROEBERGER

ERFESBE2

TR | TR | REEUEE
(Cd/A) | (Im/W) (nm)
FHEHLEEED 38.4 24.1 557 (0.48, 0.51)

C.LEEEZE
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- ARBEMKE

TS L EERE (1) 74.6 46.9 556 (0.48, 0.51)
FHEES LB () 73.6 66.0 560 (0.49, 0.51)
s sEEay) | 67-6 38.6 556 (0.48, 0.52)
TS SLEETE (V) 48.8 30.7 528 (0.38, 0.59)
[0133] %2
[0134] HR2TH - ARFEMAECEERBAEBHL X
WERETZEF24.1 Im/WH K E(ETH % E S 1,000 cd/m?
T EFEAAREBALASYWOEADERBLEHRLBEY

B  TBCERBALEERESELERBLES - 14 > &
UHAEMESBLEMIVIES B LBH LB EMBE  ARE
4 - EHBEH B2 BEREMEC X E FNERNETFESE

TR EERRBLIEETEECEN T ABE - B3 KX
ERBEERE LN FRBFLEEMDRKEEHFELEE D
FIERAMNBSLERNRKESE  HERBLEE DML - 19
RYPRGIMBRERKL.414F -

[0135] EMEBI15: AR FEHERE (VD)

[0136] BEAFMERE - Al RIZEBEUEBETEIREHE

E%{’E%E}’J%ﬂgﬁﬁfg(ITO~ EERSISOnm)BEEEEELS - LU
RHBAEUV-OZONET R B30 & - & & » &
i PEDOT(poly(3,4)-ethylendioxythiophen) & & & 1 & A J&
(hole-inject layer) » DL & J] K fig ¥ & fi 75 = (FE H 4000rpm) T B
BEE(EESS50mom) REIMBIOOC FHFHFIONE - X% 7
PEDOTE LULIBEM AN K —FHXEB(EEHH30nm) AK
ERBBrXEBNEMESYWE S * TCTAM4, 4', 4'-=( N -If ¥ H)
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= % E (4, 4', 4'-tri (N-carbazolyl)triphenylamine)) + DA K&
MeBLSWAD ERTCTARE#E&BLEMANMER L
B 55 93:7 » Y5 HA B 7 (chlorobenzene) S H f - & » EHH/E
o o = ow @ 0/F H B B TmPyPB
(1,3,5-tri(p-pyrid-3-yl-phenyl)benzene - B B #3 3 50nm £ & -
MELIF(EE S Inm) - RAWEES1200m) - HEBRERZH
MEBLEEBWVD - IEBEBHREBVDZCEBITRLSE ¢
[TO/PEDOT/ TCTA: # # 4 B & & % ) (%)
/TmPyPB/LiF/Al e

[0137] #$:2% - DI EE(LS110) K& & E 5T (PR6SS)H A A
e 55 = (V)& 17 B B8 % (electroluminescence BL)J 5 & &% &
5% ¢ & B (Emission Amax )& Wl - HWRPHR - REOEENEH -
[0138)] Z#LUEXRBEEERERBAEE VDR AFRE
L AR BLAMEEHETHNERE (EF BT
BloEAkle whHBi N ESWERE) NETHREZELEMH
(B TCTAYH GRE - EUBRUBERSES CH B FHEE (1)
B T % % B (F£ 1,000 cd/m’FF )] DA F) 13.5 Im/W - ®
[0139) BEARABHWEROA L ELEHCBEMN L > BHEX
RN E  EAFBRMERTESBEEANRE  EIRELRE
o REmEmEN  EUEES - BAREBE - 4 AFEWEL
REHETRBERAPEANFMLFEETROTHHERE - BEH
BivE WEER - EEB - FERSR FARMBRWEERTASR
BEMGETRABURERNATEEETHRKAFRAONE
oo . BUE  WEMAR - HE - FERFR > RETLEL
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L \o\ﬁ‘flﬁf#}?ﬂgﬁz@)
B B 3k B 6 B P B 6 k45 AF IR 3 B 500 18 k5 R A B TR BB
ABOEEE - [ ABH Y REEEAE RN - MR
B WEMAR BB FHERSE B S—wHEAEES
REBMERS > LABEy REGEOOESEHEIHNGE
BB 06 B 6 4 2 -
(RAERE)

[0140])

10 ERFLHEE

12 HE .

14 TEE

16 BB KL

18 EEHR -
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103141945 5% BIEHAE:104122 — —o———  fEIE
: [ R TR o |
J g*a-ﬁ’(i)/

. HEHFIEE

1. —EERESBLEY  EREEAOATZIERS

ZIS

Ir

3 R (D)

f o RUBE HBIBE - Cluakis - CooBEE » Con
WE LN Co n EEE  RMEEEBILBE - BEK - Croofts -
CoroBBIEE -~ CoLnM B RENCo B EH - |

. MEHEAGESIEA A EREBLEY PR
FEEBETEE FE - -ZE FE -BRE ETE AT
. OETH -HTE RE COX- -BOE-  BRE FH-
HE e EECBEE OREE -

D MESEAEESIEAAZEREBLEY  HPR
FEHBUBE B FE -ZE -FE BEREETE-
mTE CBETHE - MTHE kE - COE -BOE BRE-F
BRHE - EE KR OBEE O RZE -

4 MeSEAGESIEFAACEARSBLEY > K
e BLEWERERADF R L&
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% 103141945 5% . {EEEA#E:104.122 {EIEA
)”
— — (9% m/ﬂba‘/ 'E'ﬁxt)
“Ir
/
— — 3 = AD)

HF RFSEHBILBE  NR CrLofiHE Co BEEE
Cs. /T &~ WMCe.2 5 HE -

5. MEAFEMEEFIEMBECERESBLEY » HFR
RELEBILIBE A -FE ZE RE -ERE CETE-
WTE -ETE -RTE -XE -CE ECE BEXE - ¥
HRE - +KEFKE - BEFEE - REE -

6. MHEFENBERBIERMALZEREBLEY  HF X

A B & Bt & m & - -3
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%5 103141945 55

3

. MEHEAEES VAL RSB EERE
EREBLEWEEERADFRZERE



1’526%1803141945 A . E1IEHEA:104.12.2 BIEA

/% lllé(lE
— —_ ( >‘f‘t(zﬂzzﬂﬁ%g§w

Ir

3 = (I11)

HfF RFESEHBLBE BHE - -CiobtE CaoBitE
Cs. 55 & » HCe.2 5 HE -

8. WMHFHFAEEFETEMEZERESBHLEY » HFR’
REEBBILES & FE -Z2E -RWE - -BRE LT %
MTE -ETE -MNTE KE -CE -ECoCE -BEXKE ¥
ERXE - TITRE -FE  BEE - KEE -

0. MHEFENLERAFTEMAZEREBLEY  EF &

/= #®% = B 4 & # 1R
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=5 103141945 5F {&1F HHH:104.12.2 : BIEA
4 F ey
(L {(L}]Z “;.H(\é
B sw| |
N\ N
Ir
/
= |
A
L F o,

3 E
10, MAFEAGEES BT EREBLEY > HF
“*75%%%T&A%%Eﬁ'ﬁ(l\’)ﬁﬁTZF%

Ir

3 H (V)
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2 103141945 58 BEAM104122 —— ﬂ%Ez{:

(o% (ZZ 3 ”\

Hep > RMBFEBEBILEE ~ Crookt s ~ Cs.oBIE ~ Cin
HEE - RCe.n EBE -

1. MHFRENGESZSICERECEEESBLEY  HP
RFREBIBSE  FE - -ZE WE -BERE - -FTH- f
TE -ETE HTE -XE CE BCOE -BERE - FH£-
ZeH o Pl FEBEERE O REH

12. HFENGEEIOERLcEREBLEY  Hb

| 5%
at
23
K
i
Ry
op




1526448

£ 103141945 5% , {EIEHHA:104.12.2 {BIEA
L 0 :’f JT b ‘k‘)
\,,{.Q boer 2 _;Ql 5«.?&+ |

Ir
v

3

13, MEHEMNGESIERLZERSBLEY  HH
ZEREBLEYREEANVFARZKER

- SN W42
RO RMEEEHBIBE  HE  Clofi®  CaoB it E
Crn B E ~ KCe. BB -

4, MESEAGESE BCEFL 2B RSB LEY  HF
RGEAEIBIESE & FH 285 FE EFNE-ETE.
TR -BTE MTHE XE S BCE BRE ¥
HooBE . L OfEE - KR BEE - RNEE-

s, MESEAGES VEFL RSB LEY > HF
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% .

ZEREBLEWR

3

16. MHAFBHENEEFIEFfMAEZERSBLEY > Hf
ZEREBLEMRESRX (VDR ZERE ¢

Ir
/

3 (VD)
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58 103141945 5 oo {l%IEE],EH:104.12.2 BIEAR

PRSI ) S
HMFHEE - HCenFEE -

17. MEFEAGEEEBEAEZEREESBLEY  HH
RGZELZEBIEE  FE Z2E WE BRE -ETE M
TE - -ETE -NTE XE -CTE - -BCE BXRE-FE -
RE T REFE CBEE - REFE-

18, MEBHEMNGEEICEMRIAREBLEY ¥

3

N
19, —EEBBEHREE  QE
—HWEE MR
_EmBLET REARNEEIE  HAXEHEBX

ErEEREEAEES AR R AREBLED -

20, MEHEABES OERLZERBEREE  LP

N

9



I5264%?03141945 5% fEIEH#A:104.12 ] ¥ {EIEA
S i

FRBFALAETEE BB ABALBLE —FTEM K
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