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AAld 1. 39E 19 FA4.

Br Pd(PPhg), Br_
Ly - KCOs 1
DME =N
Br B =

HO™ "OH

2-¥d-4-B2RAEde] FA4. UuEAE 100 nL ¥ = 40 nl F 2,4-YE22ZEIU(10 g, 42.21 mmol),
HIdREZA(5.1 g, 42.21 mmol) ¥ ERAFZF(11.7 g, 84.42 mmol)9] EIES A|ZsITt. A7) 3 A
£ 30 st AR wWaEHEelth. ojojA, HEZI|A(EAdEaA)ZEE(0)(244 mg, 2.11 mmol)E H7F8h
a, g7 EFES AL sl SRE WA hdEin. 4] ERES WA AL ol EALE 2 B2 3]4E)
Stk A7 TE BEAI, TS oMEANER FEEST. AV §1F5S AR AFeta, ket
F 4 W, dA7)aL, SHAA FFES AESAC. A7) AFES 0%, 2%, 2 5% ol EAtE
= Z% aEntEaRI el o5 FASTE. A A 4.28 g(43%) S TSI

Br I\ Pd(dppf)Cly CH,Cl, 7?04’ l EN
=N . O\B B/oi KOAc =N

BT 2M

%% VET

2-9'd-4(4,4,5,5-6|E&|E-1,3,2-t] AR EF-2¢)HEd 9 &A. ]S4 100 mL T 2-dHd-4-Hzwygd
(4.28 g, 18.28 mmol), B]A(JUZHE)IURE(9.29 g, 36.57 mmol) L o} EAZF(5.38 g, 54.84 mmol)<]

w-0O

THES ARG, 7] EFEA AAE 0% T A WEHSY. dEEE[1,1-H2Adu A (HHd
o) ZHE(0) YUEZZM|EH(448 mg, 0.55 mmol)S #H7lsta, F7F 156 & &< A4 HELSINUY. 7]
W EES UF 90CTE 7rEaklth. 1 AIZE &, wkrgo] gnEder, 7tdS FA . s SUAA
dEs AESIT. 47 24 200TolA Kugelrohrol o3 AAsle] #ZFe] vA(FJUZHE)HEES A7
Shith. Bd® o] dol e FFES oMM EAH &a|A7]a, et adES T8l ofFA7IH, oM E
cbld 2 AAsta, qdRES TEAAY. v dAlA ZeEE vkel 2o ARESIY. AEEe AAE O
2F 4 go]ATh
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2N ITCl3 /
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]

PPY o]ZFA 9 A, dsteleF 14.7 2(0.04 mol) 2 2-vdTe]d 26.0 g(0.17 mo1)& 1LY T wheh Fehx

o] Fatodeh. 2-cl HA 8 300 ml B E 100 ml & H7MEATH Y] EFES Ah 2917 shlA whA)

FFAAG. d2om WAND F, HAdEE AL, e R AAsgln. dx F, olFAl 22 g5 5
¢l

-OTf
S

- —_—
r ~OHCHs
“OHCH;
2

EFZHYoEY FA. oA 22 ¢& TF==WE 1 Lo LIAAT. & EFZFHOlE 10.5 g(0.04 mol)S A
7] &l "Itk oloj A, WEE 25 mlS MUY V] 89& 5 AR ek ek ] g3k

< ARG, A7l BlE ST AEE 26 g& FESIIT. A7) aAlE F7F AA glol v gl
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FFE 19 A, EFA 50 D E 5ul F A7) HEA o2HE AFA0.92 g, 1.18 mmol), BERXHA
(0.6 g, 3.54 mmol), 2-TAEFZANAE AN =-2" 6'-THEA B HL(19 mg, 0.047 mmol) Z A3 2-25(0.82
A

g, 3.54 mmol)E& Egadnt. A7l EFEC A AAE 30 ¥ B¢ mEHE T, Ega(guiZ ol E)r
ZH5(0)(11 mg, 0.0118 mmol)S H7}ekqdth. 571 5 B B¢t daw WEysla, ojojA Ay v E3Es
Az doll 1 A7 B &72 7ME38gitt. 7] EFES WA 7]a, LAx A a7t AAs. v A
E A 7|aL, Fitke] os] AFS F, werER M FHS. o T Ee dF uAv Y, dHES T
Al71aL, HwEeES AH7FsHTE. o B QU AL oAFEHJT. BE AAE 506 TEEREZHE/ Ao R
|7l 2 A2atE g o8] AASh. 7] 3= 280TColA 538FeltE. 0.53 g(62%)S 53t

ek,
AN 2. HEE 29 FA.
37 FHe olgstel SEE 28 Az,

Br Br
D Pd(PPh3)4
| K,CO =
N s, L N
DME Zz
Br 2

/B\
HO™ "OH

2-¥d-5-E 2Ry gde §A. trEAJoe 100 mL ¥ & 40 mL %‘ 2,5 ‘:] 2r929(10 g, 42.21 mmol),
ﬁﬂéi%*&(f) 1 g, 42.21 mmol) ¥ ©AFZE(11.7 g, 84.42 mmol)e] EFES A Z3FT}. A7y &E3Ed FAAx
= P AR HEFEiT. ololA, HEZT|A(EYH: iiﬂ)é’ﬂ‘r%(O)(ZM mg, 2.11 mmol)E H7}s}
i, 3] %?&L%% A4 e SRZ HA ZHEESitE. Y] EFES WAATI I oA EAE B B2 FA 3}
Stk A7 TE BEAIL, TS oMEANER FEEQT. AV §71F5S A5E AFeta, ket
!ét A

ol A Ax2AI7IH, ofHA7]aL, SEAA AFas AEsdn. 7] AFES 0%, 26, B 5% otEAY
/Ao w g7 29 ArrtEH e o] FAEltt.
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Pd(dppf)ClyCH,Cl

r
=
e e O
o) o) o

[0249] 2-9d-5-(4,4,5,5-6H EgtE-1,3,2-t AR E-2-) F D9 FA. t]%4F 100 nl & 2-9d-4-H 2 w3
H(4.28 g, 18.28 mmol), H]A(IUYZSHE)TRE(9.29 g, 36.57 mmol) X oA EAFZH(5.38 g, 54.84 mmol)
o] E}ES AxTt. A7l EFEC AAE 30w 5 AR HELDSSS. HEEE[L 1 -HE2AdH A
A X)) |25 (0) HEZ2 8448 mg, 0.55 mmol)S 78Tt 7] s EFES UF 90CT=E 3 A
7F Eet stk e FEAIA QS AESATE. 3] 2 Y& Kugelrohrell o3 AA|ste] HwFo] njx
(AUFHEIHRES AAS . Bdyg g Hol e IAFES oRHEAdE &ajA7]L, Sintavlas
e AFAIZ|IH, ofNEAER AAeta, AAES FLAZAT. A7) BAES e dAlA F7F ZA §

=
o AH&E 4= AT

[0248]

[o Npe]
B
_N \ OTf
|\’°_
[0250]
[0251] HEZA gz Z*?iﬂﬂ A, oEE 100 nl F A7) EYZYOEM.6 g, 7.11 mmol) Z 2-#Hd-5-
(4,4,5,5-H|EgtiE-],3,2-t) SA RS T-22) 9 gld(~4 g, ~14.23 mmol)9 EFES A X3k, A7) &3t
S AL 3§ FFE 24 AZF 5ok 7ML ) f0E SEA7|aL, dAbe HRsIT. 4] aAE o
A 7]aL, o] FAto R AHENT. Y] nAE gEREdeor fAY|E ZY gEvEadgdR ZA3
I A8 Weass Hrbeio.
& 3
| O 7 ] Br Pdydbas, Q’M;;ome | e 7 |
AN /N\ N Na
I + Ir/
KsPOy O
2 s=20/8 2
sigts 2
[0252]
[0253] BFE 29 FAH. EFA 50ml L B 5l F A7) HEA oﬂ H2 A3EA0.92 g, 1.18 mmol), RER=R=R B |

(0.6 g, 3.54 mmol), 2-CIAZZIALEAT-2' 6
g, 3.54 mmol)S T3, 7] EFE AH AL
Z+E(0)(11 mg, 0.0118 mmol)S H7}steich. 37) 5

"
i)
=
it
>
Z

v ose dew WEYs, oo ”71 We EE
A% dol 1 AL B BRE LA A7) EFES IR, 2AAN nAE FYRA. 37 1A
g ofgsla, A os) AR F, AR AR, 47 nAF 506 IFREAE/ALoR FeA

7l Z&d AzvkEIg e o) GAlskltt.
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[0254]

[0255]
[0256]

[0257]

[0258]
[0259]

[0260]

[0261]

[0262]

ZIHSd 10-2017-0001740

AAld 3. B9E 39 FA.

r | ~ ” |
=
I /\N Ne | i\N =N l/N\
<Y — r
N
o) 2 “
2

o s
Irppy 37HAAE(0.70 g, 0.90 mmol), 2-BEZEIHH|T( 0.71 g, 4.5 mmol), EF=(vjdldgdolA &)t
25 (0)[Pdy(dba);1(0.01 g, 1 mol%), EZAZZAAELAT(0.05 g, 0.18 mmol) = #3125 (K3P04) (0.7 g,
3.3 mmol)E 100 mLe] 3% T vlg ZExFd AFFYSAT. EF< 40l 2 & 10 nLE 7] g &7
of HM7lstdct. vl EEd s HH 1 AT St tﬂ%%f\] 7 7] by EES g7A A ] £
S 2 AZF B9t BRE FEETt. W7 §, A AES oJIA7Ia, FstERle &A1, o]F o=
A dshrg R #@4H50:50) ] &l A7t AL o]&3te] ARutEIHT A Y. FHd FLVE ]85t
LS AASL, AHES AF ol AFAA AAE 0.6 g(90% F5)S &3},

AAle] 4. 5HE 49 FA4.

Ir:

Irppy SZHAE(1.0 g, 1.3 mmol), 2-B 223 Y(1.01 g, 6.4 mmol), Eg=(t]dldgdolAE)t)ZeF
(0)[Pdy(dba)s]1(0.05 g, 1 mol%), EYASZHAAE2HA(0.08 g, 5 mol %) L A3A2ZE(KPO,) (4.0 g, 19.0
mnol )& 100 mLe] 3% F< wie EekzAdd AFFReet. oS4k 50 mL B E 10 mLS 7] v 871l A
7hatitk. A7l 2FE AAE AR 1 AE B¢ HEFAA Y] vE EFES @AY, Y] &9
AIZE Fe BRE JFdagith. ¥ 3, AV AAES AFAIT I, dshiEdle] &AI7IH, o] TSR A
st R A 4H(50:50) 90 o8] A7t AE o] &3ste] ARmELHI AHYEArt. W FLVE o] &3
E AAs L, BAES JF 3ol AFRAIA BAAE 0.8 g(86% T8&)S A=33IT).

AAld 5. 39E 59 FA.

=
o I S, I =N /N\ |
=N /N\ _|_ | p Ir
Ir: Br
2 =2
2 B/O —
=

Irppy =7FAAAE(1.50 g, 1.90 mmol), 3-B.EXE]3M(1.61 g, 9.6 mmol), EF (WA g dolAE)t)Eet5
(0)[Pdy(dba)s1(0.02 g, 1 mol%), Eﬂ}\]e AAEAT(0.04 g, 4 mol®) H A3A2ZF(KPOH(1.2 g, 5.6
mmol)& 250 mLe] 3% &t wpe Eekiae 741%}%0 Stk E54l 100 oL % = 10 mL& A7) §HE 7]l
A7V, 7] EEd AAE AFH 1 AIE 5 HEHAA 7] vk %?}%% DN, A7) §ds
2 Az st R JMEESiY. W &, 37 *3*3 S A7, Ao §IAI7IH, oo EA

AR AAH(E0:50)0] Sl Ao AL olgdhel AmvhEds Ash. HA FUAE olge] &
_]

e AAsL, BPES e stel Ax=AA A= 1.0 g(74% +8)& =330
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[0263]

[0264]

[0265]

[0266]

[0267]
[0268]

[0269]
[0270]

ZIHSd 10-2017-0001740

AAld 6. BHE 69 FA.

I A Z ] i S,
ZN Ny
lr/ + BrLG
2 $/O
Og

Irppy A E(1.50 g, 1.90 mmol), 3-HZEEJ}YZE(2.0 g, 9.6 mmol), Exﬂ/\(\i] A g glo} Al =)t 2
2+5(0)[Pdy(dba);1(0.08 g, 1 mol%), EZAZFZIANAEAFA0.2 g, 0.5 mmol) = A3AXZH(KPO,) (1.2 g,

5.6 mmol)S 250 mLe] 35 T vle ZElaFo AFHFYIGE. EFA 100 mb 2 E 10 mLS A7) vhs £7]
of A7EA. A7) EEC] A AR 1 A7 S HEIAA Y] g EFES EVIAHG. A7) &9
S 2 A7 BoF BFE JMGEn. W7 F, A *Mﬂ%% AHA 7)o, A &A1z, olFHoR
A dgtdg A dak(50:50) 0 2ls Aelgt AL o]gste] ARmtEIHY HYsrt. Fd TS o] &3
Sl E AASIL, APAES AT st A=A A AAE 1.2 g(80% &) AH&Esiglt.
AN 7. FFE 79 FA.
X
N B(OH), LN
LN —+ —
Br Br
Br

2-(3-eErdd)dade 4. 2-22298U(75.0 g, 475 mmol), 3-EEEFHIREAH(104.8 g, 520 mmol),
Zo}g olAHO|E(2.6 g, 2.5 mol%), EYHALEAA(5.37 g, 5 mol%) % EHAFAE(196.0 g, 1425 mmol)ES 2
Lo 3% &t e ESkage ?%‘o}aiv}. HeEAl o'k 500 mL B0 500 mLE 7] &kl
A7ren. A7) 98 B3 A4S 30 B 5o WEHEta, oo Ay §98 A B slolA 8 Azt

% d

= =
EoF BRAIZAT. ololAM, wkeE A2o® WYAATIAL, fUI1%E 7] FAReRSH skt %71 T4

S dEoAH I ER AHsta, F7] EF/FE wigsta, rbulavldg Aol AxA7IY, A &WlE AE 3
of AAsATE. A7) AAHES gydorA odolAEo]E = Ao o A@I} AL o] &5} EEH}EJ
I ARt 7] E AAS B 2 84.0 g(76% &) A&t

o o l X
| = B-B _N
ZN %] o
O.
B
Br C‘)

2—(3—(4,4,5 S5-E|EFHE-1,3,2-H AR E-2-d) ) v ed e 4. 2-(3-BERed)ved(25.0 g, 107
mmol), B]|A(IUIHE)IURE(54.2 g, 214 mmol), Pd(dppf)sCl,(1.0 g, 10 mol%) = o}MEAZLF(31.5 g,
321 mmol)E 1 L] &< vier ZeksAel F9lskdlth. olojA, "4t 600 mls 7] Eek==0] H7hsksitt.
A7) e EghEel Ee daE 1 s, oo A7) FEhaaE dAa

T 90CE 7tgetlth. A7l UsakE sld FRvIE ek skel AASAT. AT ¢
400 mLell &3A]7] I} A

stell AAste] FA AL HH. o]olx, V] BAEE
g(77% F&)<& AH=E3t

K
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[0271]
[0272]

[0273]

[0274]

[0275]

[0276]

[0277]

[0278]

ZIHSd 10-2017-0001740

Irppy THBEES FA. Trppy EEWOlE7.5 g, 25 mmol) % 3 2% 2-(3-(4,4,5,5-H EevE-
1.3,2-t A R E3h-2-2) o) 2] T (21.50 g, 117 mmol)S 2 L] 3% F wpet Sehadel] Folailv. 42
600 nLE 7] WHg EFEO] AUttt A7) EFEe] AAEs A 1 AR S MEIAA Y] wg EF
B 7R oloA, Y] e EFES WA FFARATHAET] e EFE] T exE BEY). F
18 A, 7] AdES 7] e kg EFERNE o] HASt deow WAL §, olhxwg
£ 200 mLE F7bske] 7] Wb EFEENEH US B2 AAES JAAZT. ool Y] e EFES o

= A= AAE A, oA g7 AxAA A

HA7)aL, A7) BRE A RES olaZdER Al e (3]
AE 12 g(60% +8)S AFE3HS

e 79 FA. Irppy S7HAAE(0.50 g, 0.64 mmol), BZF Al

EAAC 0.5 g, 3.2 mmol), E (w4 do}
AE)YZ5(0) [Pdy(dba);1(0.006 g, 0.0064 mmol), 2-TJA|Z=

E29x-2" 6" -t EAH] AL (0.10 g,
0.025 mmol) 2 A3AAZEF(KPON(0.4 g, 1.92 mmol)S 100 mLe] 38 S vt Z2To AFFASAT.
S5 40 mL B & 10 LS Z7] W &1l Hbednh. Al &

&7 W = At A7 A& 2 ARE B BRE 7 .
A GsteE A E(50:50) 2] @l

mﬁ”\
K
>«O‘I

f
®
p‘h
32
°

27

H co
Br 3 O Ha
| = Pdy(dba)s —
AN O~
Br B KsPO, N
HO  OH s20
=

2,5-geEdEgde] 4. 2,5-t2 2RI W(10 g, 42 mmol), LB E2H(13.4 g, 110 mmol), TIAZ==HA

~— =
g

(2',6'-OHEA 0 Hd-2-9) F 2 (S-Phos) (0.7g, 1.6 mmol) B SIAZ-F(22 g, 105 mmol)E =<l 200 mL
2 2 20 nLolld EER. A7) EFE AAE 308 5o AF wEHE3. o]0l Pdy(dba);(0.38 g,
0.4 mmol)E H7lstaL, 7] EFES A 3 2 A 5¢ SFZ Hdsisith. 4y EFES Y47
F715S w8 3elTt. }6 7l 7155 R A, 3vtdlg A XA, oFHAI7 I, FHEA|A
FES AEST. Y] JIRES 10% oHEAY/FMGo R &EA7]= 2 ARZuE LT 4611 A
ATh, AA Foll 2o AHE 7 ¢S 53U (91.8% &)
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[0279]
[0280]

[0281]

[0282]

[0283]
[0284]

[0285]

[0286]
[0287]

ZIHSd 10-2017-0001740

| S
@ " ®
=N
\ | ) O | N | N X 2
) on % 2N 2N Y N )
A, f =
PRAN Hes ' i
s : <
2

(B1%) (4.9%)

35HE 29 ¥4 47

] EgZHolE HAFA(2.5 g, 3.5 mmol) ¥ 2,5-tH<LdZH(2.4 g, 11 mmol)E
o LS 200 mLol| A E3&3) Z

H
U A7) ERES Aa sl SRR 24 AR < THEEsiT. @ ol A gl
=]

FAF AT, F7] v EES AFoE S& Fd AAHY. ] AEES dEE 2 Aoz A
ok A7) 2AE tEFE2ued &3A17]a, YEERRd ey dis 1012 ol &3k ZHd o AAlsiT).
7 A ol &5 AAPE 1.2 g& 53T, (HPLC &% 99.8%)

AAd 9. BFE 79 Oi% FA

s Uet gHE ol B3l

Lot
ot
i
\}
il
é
BN
p‘g
3%
v

3%)

6%)

A7) olglE ETZHolE AFA(2.5 g, 3.5 mmol) E 2-(H]HL-3-)F & (2.4 g, 11 mmol)S ok 200
mLol Al e, AV EFES AL st FRFE 24 A B vHEEIT. #F Tl HAEo
FAENAT. A7) g EFES ATolE F& T3 AFAET. V] ALES WEE 9 Aoz AHES
o A7l 2AE IRl &3A7]a, HEREdey AkS 1112 o] &8t 2Rl o3 FAsIt.
sl AA Foll &g AHE 1.5 g5 58k (HPLC <%= 99.6%)

Ao 10. 33E 89 A

\ o 9% N N
4‘/\ [r/
/\ eH HE=

mLell A Egede. A7 EdES Aa 5P°ﬂ SFE 24 AR Eob ZHEsela. S el JAEe
FAHAAJT. 47 W 3 dHAAT. AV ANES Wee B axoz A3}
o 7 aAE "HER zaga S 1112 o]&sh= Al o AASHT.
25 A Fol e A8E 1.2 g2 FSskald. (HPLC =5k 99.8%)

A7) olglw EYZHOIE AFA(2.5 g, 3.5 mmol) Z 2-(MHALd-4-A)J (2.4 g, 11 mmol)= &2 100
23

O

bl
x2

1
>

<

k!
L‘

il OHTI
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[0288]

[0289]
[0290]

[0291]

[0292]
[0293]

[0294]

[0295]
[0296]

ZIHSd 10-2017-0001740

AAld 11, 398 99 FA.

SE=9
A7) olelE EeEeUelE ATA(2.5 g, 3.5 mol) % 2-(n3d-4-)-4- DD (2.6 g, 11 o)< o ek
£ 100 nlol A EFHAT. 4] g%%% é?i sl B 24 A7t B ATt BF Fol FATo]
3 Y ol 32 Fal oz 47 44

B Wwe 2 duon A5
L OZEdes) A4 11w olgshs 2yl o8 gt 7Y

7131
FEE9T. (HPLC % 99.9%)

A7) olg)lF EFZHolE AFA(2.0 g, 2.7 mmol) Z 2-(H]FH-4-)-4-W & T (2.0 g, 8.2 mmol)S
g 60 nLoll Al £33t 47 EdES ?ali st SRR 24 AIF E<t MGt B Fol MAEe] 3§
etk 7] v EFES AFoE T& Fd AT Y] AYES veks 9 d@ito g AF gl
A7) aAE fgEE2dge)] &A1), tER2 vy @S 112 o] &8k ZRlel o AFAsth. 24
A Foll &5 ALE 1.6 g& 53T, (HPLC %1 99.4%)

N S —d
Lo, | g
/ligH > = g Ir/N
% nes O
- 2
e
A7) olglF EFZHE HFA (1.2 g, 1.6 mmol) 2 2,5-vddygd (1.2 g, 4.8 mmol)S o &S 50 mL
ol A Z¥etct. I %’%L%% A4 sl SFE 24 AIZF S JFEEATE. B Foll HHEe] FAFHEAL
A7) wbg ERES AgolE TS5 B3 AHAIFT. Y] APES WEs ¢ didor AT, A A
& fEz2vgtd &3A7)a, tER2v ez s 1112 o]&ste ZHd o AU, 2 AHA &
of &7 BAE 1.0 g& TS5, (HPLC &% 99.3%)
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[0297]

[0298]

[0299]
[0300]

[0301]
[0302]

[0303]

[0304]
[0305]

ZIHSd 10-2017-0001740

S, BEE 1L 7 ] FERAQ GAR(S, SER 7 7] Y SY e go Wd)E Alsls)
oBEE 7 BAPOlE BESI A7 PEe o8 BFAW 7o FHe FoHA raRBYS
FESGT. 53, A7) olelF EYZdolE FRAMES BF 24 s 2,5-udsd g 4
) AR ) AR ks e BEE 7 2 e 2o 2aBdyd 4YEe EFRelAL. YY) BuE
S4e) Ao Qal, B4 Adst A AmvtEadsE o gele]l SEE TRYH 47 ReBEe Pelshs
o
o

] =
@ o @
SN
L. o O [ (Y = &
JOH ZN 2N | \ N |
o " P N
O\ X oes ’ >
. Megie
2

=7 .
(91.8%) (3-1%) (4.9%)

AAd 14, B§E 129 4.

| R
v \ =N
=N
Lo C '
JOH 7
L _
/\ TOH Ole=s

A7) olglg EZEFHCIE AFA(2.5 g, 3.5 mmol) E 4-w€-2 5-t]H I d(2.6 g, 10.5 mmol)S &S
100 mLell A Z3Falginh, A7) E38E9 A alo SFFE 24 AZF Hek rtdeth. S5 Fol AAEo] PAH
Ak, A7) W EFES AuolE F& FIl AFAZT ] AdES vvke B dito R AlFsEgi. 4
7] AAE PFREdgdd &aA7]a, IRy S 1012 olgsk= A o AFAlskich. #H
A Foll e5e ALE 1.2 g& 53, (HPLC %1 99.9%)

=13

] , 8.1 mmol)< 20
mLe] ¥Hg FRo| Fsgid. 7] i FEE WEAD *, A4 S & 33 HHESES]
ok A7) EES A S 130TColA 3HHFE 24 AZF Fo 71 | BbS EFES fEE2v|g
Q@

(€]

4
HEzzdgs dis 112 olgsts Zddd o&) AAsiv. 27 AA Fo o3 =

o
)
o
o
ui
[lu
o
e
)
9
lu
2
-
2
®
w1
o
N
~
2
=
=
5@
&
A
=)
E-)
i
4:>
e
T
T
Z
i
i)
)
w D
-~
Do
o
0Q

-



[0306]

[0307]
[0308]

[0309]

[0310]

[0311]

[0312]
[0313]

ZIHSd 10-2017-0001740

0.98 g& F53k3ivh. (HPLC =51 99.8%)
AXd 16. S3HE 149 F4.

7 N x @
|
N =N Na
\ Il o O Ir/
_OH 2
% —_— O
OH
) ?‘/ y oes 2
~
slst=E 14

A7) olglE EdZHolE HA1A(0.86 g, 1.15 mmol) 2 4-wE-2,5-t#Hdu] 2] (0.85 g, 3.46 mmol)S ol &

< 30 nLollA 3T, A7l EFEES F4 ol BFE 24 AIRF Fob eI SR Tl AAE] ¥4
HAlt. A7) vk EFES A E TS B AFAFET. 7] AEES vWEe ¢ Ao m M FHT
A7) 2AE UFZ2etel] &3iA71, UFZ2vety} xS 1112 o] &3 Zelel 98] AASIHY. 2+
AA Sl =3 HAE 0.7 g 53 Y. (HPLC X 99.5%)

A7 f7] & F 7] EYEEHOlE A ES 4] A2 git=elel

ox o
e
—_
=
2
=)
R

at
>,
e
v}
=

o 0

O 1o

o} o] £3] 1 wke Fol AaPBYsE R Qe YHYBES EFES o)
10, 11 2 149 34 Fell= Fo49l 2auEdo] BAstA GUrh. 37 JAdE T 24 YE FRE

B AgollA 99% FI3let

5t Ag-4-mEn gy 34, AdREA72.9 g, 598 mmol), 2,5-UEZR-4-WEH (50 g, 199 mmol),
2-OAZF2AAZ A0 -2 6'-T/H|EAHHI(3.3 g, 8 mmol), A3AAZHF A58E(137 g, 595 mmol), EF

=
Al 650 mL ® B 150 mLE 2 LY S vty Zekxado] EAE. A7) vk EFEC AH AA2 30 B 5
o B3 F Eya(tudd ol E) g2 E(0)(1.79 g, 1.96 mmol)S #H7bstdth. A7) wkE E5tHEo
AAE F7F 16 & e HERDS &, 7] vhg EFES A4 sloll 16 A7F 5 /2 71Esl. 3] W
S &5 T, AV EFES AL, A FU15E Y] FAEToRRE et AV fU15E 28t
AR Mg & baladlE A dxAAY. 7] 9 AFRAIT L, &lE AF dfel] AASE WA
= G4 aAE AFEshsin. 6}71 Ulﬂﬂ]ae iy Rods EH A2l 7} 7.4_12 o] &3laL o)FFoEA ik F

° Z ko 2 REl AAGAA

»—~
(e]
=
o
o,
)
©m
rz
-3
)
tlo
oo
o

= bl
rir
U
o
LJ
u
=)
m

Lo
&
&
2
1o
:?Q,
oZi
?,
o
38
o
S~
2,
N
o
X,
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[0314]

[0315]

[0316]
[0317]

[0318]
[0319]

[0320]

[0321]

[0322]

ZIHSd 10-2017-0001740

®

=

=N =N CI\ Na

—+ |I’C:|3.3H20'——>

Ir o)FA9 4. IrCl,-3H0(7.54 g, 20.4 mol) 2 2,5-t]sld-4-w|&)2Jd(15.0 g, 61 mol)S 1 Lo B+
ahel Fepage] Fskih MH 2- E A ¥ 100 L R & 35 wle AUMEAT. Y] ERES da
w9171 3FllA] 16 A S9F EFAIAG. Y] v EFES ARow WAL, 7] AHES oA,

- H
AREa olo] Aoz AHANA. ololF olEA 15.6 g(00% £8)E 5.

C SN
E 9 Ag+ FF g_o_
SN F)—50 x H
| F 0 | o~ '\
=N Ny ~N /
Ir Ir\
) SR
2 2y

Ir EgIZYo)ES A, olglF oA 13.3 g& tZFEZmer 1.5 Lo AT, & EgZYolE(5.11 g,
19.9 nmol)E ©o|AZ R & 500 mLell &3HA|7]aL, o]gF olFA] &N HIlstgivh. AHdE EF}ES HAZoA
18 WF St wRkskgink. o]ojA, A7) &A= “‘EM Fea2E B3 st d32s AAskaL, A7l &
e g stel] FEAA olglE EEHCIE 17.0 g& &St 7] AAE F7F AAl jlo] vhs Gl
A A}%okaiﬁ}.
O FFé—:s:—o- O O
[ \N Hb +F © Z |
) T T
T, < ®
2 H O
3
siels 21
SFEE 219 FA. A7) olgF EFZHOIE(17.0 g, 17.9 muol) 2 3 BFFe] 2 5-t]d-4-md ]2 (13.1
g, 53.7 mmol)< 1 Lo T vte Zg~ae] T3, ole& 150 mL& H7bstar, w-§ —E;%L%% 16 A7k
S BFAIFT ARt EE AV Wzt &9 HUtelal, AVl EFES HEgE A 2 in Fol FYEdt.
ojojA], 7] A7t T A& (2 x 50 mL)ell °]o], :AH(2 x 50 mL) oz 23] A|FHATE. o)A, 7] AA
55 YZEades 2t Ayt 4 FeaEs 6 fYAHY. gy gEREdus 1F ’8} 1 A AB}AL,
7 BRES 2-Z R oF AL, oA, Ao R MFHA, AXRAA AEE 9.69 g(90.6%
&) AEIT

Xy, [Cl, KOAc N
(==
= OLKIE &t 2N

NH; NH2

2-o}u| e—4-oE-5-Q Q EFF Y FA. 4-od-2-ol] =T (10.0 g, 81.9 mmol) D I EAZE(8.00 g,
81.9 mmol)S oFAEAF 100 mLol £-3)A] ] L dEo g wHAZ|EA 80CRE 7Yyl M ZEkadd, &
srryZadgo]=(13.2 g, 81.9 mmol)E oFAEAL 30 mLol| &a|A)7)a, A7) whe EaEo] Artsleich. A7)



[0323]
[0324]

[0325]
[0326]
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Ak SE T, P W ERES F7H4 e AW
IPLCA o)a) muUElFsinh, g7) weol ghrd u, 7] W EFES AeoR WAAYL, X} ofaint
EF10 n)9 FEA02 At SMAERES AT 2 obd At Hol &34
v, E3 Nal0,2 FEARATE. 7715% FHAFORNE Relstn, 47 §9E AT s AAFAG. )

7IA AzvtEagy] 2

WAARE 255 oA ENGE /Ao R SEA Aelvt A Y azmstEadel o FAsAth. 27
AR 15 g(14% F8)& F53ATH
[ |
/\© NaNO,, HCI o /\f;\‘
N o =N
NHz cl

2-222-4-d9-5-2 09 de] F4. 4-ol9-5-22 5T d-2-0}(15.0 g, 60.48 mmol)S &F HCL 140

mLell &3fAZITE. NaNO,E & 40 mLell &3fA17]aL, 0CTAA 7] &fel H7paigiet. 37] wg &) 0T

o Az A& WASES FASATE. NaNo, & BFE H7ME o, A7) e Eges AR ke
2 AR ok iselnh. 7] whg Q@S GC % HPLCe els e sty

0C= AYZA71a, E3k NaOHE H7Fske] pHE pH=122 da}3ich. 47

x 200 nL) &2 FFskaL, &vlE g st AASITE. 7] vAA=S S oA EA "/

d azetEadgse s AASAT. A Fol 2B AE 8.0 g(49% F

by
oo
)
>
XY
I
i
Al
Y
i
(N
E_u
[

2 Pdy(dba)s, KsPO,4 x
| SN - L N
= e
=N +

2,5-tud-4-qexade 4. FAdBEA(11.0 g, 90 mmol), 2-F22-4-9]E-5-2 2 =72 ¥(8.00 g, 30

mmol), 2-TIAZF2AAZL AN -2" 6'-TH|EA )AL (492 mg, 1.2 mmol) ¥ #|32A2FEF (20.7 g, 90 mmol),

250 mL 2 B 25 nLE 1 L9 T vlek ZTEaFe UG T. 7] TEE A AAE 30 B Sof
o

E_' J = o
HEHYS & Efa(oildg oA E) ] ZeE(0)(275 mg, 0.3 mmol)S H7Feksich. F7F 15 & < a2
HEYSIa, ojojA] AV Hhg EFqES AL o] 16 A7 St SR 7FEesicth. A7) g g5 Fo, A
7l EFELS WAL, A7 A71ES AV FASeEREE BEEEY. AV f715S X3 99
AZstar, Zabulavlg oA AZRAIAY. 7] 98 AGA7)a, |ulE JF sl AAsI WA 1A
5 AFEEiTE. o] HAAES 10% olHEAE/Ealo 2 LAy At A 2y aEvlEad e ¢
3 AASY. A Fd Aol AYE 7.0 g(90.9% &) TSI

& & 7

=N > Cl N

+ IICl3H,0 ——— > N |r/ I

) 2\0./ 0

Ir o)ZA9 4. IrCl;-3H0(1.5 g, 4.41 mmol) 2 2,5-T)|d-4- &g (4.0 g, 15.44 mmol)S 250 L9

T oAk Sk Fe ‘5}0%} 2-ol S ol Ehe 30 mL 2 & 10 L HUIekTh. A7) ERES Aa 29
71 dell A 16 AZE Fek EFAIZT ololx, 7] whE ERES deoR WAHES sta, FHdES oI
_‘_E'_

] 2 =
5, HgEel o]of, f—;‘—li 2 AFsd. fdx &, olElF oA 2.57 g(81% FE)S F

Ny
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O O E O Agt O F;—E—O'
I g i
x = Fﬁ_ﬁ_o_ I\ Hb +F ©
l o I/Cl\lr Ny I Z »> & Ir<
ol N 2 Sila

Ir EFIZHolEY FA. A7) olgF o|=A(2.57 g, 1.725 mmol)E TlZ 22w e 250 mLol| &3|A AT &

ZEdolE(1.0 g, 3.8 mmol)E 2-Z 2% 150 mLoll &3NAI7|L, A7) o|=A] &de HIFSATE. 37] A

EFES 5 AR FoF wRESATE. olojA, Ar] £ AelE FHIE FI FHstd d32S
=2 F7}

= jal H
AAsA . A7 &ulE e st SEAA olglw EZTCIE 3.2 g AEsklth. A7 A

® A 9 O
5
F o
X H
L N OGCH, \* )
A,/ N s LA
+ =N Irs
O,
2 H
3
StEfs 22

S3HE 229 FA. A7) olElF AFHOIE(.2 g) B 2,5-HHd-4-ddId
LT FYsQlth. ek 50 nLg HUFsta, E}ES 16 AIF B FFA
ol Hrletar, 7] E3}ES A A 2 in Tl TSI ojojA, A7
mL)oll olo], A2 x 100 mL) o2 23] AHagTt. olojA, A7 AAHES T
2 B3 gy, gy 22 ues 1% st AAska, A7) A4
a1, oA, Esto g AFHskaL, AERAA AYE 1.67 ¢(52.80 FH)S 4

AAe 19, 3}9HE 239 4.

2)& 250 mLe] T wHbet
CAgelEE A WZke

i;}ia
oo

=

o

-

it
gﬂ
Y
£

’ J

2,5-tdd-6-veugdel A4, AR E2H(24.3 g, 199.25 mmol), 2,5-THZR-6-wEld]2]d(10 g, 39.85
mmol), 2-UASFZ2IHA¥X 202" 6' -l EA U] A D (654 mg, 1.5 mmol) % A3JNMZE27.5 g, 119.5
mmol), &<l 300 mL R B 30 nl& 1 L] T whet Skl FYsiint. ] £ A4 d4E 30
I 3, Ega(dude dolA =)o) ZeHE(0) (364 mg, 0.398 mmol)S H7letth. 71 15 ¥ &
e B3RS A sl 16 ARE B9t FE shdsgih. 4] ut =

= o

1
Fol, A7) EFEe WAL, A7) #7152 Bt 4 4715 £ 45 89
= 7
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W,
/Z_\ 0y

& S
=N [ N C
+ ICL3H0 ——3= | YN SN,
./
| 9

Ir o)A FA. 1rCl,-3H,0(1.6 g, 4.66 mmol) 2 2, 5-tjEld-6-wE3 eI (4.0 g, 16.31mmol)E 250 mL2

O
W

Fitovbe Fekadel] F9ETh. 2ol B A w45 0l 2 B 15 alE AT 7] ERES d4 Sl
A 16 AZF Eok SFARAT. olojA, Y] Wk ERES Aeow WZAHLEE Q. A7 HAES oA
7]aL, Aol &) AHI T wesE AHEAT. Hx 5, oA 2.75 g(84.6% &) 5N
olNe SEENNY
F (I? Ag* Fﬁ—ﬁ—o
N P F->—§—O x { o
cl i F o L~ ek
o Ir/ Ir 3 B Ir\
JL e I
H
2 5 2
Ir EZZgolES A, A7 oladF olFA(2.75 g, 2.2 mmol)E UZFZ2re 200 nLol] £31AAY. & Eg
ZeolE(1.19 g, 4.6 mmol)E "lEH-E 100 mLoll &aA71aL, olg]liF olFA] &do] Hrlatdut. A7 AHE &
TS 5 AE Fob wuksgint. olojA, ] &AL AElolE Z# o] B3AA A3eS AAGAT. A
|HE E stell SEAIA olglm EEHCIE 3.5 g& AFESl. A7 nAE F7F AA flol ta Al
A AREsEA T
® " 9 O
F%—ﬁ—o
F 0
X
+ ~
| N /OCH3 q g |
Ir + I N Ir:
O OCH,
- ®
¢ :
ol 8= 23

SEE 239 FA. A7) olgF EZHOIE(3.0 g 2 2,5-tdd-6-"E (3.0 g)& 100 mLY] T Biet
Eetadel] FYsddnt. 7] 1A EFES 130T 16 AlgF St 7tEEiginh. W &, ) wke E3E
S22 200 mLol] &siAIZTE. o] A, 7] &9 2 ino Ayt A Zejdd FHAZT. 3]

2% ol AAGL, FFES olsHoRA YEFREuetd o8 HEst AL o] &3sl ARntEYY Hels
aiﬂr. o] gujE S, A BAES - ERS o] HAAAIIH, A7, Ao w Al
AxAA 3 JE 2.65 g(71% &)& A&

Br B(OH),
| =X X
_—
N | =N

2,5-(m-E8)-4-vdgge FA4. n-EFRE2 Jg2HE(17.9 g, 132 mmol), 2,5-TRZR-4-vEd]ad]
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(11.0 g, 44.0 mmol), 2-CA|E 2 A FE 23 w-2" 6'-UIHEA| ] H (726 mg, 1.77 mmol) % A|3AA4HF o
3HE(30 g, 130 mmol), EF<l 143 mL ¥ & 33 mLE 500 mLe] & vlg Zefx3d FY3FT. A7 &
of AH HAE 30 —“f‘ < HELS I, Egya(rudgdetAE )‘:]'T‘L‘j/]ﬁi:r(o)(S% mg, 43 mmol
A7ratodvt. F7F 15 & w9t dAaE WEHEaL, oloA A whE EFES AL 3t 16 ’\]7} <t 3R
Ztgssitt. AU 23dEs A

S x5 A4 Moz A H3 3
of AAsIe] FMA AHES AESUT. V] vAEAES 2o EA A As

Ak F 10% oFHNEAM Y-S o] &ate A ARwEIHI ] o AHASHTE. AA Fol &8 A= 11.2
ge 5. (93.3% &),

® O
& N 4 ICly3H,0 ———3= 2N lr<CI Ny <
O of 2

Ir o)A FA. 1rCl,-3H,0(1.8 g, 4.86 mmol) ¥ 2,5-t]Ed-4-WeEaad(4.0 g, 14.6 mmol)E 100 mL2

Tt vk ZEpae] Fekqlth. 2-olHA RS 24 ml 2 E 8 nlE UL }Oﬂﬂr 7 EEE Aa B9
atoll A 16 AIE & SFAIZITE. olojA], A7) whE EjtESs HARoR WZAHER gt A7) AAES o
SpA7IaL, slatel els) AlA g F, dee A, A% F, olelF oA 5.0 g(79.66 T8 TS
.
o S
O FE O Ag F%_ﬁ“o
F%—g—O' x H F O
x Z F L 0 *
LN ol N z /
r Ir/ Ir: O Ir\
./ 0
cl s H
7, L,
1E(1.0g,

Ir EFEHIEY i}*é. 0131% oA 3.0 g2 TIF=Zugt 380 nlLol LIMAZHT. & EFZy
4.08 mmol) & o]AX , ol E oA & ek, v AR
1

H [¢]
|\N o\ 7
4 O T Y
g + =N Ir
<
2 C
3
SHES 24
6 g, 13.2 mmo

e 249 FA. A7) olglF AZHIE(2.7 g, 2.95 mmol) E 2,5-U1EH-4-mE v g H(
DS 250 mLe] F vte Zeta3d FYsigitt. e 100 nLe Hrbsta %%L% ]
= %‘EMEE 271 WztE & Hrlstar, 7] EFES Ayt A 2 in Tl FY
=< (2 x 50 mL)efl o]o], &H(2 x 50 mL)Oi 23] AFBIATE. olojA], V] BAES HUIER
S 2 ARy ZYaE B AT, gR 22 uers 1AF sl AlAsta, 47 5

-T2 gl o A7, AH{ATIH, @mgi AHata, Ax=AA BAAE 2.4 g(80.6% T8)S =38}
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it
[0351] AA e 21. B§E 259 4.

Br

S (J
| B(OH),

=N
+ Pdy(dba)z, KzPO4 X

[0352]

[0353] 2-Hg-5-(m-Ed) e FA. 2-vWdHd BEA(G.1 g, 37.59 mmol), 2-FHd-5-BERIFYU(B.0 g,
34.17 mmol), 2-UA|ZFZIAAF A9 -2 6'-UHSAH| AL (561 mg, 1.366 mmol) = A|32A4-4H(23.50 g,
102.51 mmol) EFA 250 mL ¥ B 25 mLE 1LY 52 u} S0 FYE . A %@%oﬂ A" A

o
%ﬂ 15 % et AAR WaEdsta, ”71 HPO L%L‘ja e OFOH 16 AIF ¢ BRE e, A7 &
3] A o

_@m
o F
%2
jL
o
E
L %o 7
N
of
i
1‘
0o
8,
FD

~ 12

171 &t ulﬂxﬂgiﬁ 3]
Jo g2 Al AL = 29 oA

A
[e] 1__
AE 6.5 g(78% T8)S FE5HY

L i
z
P
tio
o,
oo

[0354]

[0355] 3§E 259 ¥§A. 47 OM% Ewﬂ%ﬂ OJE(S3HES] 19 FHo=NE)(3.25 g) E 2-¥d 92 (3.2

o ek29] 50:50 E3HE(100 mlL)< zmou, e
EFES 16 A B FRAIZT. Adgo|EE Y] ¥E §9¢ Hrlsta, A7) EFES HEg A 2 in
= 100 mL)el oo}, A2 x 100 mL)oZ 23]
= Atk 47 gER2ve
. 55 BEA7a, AN
119 YFE2ue/Aaks o)gss U A=vlEI e 23|

o
o
ol
ol
38
o
o
i .
x
oz
N
ox
oX,
i

v
AL
>
)
o
2
N o
2
[
o
o,
0%
o
i

[0356] AAd 22. FE

! SIS 26

[0357]

[0358] 3HE 269 @A, A7) olElE AZUolE(3.25 g) B 2-¥d-5-E5H9 (3.2 g)& 250 mLo] F
230l FEedeh. weke 3 olgke-o] 50:50 EFHE(100 ml)S H7beta, A7) EFES 16 A7
Atk Aol EE 7] W g Hrtstar, ] EFES A A 2 in Tol FYsEATE. o]ojA,
AE 7t & o E2(2 x 100 mL)ol] olo], A2 x 100 mL) o7 23] A H3FALE. ololA, A7 BAES ¢

ju)
-

2
rlet e
we ox Hu m
N

f

i)

L
| -
%9

il

N>
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g sell AAs ] 2o SgwEA
Ao 1:19 HEFRR
ol A= 3.38 g(100%

JART. 47 aFRE
. e nggosd At A
2% azckEadse] o8 3k AAst. g ol

(o]
=
KeN
=

il

H
S
o
QL'
ki
o
okﬂ

1~>

AA e 23, B§E 279 A

B(OH), NI

cl | = Pd(PPhg)s, K2CO3 |
=N + J-- 2zN

Cl

2-¥d-4-F2=2ygde] 4. 2 4-0F=Z2294d(10 g, 67.57 mmol), HALHEZX(9.0 g, 74.32 mmol), =
ERFZE(28 g, 202.70 mmol), TIWEA] o€k 300 L 2 & 30 mLE 1 LY T vle Z8 34 F98%T).
A7) EgEC AAE 308 B AH WEHEGT. "HEDIIA(EAdEs~3)ZEE00)(780 mg, 0.675

ﬂ!

mmol)S H7bstar, A7) Wk &0 AAES F7 15 B FSH vEHET. olojN, AV EFES A4 §
oA 16 A7 Ht FFE JFAEATE. oA, wrSS He2oR YAHLEE lal, ofHEAlE % B2 3|4
AR, 7715 2 $AS5ES BN, FASE oHEMNdER FE9T. Y] fU15S wEsta, 23 4
g SHoz AHEUT. oA, AV §71FS vl dellA dxA 1 1ft1 A7, &HE XF &
o A s} Ulﬂﬂ]aiﬁ /A A S AbEsITh. 7] PAAES Yo RA At AS o] 8stal ¢

THoRA A F 20 oM EANE S o]t T ARvtEI I 9 H éﬂ%}OﬂE} A T &gl A
AE 8.0 g(54% FH)S FESIGT. AA o] 249 AAE 11.5 g(89.77% F£)& FE531T).

G g
I B(OH), N

+ Pda(dba)s, KsPOq |

J

2-¥d-4-(m-EF)dgde] A, 2-vgad BEA(6.3 g, 46.40 mmol), 2-#HI-4-FEZ=Z¥U(8.0 g,

Y

42.18 mmol), 2—E] A ZF2ALF 292" 6'-UHEAHHAL(692 mg, 1.68 mmol) % A|3212HE(29.10 g,
126.54 mmol), A 250 mL 2 & 25 mLE 500 mLe] T wiek ZEkaFo] Bttt Ay EFE AH
H4E 30 & Wl g dlobA ) v 2215 (0) (386 mg, 0.421 mmol)S 7}k, o]
ojA, F7F 15 ;A7) WkS BIES AL sl 16 A7 Bek SFE 7Dl
A7 EFES 7] T 2EE BT, Y] TS 23 g &do=
A= skar, g4t AA7]aL, EWlE JAF st AASI] nAHAEZA WA ax)
£ A&l ] A7t AS o] g8t o]F Ao RA Ak F 2% oMAEANE S
ATk, AA Fol AAo AAME 8.0 g(77.4% F8&)S F5II ).

offl !
o
ot *

tlo
ox o T ox U i

Ea
V‘EP Aeto 155— 71 ¥E Sl Hrhshar, %7] iﬂ%& *‘E]ﬂ %‘ 2 in Sl FABATE. o]o]A

7] AggF 22L& ERL(2 x 100 mL)e] o], A2 x 100 mL) o= 23] MASFTE. ojojA], Ar] AAHE
FRZdes z2te A a8 T8 LYAHY. A UEFEEYES JAF S AAS ] dRE &
E2A4 mAA YAES ESEY. 23 IFFES By, uANerA Aggt AL o]gsta ol
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oRA 19l F2RAH/AGE oo 2y Amrimadel o5 Sl NA. B Fol 23 99%
2.0 g(48% +8)& 53519},

AN 24, 35S 28] FA.

[ : ~
S oo O x L N
AN + N — "
OCH3 ZN O
2 g i

SeE 28

YR 289 FA. 7] olel ABACIEW0 @) R 25 d-d-0-ELN V.0 )& 250 nle] Fi vpet
EEEL ?%‘—s}‘zit}. e o 820 50:50 BEE(100 nL)S WIFE T, A7) EIEL 16 Al7F Eob 8
AT AutelES 7] Wz Gl ﬂﬂo} L A7) EREe Augt A 2 in 2o £Y8kA. ololA,

|
71 AR7h S5 o %%(2 x 100 mL)el] e]o], @ L(z x 100 mL) .2 23] A|Hs}giTh. o]ojA, A
ZEedue 2= dust F08 B SUAAT. Y] OZEEAE8L AT s AAse] 279
24 WA ARES ABET. A7) BURS nANoRA gt AL o8t o] Ao RA 1:19
2R e/ANS o] gste Zy ARvEIId o] F7tE AAEt. HA To] 24 YHE
g(86.6% &)= 53t

AA e 25. FFE 299 FA.

o
w oo

i
tilo
o MU o Doox U o

i
N A © N -
| N /O I /\N [ =N /N\ |
Ir\04< + —— O Ir:
T 2
SEE 29

SHE 299 4. 7] olElF AZHOlE(4.0 g, 4.62 miol) 2 2-7d T (2.15 g, 13.87 mmol)S 100 mL
9] Zit vl ZglaFo| Tttt WErS T o ek 50:50 TIE(60 mL)S Hrsta, A EIES 16
N7FEe BRAZT. AolEE 47 Wn Solol Arksa, A7) ERES A A 2 in Fol FAa
th, ololA], Ay gt =S o re(2 x 50 mL)ol o]o], A2 x 50 mL) o= 23] A AT, ololA . A
ARES Oz e 2= Ay Zea2 28 LA AT, A7 tEZRaves A st AAse A
2o e WA A4ES AEAAT. 249 AREs RO, n4domA Hest AS of
i olsare A 119 fERede/ag ogs 29 Asteaed o A, A Fol &
Aol AP 1.1 g(31.6% 58)S F53AH

% ®
n
caulile
B HOCH © S @a
N 2 (
4 |r/ X =N P

SHE= 30

3AE 309 A, A7) olglE EZEZUCIER.2 g ¥ 2,5-yild-4-dEy (3.2 g)& 250 mLo] T Bl
Zg a0 98I0, olghe 50 LS FHUFeta, EFES 16 AIRF B¢t BFA AT, AelolEE Ay YibE

r
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op

el H7pstar, 47l E3}Es Ak A 2 in T

L)ol olo], &Ak(2 x 50 mL) e & 23] A3},

s &3 &YAIZT. 7] HER=AEE JE st Al
249 s3tes EEAY

%ﬂ% 7y AmviE e

AAd] 27. 33HE 319 #A.

=

1

o

o

2|

)

ofal WA, AAl ol 25 A

B(OH), =
X Pdy(dba)s, KsPO, N
~N +

Br

Y

2-Hd-5-vWdagdey FA. 2-B2r-5-wE97T(11.25 ¢, 65.39 mmol),
2-O A ZFR2AAZ A0 -2 6'-TH|EA N HAL(1.0 g, 2.61 mmol) ¥ A3AAZF(45 g, 196.17 mmol) %?
250 mL 2 & 25 mLE 500 Lo T wie ZEfaFe] EJ3Isith. A7) EEE HFH AAE 30 B 5o H

CIRe) R=R
e 5 Ega(gudedolE) o ZeE(0)(598 mg, 0.653 mmol)S H7badvk. 71 15 & ok A4z o
Bastar, ol A7) whg EFES A ol 16 Az B9 dFE dEn. 4] E9ES YA,
A7) 7155 A7 FASeRRE BYst. A7) 47158 23 A fdom AFsta, kel A
A HNEZ=AZIH, AFHA7IAL, GulE 1 St AAS] WAAERZA WA 1A E =Sl ] WA
s 1800 2A A7t AS o] §3tal o] s o R ik F 5~ 10% LA EAE S o] &3l ZE ZEn)
Eague] s FAsAT. FA Fell 2Ae] AAHE 10.11 g(92% F8&)S F5IA.
[ [ |
ZN ZN ci Na
LN T R—— L
2

ry

Ir o|ZFAY FA. 2-¥Hd-5-wHEy2]d(10.11 g, 59.8 mmol) & IrCls-3H,0(6.0 g, 17 mmol)E 250 mLe] =
Zetaa T 2-o S Al EE 90 mL 2 E 30 mLo] J%HA]%‘E} A7) wkg 55 A stelA 16 A7t %
BFAHY. oo, 7] HHg ERES ARoR WAHEE i, IAES A7, dHEEe o]
Ao = AFHEIT. olojA], A7) olElw olFAE T ;}Oﬂ A2A 713, b dANA F7F gA glol A
stk RE Ax: Fof oA 8.75 ¢

oo 1% S

Ir EFZHYolEY FA. A7) olgF olFA(8.74 g, 7.75 mol)E TZFZZHE 1.0 Lo {IA AT, & Eg
ZYo]E(4.18 g, 16.27 mmol)E W¥HE 500 mLoll &sA17]aL, olg]F olFA & H7lsiid. A7) A=

EFBE 18 A7 B WA oloH, 47 AL ATtol= Feie] FAAA RS AAS AL, 7]
§E FWAA olPF EdBAE 4.0 g2 AEHAT. 471 DAZ F7 AA glol thg wANN Mgt
oAk,
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SHEE 31

B19HE 319 @A, A7 olElE EYEUCIEM4.0 g) R 2,5-Hud-4-vE Y 2T (4.0 g)& 250 mLe] T HbE
Fehase] FHEginh. mge st oleEo] 50:50 EE(80 nL)S FH7bstal, 7] if&%* 16 A3t st &5
AR, Aol ES A7) WE gl Hrbstar, 7] EFES AP A 2 in Sl T8 oojM, A
7] Ag7h F& oleE(2 x 100 mL)ell o]o], MAH(2 x 100 mL) o2 23] AH3IATt. o]ojA, 7] AEES
Fraves Ze At SHas 8 . A7l gEREvdEs Je sl AAst] deee] &9
=24 WA APES AEsln. 24 seEe BHATa, nderA At As ol§stal oed
ozA 1119 gaErave/AtE ofgsts ZY A=vtEddvle] o) G, AA Fol 24 AdE

3.75 g(90% +=&)S 5319

Al 28. 33E 329 FA.

FE ©
F—$-0"
H F o O ~ &
(A oY L A
l\\ I |\N —_— k/
JOCH; z O
. ) 2
SlEsE 32
S3E 329 FA. A7) olglFE AZHE(2.6 g, 3.66 mmol) 2 2 5-T1EH-4-w&9 (3.0 g, 11 mmol)S
100 mLe] S vl ZekaFdd FJAssith. ek} oekeo] 50:50 EFE(50 mL)S Mrtstal, 4] EEE
S 16 AIZF Bk FFAIAG. AelolEE Ay WztE g9 Hrlsta, 4] ERES ALYt A 2 in T F
Qlatgitt. olojA, A7) AEIF =& oEL(2 x 100 mL)ol o]o], A2 x 100 mL) o= 23] AH ettt o]o]
A, A7 BRES YEREYES zie A8y ZYas Ei AT, A ﬂ%iiwﬂﬂ" 2F 3loll A
Astel AREQ EgEzA vgA YHES AEeR. 249 IdFES BN, AR At
AL o] gsta olFHoEA 1:19 1%1@41%/@*&‘3 o] g3t Zyl AZvlE I /lsz G A FH T A

A Fo 2ol BAE 0.9 g(31.8% F8)S FE3% ).

AA e 29, 3gE 339 A,

ST O

i
| :N HbCH3 L0 B | /\N Ni |
Ir< n ~N Ir/
O OCH; O
2 H 2
s8re 33

B13HE 339 P4, 7] olYFE EYEUlE(2.8 g) H 2-3d ¥ (2.8 g)& 250 mLe] T wbE EehsAd
Feteleh. AEedt oleeo] 50:50 EFE(80 nl)& FHrbetal, 7] EdES 16 AR w9 SFFAzleh A
golES 7] Wzbe &l Hrhstal, 7] E3ES Arh A 2 in Foll FHEAH. o]

ZS o Eh2(2 x 100 mL)o] o], A2 x 100 mL) o2 23] AA3Tt. olojA], A7) AAE
S 2= APy ZHaE BE YA AT A7) U2 A sto] AASe] AA e EZA mAA
ARES AESST. A7) SEES nHdoZA Ayt AS o835t ooz 1:19 HEFRZE YT/
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[0391]

[0392]
[0393]

[0394]

[0395]
[0396]

[0397]

[0398]
[0399]
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A ol gt Ay AmviEIddd ol FrkR AAlsdnk. gl Fol 2o AAEE 2.3 g(73.2% FE) =
A 30. 3jHE 349 FA.

F,C O

FsC @ -
O + F30+§-0 O

2 349 A, 7] olglE EFZH0E(3.5 g) 2 2-#d-5-meu (3.5 ¢)& 250 mLe] Hit npe =
g EAsar. Weked oekeo] 50:50 EIE(80 mL)S A71Em, A7) EIAES 16 A7 BoF sEA
At Al EE 7] Jzbe ool Azbeta, 47] EHES A A 2 in Fol FYSUT. olojA], 7]
At F& olgS(2 x 100 mL)oﬂ olo], B2 x 100 mL) o2 23] A3 Th. ololA, A7 AHES 2w
2uers zZhe AEr Feas F9 AT AV HEREZAEs IE sl AAGte] AEEY] EPER
A uAA AYES AbESIT. 24 SgES EEAl7|a, nAdesA gt A4S o] §slal oo
A o119 YFzzuel/ s olgsts 2y ArvtEIvd] o el AAl Fol 2Ae AHE
1.25 g(31.4% &)< +5312%

AA e 31. BFEE 359 A

® ®

S S

| N +lIr(acac); —— = I ZN
Ir
9 .
SHES 35

338 359 FA. 2-#d-5-0-EL9YU(8.8 g, 35.9 mmol, 6 eq) L olgF EFA oA HoIAEY O E
(2.93 g, 5.98 mmol, 1 eq)S 50 mLe] ST vle Zfadd] FU3AT. A7) 2235 AL 93] 0.5 A
b Bk ¥R APk, olojA, A7) WhE EIES AME wlzdA 230CRE 48 AIRF Bk FESESITE. A

e Edwe A2oR WAHES a1, yIERHE 100 nlE 147}0}033} g7 Edws At A Fea
= Fdf AR A7 SvlE AT sl AAs] WAAl PSS s 6}%‘4 %71 AgAES e
2A Azt Ag o] 88ta o)F oA 1:19 tIEadw/die oj8de 29 AmvtEadde o3 A

Askodek, Al Foll e BAEE 0.4 g(7.2% F8)S TS5

AA e 32, 3gE 362 FA.

l beHs \* A ~ Z
™ Ir/ ° | ZN | 2N Ny I
+ B o Ir:
a7, e »
2 H 2
38 = 36

5E 369 F4. A7 50
LN & Aen], A7) BFEL 16 A0 B¢ BRAAT. AV EFES A4 3004 7158 A3
Ag S ol gt AAE 5 9
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[0400]

[0401]

[0402]

[0403]

[0404]

[0405]

[0406]

[0407]

[0408]
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A 33, 3gE 372 FA.

W

F I}
. Mo
® OCH; \* = ]
=N 3 | N Na
Ir = # I/
T\
_—>
\,OCH3 + N O
ZH @ ’
SE s 37

SIFHE 379 A, 37 olglE EFZECIE(2.45 g) ¥ 2,5-UHd4-olE€uZTI(2.58 g)& 250 mLe] Tt H}
A

Y Fehaad BYEdvh. dlebg 50 mbe Hrbeba, EF}ES 16 A 9t BFRAIFC. AgfelEE U] W
Zhd g Hrtsta, A7) EFES AT A 2 in T FYSTE. oA, 4] gt & AEE(2 x
50 mL)ell oo}, @MAH(2 x 50 mL) o2 23] AHE}TE. o]ojA, 7] AAEES HEEEZWES zke At Ee
a8 B SYAAEY. AV dEEEWes AF sl AASY &2A9 EES AEIY. Y] dFE§ES
aFeRA A7t AE o]fela o]FFoRA 119 YIREuRL/ A4S o] &dh= ZH ARuE LI
os) F7tz AAskltt. AA Foll el AEE 1.25 g(48% T&) < T

2R}l

RE 2AdE BAF<I0 Torr) AW o8] AxsAct. A7) s AFE 120040 AF FA AsE
(ITO)ol ek, A7) /A== LiF 10A 3o, Al 1000AC 2 FART. A7) 22 Az A3 A4 ZFeB vt
2(H0 2 0, < 1 ppm)oll A Al ZA] X0 o8] APd 2 FAo2 AEslstar, 47 HA71A dd F5A4E
EFAZAT

¥ 29 AAd 1R 29 §7] 28 10 ¥HOZRE £xF0oz AZ FAZWIL)SZA El 100A, AZ o
F$ZHIL) o2 4,4'-8] 2= [N-(1-1}Z8)-N-# do}n) 5= 18] 5 d ( ¢ -NPD

~10%= =3% Hl 300A, =024 Hl 50A 2 EILEA Alg(E
TFAAY, A7) Ao A FRE = 34 I Q9w o] v},

R
[¥
&
ol
[0
_IHU o!
>
4
iy
Aty
2
t
=
o
B
S
o
fr

Hlate] 1 8 2% Elo] gA =dERA ARREUE S Alejstar A7) axbd et fAbeAl A8k aint.

T

A
e}

71 A 2 9 delelE & 2 9 3l kit &
Sobe 54 2dE dEhdn. 2 dolA AEE = kst

e
Ir N O‘
R e s

2v 2A RS YEA, ® 32 T sl i A
¢o], E1, H1 2 NPDE 38}7] 725 7Hxid:

ke

N

4

0
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[0409]

[0410]
[0411]

[0412]
[0413]

[0414]

[0415]

[0416]

[0417]
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3 2
2 KO HIL HTL SAE | EHE% BL ETL
ey
1 El 100A NPD 300A H1 2}7?/5 Hi 50A Algs 450A
0
Hi2ol 1 E1 100A NPD 3004 H1 E1 7% H150A Alg; 450A
e |
2 E1 100A NPD 3004 HI1 ses H1 50A Alg; 450A
10%
Hi2ol 2 E1 100A NPD 300A Hl El 10% H150A Alg; 450A
3% 3
N CIE 1000 cd/m” Of] A| J=40mA/em® (] A|
- vV | LE EQE PE Lo | RT g | RT 5o
ALAL O (am) x v Q . 80% 50%
W | caria) (%) | (Im/W) | (cd/m® | (hr) (hr)
1 558 | 0440 [ 0546 | 6.2 | 64.4 19.2 32.6 18,504 265 900
HImo 1] 528 | 0355 | 0.607 | 6 53.4 14.7 279 15,985 214 760
2 560 | 0449 1 0537 | 6 59.5 18.2 311 19,320 400 1400
HIRO 2| 529 | 03570607 [ 59 532 14.6 283 16,781 340 1130

] 1
7] $1mo] 80%= sk H el Ao Aejg)rh 247k 760 Al 5L 900 AlRtelvh. Wlare] 2 Bl 2}
2% RTae7b ZH2F 1130 AIE 8L 1400 Alzbolth. ofejgh A= o]Fetesd Ir(I) F&o] Add Aol dol

a7 egAel ol=g 4 ek A ekt

W FW 2R OLED Alzol whgdsith, BA& 4717 Adsks Zle] OLED A% Fol Base], we
£EE 2 AL dg¥o) nr) o, A¥Aon wy ARG RS fudd. AFE 19 o)FAA 17
o Ade Arbstel BAsl AR AFANEL e $3 LEE fEAT. b, HUT 12 2 a4
= PRE AxE g 5 A

48] ARl 3~129] f7] 2¥2 (10 THCZHEH &4z, AF FYUSHIL)2ZA E1 100A, 4
SHIL) 224 4,4'-H] A [N-(1-Y2ZE)-N-d| do}r] =¥ #Hd ( a-NPD) 300A, WS (EML)ZA] &2 uwbgo] 3}
B9 7%, 10% EE 15%% =3E Hl =X H2 300A, =024 Hl E£= H2 50A 2 ETLZEA Algy(E

-3 EEAFEH LFuE) 400AZ FAEL. A7) A A Ax FRE = 39 =3 g.9kE 9l

Hlale] 3 Elo] 23 =dERAM ARG s Alelstal 7] At sh frAbetAl Al

[

z W dolei ¥ 4 9 5ol otk ® 4 44 F2E UL, ¥ 58 2 A g@
3t SA ATE vEhdth. 2 YolA AMEEE uke) el E1, H1, H2 B NPDE 37| F2E 7HXIth:
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[0418]

[0419]

[0420]

4

AR HIL HTL SAE| THEY BL ETL
AAI0 1 E1100A NPD 300A HI1 if/':% ! H1 50A Algs 450A
AAIO 2 E1 1004 NPD 3004 HI f?f ' H1 504 Alg, 450A
A A0 3 E1100A NPD 300A H2 i}f/':% 2 H2 100A Algs 4004
AAIO 4 El 100A NPD 3004 H2 %if 2 H2 100A Alg; 400A
AAI0 5 E1100A NPD 300A H2 ETE;% i H2 1004 Algs 400A
A A 6 E1100A NPD 3004 H2 %5';)% 8 H2 1004 Alg; 4004
AA 7 E1100A NPD 300A H2 ﬂf/':% ’ H2 100A Alg; 400A
SAION 8 E1100A NPD 300A H2 %?(f ’ H2 100A Algs 4004
AAIN 9 E1100A NPD 3004 H2 ﬂff 10 H2 100A Alg; 400A
AAlO] 10 E1 100A NPD 300A H2 ﬂjf 10 H2 1004 Alg, 4004
AAIW 11 E1 1004 NPD 3004 H2 ﬁ}i’% . H2 100A Algs 400A
AALG] 12 E1 100A NPD 3004 H2 ﬂj’f 1 H2 100A Algs 400A
AAlG 13 E1100A NPD 3004 H2 ﬁ?‘f 12 H2 100A Alg, 400A
A0 14 E11004 NPD 3004 H2 ﬂj’f 12 H2 100A Algs 400A
AAION 15 E1 1004 NPD 3004 H2 ﬁff 12 H2 100A Algs 400A
Bl 0l 1 E1100A NPD 300A H1 EL 7% H1 50A Alg; 450A
Hi2o 2 E1 100A NPD 3004 H1 E110% H1 50A Alg; 450A
HIZOo 3 E1100A NPD 3004 H2 E17% H2 100A Algs 4004
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[0421]

[0422]

[0423]

[0424]

[0425]

[0426]

[0427]
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x5
CIE 1000 cd/m” O Al J =40mA/cm® 0] Al
SAIU | A max, < N V | LE | EQE| PE Lo, | RT 5% | RT s0%
nm ™ | €d/a) | %) | amw) | cdim® | (an) (r)
BAML | 558 | 0440 | 0546 | 6.2 | 644 | 192 | 326 8,504 265 900

A2 560 0.449 | 0.537 6 59.5 18.2 311 19,320 400 1400
A3 543 0417 | 0.569 6 70.5 19.6 369 19,818 390
A4 545 0426 | 0562 | 53 | 655 18.4 38.8 20,393 480
A0S 536 0.383 0.594 | 6.4 | 488 13.3 24.1 14,056 440
A0 6 537 0388 | 0.590 | 6.4 | 424 11.6 20.9 13,158 440
A7 532 0367 | 0.602 | 63 | 514 14.1 25.6 14,637 305
A0 8 533 0.37 0.602 6 42.7 11.7 225 13,031 340
AAI09 532 0376 | 0.598 | 5.7 | 59.2 16.3 32.6 16,212 225
AN 10 533 0.378 | 0597 | 52| 582 16 35.1 17,151 240
RS 541 0411 0.575 5.5 737 | 203 422 21,430 335
A 12 545 0420 | 0568 | 4.9 76 21.1 48.6 24,136 480
AA013 525 0342 | 0612 | 5.8 | 569 15.8 30.7 15,843 208
AAI0 14 527 0337 | 0.619 5 62.9 17.2 39.5 18,952 330
ALAIO 15 528 0349 | 0.611 5 557 153 34.8 17,941 320

Himol 1 528 0.355 0.607 6 53.4 147 279 15,985 214 760

Himol 2 529 0.357 | 0.607 59| 532 14.6 283 16,781 340 1130

Himol 3| 528 0361 | 0.601 |65 | 521 14.6 252 14,768 250

X 49 A E5E, & O] SFES FFels AAE 53 94 548 M vk Ae g3
At 53], HFA ERERZA FgE 1, I3FE 2, FFE 8~125 dHste HFFS e s A 2
g o] shghEo] A QP olRE F vk AS T

olar, H-27} ZAEQ EA Azt AlFAYt. &2x)
o (HIL)o. 24 E1 100A, B3 o]$Z=(HTL) L
24 4,4 -8 AN-(1-UZE)-N-d dolv] =18 #d (o NPD) 300A, LHFSEML)C2A 332 21~35 2 379
7%= =3 E H2 300A, AR} o FS(EILD) A Algy(EE] 2=-8-3| =5 A )

=Y dFujy) 40042 TFAE

fr
-z
o

-
i
E

|

il
o I
ol |
-lN
8
ol

=
ol
=
—
-
N
o
!
2
=
\}
—
(e
o
b
g
2
5y
©

H L Ao 4~6% 47 A9 FALSAl ARSI o, &b vlald 404 E25 w3 =RERZA AREEHH;
27} vlae] 594 (BPE EAERA EAstal, E3E g m=wERX Algahd, HPTS] 50AE ETL2E AH&s)
L, Algs®] 450A S ETL1C.2A AFRSlH; A2 Hlald 6olAE= F42 B4 ©ad=g2 4 ALg3lts Ho| tan,

2 QoA AHEEE Hhst o), 3] SFRE ] TxE Ak

L_n AN ZN N
Ir Ir Ir
3 3 O 3 3
E1 E2 E3 E4
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5

=

=

H

)

ZAF vlale] 4 9 5e] A}

1

o

1, 33HE 21~24

3

7_}—7

=

.
I L

=
=g

21~339)

239
232
250
216
202
205
208
204
203
213
209
236
216
202
230
270
204

g 230

=
o

21
22
23
25
26
27
28
29
30
31
32
34
35
37
E2
E3
E4

ARHO

A0 16
S A0 17
S A0 18
A0 19
A0 20
A0 21
S A0 22
AAI0 23
A0 24
A0 25
A0 26
ALAION 27
AAICH 28
AAICH 29
Hlwol 4
HInol 5
HIRol 6

[0428]
[0429]
[0430]
[0431]
[0432]

E3x.th

L
L

wr

E39] &

m
=

3 3= E2

C 32 sAd-v]ejde E3ell A wehdl whsh ko] 23] 274e] a1 AtelelA 7] #Hd-v)e
ZHA) = B2sk frAl

HEH (twist) B}

PAY B gk

5]

'3
X
il

& 25~33 ¥ 37)2 C 13
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[0433]

[0434]

[0435]

[0436]

[0437]

[0438]
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el
|

CIE
AXLON Rmax FWHM . v
(nm) (nm)

A0 16 526 68 0.337 0.623
A0 17 528 64 0.342 0.622
SAI0 18 520 66 0.324 0.622
A A0 27 532 68 0.368 0.607
HI 0l 4 519 74 0.321 0.621
Hiwol 5 548 70 0.43 0.56
HI 0l 6 520 74 0.320 0.632

X 72 &2Ad 2 A vade] gk 71 A%} dlolel e YERdT. & 22F vlale] 4, 5 4 67} H|
W3, AAbd 16~18 270 WE A 2 CIE HEE ATt A7) dolgt25E, A2Atd 16~18 U 27L&
S

ol
<l
-
rlo
)«

b vlad 52EE foHom HA o]Feles AT 4 v, ojyd Ay AFAlel"e] Y] HEH
HAd C gl EAld 93 @Aad = Advkes S AA g,
% 8
J=40 2
CIE 1000 cd/m® 0f A o }:‘Aj o
AAIC FWH
v| LE |EQE| PE | LE L. | RTy
Raax M x y

V) | (cd/a) | (%) | (m/W) | EQE | (cd/m’) | o ()
(am)

16 526 68 0.337 | 0.623 | 6.9 | 493 13.3 224 3.7 16,895 | 210
17 528 64 0.342 | 0.622 | 6.0 | 55.1 14.8 28.7 3.7 18,175 | 260
18 520 66 0324 | 0.622 | 6.9 | 43.7 12.0 19.9 3.6 16,240 54
19 532 72 0.372 | 0.599 | 54 | 65.6 17.8 38.0 3.7 18,482 | 245
20 532 70 0.36 | 0.608 | 5.6 69 18.6 39 3.7 19934 | 142
21 538 82 0371 | 0.594 | 5.8 | 59.8 16.6 322 3.6 17,658 | 174
22 532 74 0346 | 0.613 | 7.1 59.7 16.2 26.5 3.7 14,187 90
23 528 70 0345 | 0.616 | 5.4 | 62.5 17 36.5 3.7 19,280 | 237
24 522 70 0327 | 0.623 | 54 | 63.3 17.3 36.7 3.7 18,212 | 223
25 528 70 0342 | 0.618 | 5.2 | 66.6 18.1 40.5 37 19,280 | 254

26 | 532 | 74 | 0360|0600 | 59| 587 | 163 | 316 | 37 | 16240 | &2
77 | 532 | 72 | 0361|0608 | 49| 596 | 160 | 432 | 37 | 20057 | 290
28 532 68 0.368 | 0.607 | 5.2 67.6 18 40.6 3.8 20,324 200
B |5 | 72 0333|0610 56| 627 | 172 | 30 | 36 | 17205 | 121
m

H'f:"" s19 | 74 |o0321| 0621 | 6 | 450 | 126 | 236 | 36 | 13,835 | 19
H“_é’-o" 520 | 74 |o0320| 0632 |55] 540 | 149 | 312 3 37 |171:3 | @

E 82 AR 16~299F & Hlule] 4 F 6 7o A% 54 HWE AT, 7] HolElRFE, Az} 16
(3= 21), 17(3E 22), 19(3FE 25), 20(3FE 26), 21(3FE 27), 23(3FE 29), 24(3E 30),
25(33HE 31), 27(3H3F&E 34), 28(3HEE 25), 29(33HE 37)0] =2 &8 9 V] &% FHE AT 3
S g = k. B35, w3 =d=gA 335 21, 22, 25, 29, 30, 31 @ 342 77 ALgstE A2zt 16,
17, 19, 23, 24, 25 9@ 278 ujQ 53 22 A%S BGsth. A2 vlud 49 Rl 196 A|ZFE vlalslo] o]
3 54 AAE 210, 260, 245 237, 223, 254 290 AZFE] RTsw(Z7] 3% L7k €4 DC =2lolB 3o 2

Lo A 100%2FE 80%2 7FAstE © IR Ate2A AHoE)E Uehdtr. g2o], AAbd 16, 17, 19, 23,
24, 25 9 27 BE5E A2 vlald 48R0 22 LA etk 4] dae 23] dd C mElvh dF AsAl0l

Yo Wy mwpse] PAgoms A4 HS PN S Ark: AS uehith ey, B3dAsh 2

l-
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[0439]
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-83 -

110

100

160 <

165 —
150 —
145 —
140 —
135 —
130 —
125 —
120 —
1156 —
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k1
N2
(o'}

Na [ Na [ /\N NI =
Ir Ir lr/ =
8 3 2 O
s 2 ses 22 SHES 25
[ ] [ 3
=N Na _N Na
\|l‘ \|I‘
O |, ®
setse 29 sse 30
S 2 A =
I =N Na | ] /N\ Ny I
lr/ IF:
2
SEE 31 3E8E 34
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X
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