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[0493]
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s=s5

<3}3HE 337>

<s}HE 336>

[0494]

[0495]

[8h8hE 339]  [3H3HE 340]  [Sh3HE 341]

[0496]

[0497]

[8t8hE 342]  [3H3HE 343]  [S3HE 344]

[0498]

[0499]
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s=s4

[shehe 345]  [3}8t= 346]  [8hgh= 347]

[0500]

—
—
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S
=
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TEE 2
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o
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=

(55), AAFES(60) 2 +=(80)
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=
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e
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il
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[
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FEAH
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S

1 Azl
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=

o

[0509]
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ks
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=
)
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oF
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i
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o
=
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Jy
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[0511]

o

4
Ho

o

X
jariy
o

g}
5

)

Mo

—_

Nlo

o}

4] ABFY
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o

el

T den, o
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[0513]

[0514]

[0515]

[0516]

[0517]

[0518]

[0519]

[0520]
[0521]

[0522]

SE506 10-2206195

= E9] 2-TNATA [4,4',4"-tris(2-naphthylphenyl-phenylamino)-triphenylamine], NPD[N,N'-di(1-naphthyl)-
N,N'-diphenylbenzidine)], TPD[N,N'-diphenyl-N,N'-bis(3-methylphenyl)-1,1"'-biphenyl-4,4'-diamine],
DNTPD[N,N' ~diphenyl-N,N'-bis-[4-(phenyl-m-tolyl-amino)-phenyl]-biphenyl-4,4'~diamine] & AM&%
STk SpARE B o] WEA olo] @AEE Ae opt}.

T A7 AErsse ARRA A $dHes AMEHEAR] 3 588 AdHA den, A8 &
= N,N

N N'-H] 2 (3-HEdHdd)-NN'-t]dd -[1,1-8]9d]-4,4'-t]o}A(TPD) ¥E+= N, N'-T] (VY Zeall-1-9)-N,N' ﬂJﬂ
IR (a-NPD) & AHES 4 ok, SHXRE & #go] HlEA] o]o] dAHE AL oyt

ololAl, A7 ABFEFU0S ARl BHF(G0)S AF 4 Py, w29 =y Pyons] AFen 4
7] SR HE(50)9]) ARl W el e AUE 2AFGH)E AT S PW, = 2w =Y PPos

o] FAIARL ool oshd, 7] dFSe] 7= 50 WA 2,000 ARl Aol mitA st

)
@9 B orwed 4] BPFAE E2E P olsh tie], RHE AR ASE = ek, A7) BYFe] B
E =

13

=
HAEE >33 A9, SHES] e %@”ﬂ,zi T2E oF 100 THHFE V|To 238 oF 0.01 WX
A

J
SE
00
jﬂ

s
ik
b
g
4m

e, A7) ddT ol 2 2Rl mE AAEERES(55)0] F4H AL, ol AAeES(60)s WE T Y
M, Ee 23 5y e FEl A ol AAFYS(70)E DAk Y] AAF AT (70)e] el ==
AL w5 A At 55080) A= 9T e=A F7] WFaAH(0LED) 7F g drt.

i, 2w A7 AAeds AREe AATF YA (Cathode) 2HH F8 AAE M FE38h=
7e& 6}% ﬁiiﬁ %XM {Z}-’F%‘—%@% olgd & vk, A WAFEEA dEc, AFHFEA,
S =-10-=cl ]

v (Alg3), Liq, TAZ, Balg, WIEHEY=(xH
E)(berylllum bls(benzoqulnoll 10-olate: Bebq2), 3}3HE 401, 3}3HE 402, BCP, =Alt]ol=FE=A¢1 PRD,
BMD, B\D 53 #< ARE AR FX glon), o]d A= F oyt

TAZ
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s==4

BCP

<3}3HE 401> <3}FE 402>

[0523]

[0524]

[0525]

=
€]

st 7]

[0526]

KN
=

A

< B4 AREA

3} 2
sl meb tEAw, 9

=
<]

CsF, NaF, LiF, NaCl, Li.0, BaO

L
o

A7) AR s G ARR

[0527]

How

}ﬂ.

]

s

.50

Ho
X

i

.50

k1 A WA ¢F 100 A, ¢F3 A WA 2F 90 Ad F

o A=

o

wr

o]

&
ojp
Pt

YELD, vkavls M), EFrEAD, ¢FvE-25Al-Li), Z&(Ca), v

KR
y

A 7 &=

GH
mjn
—

15 Mg-In), "FavlE-S(Mg-Ag) 52

o]
R

v+

380 nm WA 800 nm<] I} L oA

e

=132
=70

7]

[e]
i

[0530]

NIF

B

N
‘zT

[0531]

0

gud

# AR ALEH

H71 €

@43

=0
o =

[0532]

Hlo

o

o
<

7K
<
e
ajo
N
w

faxe] .
2) ,U|
o ok

o] mrp pAA o A

2ol o

[0534]

& oputh,

)

= 3]

[9A9]
pe)

[0535]

W =RER AR Ax4

o

=

[0536]

Ao 1: B4 1 o YA

[0537]
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[0538]

[0539]
[0540]

[0541]

[0542]

[0543]
[0544]

[0545]

[0546]

[0547]

[0548]

[0549]

SE506 10-2206195

Br
Br
O™ — (A
+
0 - 0 O
"% ate

<F7HA 1-a>

olo] Q. =Wl Fo| o] E (25.0 g 73 mmol), 4-UHlZFHRE

500 mL E M”*QV€1ﬂ£]l We 5-B2r-2-
Jx )22+ (1.7 g, 0.15 mmol), .-.E]rHﬂELﬂ o|E (20.2 g
E

=
2F (18.7 g, 88 mmol), HIEY]= (EHLEXS

M&?mM}QEb.E$ﬂl%nm HEZsto| =2 F & 125 mL, & 50 nlE %%@ HS 7o) 58 80 E=
F2A71aL 10 AR WREAZ . jEgo] FREW N7 22E Aoz WUFy oEolAHER FE3a
7155 2EEAT. 7152 #Ydss & 49 azveagmz 28ty <F0A -8 4y, (75.0 g,
60.1%)

el 1-(2): [F4HA] 1-b]e] A

Bt

seh . g
<THA 1-a> <% ZHA 1-b>

pul

= 1 O
YA 4 gAZE BF St ghew ARvETdYE wg $2 %9 F Aeow 37 g

PR

500 mL Twute 823 Hbgrlo] <F7HAl 1-a> (17.0 g, 45 mmol), ’K"Fi}L}E% (2.14 g, 54 mmol), oEr
° -

o, WztE gl 2-w= FAS Hr), A Eksle] MY mAE 30 B wdk 3 ojasigit. gz 2wkl
vt o 7 AAAS S <E7H 1-b>2 A, (14.5 g, 88.6%)

: (3
— 5

250 ml Eutet ZekA wke o] <E 744 1-b> (14.5 g, 39 mmol), WEFAEAL 145 nlE Y1 80 & $&
sho] 3 AIZE wyk siY. gh2utaEntE TR vbg A § Aoz Wz AjFY, WS fd2 IS
E 150 mloll A3 A7F $ 30 & wwk sglv. AdE aAE 93 & E7 degEs Ao Fo <FHA 1-
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[0550]

[0551]
[0552]

[0553]

[0554]

[0555]
[0556]

[0557]

[0558]

[0559]
[0560]

[0561]

SES46 10-2206195

Er
<FZHA 1-c> <FZHA 1-d>
1L E2usr Zgpag bkeo)o] <E7h4 1-¢> (11.5 g, 33 mmol>, YEFE2HE 300 mlS ¥Wil AL wyl 3%
o}, BE(3.4 ml, 66 mmol)S CFZE2W e 50 mloll F&lste] A1k, 8 AIF AL wuk itk uke- ¢kw
F HEE 870 olAlE 100 mlS YW mtEsith. AAE uAlE o3 F ol ECR o] Fu. uAE B
wZzaddoz AdAste] <E7HA 1-d>E a9t (11.0 g, 78%)

<FA 1-d> <FA 1-e>

250 ml Feber Hebaa whg 7)ol 2-B R Ratoldld (8.4 g, 0.036 mol)¥} HEZ S| =RFE 1
AAaE7leA -78 =2 W7 s9ict. Whe ukg S0 =UREE (19.3 ml, 0.031 mol)<
A H7rekde. HES-gole 2 AIZF Wb & <F7kA] 1-d> (11.0 g, 0.026 mol)E FFH4 Wi Aol wut 3t
ATk Rk gHAo] WEH TLCE W FAS FIsklth. HO 50 ml& o] vk T8 8

o BR FE. #7715 BEdte AW §F F oMEYolE-”R AqAAste] <TA 1-e> & AU
(12.2 g, 81.5%)

el 1-(6): [F1HA] 1-f]1¢] A

<TA 1-e> <THA 1->

Zepna W7ol <FHA 1-e> (12.0 g, 0.021 mol) ¥} o}AEAF 120 0 ml, ik oml & Qa5
shaleh. aAlzh A= gkt iiu}ilﬂwi s A F]l F de2e b
00, AEEz Aole F RxmgzzdlAld Fo dg7pad o3, 55
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[0562]

[0563]
[0564]

[0565]

[0566]
[0567]

[0568]

[0569]
[0570]

[0571]

[0572]

[0573]
[0574]

[0575]

SE506 10-2206195

<A 1-f> <334 1>

250 ml TuteEEad Wg7le] <FhAl 1-1> (5.0 g, 0.009 mol), (4-EJM|F-&ud)-dHdoln (4.7 g,
0.021 mol), ZEE(IDFAEIOIE (0.08 g, 0.4 mmol), AFEHMIF-EAI= (3.4 g, 0.035 mol), EZEHA
YHrEE~3 (0.07 g, 0.4 mmol), EF< 60 mlS Wi 2 AZF 37 wwkegict, WH&8ks § A2 ¥ 3%
LR RS fE R 22 FEINT. §715S Byste sladlgddeolER FeAY ¥ Asks
=&, A9 aEvEadyE BdAA F yZERadeat oiqEow AfAdAste] <3e] 1>S dUTt.
(2.9 g, 38%)

o

MS (MALDI-TOF) : m/z 852.41 [M']
Wyol 20 ey 339 G4

A o2-(1): S7HA] 2-a9] A

o | \E,, - I
4%y ,g:gjj

<F7HA 2-a>

2L TonteErEEem Whgvlel 4-BRERUWEFT(100.0g,0.405m01),  ClEld  Evdd (47.7g,
0.486mol), [1,1'-¥la(tddz2vw)d2A]tZF22dE  (9.92g, 0.012m0l), L£2=37e(2.31g,
0.012mol), EgHYFEA7(10.62, 0.040mol), Egjoeo}dl 700mlS ¥ ALEH7]dA 5A1ZF SFuwt &3
o ¥R & Ao R WSt e 500ml Wol WhE FEIIGTE. Aol Eg At Adg s 2 oI}
Ak, ol e ek wFete] <E3HA2-a>(130g, 84%) AUt

g ef2-(2): FHA 2-be] dA

™S H
Il Il
O s, . o
7 T
Q\ e, ﬂ\ e =
<F7HA| 2-a> <FE7HA 2-b>
L EutdZab A wher)o] < 7kA] 2-a>(130g, 0.492mol), EHAFZE(101.9g, 0.738mol), WIEHE 650ml, H
Egtslo] =27 650mlS Wi A-2oA 2A17F wyk 3Qlch. wkEds § ek 500mlS Eol whES *do}@
o, S8 AE AqTstal o2 dEolME o ESt ER FESIAUT. fU1E5S B vlavlEATelER
FA F oysle] dEE AT, LdFe e <F7HA 2-b>(82g, 84%) A SUtt.
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[0576]

[0577]
[0578]

[0579]

[0580]

[0581]
[0582]

[0583]

[0584]

[0585]
[0586]

[0587]

SE506 10-2206195

P el2-(3): FHA 2-c] A

H [
g | |
£ I | Br Q-
.ff_d}.l"' B ,.:’"_{' J ||
<SZHAl 2-b> <F A 2-c>

oL TovbeZel s wkg7le] 2-H 2 wulo]Fd (66.0g, 0.283mol),<&7HAl 2-b>(65.3g, 0.340mol), [1,1'-H]
2(MAdEAY ) HRA Y I 22285 (6.94g, 0.008mol), £ =3F12(1.62g, 0.008mol), EdsldE A3

(7.4¢,0.028m01), Edogolyl 500mlS Y1 AAE] 7oA 5A17F S-Fm s, vteets & AJeom 1
Zhabal ek 400ml gol whg TG, dfolEt AYItANEE Za ARl NS et wHFE
A 2AE ogsle] <F7HA 2-c>(80g, 82%) AATE.

A d2-(4): SZHA 2-d9] &4

A AN / i
% 7 W ¥ L
_rl ,:'__- e l.r ) £ W
- = | T
A g A
| € il 1
4 b W O
4
<FZHAl 2-c> <FA 2-d>

L SEutgZgb A vkey)o] <E7hA 2-¢>(80.0g, 0.232mol)S HEFE&2H e 960mlell o] @i FAAE 7]
A -8R Wzbelgith. Wty goe] daslelo] 9w (278.4ml, 0.279mol)S Htela AL A 124]
SGiTE, Hbg 97 F AFAO|e AT olE x5 8N S Yy wikEly. UEFE22vehy &

S RBosty ZdsFsdt. ez 4HS ol <F7HA 2-d>(67g, 61.3%) AALE.

P el2-(5): FHA 2-e] A3

—% 351 R
i, /R _'_\ —, 4
P e i
=== = il | e
'--?-.,_ e I'-’ ',1I
I"-:: .-I'
<FHA 2-d> <A 2-e>
500ml SvtegEelaa dkS oo <F7hA] 2-d>(54.8g, 0.117mol) 3} HIEZElo]|=2F &2 150ml ¥o] =9 &
AnE7N0A -78ER Wrtetgn, Wzte Solol] 1.6% =THEF(62.4nl, 0.1mo1) & A7}l FULE
oA 1A7F wEkEkdth. 9-Z 2 o= (15.0g, 0.083mol)S ElEglsto]l=m et 50mlel] Ho] 27bsla AhLol) A
BAIZE mkatith, Wk k8 T oeolMH o E9} B2 FEIISTE. §715S EEldte] viadlgddelER £
FAE § ofste] ehESE stk SUFH O] <FIHA 2-e>(33.2g, 76%)E LA,
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[0588]

[0589]
[0590]

[0591]

[0592]

[0593]
[0594]

[0595]

[0596]

[0597]
[0598]

[0599]

[0600]
[0601]

[0602]

[0603]
[0604]

oin
]
Jm
9!

P el2-(6): FHA 2-f] 3

P — =
I: :\" il i W ‘II'-
o L ! A i W g
e e e
= re® — F.
f St TOH '/: e o h
= NN — R =
}_{, h— hees —y
A A I ! i
£y i ¥ (i Y L
W PN L Pd.
T | | sem— |
| ] | |
= S
<A 2-e> < HA 2-f>

1L T3varZe A~ bke7)o] <744 2-e> (33.3g, 0.063mol) ¥ oA EAF 330ml , A4F 3mlS ¥

il

20, Wlete =2 MojZt). <E7HA 2->5 A}, (28.6g, 38%>

P el2-(7): FA 2-g¢] A

— A = A==
[ 1 { \
M Ny A N
— e =1 5% 5
§ R Er—%& '
— —t ) TE— { a —Br
 — =i \:,  —
A 1 1 A i A
b ol B e f 5 0
N = ||1 e i |
| | 1)
ki |~:_~_.ﬂ.__
<FHA 2-f> <FHA 2-g>

1L%%m%%ﬂiﬂw%%ﬂw<%ﬂﬁ2ﬁxmug,Q%%mm}ﬂﬂiiﬂﬂzmlilyﬂ%ﬁﬂ.
/K

rp il

(6ml, 0.118mo1)& HZFZ=wet 4omlel 3413ke] 2718190}

i HE ]
ks g8 F WEE 10mlS 9ol AAE 2AE oYsta wESR WO}—rgj\r/]— 2h0 1 9-7

I oA Eo R AAAste] <FIHA 2-g>(16g, 60%)= AU,

A o|2-(8): 3}3k4] 339] BHA

o sl Y = M-
G = i e
IIQ': 2 JII_ _&LL— 3 ..;‘:*-_‘_ ; __\I I & Ifl-ﬁﬁ'.'.
Br '.___I‘s / B ﬂ ] \ g Netd
— LBr oy e Lo ey i
)‘tl L _"\I:}, j:.r II 1 _N' :’ l",_ _."‘l n i i M
5 = HM - = Mo ol w o T g
= AN i . e R S
b l - — ]| ] b p G, PO Z I |
.:_," - ‘\‘> L o A r- — =y {
W cacf —E.‘ c:I\ ':':s, Ch & \} ]
L Are =
<A 2-g> <g}sh2] 33>
B71 @A 1-(Doll A <FHA 1-f> Al <F 3| 2-g>AHE3E 21 Alelstals, 43 e o

2 33> (2.5 g, 31% )& LA}
MS (MALDI-TOF) : m/z 1064.5 [M+]
A e 3 534 499 FA
FA3-(1): T4 3-a¢] 4

OH OH oH O

C@* — o

- 100 -

F ok gk, gkewtaRulEaR R wve A 9 & Aeow Wzt gt AAdE uAE

10-2206195

I 3AIZF 3
CERES



[0605]

[0606]

[0607]
[0608]

[0609]

[0610]

[0611]

[0612]

[0613]

[0614]

[0615]
[0616]

[0617]

SE506 10-2206195

22t ( 50g,266mmol), ™ EFE 1000ml, BAF 100mlS ¥ il
A2 Yeidith. 92 74 5 § o
2 553 & 47, 4 5 F d9s B Yo 24

&
off
g
=
1
gl
B
[>
H
=
olo
N
o
i
o
[
N
>,
X
o
[d

vk &tgith, TLCE w8 =4 g9l
%71%——‘1 22 sle] nlau|gAl A o)
3-a>(39g, 72.6%) AT},

I o

A o|3-(2): ES7HA] 3-be] @A

OH O OoH O
,/:“‘ﬂ‘:: “‘ﬂ-»..--""-k""o —_— |ﬁ""'\'\ .-"'l"‘-..j/lh-o
Br
<A 3-a> <EZHAl 3-b>
1L FonletEebas whg ool <F3hA| 3-a> (39.0g, 193mmol), OFAIEA} 390m1S Wi e wukslgich, oA
EZF 80mlel B (11.8ml, 23lmmol)S 3]4)sto] wh-g-& e A7} s1giv). #hg8d2 Ao 4 5A7F wRHks}gl

touks gRS A" aAE odsiglal, AE s2d] § <$ Al 3-b>(50g, 90%)E DU

A ol|3-(3): F7HA) 3-co] A

OH o~ ot o

| T *-.j/go - f’“‘ftu,-f’lx_ JJ‘%O
= T;; [l -
Br Br
<% ZHA| 3-b> <M 3-c>

2L TEvpgZet A wke7)e) <E7HA) 3-b> (50g, 178mmol) 3} E]ﬂiiuﬂ S Y w
H % % )}

A TEld (28.1g, 356mmol)e WHE-&do] Wil oA 208 uHk 3FATE. de 0=z Yzt & ALk
7104 EgERoadedyxyY Adslol=glo]l= (65.24g, 231mm01)€ A7}et Tl 3A17F ik & TLCE RES
T4 g, & 20mlS ¥ 10 wRkeSIY. vbg 892 A 5 & AGEE st <FHA| 3-c>(45g, 61%)

s 4.

aﬁ-*é‘ﬂ]B‘(‘l): %—Zl—;‘(ﬂ 3_d94 a;,—j}_xc_)]

HO. . OH b
o o = n“l

<A 3-c> <TZHA| 3-d>

1L SamtgZeaa vbgo)d] <F37H4 3-¢> (45.0g, 0.109mol), 4-TJHlZHEAL (2 0.120mol), HEZ}7]
Z(Egdd¥29)Z2e5(2.5¢,0.22mmol ), ¥ EFEF7FHUO]E(30.1 g, 0.218mol)<S ¥ir EF4 300 mL, ofgk
$130mL, & 90 mLE ¥ATF. ¥FEU]o] SRE 0ERE H2A]7])al 5AZFYEA A o] ZaEW WLy
s ARor Wi dEolAHlER FEIAL f7]5E HHNTY. fUES e s F AfaEqE
g d g2 Bysle] <F7A3-d>E AUt (22.0g, 46.1%)

ol
S
0Q

O
3
oo
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[0618]

[0619]
[0620]

[0621]

[0622]

[0623]

[0624]

[0625]

[0626]

[0627]
[0628]

[0629]

SE506 10-2206195

P e3-(5): T34 3-e9] A

s e <-';x k- e e
By T
S - [rYe
i |
Br Br
<ZE=7FA| 3-d> <E7HA] 3-e>

HHg7]e] <FZEAl 3-d> (22.0, 0.05Imol), FAFSMIEF(2.65g, 0.066mol)S Wil 48413k
S o 95 F A2or W7t siglrh. WaE &9 2- Aaks AU, Abdstete] Add
A= 30 ik ¥ oGy, IREdE m@Eitor AAA st <FiHA 3-e>E AU, (17.6g,

P e g
o~ .‘r- Eli" =
S e T =0
[ ] ™ (]
T «
Br Br
<%‘Z_]_—i‘ﬂ 3-e> <%‘Z_]_—iﬂ 3-f>

500ml FvbeRE g~ a Hk27)o <F A 3-e> (17.6g, 0.042mol),
5 =

HEkdEA 170mlE 93 80EE S 3
of 3AIE wnk Sigltt. grevtARvED YR whe FAg] § deo

=,
= 97 AAd. wg

ENe d5E
150mlell 338 A7F - 30% wwt sgivk. AdE uAl= od ¥ w3 vgeR Ao Folv. A= BeF
ZRHA Ho] AEFAd =] ojisigitt. o JE FF F opESR AAAste] <FA 3-f>

A9k, (12g, 71%)

g ef3-(7): FIHA| 3-go &A

I 1 T e
o B 'i i W
o= o=
i, - =
1, 0 L o)
[ ] (L]
Br Br
<F7HA 3-f> <F A 3-g>

1L S2utgZakas wkgo)o <F7HA 3-f>(12.0g, 0.030mol) ¢} TEZ2WEr 360mlS YAk, A-2oA
st 32(3 Iml, 0. OGmol)% gz 2 et 40mlol] 32X skl Hr1ednk. A2olA 124]7F wHErg] o
W gkm & ovEkE 100mlE wol AAE aAE Adsta Hehs R AolFrt. A 1, 2-tE =2y
ol EC R A <FIHA 3-g>(10.3g, 71.7%)E LU},

ol

- 102 -



[0630]

[0631]
[0632]

[0633]

[0634]

[0635]
[0636]

[0637]

[0638]

[0639]
[0640]

[0641]

[0642]
[0643]

[0644]

[0645]
[0646]

[0647]

P e3-(8): T34 3-he] A
[ 1 e
YA
o~/ =)
= . S —
A S0 [ l
u | =t B
e
7
Br

<A 3-g>

371 A 1-(5)A <F kA 1-d> thal <FX
Al 3-h> (10.0 g, 73.4% )& A

A el3-(9): F7A 3-i9) A
Ll g LA F
i 9
bl Y o E a il
= i e = A
o ,f'lh‘:\_ \.\-J -1 =% 'fl‘ ‘ 'I
el LD &
e iy r N
Br = Br

A7) A 1-(6) oA <=7HA| 1-
A 3-i> (6.3 g, 64.8% )= AU},

3 o)3-(10): 3}8k4] 499 A

SES46 10-2206195

=, = _\'s. o = — I_
e = " -%": f
.,-'-!'\_ b g /:5_‘___‘ S ﬁ -,___.,’:_r .'."J‘\-
o : \ - i 5
i — |-| -;] B .':"‘I ,'}'\. \'r-_-:al
B .a--_":r .u::l' "?_-E-l' & ‘H-\.]'.- s L__;'. . -:_I ] ] )
S T HN. A NN M
=% ¥ — Ry
i z‘:) O. ,-L_T-"l. [lh i " ! _,E' II__"\.' | KL_ L Iu'l ,
S . ) ‘I e l":fx 2} O 3 \,ll-f-'-
o __"'\ o L ) /

<A 3-i> <3} 49>
A7 FA G 1-(7) oA <F7HA1-f> dA <5
21 49> (3.0 g, 36.1% )& Ar}.

A 3-i>AE R A ASlsas,

MS (MALDI-TOF) : m/z 1014.5 [M+]

G4 40 38 769 T4

A dl4-(1): FHA 4-a9] T4
0
o 4 R\ 7N
/ \ —— —_—
o B
0"k
E” A
<FZHA 4-a>
500ml  FEubEEgiAT ¥ESrlo]  1-B 2 RUMIFEFT(20.0g,0.081mmol ),
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[0648]

[0649]
[0650]

[0651]

[0652]

[0653]
[0654]

[0655]

[0656]

[0657]
[0658]

[0659]

[0660]

[0661]
[0662]

[0663]

SE506 10-2206195

0.105mol), [1,1'-¥]Aa(dudz v )zl azzdels  (1.3g, 0.002mol),  EEMFolAEHoE
(19.9¢,0.202mol), 1,4-t}o]ZAl 200m1-S Par 10A17F &7 wutslgith, Wk 97 3 AlglolE =g o3}
QAth. ojde 7 I APRYP L vEFEEdendgor AA4 o] <F7HAH 4-a> (17.0g, 70%) =
AALt.

S dl4-(2): TZHA 4-be] A

O Br

o ¥R |

A AL e 1]
| i (8] + == | ' Dx

| _E =
i T ] {‘. } |
Br 3 '-I- x, o '—‘:‘_‘ J |J
F A i
<F7{HA 4-a> <SZHAl 4-b>

A7 A 1-(Dell A 4-tl R EAF A <F A 4-a>A8-3 AS AlQstas, 9 WS o83ty <F
ZHA) 4-b> (13.1 g, 68.9% )< AAurh

A odl4-(3): FA 4-c9] A

Br Br
| - | .
“ l 8] | = OH
= T I = ~ 1 I

W A | e :\_ =

an S0 YT
o = 0~ %

<F7HA 4-b> <EZHAl 4-c>

7] A 1-(2) ol A <F A 1-a> tial <F3HA] 4-b>ARESF Z1S Al9]stale
A 4-c> (11 g, 87% )& LA

S dl4-(4): TZHA 4-d9) A

Br Bi
| -
& x | ) W
\\. _// 1 |J I|l IIII" “{' :;'I
o il it -
< ZHA 4-c> <A 4-d>
A7) B4 1-(3) oA <FHA 1-b> A <F A 4-c>AHE AS AYstans, HUE WS o] fate] <F3H
A 4-d> (9.0 g, 86% )S LATh
G dl4-(5): FA 4-e9] A
Br Br
iy il
] i
|II ,.:': 18] S ‘T: ..,F:'U
={ =
O k T Y7
D Nl D '._Br

A7 A 1-(Dell A <FHA 1-c> Al <F A 4-d>AESE RS AlQstae
A 4-e> (6.7g, 60.7% )= AU}
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[0664]

[0665]
[0666]

[0667]

[0668]

[0669]
[0670]

[0671]

[0672]

[0673]
[0674]

[0675]

[0676]
[0677]

[0678]

[0679]
[0680]

[0681]

omn
J
Jm
Qﬂ

10-2206195

P ell4-(6): FHA 4-f] 3

Br Br

il =

= o R ~

4 || e ..'. e __,' [__, ||
Loy e I 1] 2~ b

oy =y K

Br Br

<FE7HA| 4-e> <ZE7HA| 4-f>

A7) A d 1-(5)l A <F7kA] 1-d> tA <F A 4-e>AH88F AL A Qstae
A 4-f> (5.2g, 55% )< LAk

A e4-(7): FHA 4-g¢ FA
_."ll - i =] 5 _':“'-\
W aw,
. OH L
i - =\, TR g J—q{_\ : \
Elr—i _\}_ﬁ d-_-—El-r Br \:,—%—r Br
g L b
% 1 S
|I| || L _,.,ll
<Z7HA 4-1> <F A 4-g>
71 FAdd 1-(6)ell A <FA 1-e> Al <F A 4-1>A18-3 AS AYstais, 598 S o] &3t <&
A 4-g> (4.3g, 85.3% )& LA
A ell4-(8): 382 769 g
—_ o il - -
oo ||] LS L R 28y
B T N e Vi, VI
ll'u,__ '::ll Y ) T Br & \I. N 1]'-' ¢ 'r “ -N}
E ==t HM_ I T e S S N
e L. o o) ” | ; I\ i = |'__J'b _.":" .___-,
|.%- " g
<F A 4-g> <3}8H4] 76>

71 el 1-(DollA <F A 1-1> Al <T A 4-g>A 83 AS Al9fstas, $dd WS ol8ske] <3t
21 76> (2.5g, 34% )= LUTL}.

MS (MALDI-TOF) : m/z 964.5 [M+]
g 50 34 2319 #A

Al 5-(1): =1HA] 5-a9] A

{(HO).B 5 0N G

<ZE7HA) 5-a>
1L FvgEeaa t&%ﬂoﬂ 4-TIHl 2B 22H(85.0g, 0.401mol), H]AFEA(I11)Yo]Ed o]
(99.2g, 0.200mol), 3 AALBY7A 7052 3AZF mutslgic), ut
AdE DA o#ﬂro}o RolFE T <F 1A 5-a> (61.5g, 72%)E AU,

-1[11
ﬂ‘ 2
o
)
S
B
[o
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[0682]

[0683]
[0684]

[0685]

[0686]

[0687]
[0688]

[0689]

[0690]

[0691]
[0692]

[0693]

[0694]

[0695]
[0696]

[0697]

SE506 10-2206195

SAdd 5-(2): F7H4 5-bo] A4

0N 5 H:N 0
-0 I & = B
<A 5-a> <F A 5-b>

3L

oL BEubetEelaa wkgsle] ol P Alobmol A o] E(202.9g, 1.79%4mol) St Tl EE S olrtol = 500m& WL},
e ¢

=
T

20
o

<
FAsL AR (67.10g, 1.196mol), AFo]erslz&(38.95g, 0.598mol)S YWl tHdEEolnfo]lE 200mlS B A
& wEk &g, B gl <E7HA] 2-a>(127.5g, 0.737mol) S ZER W& I 50Lo| A 72A17F wEkElg]
WS- o8 F FASUEF $£89(25%) 200mlS Wi $F wNkskQlth. 3AIZF muk & e W7t s1gian, ol

€l
1E¢ &2 5= st #7152 2gste] A6 &5 il Ada=viEadyge EgAAlste <3
A 5-b>(20.0g, 16%) D AT,

FAd 5-(3): F3HA 5-cf 4

HeN 0 o N 0
NCW% - /w
o o’
= —_— ""—'/

<A 5-b> <F A 5-c>

2L FovtgEelaa w-grldl <F7HAl 5-b>(20.0g, 0.096mol), oﬂ%% 600ml, S=Aaksbzt
2.53mol) 170mlS Y1 12A)17F 5 wwkEgivh. whgo] QPEQ‘E@

400mlE Ya AAsEd s AAE 1z

(17.0g, 88.5%)A AT},

el 5-(4): S3A 5-de] 44

HO 0 —0 0

& 3 5 W
<ZFZHA 5-c> <ZFZHA 5-d>
oL TautgZ el whgv)e] <ZE7HA 5-¢>(17.0g, 0.075mol), 32t 16mlS W3 72417+ SFwutslodct. vk
47 F A2 Yzt F odEHolHEHlEY B FEIULY. FUI5S ®BEstY EFEAYEF FEdoz Ao
FAY. 7152 Y sFFol wees JF Ya AFE uAE oJHste] <F3hA| 5-d>(14.0g, 77.6%)5 &
SAtt.

Pl 5-(5): FHA 5-e] A

H.N I
. 0 —0 0

<ZE=7+A| 5-d> <ZE7FA| 5-e>

500mL FotubebZels whSv)o <ZF7HA] 5-d> (14.0g, 0.058mol)T ¢34t 20ml, & 100mlE €3 0%z Wy7}s)
o A ZF wd 3T, Y oA 2FUOERE(7.4g, 0.116mol)5EN 50mlS wFS-g o] A7t & 1AI7F
kst 22 =315 (30.0g, 0.180mol) 489 100mlS 27} & w) 8- LMo w7} 52 WX LA F
o3t A7FsA Y. 5AIZE Aol Al wteFal HhE 9 E F AFAle| QAT olE Sgdor ML T o oA
HolEol E2 F& 3. 7152 w8 AYdss: = Add=vEadaz 28 AASte] <1k 5

=
e>(9.1g, 48%)E IYth
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[0698]

[0699]
[0700]

[0701]

[0702]

[0703]
[0704]

[0705]

[0706]

[0707]
[0708]

[0709]

SE506 10-2206195

Pl 5-(6): A 5-f] 3

i
0 ]

0

“h g J (4 )
P B + o

0" m o-B.

<F A 5-e> <F A 5-f>

250nL FRbeFE el wkST)ol] <FhAl 5-e>(9.3g, 25mmol), 4-TIMIEFIEEAL (8.3g, 28mmol), EHIEEH]
2(EgAdE29)2e5(0.62, 0.05mmol), FEFFIFRWOIE(6.7g, 50mmol)E& YW EF9 50 nL, ®HE&}s}o]
T2 50mL, B 20 nLE ¥k wks7)9 %Eg B0 F2A71aL 10A17F W
WEE71e] g A2ow vl oHopH ol ER FEaL f7]5S sttt f7)
AzvteEagy 2 Fgste] <FHA 5-1>(5.3g, 52.3%)S AU,

el 5-(7): FIHA 5-go] T4

HO |
0 0

500ml ToulgEetaa wrerle] BRRulAl (25.5g, 0.163mol)¢t ElEZFSlol=2Fe 170mlS ¥l AR
1 1*1 782 ¥zt sglvh. WaE wkE &do] I REHE(1.6%)(95.6ml, 0.153mol)S A7Feitt. &4

oA 1AIZF k& <Z7HA 5-1>(20.0g, 0.051mol)S €& & A2olA 3AIZF iyt stk s o5 &
% 50mlS ¥il 30% wHeeith. oHolAlHolEet B2 & F f7152 EEst Y F dst. w54
EAo] o EAF 200ml, G4t ImlE 9 S0EE & eIt W 9w F Ao wWrAsdm AR
A= o7 &k, WEE R NolFE T <F7hA| 5-g>(20.0g, 78%)E IUtt.

Al 5-(8): F=%FA| 5-he] &A

—
0
<A 5-g> <FZHA 5-h>
100mL F2utegZak2= whS-7)o] <F3HA 5-¢g>(20g, 58mmol>, UEFEEU|Er 40nlS B AL mwwk &9, B
E=(5.8ml, 116mmol)S UZE =W 10mlol] 34 &te] Hrlslgar, A A2 uwwk ki), whe 98 % vk
&7l obAlE 20mlE Wi wwkeigivh. AAE A= o9 § opAlESR Ao FUY. Al EnFREA

Moz AAASIS <FA 5-h>(15.8g, 55%)E AAT}.
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[0710]

[0711]

[0712]

[0713]

[0714]
[0715]

[0716]

[0717]
[0718]

[0719]

[0720]

[0721]
[0722]

[0723]

Hdd 5-(9):

3}8h2) 2319 A4

<EZHAl 5-h>

100ml HmbeEetaa kel <37k 5-
(ID)okAEle]E  (0.08g, 0.4mmol),
0.4mmol),

g3 =2 FEINY. f715S 2Yste] vtadladolER
mtEDHT R FYAA § SRR e ol ESR A3t <3}

MS (MALDI-TOF) : m/z 890.0 [M']

Aol 6: 2184 989 §A
Al 6-(1): =7HA) 6-a2 A

Of

2%y
O

<A 5-f > <A

100mL e
3L 48A17F gk
oﬂoﬂ 2-4 L oﬂﬂ

ABA se] <F2HA
SAdd 6-(2): F7H4 6-bo] A

0
O

AFE M P B Ao = (3.2,
B4 50n1¢ YA 243 BF wwsdnh. MIRE F 4 37 davh. w3 goe gFea

a3 Tl <FHA] 5-1>(5.3g,
ok sk, gkt AmvtEaYe g F
s Astste] AAE AE 308 u
-a>(4.5g, 88.0%)S Agit}.

L]
- N
0

SE506 10-2206195

<3}8}2] 231>

h> (4.0g, 0.006mol), T}o]
0.032mol),

-p-Edo}vl (3.2g, 0.016mol), Z&}F
EHMEFEE2~7(0.08g,

S 242 Addas

F2l 231>(2.1g, 41%)S AT},

7U].o1— i-:_%_—g},oﬂ xjr

HO

(1]

00

6—a>
15mmol), FAFUEE(0.7g, 17mmol), o&HE 50mlS
<)

A F d2eow Y7 Siging. J4d &
ojysldrt. CFzauvey} wdElaos

rE
o

<A 6-a> <FZHA 6-b>

100m] SnbetE el
7F Wk O}Oﬂu} E,;:_g
A3 A7 & 307 wyk

83.8%) = A3itt.

7] Oﬂ <-5‘7]'X‘ﬂ 6—
EH}EZEH J 2 HkS
soch. g

a>(4.5g, 12mmol),
ZA%] F Aeom WPzt AAL)

S 8ol 34
d e
aA= Y =

> E- 50ml ol
. <A 6-b> (3.8g,
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[0724]

[0725]
[0726]

[0727]

[0728]

[0729]
[0730]

[0731]

[0732]

[0733]
[0734]

[0735]

SE506 10-2206195

Pl 6-(3): FHA 6-co] 3

0
W h
\_.a—" —

helats

<F A 6-b> <FHA 6-c>

100mL FotvbetEekas wkg7lol <F7Al 6-b>(3.8¢g, llmmol>, YZFZZve 40ml-S Qi A2 wwt &ich
BE(1.Inl, 22mol)e HEZ=2Me 10mlol] 348t} 27hshglar, 8AIRF A ik shitt. vkg s F wkg
&711 OMlE 20ml-g ¥ar wRkeivk. A" A= o3 F oplEor Mo FUY. aAE ReIREd

Aoz ARG <F=7A 6-¢>(3.0g, 55%) = AAT}.

SAdd 6-(4): F7H4 6-d9] T4

<FA 6-c> <FA 6-d>

100ml FutgEelas whso)d 2-B R malelsld (2.1g, 0.009mol)¥} HlEglslo] =2 30mlS ¥ A
oA -78= 2 W7 shelch. WhE kg gdlo] wUREEE (4.8ml, 0.008m01)S YU 2=olA H7ts
Ak, WESgAL ox 7 WRE F <F7HA] 6-¢>(3.0g, 0.006mol) S FFA P AL umwk sk, Wk &
Aol W TLCE W& TAE& Slahlth. H20 1ml& Yol v F= sta ddoleo|Est B2 &3
Aok, F71E BYsle 7Y §F F olAEU|EF R AAAQstY <F7HA 6-d>(2.5g, 64%) S AT},

el 6-(5): FHA 6-e9] T

<ZE=7HA 6-d>
100ml SuteEEatA~a 9o <F7H4] 6-d>(2.5g, 0.04mol )} O]—H]E’&Zml , S 0.5m1S gar 5417 &
7 Rk }oﬂq A7 A JE%‘%ELEHFE:LEH ]i s T4 81 + E%P—E al
A 43 3 120, SR Hoj: & E , EF
6-e>(2.2g, 90%)E LUt.
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[0736]

[0737]
[0738]

[0739]

[0740]
[0741]
[0742]

[0743]

[0744]
[0745]

[0746]

[0747]

[0748]
[0749]

[0750]

SE506 10-2206195

stAld) 6-(6): 3}sha) 98¢ a4

5 b
. !
%Q 0
<E7HA 6-e> <z}stal 98>
100ml S2utgZ gt~ ke 7)o <ZF7HA] 6-e> (2.2g, 0.003mol), 4-(E|AHE)-N-(4-(Exdaad)sd)
obql (2.4g, 0.008mol), E}H(II)OW 1 °]E (0.04g, 0.2mmol), AFEIMZF-EAo]=(1.6g, 0.016mol), E
EAM YR EYEAT(0.04g, 0.2mmol), EF A 30mlS Wi 2417 &F et wksog & A2 Wzt a9l
t}. Bs g fFgaduy) E2 Tgs}%‘t}. 715 Eeste] nlavgdueolER FaAE & A B
39t B4 AYaznEadgye 2y44 3 gEradves oiEe R AAAsle] <3}k 98>(1.4g,

43%) & AATH.

MS (MALDI-TOF) : m/z 1086.50 [M']

e

AYE Z-A=(EXCL) & 33E9] AZ4
A 70 3= 109 ¥4

Al 7-(1): F=HA 7-a9] A

8]
e e, [
e CM

N, NH,

[Z3+A] 7-a]

1 QEEL} gl (97 g, 0.56 mol), HIE AlofiolAE]e]E (166.5 g, 1.68 mol), AlQtstZE (40 1g, 0.62
mol), A& (62.9 g, 1.12 mol)S ¥ wHkSI Y. fuE X Eolufo]= 970 mLS ¥l 60 TolA HHAY
WERITh. AARolA HAEE st SmE ﬂlﬂﬂ H 10% FABIUYESESEY 500 nLg ¥ar of 143 Bt
Azt 49 AR EaduRE FEe $ E5AR Juor QAAAS Y [FHA 7-al 50.8 g (& 75%)
< A

MH-

Br

CN . =
o

MHs

[Z7HA4 7-al [Z3ZHA] 7-b]

[F7A) 7-a] (18.5 g, 0.11 mol)S tHE X Folrlo]= 200 mLol =<1 ¥

o

)

U= (20.1 g, 0.11 mol)& YW Eolulo]= 100 mLoll FolA]l 1AIZF < A At Ao &
A T 12 AR o wk AT i) SHFE AHAA SR AojFau EFAY weEE A5
[FZHA 7-b] 18.7 g (& 69%) & LU,
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[0751]

[0752]
[0753]

[0754]

[0755]

[0756]
[0757]

[0758]

[0759]

[0760]
[0761]

[0762]

S=<S35 10-2206195

Pl 7-(3): FA T-co] A

I 0

O +

Ch |
HHo HN\Q/N

[ZZHA 7-c]

PhMgBr

[Z7HA] 7-d]

[ 7-c] (29.3 g, 75 mmol)E ElEgste|==3Fe 100 mLol] ¥ wwketgich. #d
(3.0 M in Et:0) (43.7 nL, 148 mmol)E #Hs}alar 0 CellA ok 1A3F

=

(9.7 g, 89 mmol)E AsIst & o&F 1A A=
sta B o HojFof |

el 7-(5): FA T-e] T

e
sole
i B
T ¥

[Z3HA] 7-¢]

-d] (27.4 g, 55 mmol)E A3kl ok 80 mLol] Wi WA FFAZHY. 2L
%%#é»%smmﬁizﬁd doith, B, dee, Jdegow RNolFia EFqQY o=
g (¢

& 45%) S AATE.
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[0763]

[0764]
[0765]

[0766]

[0767]

[0768]

[0769]

[0770]
[0771]

[0772]

[0773]

[0774]
[0775]

[0776]

[0777]

[0778]

el 7-(6): shgh= 109 FA4

8 | [T
-\\\\xl/ é
CI
[F3HA 7-e] [3}gH= 10]

Ao 6-(6)N A AFE3H

AFSSt FYE W o R sty [33HE 10] 9.2 ¢ (58F 68%)=
MS (MALDI-TOF) : m/z 558.21 [M']
A 8: IFE 119 A

FAd 8-(1): 34 8-a¢l 34

Fdel 8-(2):

» i ()
cvﬂ\o""\

go +  PhigBr
CH

MH HM

Z7H4) 8-be] &4

[F3+A] 8-a] [Z3+A] 8-D]

gl 740l A AR |
16.5 g (78 78%) < 4A

gl 8-(3): FRHA 8-cof A

50 —

C)
o

- 112 -

SHA 7-c] WA [FHA 8-alE AFESHo
=

[ZHAl 6-e] Al [FHA] 7T-el& AHESRaL, 4-tHlx

At

S=<S35 10-2206195

i)
(o
fr
o2t
oX,
ol
ol
2
of
)
N
¢
=



S=<S35 10-2206195

[0779] [Z7HA 8-b] [Z7HA] 8-c]

[0780] 3dd 7-5eA ARgS [FHA 7-d] W4l [FFHA] 8-blE AMESte] U WHoeR st [F1HAl 8-c]
9.7 g (& 4%< AT},

[0781] Ao 8-(4): sEE 119 A4

[0782] G

[0783] [Z7HA] 8-c] [3}3HE 11]
[0784] A 6-(6)ol A AFEE [S70A] 6-e] A [FA] 8-c]E AFg3slal, 4-UHEXFAREA 2 EgudA-2-
AR EAS 285l Y3 oz st [SEE 11] 4.9 ¢ (58 64%) S AUt
[0785] MS (MALDI-TOF) : m/z 558.21 [M']
[0786] A 9: 3FEE 169 A
[0787] Ao 9-(1): 33HE 169 34
1 L h
7
Mo M
l Ve
[0788]
[0789] [Z7HA] 8-c] [3}3HE 16]
[0790] A d 6-(6)o - AFE3F [S7HA] 6-e] A [F7A] 8-cl& AFE3staL, 4-UHZRFHEHEL il 3-(Y=E-
- AR EE AFEEte] TS o= et [33E 16] 5.6 g (& 66%)S FUT).
[0791] MS (MALDI-TOF) : m/z 534.21 [M']
[0792] A 10: FFE 189 FA
[0793] gl 10-(1): F7HA 10-a9] A

[0794] MHz

[0795] [ZZHA] 7-b] [FZHA] 10-a]
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[0796]

[0797]

[0798]
[0799]

[0800]

[0801]

[0802]
[0803]

[0804]

[0805]

[0806]
[0807]

[0808]

[0809]

[0810]

SES06 10-2206195

Aol 6-(6)014 AT [F7HA)
) AYRENS ALESt] A3

}—‘

el 10-(2): FHA 10-be] 43

I )
cvﬂ\o”\ O
+ PhMgBr
|
I

[Z7F4] 10-a] [FZHA 10-b]

B2 é 1 7-(4)ol A AFE3E [F7HA] 7-c] WA [F37HA 10-a]S AMgste] 5U3 oz ghAlste] [£3HA 10-
7 g (58 76%)& A9},

o
=

0(1

st el 10-(3): FZHAl 10-c9] A

.:3. 2

[FZHA] 10-b] [F7HA 10-c]

g é ] 7-(5)oll A AREFE [SRHAl 7-d] WA [FREAl 10-b]E ARESte] sdg WHo R skl [S3HA 10-
3g (8 470 LA

Al 10-(4): 3} 18¢] HA

—_—
O LK
=
N

o
—

‘ N~ _N
N
\r é
Cl
[52HA] 10-c] [3}3HE 18]

el WAl [F3HA] 10-c] 8 Ak, 4-tpilFan et ol ddu s

Tl 6- (6)011*1 AHE [S30A 6
dstol [3hgh= 18] 5.9 g (& 7203 AU .

Abgsle] T W o g g3
MS (MALDI-TOR) : m/z 534.21 [M']

FAd11: FF¥E 2039 A
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SE506 10-2206195

[0811] g d11-(1): FHA 11-a9] 34
5, o q o
/ = il — g
ass - O
[0812] = =
[0813] <F{HA 11-a>
[0814] L-SoueEgtaa veY)d 4-BRRUWZzFE (150.0g, 0.607mol), oFA|Eclnle]= (53.8g, 0.911lmol),
ao=3k4e (57.8g, 0.30mol), (m)EWMA-1 2-T]otn|Ato]F2NA(63.9g, 0.60mol), EMHZE (167.8g,

L2lnol), 54 150001 ¥ WAl RN, B3 FRFLAA Ao olBsgn wAE T
% F wAZF Y cMEGIELR AR5 F olasel <3

o= oy W Aol FAUn}. elae 4
A 11-a>5 dAt}. (70.0g, 51%)

[0815] el 11-(2): FA 11-be] 34

HM
HM o
ot - o

[0816] Br

[0817] <F7HA 11-a> <FE A 11-b>

[0818] 2L HauletZelam wke ool <E=7hA] 11-a>(70.0g, 0.311mol)¢t oA EAL 630mlS Yol =9ut. BE
(49.7g, 0.311mol)3} oFHEAF 280mlS 4]0} vre7lo A7l Ak, Ao 247F wuk 3 wrSo] JAEH
5 100m1° Su watelgtr, AAE A aA ol ofehE 500mlS W whk F oJ#steitt. A= o ek &

gl o3 Adxsilvt. <A 11-b>E5 ATk, (86.0g, 91%)

[0819] A 11-(3): A 11-co A
HN—< hitty
- P h @ i \O; kS
o J'II R —-
&-‘}/ — \Q/ =
[0820] B B
[0821] <F{HA 11-b> <F7HA 11-¢>
[0822] A-SuteZ g ag Wkl <E7hAl 11-b>(86.0g, 0.283mol), oL 600ml, EHE#slo]==ZF2 430mlS
Po] mol & wHksldtt. FANSIAE (47.6g, 0.848mol)S & 260mlol]l Ho] HHS] wr37le] ¥a v SHFu
o gk, wkes § Ao w  Wzbelsith. °ﬂE‘°M1Eﬂ°1E9Jr =2 FE39 fUI5E 29 2y
FEIAT. AAE A oete HES Y wyk & AT, wWEdEZ o= Jeo R A A A
<F A 11-c>8 AAt. (73.0g, 98%)
[0823] o] 11-(4): Z7H4) 11-d9) A
MH. 5
o B E 2R S
\\:;:/ 7;_,—'-’_7 i{/ \/._—;z/
[0824] Br Br
[0825] <EF7HA 11-¢> <F7A 11-d>
[0826] 2L TEntgZ e A vk 7)o <E7A] 11-¢> (73.0g, 0.279mol) <} 934F 90ml, = 440ml

Kel
3ATt. AF U EYE(25.0g, 0.362m0l)= & 90mlol] mo] w3 o] HrF Y &x
ot 89=3874F(92.5g, 0.557mol)S & 90mlel] *=of %%%Qﬂoﬂ %
Aol EHoIES} E2 FE3IUT. 7152 LFEAtel AT ol E
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[0827]

[0828]
[0829]

[0830]

[0831]

[0832]
[0833]

[0834]

[0835]

[0836]

[0837]

[0838]
[0839]

[0840]

SE506 10-2206195

o FEY. A9 ARntEada R f gAste] < 1A 11-d>F dA. (52.3g, 50.3%)

FdAdd 11-(5): T 11-e2 A

BEr
<ZE=ZHA 11-d> <FE7HA 11-e>
2L SEvgrEZgad wkey)d <EF A 11-d> (15.0g, 40mmol), HEHEAH(5.4g, 44mmol), HIE#7|A(ED
Sz a~m)ZatE (0.9g, lmmol), TEFEZFRUCIE (11.1 g, 80mmol)S Y31 =34l 100 mL, #ErS 45mL, &
30 mLE ¥th. wke7lE SR ﬂﬂﬁ}@ vl wHbsEiTh, whSo] FREW HkSY|e] 2L E ALow YUEyw
ool Elo|ER FE3IGT. fU52 AYESE T Ay aRviEadyz Bt A= deew A4

Xé —8}'0_;‘ <%‘Zl'j‘ﬂ 11_e>e \:MD} 7 539%)

A A11-(6): 3HEE 2039 A

<E7A 11-e> <3}gHE 203>

250mL TEteEEAa wkSTle] <E3hA| 11-e> (7.0g, 22mmol), (10-#d(d5)-StE&FA-9-B 24 (7.9g,
26mmol), BEeH] (=AY ELR)LeE (0.5, lmol), EEFFIHRUICIE (6.0 g, 43mol)S Wi BT
ol 50 mL, NEE 2lnL, & 14 mLE BAdh. W87 25 QLR $&A7| v aA T, wgo

AW gl REE Aeow BRI wEe smle Hel A mukstlth, AdE nAE o3 F e
AoJFtt, TAE= EFQ) ol NELR AAA o] <FFE 203>S AT},

fio o
o

MS (MALDI-TOF) : m/z 501.21 [M']
Ao 12: FE 2099 FA

Ao 12-(1): =7H| 12-a9] A

oL sl
+ // \\
B L\ i:;'}

<FHA 12-a>

500mL EotubeZ et s wke e Y 2-H 2 RulFoo]E (30.0g, 0.140mol), 4-TlWlxX 22k (32.5g, 0.153
mol), HIEZZ|A(EHdEA~)ZeE (3.2g, 3mmol), EEFFIFRUIOIE(38.6 g, 0.279mol)S €31 EF<
210 mL, "I¥FE 90mL, & 60 mLE ¥Wld. wk37|= vl SFuukskit. wkSo] FaEW *1}% 719 228 4
202 WFi JEHolMHo|ER FE31 {7]IF5S EEET. fU5S AYEE ¥ ZAYazeEadga=



[0841]

[0842]
[0843]

[0844]

[0845]

[0846]
[0847]

[0848]

[0849]

[0850]
[0851]

[0852]

[0853]

[0854]
[0855]

S=<S35 10-2206195

Bosle] <F7H4 12-a>5 A}, (25.0g, 59.1%)

Al 12-(2): =7HA 12-be] A

j’%

O 02ME + —
N
a0 :
— S
<F3HA 12-a> <ZEZ7HA 12-b>

500ml ToubgEElaa Wk )o] B2 RalAl (28.6g, 182mmol)¥} E|EZ}slo|=2F & 220ml S

L5
e gole] =BREFE (104.6ml, 167mmol)S Y LEofA

o
o
oy
iy
B~
A
£
~

olA -78m== ¥z Spglvh. Wzte 2 A7}
aholch. Whe-gele 2A7F wHk ¥ <FZhA] 12-a>(22.0g, 73mmol)S i%“‘ Qi Aol mik &gt ik
¢hd F H20 S0mls Wel wke FE Shal cl”olAEelet =2 FEedly. 7152 welstel st s5sk]

<FHA 12-b>E Ak, (28.0g, 90%)

Ao 12-(3): E7H4 12-co] dHA

<Z=ZHA 12-b> <FE7HA 12-¢>

500ml TR EE T wHET)ol <F7HA] 12-b> (28.0g, 66mmol)Z}F oFAEAF 310ml , 4t 2mlE& ¥
gFa shedvh, wAZ AAHE genasrEadgs B $4 el F deow W7 sdv. 44w
DA ol 5 H0, WL AolE F Axste] <F7hA 12-c-AUTh, (22.3g, 83.20)

g el12-(4): TA 12-d2 &4

<FZHA 12-c¢> <E 7 A 12-d>

2l SZamtgZalag uke)e] <E7hA 12-¢>(22.3g, 5ommol), HEASFZ o=
(8.72g, 55mmol)2> WEANFZeto|= 250ml 2 4] ojA] wk&-7]o A .
S 98 F BIFLUER FEH0E HbE fdS Ao FAT, A= o F EFAY opECRE AE
ale] <A 12-d>2 4Tk, (25.0g, 94%)

FHdd12-(5): & 2099 34

- Ao

<F A 12-d> <3}3E 209>
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[0856]

[0857]

[0858]

[0859]

[0860]
[0861]

[0862]

[0863]

[0864]
[0865]

[0866]

[0867]

[0868]

[0869]

[0870]

S=<S35 10-2206195

250mL EoutgEab A wkero]  <F7kA] 12-d>  (7.0g, 1ldmmol), (10-¥d-AEFGA-9-BHEA (5.1g,
17mmol), HEZ7|~(EgdAdxs~3)ZeF (0.3g, 3mmol), EZEFFIIHUICIE (4.0 g, 29mmo) S i$
Al 49 mL, CIEFE 21nL, & 14 nLE YU WES7|9] 225 YRR F2A17]aL WAl WA Z T
3
A

ol
b

a i
Hw wkgrle] eE Ao Wi qHoER FESIT. §715E Eestel Ak wHEa, AW A

wrutEag a2 22 gAset. vddFeete] =g} obEo R AAA G <shjhE 209>§— A

3 HN' ;}a

MS (MALDI-TOR) : m/z 660.25 [M']

A 413 FE 2139 A

St o 13-(1): A 13-a2 &4

i By
o0 - 4 -
Br =
(HO):E
Br
<A 11-d> <F A 13-a>

A7] FAd 11-(5)ollA BB 2 thal 4-nloldd w24 ALS-SE AL AQslas U WHES o]835td
<F7H4) 13-a> (8.5 g, 55.9% )= AAr}.

Fdel13-(2): 3= 2139 FA4

BIOH), O

<FZHA 13-a> <3}stE 213>

A7) Al 12-(G)el A <FRA 12-d> A <FIHA 13-a> AEE 2l ASlstas F9T e o gl
<3}g+E 213> (6.3 g, 51%)= AU},

MS (MALDI-TOR) : m/z 572.21 [M']

gAdo14: 33rE 2819 A

A A 14-(1): A 14-a9] A
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[0871]

[0872]

[0873]

[0874]
[0875]

[0876]

[0877]

[0878]
[0879]

[0880]

[0881]
[0882]

[0883]

[0884]
[0885]

[0886]

S=<S35 10-2206195

<FHA 14-a>

500mL TS e~ wEE el (10-9d (d5)-PEHAl-9- 24 (38.6g, 127mmol), 1-HER-4-0}o] Q@ L1}

9d (35.3g, 106 mol), HEI|A(EAUEA)RelE (3.43g, 3 mol), FEFTHEUOIE(27.35 g,

197.9mmol) & ¥l EFF4 150 oL, HEZSto]=2F 150nL, & 60 nLE YAt WHg7]e L2 ez T

235 dh27]e 252 Ao 7 dxy o EHolAH o ER FE51 77

TS wEaelt. %71%—% Mot B oAd ZeoEagde Beete] <27 14-a>D ATH (39,2
7

A dl14-(2): F3HA 14-be) FA

5 0 o & p fﬁh\ {;ﬂj
Q@Q DY
r

<SZHAl 14-b>

2L FwbeETRaa whevlel 2-BERuMzFt (70.0g, 0.283mol), MIA(IUEEHE)UEE  (86.3g,
0.340mol), 1,1'-Hl=(vsd 2w 2 A-detE (1D Y2 Ree]= (4.6g, 0.006mol), XEERFORAE o] E
(56.6g, 0.567m01), 1,4-TholS2% 700m1 S W1 WM S5 wwbsisich. Ws 98 5 Aol WCg F3AA
NS 7ot FF AT, BHe AW ARvEaYAR Fe FASY <FHA 14-b>5 AATh. (66.4g, 79%)

Fel14-(3): BAFHE 2819 FHA

+ R _,—'-"\B—‘O .
wY
<EUA > <FA b <sh3% 281>
A7 @A e 14-(D A (10-3D (d5)-SFEFA-9-HEAL Al <F7HA] 14-b>F Ab&8lar, 1-HER-4-olo] 9 &
G g <G 1B ST A AGGTE FAT BUE ol gele] <HE B> (8.5 g, 66.50)
= a9}
2 T A .

A 15 : 3FLE 1069 TFA
Ao 15-(1) : Z7HA 15-a2] A

0 ; _
= {7
\\j‘f‘su T = d}; ~OH

HO

IL W8 &7]0] HEZsto| =25 500 mLoll 2-HEZE oMlzFe (33 g, 133.6 mol)S ojF F A 29
7] StellM £:2& -78 T2 W¥zbaigitt. 30 F1.6M n-F-"2F (50 mL, 80 mmol)E& A3 #7kk § F378
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[0887]

[0888]
[0889]

[0890]

[0891]

[0892]
[0893]

[0894]

[0895]

[0896]

[0897]

[0898]
[0899]

[0900]

[0901]

E=0d 102206195

0|ﬂ

T oA 1Az kA ., F8178 T oA Egtolwe B o]lE (9.05 g, 87.1 mmol)S HH3] 3
A F2AIATE, 2A1ZF Rk & Ak FEae o] WS FREAVIL f7]15S FEY BASsHIGT. o
Mtoz QA AAE nAE A T AR A <FT0A 15-a>F AATE. (22 g, 8 %

A e 15-(2) @ F7HA] 15-be] A

“oo~Br
0 L
<SZHA 15-a> <Z7HA] 15-b>

N}

L 5870 3-BRE ofo]x HlAl (50 g, 159 mmol), <ZZHA| 15-a> (22 g, 104 mmol), EIEZ7]|=(EF T
dyxx~a)ZdetE (3.7 g, 3.17 mmol), ¥AFZE (65.7 g, 476 mmol), ZF4 700 mL, FHS 200 LS ¥
100 ColA 12A12F &<t wdkelgich, F2om YJz4sh & odolAeo|EE A3 {7|5S F=3ATh. &
715S ASEEe § AHIAEETYIAR sty <FHA 15-b>F AATE. (16 g, 48 %).

o] 15-(3) @ 1A 15-¢9 34

m\ — - Q} \Q OH
Oy e

=

e 15-(Doll A ARE3E 2-Ber iz Al <FHA 15-b>5 ARESE AS Al9fstals sdd o=
)

e 15-(4) @ & 1069 4

OH —_—

S o -
, L OO

<F A 15-¢> <3}gHE 106>

A 15-(2)o A AFE3 3-HER olo]o % WAl thal 2-(4-B. 22 Hd)-4,6-tFo]Hd-1,3,5- EFAO}X AL
BlaL <FZHA 15-a> Al <F7HA 15-c>F AFE3 AL AlQstue 5Y3 o Ao 3etE 1062 o
Atk (11 g, 61 %)

MS (MALDI_TOF) . m/Z 551.20 [Mj
416 : FFE 1159 FA
Ao 16-(1) : =74 16-a2] A

Et NO, O
O T
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[0902]

[0903]

[0904]

[0905]
[0906]

[0907]

[0908]

[0909]
[0910]

[0911]

[0912]

[0913]
[0914]

[0915]

[0916]
[0917]

[0918]

SE506 10-2206195

<A 16-a>

1L SEngZelaa whs7lo] 1-B2R-2-Uo|ExdAl(50g, 248mmol), HIA(IUIFIE)TURE (81.7g,
322mmol), 1,1'-H]|=(PHdZz 2y ) 2A-2etE (1D YE2ge]=  (4.03g, 5mmol), XEEHFoHAEHIO|E
(48.6g, 495mmol), &4l 500mlE i WHA 7 wwkelqlch. whg &5 § AdglolE =g FHAA A
29 % a9, AdasntEadgye e AAste] <A 16-a>2 AU, (46.8g, 75.9%)

Ao 16-(2) @ S7HA 16-be] A

ngv ‘;Q

<FAHA 16-a>  <FZHA| 16-b>

A7) Ao 15-(2)ol| A 3-BEERololemMAl thal 4-B 2 RUHZFHS ALt <F7HA 15-a> Al <E7F
A 16-a>5 A& AS AYstas, L HE ol &3t <FHA 16-b>5 ATt (10.4g, 59.8%)

—

Ao 16-(3) @ =74 16-c2] A

*@

<A 16-b> <A 16-c¢>

250ml WE-S-7)oll <FZFA16-b>(10.4g, 36mmol)$} EZ|#I ¥ 23 (17.9g, 2mmol)S ¥l 1,2-TE=2=2Z4Al 80ml
gk, whgr]e 225 $23le] 12004 v wukeksd =
ARvEggyE 2 FASH . <T7HA] 16-c>5 AUt (8.5g, 92%)

Ao 16-(4) : 3}HHE 1159 A

<FZHA 16-¢> <3}gHE 115>

250ml  TombgEelag wkgrlo] <F7Al 16-¢>(8.5g,  40mmol), 2-FRZ-4,6-tto]¥ Iy g n|d(7.6g,
37mmol), BIA(HHAGdolAE)2eHE(0)(0.4g, 0.6mmol), EF-HAMREEEAT HEZSo|=2H o E
(0.9g, 3mmol), A2FEHMEFE-EAIO)=(6g, 62mmol), AL 85ml FATt. W79 &2 5 HL3lo] WA 7

aHk Fh, wheg Al oul et FEEU. APAaRvEagyz A T EFQ, olAEcR AFA
ate] <shgHE 115> AUk, (8.1g, 50%)

MS (MALDI-TOR) : m/z 487.17 [M']

AAg 1~20 : F7]EFAR] AZE -G&

110 Selz=e g o] 2mma2mm 27]7F =S et & AAsAT. 47 110 SHaE 2T AW &
A3 T owo] 2~ ghEo] 1110 torr7h HEE F F A37] 170 $Jo] DNIPD(400 A) a-NPD(200 A) <oz At
o & W oz BHo =RERA E dbgo ulE ] % 1o 7AW FFE (THH] 97:3)S Edste AR
(200 A)3 b, AREE 2EFoz B wye wg 3l7] & 19 71A= g}f&%e =50 A)skaL, o] %
Ax #E5oR (81544 E-114& 250 A, A 9502 [3804] E-2]5 5 A, Al (1000 A)9] =M= Adutst
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[0919]

[0920]

[0921]

[0922]
[0923]
[0924]

[0925]

[0926]

[0927]
[0928]

[0929]

SE506 10-2206195

FEALS 10 mi/en oA SA AT

2
o
N
i3
o
[
_>'i
il
2L
N
o,
4t
i)
ox
N
o
N
i3
o
[
2
1o
i3

A
.'I (8]
[y

e 0

A7) AN 7oA AR wEE ) mRERA T AEdA ALEE 32 ades v 55 [BD
11e AHeg A olsldl s f/1ud caE ADEAon, ] flEP ade] Wy =4 10

3} gy,

Hlae) 2 WA 3

IT0 =2 2o] guAo] 2mmazom 27]7F =5 sfedad & AAsila. 471 110 U5 s frjd &
= X

_‘Ef«
o] 110 torr7} H=E & F A7) [10 9o

23 & wo|~ ot DNTPD(400 A), a-NPD(200 A) wo= A9}
g, WS oR Bio ERERA Y] i 1o VAR setes EF(FEH 97:3)ske] (200 A)eh the

%%%%ﬂuEéiﬂgEié%%éwﬁv1%i%v}¢%%2i[ﬂ§“Elr>%OA,xﬁ}zmigi[ﬂ
StA E-2]15 5 A, Al (1000 A)e] =M= Auete] f71ddaxts Axsiivt. 47 f718d axbe] dEs

e 10 mA/em oA ZAEGT).
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[0930]

[0931]

[0932]

[0933]

[0934]

[0935]
[0936]

[0937]

[0938]

[0939]

SE506 10-2206195

¥ 1
EHE AR =z Z \i CIEx CIEy EQE
A1 slatal 1 e 10 3.68 0.138 0.107 11.34
2R o2 33l 1 3}13E 18 3.73 0.138 0.107 11.46
A A3 s}akA] 1 3HeHE 106 3.84 0.138 0.108 12.00
2 A o4 33l 1 313 203 3.79 0.138 0.106 11.44
A A5 s}akA] 1 3HeHE 209 3.74 0.138 0.104 11.67
A 46 sfetA] 1 33t E 213 3.85 0.138 0.104 11.74
A A7 stetA 1 3}stE 339 3.79 0.137 0.111 10.95
A48 sfehA 1 3}EHE 340 3.78 0.137 0.109 11.56
A A9 stetA 1 313t 341 3.76 0.138 0.105 12.24
A A 4110 s}sta 33 3H3tE 10 3.76 0.138 0.104 11.55
A 411 8}&t4l 33 3HeHE 106 3.77 0.138 0.107 11.73
A 412 s}sta 33 3}3tE 115 3.71 0.137 0.108 11.23
21X 413 3}ak4] 49 3HHE 106 3.61 0.137 0.109 11.97
2 A ¢4 3}a14l 49 3}3E 115 3.65 0.137 0.108 12.01
21X ¢l15 3}ak4] 49 3HetE 213 3.69 0.137 0.108 11.88
H R o1 BD1 318+% 339 3.79 0.135 0.109 10.54
H] 1l 2 BRI - 3.94 0.137 0.111 10.62
2 A 416 3}sh21231 33t & 106 3.47 0.137 0.108 11.94
2 A €17 3}8141231 3HeHE 203 3.43 0.138 0.106 12.31
A A 418 3}sh21231 33k E 209 3.45 0.137 0.110 12.05
21X 4119 3}8141231 3HetE 213 3.42 0.138 0.105 12.12
A A €120 3}sh21231 33t & 281 3.44 0.137 0.109 11.61
H) 1le]3 3}8141231 - 3.51 0.138 0.107 10.44

AAA 21 ~ 32! F7|LFARY AF - £H

1 =
F dbgFo R BHlY ERERXN E uge] uE
(200 A)3 TS, AALE ZHZoR B o] w2

A, 271 110 225 s A %

o) (e}
FES

s & 237] 1T0 $lol DNTPD(400 A), TPD(200 A) #o= Autsl
371 & 20) 719 e (FFH] 97:3)S EFEte] A
3] Auh(50 A)star, o]%d

An)

[3}8H2] E-2]5 5 A, Al (1000 A)9] A= A

L

A7) FIR e HEHS 10 mA/en oA ST
[TPD] [BH1]
QNNQE CCC
Hluwd 4
§7) AN 2a0l A, AHEE BYH W) ZRERA i 104 AHSEHBIIS AHEE A oSl B
F0Y 2248 Ao, 7] S710F 22k Y EHL 10 mi/en’ oA S

Hlue] 5 WA 6

IT0 229 FFEdo] 2mazim Z7]17F H = gt & A7gdstsict.
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SE506 10-2206195

v

A5k & wlol2 gtelo] 110 torr7b HEE § & 37] 1T0 9ol DNTPD(400 A), TPD(200 A) <=0z Aukgl
o = BH1Y =TE=RA 317] & 26 7IAE e EF(EEH] 97:3)8k] UH200 A)g the,
% 2 [384] E-118 300 A, AA FdFo=

° ]
o] e AAUEZASTS FASH] Ga AR FHEFo [3}
sk E-2]15 5 A, Al (1000 A)e] A= Adutate] f7|ddaaE Alxs3Th.
[0940] A7) §o)Eg aape] MBEALS 10 mA/en oA =43k
* 2
[0941] THE AU ZH = i CIEx CIEy T90
A Ao 21 38kl 1 3EHE 11 3.92 0.136 0.106 450
2] 4122 slela] 1 3}3tE 16 3.87 0.136 0.107 400
A Ao 23 sleta] 1 3}EE 345 3.79 0.137 0.111 368
A A of| 24 s}sta 1 335 346 3.78 0.137 0.109 460
A A of) 25 sleta] 1 335 347 3.76 0.138 0.105 744
A A )26 3}aha] 49 3= 11 3.88 0.137 0.107 511
A A o) 27 3}sha] 49 335 16 3.67 0.137 0.106 490
21X 4128 s}at2l 76 3}3HE 106 3.71 0.136 0.108 580
A A ¢ 29 3}stal 76 335 115 3.75 0.137 0.109 470
H] o4 BD1 335 346 3.78 0.135 0.109 282
vl w45 38k 1 - 3.94 0.137 0.111 284
A A 4130 3}sh2] 98 3}t E 11 3.93 0.139 0.100 480
2 A 431 3}sha] 98 335 16 3.91 0.139 0.100 590
A Al 4132 s}sh2] 98 335 346 3.88 0.138 0.100 465
v w6 3}8k2] 98 - 3.87 0.138 0.103 260
[0942] A7 % 1 2 % 2 oA vehd uble} o], B owbge)] wpE frlebgaate] 9o AAUERHESS FH|EHA|
ke Hlad 59 fr1edFaAtel v AML FE L -3 RdAaSY 4y SEAS HE AL &
F Ja, EZ B Ay nE {frdgaAE v 19 4 oA AALEZRESS FHEHARE 2 de] whg
Zo| AIRHE EREV} ofd FY V)& WE ERES ALgetE A9 frdH AR dustd e S35
EAS YeElE AS & 5 o], wo AXE 89 FrHEAAE AT & Yt
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