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k& a90] -o- >N - H H CF, H H H H CF, H
kgl -o- >N - H H H CFy CF, H H H H
e -o- >N - H H H CF, H CF, H H H
L& a93] -0- >N - H H H CFy H H CFy H H
k& -o- >N - H H H CFs H H H CF3 H
ftam2os] -o- >N - H H H H GF, CF, H H H
e ose] -o- >N - H H H H GF; H CF, H H
ftamosr] -o- >N - H H H H CF H H CF; H
feamas] -o- >N - H H H H H GF; CF, H H
itamaos] -o- >N - H H H H H CF, H CF, H
e -o- >N - H H H H H H CF, CF, H

GE) R RHAD-0-IZR LR AA— = -T-0-EBRL TV B EEBHKT B,
GE) RRRMEO-0-[FR LR R—RIzH>T-0-2HRL TR LEEHT 2.
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{b’am ",12 51 510 12 o5 512 M) 12 57 412
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Eaaoi| -o- SN - H H | -CH=CH-CH=CH- H H
S¥302] —o- >N - H H [ -CH=CH-CH=CH- | -CH=CH-CH=CH- H
tat ] -o- DN - H H -GH=CH-CH=CH- H H
L&t 304 -o- ON - H H ~CH=CH-CH=CH- [ ~CH=CH-CH=CH- H
[{L&W305] -o- >N = H H | -CH=CH-CH=CH- -CH=CH-CH=CH- H
[it&W306] - s- ON - H H | -CH=CH-CH=CH- H H
jb&%s0r]  -s- >N - H H | -CH=GH-CH=CH- | ~-GH=CH-CH=CH- H
L& 308 - s SN - H H -GH=CH-CH=CH— H H
Ea%aos] -s- SN - H H -CH=CH-CH=CH- | ~CH=CH-CH=CH- H
S| -s- >N - H H | ~GH=CH-CH=CH- —GH=CH-CH=CH- H
&% 311] -S5O~ SN - H H | -CH=CH-CH=CH- H H
k&% 312| - S0, SN - H H__| -GH=GH-CH=CH- | ~GH=CH-GH=CH- H
&M 313] - 50,- >N - H H -CH=CH-CH=GH- H H
&% 314] -S0,- N - H H ~CH=CH-GH=CH~ | ~CH=CH-CH=CH~ H
k&% 315 -~ 50— ON - H H | -GH=GH-CH=CH- —CH=CH-GH=CH- H
1t 816] - CH- >N - H H | -CH=CH-CH=CH- H H
{E&¥ 317] - CH- >N - H H [ -CH=CH-CH=CH- | ~CH=CH-GH=CH~ H
[{E&M 318] - CHy~ SN - H H -GH=CH-GH=CH- H H
[{&4m 319] - CH,- N- H H -CH=CH-CH=CH- | ~-CH=CH-CH=CH~- H
[{E&# 320 - CH,~ >N - H H__[-CH=CH-CH=CH- ~CH=CH-CH=CH- H
[{t&®sa1] >c=0 >N - H H | -CH=CH-CH=CH- H H
[{e&4 322]  >c=C >N - H H [ -GH=CH-CH=GH- [ —CH=CH-GH=CH- H
& 323] >c=0 SN - H H -CH=CH-CH=CH- H H
[{&4 324]  >c=0 >N - H H -CH=CH-GH=CH- | —-GH=CH-CH=CH— H
bE&M 325] >C=0 >N - H H | -GH=GH-CH=CH- —CH=CH-CH=CH- H
E&¥ 326] . >G=CH, >N - H H  [-CH=CH-CH=CH- H H
[1E &% 327] »G=CH, >N - H H | -GH=CH-CH=CH- [ -CH=CH-GH=CH- H
L& a28] >C=CH, >N - H H ~CH=CH-GH=CH- H H
[t &% 329] »G=CH, SN - H H -GH=CH-CH=GH- [ ~CH=CH-GH=CH~ H
[1E &% 330] >C=CH, ON - H H | -CH=CH-CH=CH- —CH=CH-GH=CH- H
[ ea¥m331] >C=NH >N - H H | -~CH=CH-CH=CH- H H
[{t&# 332 >C=NH SN - H H [ -CH=CH-CH=CH- [ -CH=CH-GH=CH- H
| L& 333| >C=NH >N - H H -CH=CH-CH=CH-~ H H
[1E &% 334]  >C=NH >N - H H ~CH=CH~CH=CH- | -GH=CH-CH=CH~ H
[{b& 336] >C=NH >N - H H [ -CH=CH-CH=CH- —CH=CH-CH=CH- H
[ L& 336]  >NCH, SN — H H [ -GH=CH-CH=GH- H H
[{£ &% 337]  ONGH;, >N - H H [ -CH=CH-CH=CH- [ -CH=CH-GH=CH~ H
[ 1 &% 338] >NoH; >N - H H ~CH=CH-GH=CH~ H H
L& 339|  ONCH, >N - H H ~CH=CH-GH=GH- | ~GH=CH-CH=GH~ H
E&% 340]  >NCH, >N - H H —CH=CH-CH=CH- H
-0 >B - H H H H
- 0- B — H H ~GH=CH-CH=CH- H
- 0- >B - H H -CH=CH-GH=CH- H H
- 0- >B - H H -CH=CH-GH=CH- | -CH=CH-CH=CH- H
- 0- B - H H —GCH=CH-CH=GH- H
-0- [pPEO| H H H H
-0- PO H H [ -CH=CH-CH=CH- [ -CH=CH-GH=CH- H
-0-_ PPEO-| H H -CH=CH-CH=CH- H H
-0- DPPrEO H H —CH=CH-CH=CH- [ -CH=CH-CH=CH- H
-0- DPEO-] H H _[-GH=CH-CH=CH- ~CH=CH-CH=CH~- H
- 0- N- [ -o- H__ | -CH=CH-CH=CH~ H H
- 0- N- | -o- H [ ~CH=CH-CH=CH- | ~CH=CH-CH=CH- H
& sss| -o- SN- | -—o- H -GH=CH-CH=GH- H H
& ss4| -o- SN- | —o- H ~GH=CH-CH=CH- | ~CH=CH-CH=CH- H
k&t 355] -o- SN- | —o- H | -CH=CH-CH=CH- —CH=CH-CH=CH- H
& sse| -o- SN~ | =0- | -0~ |-CH=CH-CH=CH- H H
&% 357 -0- SN- | —0- | - 0- |-CGH=CH-CH=CH- | -GH=CH-CH=CH- H
1t&4h 358 -0- SN- | -o- | -o- -CH=CH-CH=CH- H H
E&fmse| -o- SN- | -o- | -o- —CH=CH-CH=CH- | ~CH=CH-CH=CH- H
&% 360] -0 SN- | —0- | - 0- |-CH=CH-CH=CH- ~GH=CH-CH=GH- H

%) R\ RHIO-0-1IR' &R
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55 X1,X4 ll-siLLe: I;jit'; ¥! ‘Yz R1.R4 Rz'Ra Rs,Rm R“,R” R7,R'5 Rw,Rm R”,Rw Ru’Rzo
L& a01] -o- -0- H >N - H H H H H H H H
k& 402] -0- -0- H ON - H H H H CH,0 CH,0 H H
1t&4 403] - o- -0~ H >N - H H H H CH,0 H H H
& ao4] -o- -0- H >N - H H H H CH;, H H H
betm 405] - o -0- H >N - H H H H CgHeO | CgHs0 H H
t&4m q08] - o- -0- H >N - H H H H CeHs C¢Hs H H
E&4p 407] - o- -0- H SN - H H H H CF,0 | CF,0 H H
L& 08] -o- -0- H >N - H H H H CF,0 H H H
k&imaoe] -o- —-0- H >N - H H H H H H H H
& a10] -o- -0- H >N - H H GH,0 | CH,0 H H H H
& a1] -o- -0- H >N - H H CH;0 H H H H H

L& 412] - 0- -0- H >N - H H GH, H H H H H
kL& 413] - o- -0- H >N - H H GegHsO | GgHs0 H H H H
& a14] - 0- -0- H SN~ H H GgHs CgHg H H H H
k& a5 - o- -0- H ON - H H CF,0 | CF,0 H H H H
& 416] - 0- -O- H >N - H H CF,0 H H H H H
k& a7] -o- -0- H N - H H H H H H H H
&im 48] - o -O- H >N - H H H H H H CH,0 | CH,0
L& a19] -o- -0 H >N - H H H H H H CH,0 H
k& 420] - 0- -0 H >N - H H H H H H CH, H
L& 421] -0 -0- H >N - H H H H H H CgHz0 | GgHgO
1Ea4 422] - 0- -O- H >N - H H H H H H CeHs CeHs
k& 423] -0 -0- H >N - H H H H H H CF,0 | GF,0
e&ip 424] - 0- -0 H >N - H H H H H H CF,0 H
b&ih 425] - s- -5- H >N - H H H H H H H H
1t&4m 428] -5~ -5 H >N - H H H H CH;0 | CH,0 H H
k&t 427] -s- -5 H >N - H H H H CH,0 H H H
b&ip 428] - S - 8- H >N - H H H H CF,0 CF,0 H H
& 420] -5 - 8- H >N - H H H H GF,0 H H H
1t &im 430] - SO~ | - S0,- H SN - H H H H H H H H
fb&tp 431 - S0, | - S0,~ H >N - H H H H CH,0 | CH;0 H H
{5 432] - S0,- | - S0,- H SN - H H H H CH;0 H H H
it 433] -s0,~ | - s0,- H >N - H H H H CF,0 | CF;0 H H
{t&tm 434] - S0,- | - S0~ H >N - H H H H CF,0 H H H
{t&%n 435] — CH,- | — CH,— H >N - H H H H H H H H
1t &4 436] - CH,- | - CH,~ H SN - H H H H CH;0 [ ¢cH;0 H H
{e&tp 437] - CH,— | - CH,- H >N - H H H H GH,0 H H H
b5 438] - CH,~ | - CH,- H >N - H H H H CF,0 | CF,0 H H
{E&% 439] - CH,- | - GH- H N - H H H H GF,0 H H H
&% 440] >c=0 | >c=0 H ON - H H H H H H H H
k&% 441] >c=0 | >c=0 H SN -~ H H H H CH,0 [ CH,0 H H
{b& a42] >c=0 | >c=0 H N - H H H H CH,0 H H H
b&4m 443] >c=0 | >6=0 H >N - H H H H CF,0 | CF,0 H H
L&t 444] >c=0 | >C=0 H >N -~ H H H H CF,0 H H H
k&% 445] >C=CH, | >C=CH, H >N - H H H H H H H H
b &4 446] >C=CH, | >G=CH, H >N - H H H H CH,0 | CH,0 H H
{e&tm 447] >C=CH, | >C=CH, H SN - H H H H CH,0 H H H
t&4 448] >C=CH, | >C=CH, H ON - H H H H CF;0 | CF;0 H H
b &4 448] >C=CH, | >G=CH, H SN — H H H H CF,0 H H H
b4 450] >C=NH | >C=NH H >N - H H H H H H H H
b &4 451] >C=NH | >c=NH H SN - H H H H CH;0 | CH,0 H H
b&4 452] >C=NH | >c=NH H N - H H H H CH,0 H H H
L& 453] >C=NH | >G=NH H SN - H H H H CF,0 | CF,0 H H
L& 454] >G=NH | >C=NH H >N - H H H H GF,0 H H H
&4 455] DNCH, | DNCH, H >N - H H H H H H H H
1 &4 456] DNGCH, | >NCH, H PN - H H H H CH,0 | cH,0 H H
{e&4m 457] DNCH, [ >NCH, H >N - H H H H CHs0 H H H
{eat 458] DNCH, | >NGH, H >N - H H H H CF,0 | CF,0 H H
L& 459] PNCH; | DNCH, H ON - H H H H CF40 H H H
b5t 460] - O- - 0- H >B - H H H H H H H H
et 461] - 0- - 0- H >B - H H H H CH,0 | CH,0 H H
e&¥p 462] - O- - 0- H >B ~ H H H H CH,0 H H H
b&¥ 463] - O- - 0= H >B - H H H H CF,0 | CF,0 H H
kL&Y 464] - O- -0 H >B - H H H H CF,0 H H H
k& 465] - 0- - 0- H >P(0)-| H H H H H H H H
&t 468] - O- - O- H >P(=0)-| H H H H CH,0 | CH,0 H H
L& 467] - O- - 0- H PPEO-| H H H H CH,0 H H H
k&t 468] - O- - 0- H >P (=0) - H H H H CF;0 | CF,0 H H
{icet 469] - O- - O~ H DbpPEo)-[ H H H H GF,0 H H H
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L& 470]_ - O~ H -0- >N - H H H H H H H H
L&t 471 - o- H -0- SN - H H H H GH;0 | GH 0 H H
&t 472 - O- H -0- >N — H H H H CH;0 H H H
&3] -0 H ~0— >N - H H H H CHy H H H
k&Y 474 - O H -0- >N - H H H H CgHs0 | GgHs0 H H
1E&4 475 - 0— H -0— SN - H H H H CqHs CeHs H H
&4 478] - O- H -0~ N - H H H H CF,0 CF,0 H H
it&dm 477 - 0- H -0- SN - H H H H CF,0 H H H
&4 478] - O- H -0- >N - H H H H H H H H
{t&4p 479] - O- H -0- >N - H H CH,0 | CH,0 H H H H
{b &4 480] - O- H -0 >N - H H CH,40 H H H H H
&4 481] - O- H -0 >N - H H CH, H H H H H
b4 482] - O- H ~0- >N - H H CgHsO | CeHs0 H H H H
1E&4p 483) - O~ H -0— SN - H H GgHs CgHs H H H H
1L&% 484] - O- H —-0- >N - H H CF,0 | GF;0 H H H H
1% 485] - O— H -0- >N - H H GF,0 H H H H H
fe&% 486] - O- H -O- SN - H H H H H H H H
&% 487 - O- H -0- >N - H H H H H H CH;0 CH,;0
{e&Yp 488 - O- H -0- >N - H H H H H H CH,;0 H
&40 489} - O- H -0- >N - H H H H H H CH, H-
{e&% 490 - o- H -0~ >N - H H H H H H CegHsO | CgHs0
& 491 - o~ H -0- >N - H H H H H H CgHs CeHs
k&t 492 -0 H -0- >N - H H H H H H CF,0 | CF,0
1t&4m 403] - o H -0~ >N - H H H H H H GF,0 H
t&Y 404] - 5- H -5 N - H H H H H H H H
&4 495] - 5- H - S~ >N - H H H H CH,0 | GCH,0 H H
1b&4p 496] - S- H - 8- >N - H H H H CH,0 H H H
&4 497] - 3- H - §- >N - H H H H CF,0 | CF,0 H H
b4 408] - s- H - 5 e H H H H CF,0 H H H
{b&4 498 - SO,~ H -S0,- | ON- H H H H H H H H
1t &4 500 - SO~ H -S0,- | >N- H H H H CHy0 | CHy0 H H
{b&4m 501] - SO~ H -80,- | >N- H H H H CH,0 H H H
1t &4 so2] - SO~ H -S0,- | >N- H H H H CF,0 | CF,0 H H
154 503] - SO~ H -S0,- | >N- H H H H CF;0 H H H
ib&4 504] - CH,- H -CH;- | ON- H H H H H H H H
1k &4 505] - CH- H ~CH- | >N- H H H H CH;0 | CH;0 H H
1t&4 506 - CH,~ H -CH,- | >N- H H H H CH;0 H H H
1t &4 507] - CH,- H -CH~ | >N- H H H H CF,0 [ CF;0 H H
1t&4 508] - CH,- H -CH- | >N- H H H H CF,0 H H H
&% 509 >C=0 H >C=0 >N - H H H H H H H H
&% 5100 >G=0 H >C=0 ON - H H H H CH;0 CH,0 H H
&% 511] >c=0 H >C=0 >N = H H H H CH;0 H H H
k& 512] >c=0 H >C=0 >N - H H H H CF,0 | CF0 H H
& 513] >C=0 H >C=0 SN - H H H H CF;0 H H H
1b&% 514] >C=CH, H >G=CH, [ >N- H H H H H H H H
IE& 515 >G=CH, H >C=CH, | >N - H H H H CH,0 | GCH,0 H H
1b&4 516 >C=CH, H >G=CH, | >N- H H H H CH,0 H H H
e&4 517] >C=CH, H >G=CH, | >N - H H H H CF,0 | CF0 H H
1e&4 518] >C=CH, H >G=CH, | >N - H H H H CF,0 H H H
£ &% 519] >C=NH H >C=NH | >N- H H H H H H H H
{b&4¥ 510] >C=NH H >C=NH | >N - H H H H CH,0 | CH,0 H H
&% 521) >C=NH H >C=NH | >N - H H H H CH,0 H H H
1b&4m 522] >C=NH H O=NH | >N - H H H H CF;0 | CF,0 H H
{L&4n 523] >C=NH H >C=NH | >N - H H H H CF,0 H H H
1t &4% 524] >NCH, H SNCH; | >N - H H H H H H H H
{t&4 525] PNCH, H NCH; | >N - H H H H CH,0 | CH;0 H H
&4 526] >NCH, H SNCH; | >N - H H H H CH,0 H H H
b4 527] >NCH, H >NCH, SN - H H H H CF,0 CF;0 H H
{e&4m 528] >NCH, H SNCH; [ >N - H H H H CF,0 H H H
&% 529] - o- H - 0- 5B - H H H H H H H H
{b&4% 530] - 0- H - 0= >B - H H H H CH,0 CH,0 H H
&4 531] - o- H - 0- >B - H H H H CH;0 H H H
L& 532] -0 H - 0- >B - H H H H OF,0 | CF;0 H H
&4 533] - o- H - 0- >B - H H H H CF,0 H H H
L& 534 - O- H -0- DPEO -] H H H H H H H H
a4 535 - o- H -0- {PPE=0)-| H H H H CH;0 | CH,0 H H
&4 538 - o- H -0~ [D>P{=0)- H H H H CH;0 H H H
&% 537] - 0- H -0~ PPE=O)-| H H H H CF;0 | GF,0 H H
1k &4 538 - O- H -0- [P (=0)- H H H H CF;0 H H H
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b&4 538] - O- -0- H >N - H H CF, H H H H H
L& 540] - O- —0- H >N - H H H CF, H H H H
L& sa1] - o- -0- H >N~ H H H H CF, H H H
b&4 542 - 0O- —-0- H >N - H H H H H CF, H H
L& 543] - 0- -0- H >N — H H H H H H CF, H
L& 544] - 0- -0~ H SN~ H H H H H H H GF,
&% 545] - O— -0- H >N - H H CF, GF, H H H H
1t&4m 546] - O- -0- H N - H H CF, H CF, H H H
t&4m 547] - O- -O- H >N - H H CF, H H CF, H H
&t s548] - o- -O- H >N - H H CF, H H H GF, H
1b&% 549f - O- -0- H N - H H CF, H H H H CF;
e&Y 550 - o- -0- H >N - H H H GF, GF, H H H
L&t 551] - o- -O- H >N - H H H CF, H CF, H H
it&Yp 552] - O- -0- H >N - H H H CF, H H CF, H
t&4m 553] - 0- -0- H >N - H H H CFg H H H CF,
1t&4p 554] - O- -0- H N - H H H H CF, CF, H H
&4 555 - O- -0- H >N - H H H H CF, H CF; H
t&4 556] - 0- -0~ H >N - H H H H CF, H H CF,
t&ym 557 - o- -0- H SN - H H H H H CF, CF, H
k&4 558] - 0- —-0- H N - H H H H H CF, H GF;
&4 559] - O- -0- H >N - H H H H H H CF, CFs
&% 560] - O- H —-O- >N - H H CF, H H H H H
&4 561] - 0- H -0- >N - H H H CF, H H H H
b&4p 562] - 0- H -0 >N - H H H H CF, H H H
L& 563] - O- H -0~ >N - H H H H H CF,4 H H
L&Y 564] - 0- H -O- >N - H H H H H H CF,4 H
1t &4 565] - O0— H -0- N = H H H H H H H [
L& 566] - O- H -0- SN - H H CF, CF, H H H H
L&Y 567 - O- H -0- >N - H H CF, H CF, H H H
{t&4m 568] - 0- H -0- >N - H H GF, H H CF, H H
L& 569] - O- H —0- >N - H H CF; H H H CF, H
k& 570 - 0- H —0- >N - H H CF; H H H H GF,4
k& s11] -o- H —-0- >N - H H H CF, CF, H H H
it&4m 572 -0- H -0- SN - H H H CF, H CF, H H
{b&im 573 - o- H —-O- SN - H H H CF, H H CF, H
&% 574] - 0- H -0- >N - H H H CF, H H H GF,4
k& 575] - 0- H -0- >N - H H H H GF, CF, H H
{E&4 576] - O— H -0- >N - H H H H CF, H CF, H
k& s77f - o- H -0- SN - H H H H GF, H H GF,
1b&Y 578] - 0- H -0- SN - H H H H H CF, CF, H
& s79] - 0- H -0- e H H H H H CF, H CF,4
1t &4 580] - O- H -0- >N - H H H H H H CF, CF,
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t&®meal] -0- | -0- H >N = H H | -GH=CH-CH=CH~- H H
t&®meo2] -0- | -0- H >N - H H | ~GH=CH-CH=CH-| -CH=CH-CH=CH-| H
[ fesmeoa] -o- | -0~ H ON - H H ~CH=CH-CH=CH- H H
E&%peod] -o- [ -o0- H >N - H H ~GH=CH-CH=CH- | ~CH=CH-CH=CH- H
tEmeos| -0- | -o0- H >N - H H | -CH=CH-CH=CH- ~CH=CH-CH=CH- H
E&me06 | -s- - S- H >N ~ H H H-C H H
kame07 | -s- | -s- H >N - H H | -CH=CH-CH=CH-|-CH=CH-GH=CH-| H
EEMmoos | - s- -8 H >N - H H ~CH=CH-CH=CH- H H
E&imeos | -s- -5 H >N - H H -GH=CH-CH=CH- | ~CH=CH~-CH=CH~ H
tAa¥610] - s - S- H SN - H H [-GH=CH-GH=CH- ~CH=GH-GH=CH- H
[ 1A% 611 | - SOy~ | - 80, H SN~ H H | -CH=GH-GH=CH- H H
| &4 612 | —SO,— | ~ SO~ H ON- H H | -CH=CH-CH=GH-| -CH=CH-CH=CH-| H
E&% 613 | - 50,~ | — SO0,- H >N - H H ~CH=CH-CH=CH- H H
tEW 614 | - $0,- [ - S0, H >N - H H —CH=CH-CH=0H- | -CH=CH-CH=CH-| __H
b&¥ 815 ] — 80, | - $0,— H >N- H H | -CH=CH-GH=CH- —CH=CH-~CH=CH- H
| {E&% 616 | - CHy~ | — CHy H SN - H H | -CH=CH-GH=CH- H H
EE¥ 817 ] - CHy~ | - OHp H SN - H H | -CH=CH-CH=CH-| -CH=CH-CH=CH-| H
k&% 618 - CHy~ | - CH~ H >N - H H -CH=CH-CH=CH- H H
{2 619 | - CHy~ | - CHy~ H >N - H H ~CH=CH-CH=CH- | ~GH=CH-CH=CH~ H
k&% 620 | - CH~ | - CHy- H ON - H H | -CH=CH-CH=CH- —CH=CH-CH=CH~ H
E&% 621 | >c=0 | >6=0 H >N - H H H H
E2% 622§ >c=0 [ >¢=0 H >N - H H__ | ~CH=CH-CH=CH~| -CH=CH-GH=CH-| H
t&% 623 >c=0 [ >c=0 H >N - H H -CH=CH-CH=CH- H H
L& 824 | >c=0 | >c=0 H >N - H H -CH=CH-CH=CH- | ~GH=CH-CH=CH- H
ta¥ 625 | >c=0 [ >c=0 H >N - H H__| -GH=CH-CH=CH~ -CH=CH-CH=CH- H
k&% 626 | >C=CH, [ >C=CH, [ H >N - H H | -CH=CH-CH=CH- H H
E&% 627 | >C=CH, | >C=CH, [ H H H__ | ~CH=CH-CH=CH-| ~CH=CH-GH=CH-| H
L% 628 | >0=CH, [ >C=CH, | H H H ~CH=CH-CH=CH~ H H
E&% 620 | >6=CH, [ >G=CH, | H H H ~CH=CH-CH=CH- | ~CH=CH-CH=CH- H
E&% 630 | >G=CH, [ >C=CH; | H H H [-CH=CH-GH=CH- -CH=CH-GH=CH- H
E&% 631 | >C=NH | >C=NH H H H | -CH=CH-CH=CH- H H
E&% 632 | >C=NH | >C=NH H H H | ~CH=CH-CH=CH-| -CH=CH-CH=CGH-| H
[ 1E&% 633 | >G=NH | >C=NH H H H ~CH=CH-CH=CH~ H H
E&4% 634 | >C=NH | >C=NH H H H ~CH=CH-CH=CH- | ~OH=CH-CH=CH-~ H
E&% 635 | >0=NH | >C=NH H H H | -CH=CH-CH=CH- —CH=CH-CH=CH- H
E5% 636 | PNCH, | »NCH, H H H | ~GH=CH-CH=CH- H H
b&% 637 | PNCHy | >NCH, H H H__| -CH=GH-CH=CH- | -CH=CH-CH=CH-| H
E&% 638 | NCH, | >NCH, H H H -CH=CH-CH=CH- H H
E&% 639 | PNCH, | >NCH, H H H “CH=CH-CH=CH- | -CH=CH-CH=CH-| H
| {£ &% 640 | SNCH, | >NCH, H H H | -GH=GH-GH=CH~ ~CH=CH-CH=0H- H
[ fb&Wedat ] -0 -0- H H H_ {-CH=CH-CH=CH- H H
[t&Wesz]| -0- | -0 H H H | -CH=CH-CH=CH-| -CH=CH-CH=CH-| H
ka®eas| -o- [ -o- H H H ~CH=CH-CH=CH- H H
t&end] -o- [ -o- H H H -CH=CH-CH=CH-| -GH=CH-CH=CH-|  H
t&Wess]| -o- [ -o- H H H | -CH=CH-CH=CH- —CH=CH-GH=CH~ H
| k&¥eas| -o- | -o- H H H | -CH=CH-CH=CH~ H H
b&¥e47] -0- - 0- H H H | -GH=CH-GH=GH-| -CH=CH-CH=CH-] H
bateds] -0- | -0- H H H -GH=GH-CH=CH- H H
[ fta®ess] -o- [ -o- H H H -CH=CH-CH=CH- [ <CH=CH-CH=CH~ H
k&#eso] -o- | -o- H H H | -CH=CH-CH=CH- —CH=CH-CH=CH- H
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TE&E® 661 | - o- H -0~ >N - H H__|-CH=CH-CH=CH- H H
kaWmesz | -o- H - 0- SN - H H | -CH=CH-CH=CH- | -CH=CH-CH=CH-| H
{E&% 653 | - O- H - 0- SN~ H H ~GH=CH-GH=CH- H H
fE&% 654 | — O H - 0- >N = H H —CH=CH-CH=CH- [ ~CH=CH-CH=CH~ H
fEa%¥ess| -o- H - 0- N - H H [-c —CH=CH~CH=CH-
{E&% 656 | —S— H -5 SN - H H_|-Cl H H
La®es7 | -5 H - S- SN - H H |-l -CH=GH-CH=CH- H
{E&% 658 | —S- H -5 >N - H H —CH=CH-GH=CH— H H
{E5% 650 | -s- H -5 >N - H H —GH=CH-CH=CH- | ~GH=CH-CH=CH~ H
fb&E¥es0] -s- H - S >N - H H__[-CH=CH-CH=CH- —CH=CH-CH=CH~
E&4¥ 661 ] - SO H -850~ | >N- H H | -CH=CH-CH=CH- H H
[ lL&% 662 | - SO H -50;- | ON- H H | -CH=CH-GH=CH-| -CH=CH-CH=CH-| H
| 1b&th 663 | - SO,- H =80~ | »N- H H ~CH=CH-CH=CH~ H H
b&% 884 | - SO~ H -S0;~ | SN- H H —CH=CH-CH=CH- | ~CH=CH-CH=CH- H
| 1E&% 885 | - SO, H -850~ | N- H H [ -CH=CH-CH=CH- —CH=CH-CH=CH-
| 1L &% 666 | - CH,- H -CH- | ON- H H [ -CH=CH-CH=CH- H H
L&% 667 | - CHy- H -CHy- | >N- H H | -CH=CH-CH=CH- | -CH=CH-CH=CH-| H
| At&%1 668 | - CH,- H ~CHy- | >N- H H ~CH=CH-CH=CH- H H
&4 669 | - CHy H -GCHy~ | >N- H H —CH=CH-CH=CH~ | ~CH=CH-CH=CH- H
L&% 670 | - CHy H -CHy- | »N- H H | -CH=CH-CH=CH- -CH=CH-CH=CH-
[ fe&% 671 >C=0 H >0=0 | >N- H H H H
[e&¥ 672 | >c= H >0 SN - H H__|-CH=CH-CH=CH-|-CH=CH-CH=CH-| H
t&¥% 673 | >C=0 H > SN - H H —CH=CH-GH=CH~ H H
[{eE% 64| >c=0 H >C=0 | >N- H H ~CH=CH-CH=CH- | ~CH=CH-CH=CH~ H
[ {E&¥ 675 | >C=0 H 5C=0 | »N- H H [-CH=CH-CH=CH- —CH=CH-CH=CH~
k4% 676 | >C=CH, H >C=CH, | >N - H H  [-CH=CH-CH=CH- H H
| iE&% 877 | >c=cH, H | »C=CH,| >N- H H |-CH=CH-CH=CH-|-CH=CH-CH=CH-| H
| {E&% 678 | >C=CH, H | >C=CH, | >N- H H -CH=CR-GH=CH~ H H
L& 679 | >C=CH, H [»C=CH,[ >N- H H -CH=CH-CH=CH- | -CH=CH-CH=CH- H
k&% 680 | >C=CH H | >C=CHp| >N- H H ~CH=CH-CH=CH-
[ £ &% 681 | >C=NH H SC=NH | >N-— H H H H
| 1b&% 682 | >C=NH H >C=NH | >N - H ~CH=CH-CH=CH—| ~CH=CH-GH=CH_] H
| {E&% 683 | >C=NH H SC=NH | >N - H H ~CH=CH-CH=CH~ H H
[ {E-&% 684 | >C=NH H >C=NH | >N- H ~CH=CH-CH=CH- | ~CH=CH-CH=CH~ H
| 1:&% 685 | >C=NH H SC=NH | >N- H H _|-CH=CH-CH=CH- ~CH=CH~-CH=CH~
k&4 686 | YNCH, H DNGHa | >N - H H H-GH=GH- H H
&% 687 | >NCH, H SNGH; | >N - H H__[-CH=GH-CH=CH- | -CH=CGH-CH=CH-| _H
k&% 688 | >NCH; H JNCH, | >N~ H H -CH=CH-CH=CH- H H
k& 689 | SNCH. H SNCH; [ >N - H H —CH=CH-CH=CH- | ~CH=CH-CH=CGH~ H
k&% 690 | DNCH, H SNCH;, [ >N - H H | -CH=CH-CH=CH- ~CH=CH-CH=CH-
S%est] -o- H - O~ >B ~ H H _[-CH=CH-C - H H
= - 0- H - 0- >B - H H |-CH=CH-CH=CH-|-CH=CH-CH=CH-| H
= -0~ H - 0O- >B— H H ~CH=CH-CH=CH~- H H
bAY —0- H —0- >B - H ~CH=CH-CH=CH-| ~CH=CH~CH=CH~ H
[ te =6 | -o- H ~o- SB= H H —CH=GH- —CH=CH-CH=CH—
[{E&tmes6 | — 0- H ~0- PPEO) H H I=CH-CI H H
[ k&%mesr | —o- H —0- _PDPEO__H H —CH=CH-| ~CH=CH-CH=CH-| _H
[E&Wmeos | - 0O- H —0- PPEOY-[ H H ~CH=CH-CH=CH- H H
bEese | - O H -0- PPEOY| H H ~CH=CH-CH=CH—| ~CH=CH-CH=CH- H
[ EZ%700] ~o- -0- DPpEo) | H H [ -CH=CH-CH=CH- —CH=CH_CH=-CH-
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Lok L'&L? | et Sl
&5 X! ,X‘ |_5):|_"" |_7,l_—|_5’ ¥ ,YZ R1,R4 RZ,RS Rs,RIS RG,RH R7,R'5 Rw,Rle RH’RIQ R!z.Rzo
k& 701] -0 -0- H >N - H H H H H H H H
k& 702] -0 -0 H SN - H H H H CH,0 [ CH;0 H H
& 703] -0 -0 H N - H H H H CH,0 H H H
ks 704] -0 -0- H >N - H H H H CH, H H H
k& 705] -o- -0~ H >N - H H H H CeHsO | CeHs0O H H
& 706 -0 -0- H >N - H H H H GgHs CeHs H H
& 707] -0- -0- H >N - H H H H CF,0 | CF,0 H H
& 708] -0 —0- H >N - H H H H CF,0 H H H
k& 709] -0 -0- H >N - H H H H H H H H
kS 710 -o- -0- H N - H H CH;0 CH,0 H H H H
&, 71| -o- -0- H >N - H H CH,0 H H H H H
k& 712] -0 -0- H >N - H H CH, H H H H H
k& 713] -0 -0- H >N - H H GgH;0 | GeHsO H H H H
ks 7114] -0 -0- H >N - H H CeHs CgHs H H H H
L&t 715] - o- -0— H >N - H H CF,0 | GF;0 H H H H
& ns] -o- -0- H ON - H H CF,0 H H H H H
tt&mni] -o- —0— H ON - H H H H H H H H
L& 718] -o- -0- H ON - H H H H H H CH,0 | CH,0
L& r19] -o- -0— H N — H H H H H H CH;0 H
& 720] -o- -0- H >N - H H H H H H CH;, H
b 721] -0- ~0- H >N - H H H H H H CeH;0 | CgHs0
k& 722] -0- -0 H >N - H H H H H H CeHs GeHs
b&im723] - O- -0- H >N - H H H H H H CF,0 | CF;0
k&M 724] -0- -0- H >N - H H H H H H CF,0 H
k& 725] -5 -5 H >N - H H H H H H H H
k& 726 ] -5 -5 H >N - H H H H CH,0 | CH;0 H H
k&t 27| -s- -5 H >N - H H H H CH,0 H H H
fkam2s] -s- - 5- H SN - H H H H CF,0 | CF;0 H H
t&tmr29] - -S- H >N - H H H H CF,0 H H H
L& 730 | - 80,~ | - S0,~ H SN - H H H H H H H H
&t 731 | -S0,~ | - S0~ H >N - H H H H CH,0 | cH;0 H H
&t 732 | -50,- | - S0, H >N — H H H H CH,;0 H H H
k&t 733 | - S0~ | -s0,- H >N - H H H H CF,0 CF;0 H H
&M 734 - 80,~ | —SO,- H >N - H H H H CF,0 H H H
&t 735 — CH,- | - CH,- H SN - H H H H H H H H
k& 736 | - CH,- | - CH,- H >N = H H H H CH,0 | CH,0 H H
k&t 737] - GH,- | - CHy H >N - H H H H CH,O H H H
{b&%n 738 | - CH,~ | - CHp- H >N - H H H H CF,0 | CF;0 H H
L& 739 [ —CHy- | - CH~ H >N - H H H H CF,0 H H H
b&m740] >c=0 [ >c=0 H SN - H H H H H H H H
bam741] >c=0 | >¢c=0 H N - H H H H CH,0 [ CH,0 H H
b&# 742] >C=0 [ >c=0 H SN - H H H H CH,0 H H H
& 743] >c=0 | >C=0 H >N - H H H H CF,0 | CF0 H H
k&% 744] >C=0 >G=0 H >N - H H H H CF,0 H H H
{t&% 745 | >G=CH, | >C=CH, H SN — H H H H H H H H
{b&% 746 | >G=CH, | >C=CH, H >N - H H H H CH,0 [ CH;0 H H
1b&% 747 | >G=CH, | >G=CH, H ON — H H H H CH,;0 H H H
1t &% 748 | »>G=CH, | >C=CH, H >N - H H H H GF,0 | OF;0 H H
1b&4 749 | >C=CH, | >G=CH, H e H H H H GF,0 H H H
{b&% 750 | >G=NH | >G=NH H ON - H H H H H H H H
{e&4 751 | >C=NH | >C=NH H >N - H H H H CH,0 | CH,0 H H
{b&# 752 | >G=NH | >C=NH H ON - H H H H CH,0 H H H
k&4 753 | >C=NH | >C=NH H >N - H H H H CF,0 | CF,0 H H
k& 754 | >CG=NH | >C=NH H SN - H H H H CF,0 H H H
{t&4 755 | >NCH,; | DNGH, H ON - H H H H H H H H
{t&4n 756 | PNCH,; | >NCH, H SN - H H H H CH,0 | CH,0 H H
{b&im 757 | DNCH, | ODNGH, H SN - H H H H CH,0 H H H
{e&4 758 | >NCH; | DNCH, H >N - H H H H CF,0 | CF,0 H H
& 759 | >NCH, | >NCH, H >N - H H H H CF,0 H H H
k& I60] -0- -0- H >B - H H H H H H H H
itatmie1| -o- -0- H >B - H H H H CH;0 [ CH,0 H H
ke r62] -0 -0~ H >B - H H H H CH,;0 H H H
b&tn763] - 0- - 0- H »B - H H H H GF,0 | GF,0 H H
k&84 -0- -0- H >B - H H H H CF,0 H H H
k&t 65| - 0- - 0- H [PPEo)-| H H H H H H H H
k&t 766] -O- - 0- H PPEO~| H H H H CH,0 | CH,0 H H
k& 767) - 0- - 0- H [>P(=0)- H H H H CH,0 H H H
b&im 768 | - 0~ -0- H [PPEO-| H H H H CF,0 | GF;0 H H
ket 760 | - O- - O- H >PEO)-l  H H H H CF,0 H H H
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&% 770 - 0- H -0- >N - H H H H H H H H
k& In| -o- H -0- SN - H H H H GH,0 CH,0 H H
ket 772] -0 H -0- >N - H H H H GH,0 H H H
b&dm 773 - O- H -0- >N - H H H H CH, H H H
Ead 774 - O- H -0- SN - H H H H CgHsO | GCgHs0 H H
L& 775 - O- H -0— ON =~ H H H H CqHs CeHs H H
e 776| -o- H -0- >N - H H H H CF,;0 CF,0 H H
tawm777] -0 H -0- SN - H H H H CF;0 H H H
t&®m 78] -0 H -0- >N - H H H H H H H H
k& 779 | - 0- H -0- SN - H H CH,0 CH;0 H H H H
k& 780] -o- H -0- >N - H H GH,0 H H H H H
&4 781 -0- H -0- SN - H H CH, H H H H H
k& 782| - o H -0- >N - H H CeHsO | CiH50 H H H H
et 783 - 0- H -0- >N - H H CgHs GgHs H H H H
eadp 784 - 0- H -0- SN - H H CF,0 | CF,0 H H H H
taip785] -0 H -0- ON - H H CF,0 H H H H H
kEWm 86| -0 H -0 SN - H H H H H H H H
L&t 7871 - O- H -0- SN - H H H H H H CH;0 | CH,0
badn 788 | - o- H -0- >N - H H H H H H GH;0 H
L&t 789 - O- H -0- SN~ H H H H H H GH, H
e 790] -0 H -0- >N — H H H H H H CsHsO | CgHsO
k&t 791] -0 H -0- >N - H H H H H H CeHs CqHs
e 792] -0- H -0- ON - H H H H H H CF,0 | CF;0
b&¥ 193] -0 H -0- >N - H H H H H H CF,0 H
k&% 794 -5~ H - §- >N - H H H H H H H H
b&im 795 -s- H - §- >N - H H H H CH,0 | GCH;0 H H
LR 196 | - s~ H - §- N - H H H H CH,0 H H H
e 797 -S- H - §- >N~ H H H H CF,0 | CF,0 H H
iteim 98] -s- H - 8- N - H H H H GF,0 H H H
&4 799 | - SO,- H -80,- | >N- H H H H H H H H
&4 800 | - S0,- H -50,- | ON- H H H H CH;0 | CH,0 H H
ib&4% 801 ] - SO, H -S0,- | >N- H H H H CH,0 H H H
e 802 | - SO~ H -80,~ [ >N- H H H H CF,0 | GF,0 H H
{t2a4n 803 | - SO~ H ~80,- | >N- H H H H CF,0 H H H
{e&4 804 | - CH,- H -CH,~ | >N- H H H H H H H H
{k&tm 805 | - CH,- H ~CH~ | >N- H H H H CH;0 | CH,0 H H
{t&4 806 | - GHy— H -CH;= | >N- H H H H CH,0 H H H
& 807 | - CHy- H -CHy | ON- H H H H CF,0 | CF,0 H H
&4 808 | — CH,— H -CHy- | >N- H H H H CF,0 H H H
kg sos ] >c=0 H >C=0 >N - H H H H H H H H
eath sio] >c=0 H >C=0 >N - H H H H CH;0 | GH40 H H
& sii| >c=0 H >C=0 SN - H H H H GH,;0 H H H
&g siz] >c=0 H >C=0 >N - H H H H CF,0 | CF,0 H H
&t s13] >G=0 H >C=0 ON - H H H H GF,0 H H H
{t&4%n 814 | >C=CH, H >C=CH, | >N - H H H H H H H H
{t&4 815 | >c=CH, H >G=CH, | >N- H H H H CHs0 | CH;0 H H
{t&4 816 | >C=CH, H >G=GH, | >N- H H H H CHZ0 H H H
{b&4 817 | >C=CH, H >C=CH, | >N- H H H H CF,0 | GF;0 H H
{t&4m 818 | >C=CH, H >G=CH, |- >N - H H H H CF30 H H H
e&% 819 | >C=NH H >G=NH | >N - H H H H H H H H
L& 810] >G=NH H >G=NH [ >N - H H H H CH,0 | CH;0 H H
e&tm 821 | >C=NH H >C=NH [ >N - H H H H CH,0 H H H
bS5 822 | DC=NH H >C=NH [ >N - H H H H CF,0 | CF;0 H H
154 823 | >C=NH H >C=NH [ >N- H H H H GF,0 H H H
b5 824 | SNCH, H SNCH; | >N - H H H H H H H H
144 825 ] PNCH, H SNCH; | >N - H H H H CH,0 | CH,0 H H
1k&¥m 826 | >NCH, H SNCH; | >N - H H H H CH;0 H H H
&t 827 | >NGH; H SNCH; | >N- H H H H CF,0 | CF;0 H H
&4 828 | PNCH; H SNGHy | >N - H H H H CF,0 H H H
t&He2| -o- H -0 >B -~ H H H H H H H H
it&4as]| -o- H - 0- >8 - H H H H CH;0 | CH,0 H H
tadaest| -o- H - O- >B - H H H H GH,0 H H H
& es2| -o- H - 0- 5B - H H H H CF;0 | GF0 H H
k& s3] -o- H - 0- >B - H H H H CF,0 H H H
k& eas]| -o- H -0- PPEO-] H H H H H H H H
k&t 85| -o- H -0- PPEO-| H H H H CH,0 | GCH;0 H H
{k&im8se] - o- H -0~ [PDPGE=0)-[ H H H H CH,0 H H H
& 837f - o- H -0- PPEO)-| H H H H GF,0 | GF,0 H H
detmess] - o- H -0- DPE0)-| H H H H CF,0 H H H
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k&imesn| -o- -0- H >N - H H CF, H H H H H
k&imssn | -o- -0- H >N - H H H CF, H H H H
44| -o- -0- H >N - H H H H CF, H H H
& ea2f -o- -0~ H SN - H H H H H CF, H H
k& eas] -o- -0~ H >N - H H H H H H CF, H
k& sds] -0 -0- H >N - H H H H H H H GF,
k& eas] -o- -0- H >N - H H CF, CF, H H H H
ftaeae| -o0- -0- H >N~ H H CF, H CF,4 H H H
ks sa7| -o- -0- H SN - H H CF; H H CF; H H
k& eag] -o- -0- H ON - H H CF, H H H CF, H
t&msae] -o- -0- H ON - H H CF, H H H H CF,
k&% ses0] - o- -0- H N - H H H CF, CF, H H H
L& est | -o- -0- H N - H H H CF, H CF3 H H
ki es2| -o- -0- H >N - H H H CF, H H CF, H
& es3] -o- -0- H ON - H H H GF, H H H GF,
& es4] -o- -0- H >N - H H H H CF, CF, H H
& sess| -o- -0~ H ON - H H H H CF, H CF,4 H
t&imese| -o- -0- H N - H H H H CF, H H CF,
k& es?| -o0- -0~ H ON - H H H H H CFy CF, H
it&imess| - o- -0- H N - H H H H H CF, H CF,
k& ess| - 0- -0- H >N - H H H H H H GF, GF,
itédimeso| -o- H -O- SN - H H CF, H H H H H
itamest| -o- H -0 SN - H H H CF, H H H H
k&imes2] -o- H -0- >N - H H H H CF, H H H
k&4 seea] -o- H -0- >N - H H H H H CF, H H
k& esd] - o- H -0 N - H H H H H H CF, H
it&imees| - o- H -0- >N - H H H H H H H CF,
& ess | -0 H -0- >N - H H CF, CF, H H H H
temseer] -o- H -0- ON - H H CF, H GF, H H H
k& ees] -0 . H -0- ON - H H CF, H H CF, H H
kaimsees | -o- H -0- >N - H H GF,4 H H H CF, H
iamern] -o- H -0- >N - H H CF, H H H H CF,
tamen| -o- H —-0- >N - H H H CF, CF, H H H
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[0081] HHEHMETHZ2, 6 -y 7407 vibEWFELIE2-T7ILaFY
ATERVEVEEYDRVEVEBICISICZICHY T 2EREEZEALT
B &KLY, BRNICELONE2, 27 6, 27 =UxFH N T
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[0082]

[0083]

[0084]

ZIALT7IVEEYMONBT ERVEVRICZAZBATSZIENTES, £
ATV TIERZ2-T7LaFx ARV EVLEM2HTIE. B—
DFTHLo-THELIWL, BRD20FTH>THLW, ERBJ2HF AV
2BEE. BREFERZ2H9FEAVDIIENTFELYL, ZOHFE. 19
FEOERBNICHY YV IIEDIERRIGERAT 2 ENTRETH D,
PdERWhIE, 12FOAEHMERS ATV ITIEBIENTES,

(2, 27 :6, 27 =YFF7NYTZUTIVLENODEREE)

2, 6—I7LAQTZYMEEMI FFE2-TIFILFAIVENRY
CokE2aFaehy TV IIETN, N—ER (2—=F7ILFLF£7
TZ)) —2, 6=U7NA07=) VLAY ERERL.

#BoNEN, N—EX (2=FILFILFAT7IZII) —2, 6= TILF
A7 =) MbEMOTNFINFFEEFF—IILEICEHBELTN, N—EX (
2=XNWATSRT7ZII) —2, 6= 7FOT=YvEEHEL, X5
I FRBRERIGZTY>C&ICEY 2, 27 16, 27 =YFP N7
W7 IVEMEBRT DI ExRBETSH, 2, 27 16, 27 —IF7
M7 ITZIVT I VEMDENRE .

HEMETHD2, 6 —I7NLAOQF7ZY VbEWFELIE2-TILaF)
FAIIERVEVEEMORVEVRICILICZICHEY T 2BRELEA
LTHELZEICEY, BRRRUICESNhE2, 27 16, 27 =UFFHRNY
TJIZINTIVEEYORBTEIRVEVRICZEEATEIENTE S,
Flz, Ay TV IIE22-F7LAFLFAIVRVYEVLEM 29T
. A—2FTH>TEHELWL, BREDNPELRZI2H9FTHL>THL W, &
oo BERZ2DF %Dy TV ITIEBHBEDRRRMICOWVWTIE, LD
BA5BIT5IENTES,

AF—L1~3%ZMATEIRELTEX LMK [1] TEHRINBILE
Mg, BRELBEBL O SBEOARICHLTELIWA, ARICK>TIEHE
BT EMRCAVTE LV, AR, —BX [1] TRIhDLEYWE
—BX [1] TRERRINBRWVEENEEHICEOERMBEETE2EDTH
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%, Feo AFERAIEF., —MX [1] TRINDZILEMEZERFZSOHENDD
BETDIEDTHD, b, aRLE—MmKK [1] TRINZLEHDDOEH
. AL NIZ74—EBEORMOBREEZBEZEIRLTITOZ
ENTED,

[0085] [—f%3 [ 1] TRINBILEMDOYHE]

— X [1] TRINDLEDE. EXTEBEZR > TWVWD7H, &k
HEIMEILADN SR FRTABICN Yy FVIIEBIENTETH D, 5TEE
2ICEY. =X [1] TRINBEEDEBEIN T RILF—HNI T,
DFENSI VAT 7 —BINKREVHMBTH D I ENEFRPESITE Y HEER
INTWd, £, — & [1] TRINZELEMEITLRD2TFHAX%E
LTW2, UEOHHZEZE T &ML, —fKxX [1] TRINDZ{LEWE
Ao ABBRENE TP ELT 7 ARBAREICHFEL D %, IHIK. —
B [1] TRINh2EEYIE. HOMO (Highest Occupied Molecular Or
bital) &L UMO (Lowest Unoccupied Molecular Orbital) D EHEMAH
SEEEMBE LTELELNIVICHD, BnTh, —KAX [1] OoY'EL
CY2RSN-—FE@E>P-TH3HEEF. —KA [1] THRINZLEDIZ
FICR—LEEME E LTERLUEZ Y, . Y'ELVYHSB-F
2l E>P (=0) —Thdigalk. — M [1] TRINSLEWIEFICE
FH@EMBE LTERLMEEZTY, ARBICBTIEFREMBEVWI A
. ZDEDIBRR—IVEEMBEEFREMBZTET 2HMITH D,

—fR [1] THRINZLEMIETHEEMRE L TEBNTWEEH, &K
RIGERTNA R, FICEREFT /N RICHRBICAVWD ZENTE S,
BlziE, BIL I b OLI Ry Y RRFPEFEERBAKICEMICH
WBZENTED, T, ABEBRRFICHMRIICAVWE I ENTE S
b, ERERABERICEAMAVDIIENTES, ILILAKINS VY
AEELTHEEMCAVD I ENTES, UTICEWT, KRRHBEERT A
A2ELT, BRIL I bOLI XY EYRRTFEARERKBZERICOW
TERBAY %,
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[0086]

[0087]

[(E#IL 2 bOLI Ry Y RFEF]

HEAMLERIL Y NOLMI XYy EYARTFIE. A AREDERERL
W TOREDRFHKR, Rm—ILFEAB. "—ILEXE. FAE. EFHEE.
BEFEAB. BBIBEEINHEEEZET D, — KA [1] TRINZEH
BADLEMIE. TOPMEICIS LT, R—ILEAB. F—ILEEE. RAE.
EFHEE. EFEABOMBE L TRAVWSZENARETH D, flaiE. B
FEEMBE LTERA—®BR [1] TRINZEEYW BEICY BLTYN
>B—F/kiE>P (=0) —ThH2LEYW) 2ETFEEBICERATNIE &
BOrOEFEIABEZRALTCETREBICIAINIETEMERSRENAE
ANEETDIENTED, TDRDH, BABICBITIEFER—IDOBERE
WMEE EIFT, HBEENERBARELMALINOBVWRAMERELRET I L
NTED, e, ZRICE>TERIL I b OLI Ry EYRARZTORES
LPRBTHIENTES, BOBIE LT, FR—ilEEMBE L TERAG—
X [1] THRINZEEY BIY'BLTYDISN-ZFLESP-THB
L&Y 2R—ILEEBICEATIE BBISF—ILEABEZRAL TR
—IEEBICEFAINEIR— I ZBER ENABABET S ENTE S,
DD, BABICBITIEFER—ILOBREAWERE LIFT, BESHE
RBBCMARLDNOBVWRESWELRRT LI ENTES, Tk, ThICE
STEABILI MOLIRYEVARFOREMLLERTDIENTESD

AEBPOLEMERAWVWIERIL I MOLIRYyEVRARFICIE. BET
L7 hALIRYyEYZRFICAVLNZ2BNOMB 2 EERIRL THAE
DETHAWSZENTES, ARPADLEMZAVSIERIL I bOILI X
YV RARFICIE, 2AORMPLAMOBRMHN SRR ICIEE L D B8k~ )
BEMBIHLCTHMAD I ENTES,

[EHERE RIS E ]

HBAMNLERBEREAGERIE, ASRREDOERERLICI TOREDE

B, F—IEXEE, AEEHE. ETEEE. BEIEEINBEEET
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[0088]

[0089]

[0090]

%, NEXHBRBBAIC p X ERELZE L. BEBAICnBYBKEEZHR
LTWw3, —f& [1] TRINZAERADLEDNE. ZOYHEICKH LT,
R—ILVERERE., pB¥EHRE. nBYBHE. EFHEEBEOMEE LTHL
2IENHRETHD, —BR [1] TRINDZAKPDLEMIE. BEEE
ABERICEWTHR—IVEEMBPETFEEMB S LTHEL D %, k.
—fX [1] TRINZ2AEPAOILENEZFBLT, —HKA [1] TRIN
PERERYRLBMNE LTEVESKREZREL. ThEEEZRARER
ICAWS ZEHLE/RATH D,

AEBPOLLEMERVWIEMERERRRZERIE, EROMICKA—ILTOY S
B. EF70v/7E. ETIEAE. F—IFAB. TRLELELEEHEERA
TWTHLWL, AEBAOLLENERAV I EHBEARBERICIE. FEEEX
FERICAVWONSIEMOMHZEEZERL THAGDLETHWS Z ENT
X5, T, ARBAOLENERVZ2ERBRAGERICIE. QA ORMN>
NRADEMHAOBRICEEL D 2% A BAEEZVBHEICIELCTIMASD I ENT
x5,
=St

LA ICEREA % 2 TARBORFHE X S ICEFRNICERAT %2, UTOX
OISR M8, WIBRAR, LEFIRFF. AFEAOBEZ&MR L AWRY
BEHZERETLIENTED, Lid>T. AERBAOHEHIZLUTICRT E4EH
ICKUIREMICERINZAREHDTIEAL,

(Rl 1)

LUTFDRF—LITLEN>THEEY 1 &K LT
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[1£27]

/
OF
\

1 F

[21a] [23a]

were () EERE e
N‘@*Br _—> NQB’

[25a] [11a]

[E&¥1]

[0091] {E#M21a (19. 8g, 84. 6mmo ) . {tk&¥M23a (7. 7
4g, 37. 2mmo 1), K,CO0; (21, 5g, 156mmo l) ., &
UPCu (7. 82g, 123mmo 1) %, o—Ys7OoORv¥Y [ODC
Bl (100ml) ICAMRLT180CTT 10BEMELE, RIGEEY
AABL., MawEsOQFRLLA (100m 1) T3EEELE, 2KAEK
THFLEBIIMg SO, THEL, BRLKLE, BRETTRMELEL, IHIC
BONERBOBEREANFH U THERETDZILICLY,. BBMKROILEY2
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[0092]

4a (10. 6g, 25. dmmo |) HINFEG6 8% THE,
Mp:157. 5—158. 5TC.
'"H NMR (300MHz, CDC I, ppm) 7. 10—6. 94 (m
, 4H) , 6. 94—-6. 81 (m, 6H), 3. 60 (s, 6H).
BC NMR (75MHz, CDCl; ppm) : 8158, 24 (dd, 'J
(C, F) =252. 4,3J) (C, F) =6. 9Hz), 153. 25, 1
36. 12, 124, 61, 121, 10, 115, 29 (dd, 2J (C,
F) =17. 8, 4J (C, F) =9. 2Hz), 114, 70 (t, 3J (C
, F) =12, OHz), 113. 00, 56. 03.
HRMS (FAB) :m/z 419, 0325 (M*) ; CxHBrF,NO
DEtEME:419. 0332,
RIS (%) : CxHBrF,NO,DEtEM@E:C57. 16, H3. 84,
N3. 33, ZffE:C57. 15, H3. 90, N3. 40,
teE¥m24a (9. 759, 23, 3mmo |) OEKDCH,C 1, (45
Om!|) B/BHEE—78CICAHILT, BBry; (4. 50ml, 47. 5mm
ol) ZMAT, ZDHWPH-KYELERFTHEL., 3HAEAKEHTLE, O
%, AmEK (100m ) ICMAT, CH,CI, (100m ) T3[EHH
L7z, Bon/-B#EENa,SO,TEEL., 8%, BRETTEREIZ L
&Y, BERRDIEE®25a (8. 38g, 21. 4mmo |) UK
9 2% T/,
'"TH NMR (300MHz, CDC 1, &67. 12—7. 03 (m, 6H)
, 6. 87 (td, 38J (H, H) =7. 8Hz, ¢J (H, H) =1. BHz
, 4H) .
it&¥25a (6. 68g, 17. Tmmo |l) &£EKK,CO, (7. 15
g, 51. 8mmo |) #YXFNLNKILLTIR [DMF] (150ml)
ICAN, 1T00TCICHmaErL T2 2@MRLE, ERICEYT &S HEOEEKD
WL, B LEBEKRE2BL., KTHEL, TORBETTRIET S
EickY, BEOKRELTEEMT11a (4. 73 g, 13. 5mmo |
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[0093]

) ZIRFET Q% THR, /. 2REZBRETTERMEL., CH,C | , ZRFHAHE
WKAWTY Y ATrLsa~xhI374— (Rf=0. 78) ICLYBRL.
HEDERELTIEE®1 1a (0. 9319, 2. 65mmo |) %187k
o HHETIEEMT1 1a (5. 669, 16. Tmmol) ZIRKI4%T
B
Mp:215, 5—216. 37TC.
'"H NMR (300MHz, CDC Il ppm) 7. 31 (dd, 3J (H
, H) =7. 5,4 (H, H) =1, 8Hz, 2H), 6. 99—6. 85
(m, 6H), 6. 66 (s, 2H) .
BC NMR (75MHz, CDC I, ppm) 8146, 67, 145, 7
2, 128. 70, 123, 91, 123. 63, 120. 39, 117,
53, 115, 21, 114, 68, 114, 48.
HRMS (FAB) :m/z 350. 9895 (M*), CzH,,BrNO,®
STE{E: 350. 9908.
TRIM (%) : CgHBrNODEHEME:C61. 39, H2. 86, N
3. 98 ;%FAECG61., 01, H3. 00, N4, 02.

{t&¥11a (4. 20g, 12. Ommo 1), EX (1, 5—=>40O
o045 1TY) —vHIJ [Ni (cod) ,] (3. 96g., 14. 4mmo
1) . 1, 5=>904v4> x> [COD] (1. 779, 16. 4mm
ol). 2, 2" —EEYY )L [bpy] (2. 25g, 14, 4mmo |
) &=, ThZERFOTSY [THF] (360ml) ([TAELTE60TCT?2
ABFREIMEB L7z, BEME ZHLRRICBEN LTI VATIVICIREIE, B
BiAilE LTmibik®zZE (1000m 1) 2BAVWTHE L, B5NhBRK
NORETTAEZEEL, HBOEKELTEEHT (1. 609, 2.
94mmo |) ZNEK4 9% THL, —MILRETHELLZEDS ) AT
KR LT I6IC, VY7L —HHSGBZRAVWTMNLITHEHL, 20D
Ekxe LTiEE®m1 (0. 5109, 0. 940mmo |) 23k, HhHE
T. &1 (2. 11g, 3. 88mmo |) ZINEE 5% THEE, XI5
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[0094]

[0095]

I, Bonteami1id. FEBR (320~350C, TmmHg) 953
ZEIILLYEBOERE L. SEAEICAW,
Mp:375. 2—376. 1TC.
'"H NMR (300MHz, CD,C1l, ppm) 8§7. 36 (d, 3J (H,
H) =6. 9Hz, 4H), 7. 05—6. 90 (m, 12H), 6. 69
(s, 4H) .
8C NMR (150MHz, CD,C1,/CS,, ppm) :8147. 15,
145, 76, 136. 04, 129, 12, 124, 16, 124. 03
, 120. 50, 117. 93, 115. 00, 109. 47.

HRMS (FAB) :m z 544. 1429 (M) ; CxHxuN,0,05t&
B:544. 1423,
TR (W) : CxHxN,O,DEtEME:C79. 40, H3. 70, N5,
14 ;F8@EC79. 57, H3. 88, N5. 13.

(EHefl2)

PLTFORF—ALICLIEDN>TLEM2 #EK L 7=,
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WO 2012/118164 67
[1b28]
CHs0 /CHa
: #11H Oy
rom + HZN@& —_— N@Br
1 F QO\;HG
[ ] [23b] GCHaO
21b
[24b]
GCH30

BT QS ¢ £33 Qo
[24p] ———— N‘D Br —————> :N‘Q‘ Br

CHaO OGCH3

FEA4TIE 0 o@
[11b)] — > Nb

CHa0 OGH;

[t &¥2]

[0096] &2 1b (20. 49, 77. 2mmo |) , {t&¥23b (6. 8
6g., 33. Ommo 1), K,C0O0;(18. 2g, 132mmo l) ., &
U'Cu (6. 80g, 107mmo |) %, o—YsOORyEY [ODC
Bl (90m ) ICAELT180CT150EMALKL, RAYM%E 518
ICEYRYBKRE, CH,C I, (100ml) T3E%E%EL. KEKTHEEL
feo BONTEHEEZMgSO,THEL, BBLEE. BETTEREL,
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[0097]

ISV YAFVASLIONYNI S 71— (BEARE : ~A¥H> CH,C
1, (1/3), Rf=0. 56) ICLYEBELT,. BEDEWKE LTLEY
24b (9. 63g., 20. Tmmo |l) AINZEG 1 %TE,
Mp:96. 4—97. 3C.
'"TH NMR (300MHz, CDC I, ppm) 7. 05—6. 90 (m
, 2H) , 6. 83 (d, 3J (H, H) =8. 4Hz, 2H), 6. 46 (
d, *J (H, H) =2. 7Hz, 2H), 6. 38 (dd, 3J (H, H) =
8. 7,4 (H, H) =2. 7Hz, 2H), 3. 78 (s, 6H), 3.
60 (s, 6H) .
BC NMR (75MHz, CDC I, ppm) §158. 16 (dd, 'J (
C, F) =251. 9,3J (C, F) =7. 4Hz), 156. 98, 15
4, 34, 130. 03, 125, 30, 115, 21 (dd, 2J (C, F
) =17. 8,4 (C, F) =9. 2Hz), 113. 51 (t, 3J (C,
F) =12. 1THz), 104. 49, 100. 30, 56. 00, 55.
34,
HRMS (FAB) :m/ z 479. 0544 (M*) ; Cu,H,F,NO,mEt
BE:479. 0544,
THRDOH (%) : CLHEBrF,NO,DEtEE:C55. 01, H4., 20,
N2, 92 ;FE\fE:C54. 99, H4., 18, N2. 99,
teém24b (4. 68g, 9. 77mmo ) ®CH,C 1, (190m |
) B/WAE—T 8CICAHIL, BBry, (10. Og, 40. Tmmo |) &M
AT, TOEWPL-KYERETHEL., — IR LA, ZD%, 1. OMIE
B (100ml) #MAT, BFEATF)L (50m 1) T3MEHHELE, B5
nN-E#E%~Na,SO, THIEL., 2BLEE. BETTEMIS I &ICLY
HSEVEKELTLEW25b (4. 089, 9. 61mmo |) AUNE9
8 % T1F7=,
'"H NMR (300MHz, CDCl; ppm) 7. 05—7. 00 (m
, 2H), 6. 98 (d, 8J (H, H) =9. OHz, 2H), 6. 39 (
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[0098]

d, 4J (H, H) =2. 7Hz, 2H), 6. 33 (dd. 3J (H, H) =
9. OHz, 4J (H, H) =3, OHz, 2H), 5. 57 (br, 2H)
, 4. 70 (br, 2H) .

teE¥m25b (3. 509, 8. 26mmo | ) &#EKK,CO, (6. 85
g. 49. 6mmo |) EYVAFIKNLTIR [DMF] (200m 1)
WAL, 100CIKmMEAL T 4BEM#H LA, TOR. BEWICCH, I
(2. OOml, 32. Tmmo |) ZMA. 6 OCTIEHEMERL L, B
Bz 1T MIEEE (200m |) ICANEE, KEZEFIFIL (100m |
) T3 L. Na,SO,THEL., KBLEE RETTERMELE, I5
ICCH,C | , ZzRBABREICAWTY Y AT LVAZ LAY NI Z 74— (R
=0. 85) ZfTH2Z&ICLYBRLT, BEOEKE LTEE® 1 1 b (
2. 299g. 5. 66mmo | ) ZINEG 7% THE,

Mp:175, 56—177. 47T,
'"TH NMR (300MHz, C¢Dg, ppm) 6. 89 (d, 3J (H, H)
=9, 7Hz, 2H), 6. 56 (s, 2H), 6. 46 (d, *J (H, H
) =2, 7THz, 2H), 6. 28 (dd, 3J (H, H) =9. 7H=z, 4J
(H, H) =2. 7Hz, 2H), 3. 21ppm (s, 6H; OMe) .
BC NMR (75MHz, CDCIl,; ppm) d156. 73, 148. 1
0O, 146, 03, 122, 90, 121, 63, 115, 38, 1165,
13, 109, 27, 104. 61, 55, 34ppm.

HRMS (FAB) :m/ z 411, 0087 (MY ; Cu,H,BrNO,D
S8E: 411, 01086.
TR (%) :CxH,BrNOWEtEE: C58. 27, H3. 42, N
3. 40 ;EAME:C58. 35, H3. 44, N3. 39.

k&1 1b (1. 859, 4. 50mmo 1), EX (1, 5—=>40O
o945 xTY) —vHI) [Ni (cod),] (1. 49g. 5. 41 mmo
1)y, 1, 5=vva0#4#4s4%4< Ty [COD] (0. 5869, 5. 42m
mol), 2, 27 —EEYZYI [bpy] (0. 843g, 5. 40mm
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[0099]

[0100]

ol) #, FhSERAOZSY [THF] (130ml) ICBBLT60TC
T12F@MBALE, BEAREZRETTERMBL, MY (100ml)
EMATE, YVATIVICRESIE, Vv IAL—HEREZAVWTANLIIY
THHEL, BETTEHBL, AFHUTHETEIEICLY., BEBDOEKE
LTika®m2 (0. 810g. 1. 22mmo |) #INES 4% THEE, X
5IC, RERS (285~310C, 0. 06~0, 08mmHg) L., &
BREICH W,
Mp (HfEEE) :351. 8—353. 8<C.
'"H NMR (300MHz, CD,C1l, ppm) §6. 99 (d, 3J (H,
H) =8. 7Hz, 4H), 6. 44 (s, 4H), 6. 34 (d, *J (H
, H) =2. 7Hz, 4H), 6. 27 (dd, 3J (H, H) =8. 7, *J
(H, H) =2. 7Hz, 4H), 3. 52ppm (s, 12H) .
HRMS (FAB) :m/z 664. 1818 (M) ; CyuHxN,O,D5tE
E:664. 1846,
TR (W) : CuHxN,ODEtEME:C72. 28, H4., 25, N4,
21 ;ER@E:C72. 33, H4., 28, N4, 25,

(EHef3)

LFORF—LICLIE=D>TILEM2 4 #ERK LT
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[1£29]

. BT @l
N
Q—ocHn + HZN@» B ————> Y ‘DB'

1 F

[21¢] [23c] [24c—pre]

[24c—pre] ————————s

g1 Qo’iﬂa #ITHE Q°

= O T S

3 OCHa a O F

CF CF \OHS
1

[22¢] [24c] [11c]
BEaTHE 0 o—<, )—cFa
[tte] —— C>NrN
CFa_QO o@
[e&t24]

[0101] (&2 1c (11. 79, 49. 9mmo 1) . {tE¥W23c (9. 1
9g, 44. 2mmo l) ., Pd,(dba);-CHC1,(0. 799¢g, O
765mmol), FhYUYAhtert—Jhr*¥RK (4, 389, 45
6mmo )., M)—tert—TJFIKXT74>» (0. 9209, 4.
55mmo |) ZEEMLTY (100m ) (TBEMEL., 100CT26H
EiER L, TEMAERBBL., MLIVTHE (60m 1) Lk, Z0DIE.
DHICKAEMA., MLV THE (50m I X3) Lk, B#EANa,SO,
THEL, BBLEE 2REBRETTERLE. BonkBEREZS AT
WhSavOwbhd5714— (CH,Cl,:AFH>r=1:5, Ry=0. 30
) THHEL., BEOEKE L TLEW24c—pre (7. 739, 24.
6mmo | ) ZNFE5 0% TH,
Mp:71, 2—72. 27TC.
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[0102]

'"TH NMR (300MHz, CDC I, ppm) §7. 20—7. 11 (m
, 2H) , 6. 91—-6. 80ppm (m, 3H), 6. 57 (td, 3J (
H, H) =8. 7Hz, *J (H, H) =2, 7Hz, 1H), 5. 83 (s
, TH), 3. 93 (s, 3H).
B3C NMR (75MHz, CDCl,; ppm) 8156. 67 (dd, 'J (
C, F) =250. 1Hz,3J (C, F) =6. 3Hz), 147. 74,
132. 54, 120, 70, 120. 24, 118, 67 (t, 3J (C,
F) =14, 9Hz), 115. 79 (dd, 2J (C, F) =18. 3Hz
, 4 (C, F) =8. 6Hz), 114. 62 (t, 3J (C, F) =11.
7Hz), 113. 17 (t,*J (C, F) =2. 9Hz), 110. 11
, b5. 58 p pm.
HRMS (FAB) :m, /2312, 9923 (M), Ci3HBrF,NOD
StEE:312. 9914,
TR (%) : CiHBrF,NODEtE@E:C49. 71, H3. 21,
N4, 46 ;F8E:C49. 79, H3. 17, N4, 52,
2—XrE¥—5-—hyyOoAOxFLFT=)> (10. 1g, 53. 1
mmo |) 7t r=RJJ (160m 1) (AL, 12M HC | KA
(11, Om 1) ZMATOCITHEAN L, EDFERIC3 Om | DKITARE
LB+t )oAL (4. 76g, 71. Ommo |) 1 09MMFTH
TLT200@E#HLE, IS5IC60m I QKISGAREBLIEZI DAY T4L (
26. 6g, 160mmo |) Z159MFTHETLELE. 2EERL.
ERICELTILHIC2 OBFMEIR®E LA, Na,SO,KAKR (50m 1) ZMx
 I—FIILTHE (60m I X3) Lk, B¥EZNa,SO,THEL. BB
L1t 2RZBETTEMBLE, BohdA Lz ATV a— A
SLoO%NTST74— (NFHY, R;=0. 40) THEL., G041
LELTEE22c (14, 8g, 49. Ommo |) 2K 2% THE
7=
'"H NMR (300MHz, CDCl,; ppm) §8. 01 (d, *J (H,
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H) =2. THz, 1TH), 7. 59 (dd, 3J (H, H) =9. OHz, *
J (H, H) =2. THz, 1TH), 6. 51 (d, 8J (H, H) =9. 0O
Hz, 1TH), 3. 94 (s, 3H).

tEd¥M24c—pre (0. 862g, 2. 756mmo |l) . {tE&W2 2
c (0. 9909, 3. 28mmo l) . K,CO, (0. 857g, 6. 20
mmo |) . $A¥Kk (0. 3179, 4. 99mmo |) A8BODCB (
20m ) IZMA180CICHERL., 65EBEERLL, TAMERBEL.
FMRCH,C |, THi%® (60m 1) Lk, ZOHARKICK (20m 1) ZmMA
. CH,C I, CHitf (10m | X3) Lk, E¥EZNa, SO, THIEL. B
BLEE, PREZBETCTRELL. BonELE®KZL Y AT VAT L0
RhIZ74— (CH,Cl,:A~FHY=1:3, R;=0. 31) THEL,
HEOEEE LTEE®w24c (1. 00g, 2. O5mmo |) ZINEK7T
5% T

Mp:98. 4—99. 47T,
'"H NMR (300MHz, CDC g, ppm) 8§7. 29 (d, 3J (H,
H) =9. OHz, 1TH), 7. 12 (ddd, 3J (H, H) =7. 2Hz
, 3J (H, H) =6, 9Hz, ¢4J (H, H) =2, 1THz, 1H), 7. 0
7 (d, 4J (H, H) =1. 8Hz, 1TH), 7. 02 (d, 3J (H, H)
=8. THz, 2H), 6. 95—6. 88 (m, 4H), 3. 64 (s,
3H), 3. 59 (s, 3H).
B3C NMR (75MHz, CDCl,; ppm) 8158. 49 (dd, 'J (
C, F) =253Hz, 38J (C, F) =6. 9Hz), 155, 04, 15
3. 44, 136. 35, 135, 07, 125, 60, 125, 11, 1
24, 18 (g, 'J (C, F) =270Hz), 124. 16, 123. 9
9, 123. 17 (g, 2J (C, F) =32. 6Hz), 121. 25, 1
20. 98, 120. 54, 120. 49, 115, 79, 115, 477
, 115, 474 (dd, 2J (C, F) =18. 1, ¢4J (C, F) =8. 9
Hz), 113. 00, 112, 05, 56, 03, 55. 89 ppm.
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HRMS (FAB) :m/ z 487. 0206 (M*), C,HsBrF;NO,
DEtEE:487. 0206,
RO (%) forCyHBrF;NO,D5tEE:C51. 66, H3, 1
O, N2, 87 ;&ffE:C51. 89, H3. 09, N2. 92,
ta&24c (3. 113g, 6. 38mmo |) A8&CH,C1, (20
Om ) ITABL—78CITHA LA, £ZIKBBr; (1. 25ml, 13
20mmo |) ZMAE. RACERFTHREL, SHEE®HLE, &
WAEK (100m 1) ICARCH,C 1, (50m | X3) THHH LA, Na,S
O, TEJEL. BBLLE, 2HERETTERMHEL. CH,C 1,283, 06
3gDEHKR (bkE¥W25c) %21k, BONEAKZDMF (130ml)
ICBfEL, K,CO; (2. 6429, 19, Tmmo l) #ix. 100CT
1 2RISR LE, CORMEEMICTIMNH,C 1 K&K (100m 1) %
mx<, kKE%CH,C |, TH#i (80m | X3) L/, E¥EANa,SO,
THRIEL., BBLEER, 2RERETTREBLE. BonkBEEKES ) AY
WhSLvOvNTS574— (CH,C |, TEAREAET % Y UAY
WhSLssOvhs>574— (CH,Cl,: A¥H>v=1:5, R;=0. 66
) THREL, AB0EKELTEEM 1 1¢c (1. 7419, 4. 14mm
ol) %INE6 5% THEL,
Mp:146. 1—147. 0C.
'"H NMR (300MHz, CDC I, ppm) §7. 53 (d, 1H),
7. 28 (dd, *J (H, H) =2, 1Hz, 3 (H, H) =6, 6Hz, *
J (H, H) =1. 2Hz, 1TH), 7. 16 (d, 3J (H, H) =8. 4
Hz, TH), 7. 04—6. 88 (m, 4H), 6. 74 (d, 3J (H,
H) =8. 4Hz, 1TH), 6. 69ppm (dd, 3J (H, H) =7. 8
Hz, *J (H, H) =2. 1THz, 2H) .
8C NMR (75MHz, CDCl, ppm) §149. 22, 146. 6
4, 145. 63, 145. 19, 129. 52, 127. 83, 1286.
50 (g, 2J (C, F) =33. 2Hz), 124. 48, 123. 67 (
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[0106]

q, 'J (C, F) =270Hz), 120. 67 (q, 3J (C, F) =4.
OHz), 119, 71, 117. 92, 117. 72, 115, 89, 1
15. 18, 114, 62, 114. 42, 111. 59ppm (q, 3J (
C, F) =4. 1Hz) .

HRMS (FAB) :m/ z 418, 9783 (M*) ; C,,H,BrF,;NO,
DEtEE: 418, 97609,
TR (%) : CyHBrF;NO,DEtEE:C54. 31, H2. 186,
N3. 33;F£8f@E:C54. 43, H2. 42, N3. 53,

&1 1c (0. 96449, 2. 29mmo 1), Ni (cod), (O
3799, 1. 38mmo 1), 1, 5—=>40444YxT> (0. 35
ml, 2. 85mmol). 2, 2" —=EEYUT) (0. 432g, 2. 7
7Tmmo | ) %#84&THF (60m ) IBfEL, 60CT14. SHEEREM
ML, BAREBETCTETL., MLIVERWTY ) ASNLICEREI B,
Yy 2L —HHBERAVWT M IV THE (Ry=0. 96) L% BE
TTRMELEZ. Bha~x:HrTHREL. AEBOBRKELTEEW24 (5
53. 3mg, 0. 81 3mmo |) #INET7 1% TE~,
Mp:363. 2—364. 27C.
'"H NMR (300MHz, CD,C1l, ppm) §7. 60 (d, *J (H,
H) =1, 2Hz, 2H), 7. 34 (dd, 3J (H, H) =7. 8Hz, *
J (H, H) =2, 1Hz, 2H), 7. 20 (d, 3J (H, H) =9. 0
Hz, 2H), 7. 07—6. 95 (m, 8H), 6. 73 ppm (dd, ?
J (H, H) =6. 3Hz, +J (H, H) =1, 8Hz, 2H).

HRMS (FAB) :m/z 680. 1169 (M), CyuHF¢N,0,M5t
BE:680. 1171,
TR (%) : CxHFN,O,D5tEE:C67. 06, H2. 67, N
4, 12 ;=RfE:C67. 20, H2. 61, N4, 25,

(£G4 )

DLTFDORF—ALICLEDR>TEEM20 1 28K L 7=,
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[0107] [{E30]

CHj CHa
Qd’ F $1TIE Qo’ ¢ #oTiE Q °
@"\; {}0\; Q
4 g 3 Br
[24d-pre] [24d] [11d]

Qs )
[Md ———s NN o
O &

[ME&4201]

[0108] {k&¥24d—pre (8. 349, 24. Smmol), N—7OFEX
943K (4. 359, 24, 4mmo|l) ACHC 1, (200m )
CEEEE (200m 1) (DAL, =ET 1 8ISHEERLE, 88fMINaHC O,
KBRTHML, CHC I ;T (100m I X3) L, B¥EZNa,S
O, CEIEL., BMBLE Z2REBETTEMRLEL, BOoNKEKZL YD
FVhS620%bT574— (CH,Cl,:AFHY=1:2, R;=0. 4
5) TREL., ABDEAKE L TIELE®W24d (8. 1T1g, 19. 3mm
ol) ZPRET7 I%TH,

Mp:119, 1T—120. 17T,

'"TH NMR (300MHz, CDC I, ppm) 7. 11—6. 97 (m

, 3H), 6. 95 (dd, 3J (H, H) =8, 4Hz, *J (H, H) =2
THz, 1TH), 6. 93—6. 76 (m, 5H), 6. 74 (d, 3J (

H, H) =8. 4Hz, 1TH), 3. 59 (s, 3H), 3. 56ppm (

s, 3H) .

BC NMR (75MHz, CDCl; ppm) §158, 96 (dd, 'J (

C, F) =249, 5Hz, 3J (C, F) =5, 7Hz), 153, 46,
153. 28, 136. 06, 124, 96, 124, 77, 124, 67
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, 124, 40 (t, 8J (C, F) =6. 9Hz), 124, 26, 124
13, 123. 92, 121. 13, 116. 28, 116. 05, 11
3. 15, 111, 54 (dd, 2J (C, F) =16. OHz, *J (C, F

) =6. 8Hz), 56. 24, 56. 05 p pm.
HRMS (FAB) :m/ z 419, 0332 (MY), C,HsBrF,NO,
DEtE@E: 419, 0332,
THRDOH (%) : CuHBrF,NO,DEtEE:C57. 16, H3. 84,
N3. 33;F=8@E:C57. 26, H3. 88, N3. 38.
t&m24d (1. 82g, 4. 33mmo |) %#ECH,C 1, (90m
1) IS8 LT, TDBRRE—T 8CICARL, BBry; (1. O0Om 1, 1
0. 6mmo |) ZMAHE BRACEEEFTRELABEERLL, BR
HKICANKEAECH,C 1, (50m | xX3) T L~ Na,SO,TEIR
L. IBBLE®E. 2HRERBETTEBL. CH,CI,2801. 74g90B8E
DEE (k&¥25d) 218k, BO5NALEHKEDMF (6 0m 1) ITARE
L. K,CO, (1. 84g, 13. 3mmo l) #iMx. 100CT15. 5
FEREEIR L7, BRARETTEMRL,. KEMA, CH,C |, THH (50m
| X3) L7, B#EAENa,SO,TEIEL., IBBALALRE. 2RERETTE
WLz, SEonrzBRzs A5V a—bNAaASAsOXNIZS 74— (C
H,C 1, R=0. 95) TH&L. HBEOE#KE LTLEM1 1d (1. 5
19, 4. 28mmo | ) ZINFEI 9% TH,
Mp:145, 3—146, 3C.
'"H NMR (300MHz, CDC I, ppm) §7. 25 (d, 3J (H,
H) =6. 9Hz, 1TH), 7. 19 (dd, 3J (H, H) =6. 9Hz, *
J (H, H) =2, 4Hz, 1TH), 7. 07—=7. 02 (m, 2H), 6
98—-6. 88 (m, 3H), 6. 76 (t,3J (H, H) =8. 4Hz
, TH), 6. 51 (dd, 3J (H, H) =8. 4Hz, 4J (H, H) =1
2Hz, 1H), 6. 49ppm (dd, 3J (H, H) =7. 5Hz, *J
(H, H) =1, 2Hz, 1H).
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BC NMR (75MHz, CDCl, ppm) 8147, 63, 146. 8
8, 145, 25, 144, 93, 128. 57, 128. 44, 126.
34, 123. 88, 123. 73, 123. 65, 120. 58, 117
58, 115. 47, 114. 47, 111. 46, 111, 13 ppm

HRMS (FAB) :m/z 350, 9897 (M%), CyH;;BrNO,®»
StEE: 350. 9895,
TR (%) :CxyHWBrNODEIHEE: C61. 39, H2. 86, N
3. 98;%FAMfE:C61. 53, H2. 79, N4, 00.

ted®m11d (0. 351g, 1. 0OOmmo 1), Ni (cod), (O
3299, 1. 20mmo ) . 1, 5=>04494vxT> (0. 14
ml, 1. T4mmol) ., 2, 2" —EEYZ) (0. 189g, 1. 2
Tmmo l) #8&THF (30m 1) (8L, 60CT 1 SEEEMEL
fco BREBETCTEML., MLIVERWTYYAFLICREIE, VY
JZL—mFEEAVWT LIV THE (R;=0. 95) L% BEFT
BiELz, BREAFHY Y THRETEHIEICELY., BRBOEKE LTLEY
201 (0. 268g, 0. 49 Tmmo | ) INZEI 8 THE-,
Mp:337. 6-338, 6C.
'"H NMR (300MHz, 1,/1CD,C1,/CS,, ppm) §7. 38 (
d, 3J (H, H) =8. 4Hz, 2H), 7. 36 (dd, 3J (H, H) =
8. THz, *J (H, H) =1, BHz, 2H), 7. 16 (dd, 3J (H
, H) =8. 4Hz, *J (H, H) =2. THz, 2H), 7. 10 (d, *
J (H, H) =2, 1Hz, 2H), 7. 02—6. 88 (m, 6H), 6
79 (t,3J (H, H) =8. 1Hz, 2H), 6. 53 (dd, 3J (H
, H) =8. 4Hz, 4J (H, H) =1. 2Hz, 2H), 6. 51ppm
(dd, 3J (H, H) =8. 4Hz, *J (H, H) =1. 2Hz, 2H) .
HRMS (FAB) :m z544. 1426 (M), calcd. for
CxHxN,0,: 544, 1423,
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HRMS (FAB) :m/ z 544, 1426 (M), CyuH,N,0,05HE
fB:544, 1423,
THRAN (%) : CyxH,N,0,05HE: C79. 40, H3. 70, NG5,
14 ;==8EC79. 22, H3. 59, N5, 17,
[0111] (EHEHI5)
UTFDORF—LICLEN>TEEW28 5 5AK L7,
[0112] [{£31]

OMe OMe

1T @
@@ = @ == @
o F
o - o @ m,lne

[34]

ox

136] Br [11e] [{Lawoes] FsC

o ﬁs:EFchb HiTR g@ — Q O g

[0113] {t&¥m31 (21. 79, 92. 5mmo |) ., t&®WM32 (10. 7g
, 82, Tmmol), Pd,(dba) ;-CHCIl;(1, 60g, 1. 59
mmol)., FhYDLhtert—JrFIRK (9. 229, 95. 9mm
ol). M)—tert—7FIHKXT714> (2. 58g, 12, Tmmo
1) 820 &ML (200m 1) ([TBfEL, 1T00TCT 1 6BFREIHLE
o NAEYWAERBAL., ML IVTHE (150m1) Lk, ZD%, BHICK
(50m 1) ZmMx. PLZVTHHH (50m I X3) Lk, EREZNa,
SO, THIEL., BBLEE HREBETTRELE, BonEBEET Y
ATV a—bhZL0A%TNTZT74— (CH,C I, :AFHY=11: 2,
Rf=0. 45) #{7o/%. ISV YAFLYa— ASLsO%NT
S574— (CH,Cl,:AFHr=1:4, Rf=0, 25) THREL. B&
OBFEELTEEMI3 (18. 79, 79. 4mmo |) ZIRNFEIE6%T
B,

'"H NMR (300MHz, CDC 1l ppm) §7. 10—6. 93 (m
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, 3H), 6. 92—6. 80 (m, 3H), 6. 60 (m, 1TH), 5.
88 (s, 1TH), 3. 93 (s, 3H).
B3C NMR (75MHz, CDC I, ppm) 8157. 05 (dd, 'J (
C, F) =246. 1Hz,3J (C, F) =5. 7Hz), 147. 59,
133. 18, 123, 56 (t, 3J (C, F) =9, 8Hz), 120.
65, 119. 72, 118. 95 (t, 2J (C, F) =15. 5Hz),
112, 91 (t, *J (C, F) =2, 3Hz), 111, 77 (dd, 2J
(C, F) =16. 6Hz, *J (C, F) =6. 8Hz), 109. 9686,
55, 47.
HRMS (FAB) :m//z 235, 0811 (M*) ; Cy;H,F,NO®DEt
BfE:235. 08009,
wHRA (%) : CxH F,NODE&EE:C66. 38, H4. 71, N5

95 ;EAIfE:C66. 27, H4. 53, N6. 06.

team33 (3. 60g, 15. 3mmo |) . {t&M34 (5. 18g
, 17. 2mmo ), K,CO; (4. 18g, 30. 2mmo |) . #A#EK
(1. 53g, 24, Tmmo |) A#&%lBo—YOORy+EY [ODCB
1 (45m 1) [z 180CIcm#&L. 5O0MEIE®RLE, FEAWEIREB
L. CH,C |, T#%% (50m ) L7, Z0DH%. BMHWIKEMA, CH,C I
,CHItH (35m I X3) Lk, B%E%ANa,SO,TEZEL, BBALKLE, 2
BREBETCTRELE, BONELBEREZS ) ATV AZLIORNIZT4
— (CH,Cl,:AFH>v=1:3, Rf=0. 22) THE&HL. ABOEK
ELTE®W35 (5. 43g, 13. 3mmo |) #INE8 7% TEE,
Mp:57. 1—-58. 1T,
'"H NMR (300MHz, CDC I, ppm) §7. 28 (d, 3J (H,
H) =9. OHz, 1TH), 7. 14—6. 99 (m, 3H), 6. 95—
6. 80 (m, 6H), 3. 61 (s, 3H), 3. 58 (s, 3H).
BC NMR (75MHz, CDC I, ppm) §159. 00 (dd, 'J (
C, F) =249Hz,3J (C, F) =5. 7Hz), 154. 95, 15



WO 2012/118164 81 PCT/JP2012/055287

3. 28, 136. 88, 135. 61, 125, 15, 124, 82, 1
24, 62 (t,*J (C, F) =9, 8Hz), 124, 28 (t, 2J (C
, F) =20. 6Hz), 124. 27 (g, 'J (C, F) =270Hz)
, 123. 1 (q, 2J (C, F) =32. 1THz), 121, 19, 120
84 (q, 3J (C, F) =4, OHz), 120. 24 (q, 3J (C, F
) =3. BHz), 113. 09, 112. 11, 111. 60 (dd, 2J
(C, F) =16. 6Hz, *J (C, F) =6. 8Hz), 56. 01, 5
5. 91.
HRMS (FAB) :m//z 409. 1097 (MY ; CyHF;NO,D&t
BE:409. 1101,
TROMH (%) : CyHFNO,DEIEE:C61. 62, H3. 94, N3
42 ;E[fE:C61. 76, H3. 91, N3. 4.

[0115] {&¥35 (4. 09g, 10. Ommo |) ##RCH,C1, (300m
1) 1AL —7 8CITHILAE, £ZICBBr; (2. OOm!l, 21, 1
mmo | ) ZMAL%E. RLICERETHEL. SEFEE® LA, BREK
(100m 1) ICAR, CH,C 1, (50m | x3) TiL7%~, Na,SO,
TERL, BBLE, 2HRERBETTEMTL. CH,C 1,253, 7594
DEHAEB, B5N/EEHEEDMF (200m 1) 1AL, K,CO; (4

15g, 30. Ommo |) #MA, 100CT20BEERLL, T
MERBLE BAREBETCRBELAE, BEEECH,C 1, (100m 1)
WICEB L., TMNH,C I K&A®R (100m 1) ZmMx., CH,C |, THil (7
OmI X3) L, A#%EANa,SO,TEEL. BBLAE. 2HERET
TEWELE, BonhzE&KEZ YA LVAZS L OY NI ZT74— (CH,C
|,) CREREET L%, Y AFXLVASLPOYNTIS 74— (CH,C
l,:A"FHv=1:4, Rf=0, 58) THEITSHIET. AEOEKE
LTtamw36 (2. 20g, 6. 44mmo |) ZINEG 4 %THE~,
Mp:129. 3—130. 27C.

'"H NMR (300MHz, CD,C1l, ppm) 8§7. 56 (d, *J (H,
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H) =1. 8Hz, TH), 7. 31 (dd, 3J (H, H) =7. BHz, *
J (H, H) =2, 1THz, 1TH), 7. 16 (dqg, 3J (H, H) =8,

A4Hz, 4J (H, F) =0. 9H=z, 1H), 7. 04—6. 90 (m, 4
H), 6. 80 (t, 3J (H, H) =8. 1THz, 1TH), 6. 69 (dd
, 3J (H, H) =8. 4Hz, ¢J (H, H) =0. 9Hz, 1H), 6. 5
3 (dd, 3J (H, H) =8. 1H=z, ¢J (H, H) =1. 2H=z, 1H)

THRAH (%) : CuHF;NO,DEEE: C66. 87, H2, 95, N4

10;ER@E:C66. 72, H2. 80, N4. 07.

Ite&m36 (1. 72g, 5. 03mmo ). N—=7OFRISVAZX
K (0. 993g, 5. 58mmo ) #CHC I, (45m 1) . Efig (4
Eml) ([TAfRL. EET1 8. SRMEIE®R LA, f88HINaHC O KARKRT
L., CHC |, Tt (50m 1 X3) L7, B#EANa,SO,TEIEL
EBLE. ARERBRETTERBLE, BonBRES Y AT ILAS AL
osa~x k7> 74— (CH,C |,) TRARREZIT>LE. ILIKT) ATV
H>ALoAYNTIST74— (CH,Cl,:AF¥H>v=1:2, Rf=0. 78
) THREL, AB0EKELTEEM 1 1e (1. 90g, 4. 51mmo
1) #INE9 0% TE,

Mp:128. 6—130. 3C.
'"TH NMR (300MHz, CDC I, ppm) 7. 48 (s, 1H),

7. 19—-7. 06 (m, 4H), 6. 96 (d, 3J (H, H) =8. 4H
z, TH), 6. 80 (t,3J (H, H) =8. THz, 1TH), 6. 53
(d, 3J (H, H) =8. 4Hz, 2H) .

HRMS (FAB) :m/ z418. 9770 (M*) ; C,4H,BrF;NO,®
SHEE:418. 97609,

TR (%) : CyHBrF;NO,DEtEE:C54. 31, H2. 186,
N3. 33;F&8E:C54. 41, H2, 05, N3, 43,

[0117] &1 1e (603mg, 1. 44mmol) ., Ni (cod), (23
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6Gmg, 0. 858mmol). 1, 5=>o04954> x> (0. 23
ml, 1. 87mmol)., 2, 27 —EEYZ) (270mg, 1. 73
mmo |) Z&@F >0V [THF] (30ml) I[TAMEL., 6
OCT25F@EmMRLE, AREZRETTEMBEL, o—2sOoONVEVE
AWTYYATNICEREIE, #Bro—r/OORVEYTHIH L%, BE
TTRMELE, BRa~:H U THEL, BEROBEKE LTEEW285 (
449mg, 0. 66 0mmo |) AINZEI 2% T1E,
Mp:287. 5—289, 2C.
'"H NMR (600MHz, CD,Cl, ppm) §7. 60 (d, *J (H,
H) =1, 2Hz, 2H), 7. 37 (d, 3J (H, H) =8. 4Hz, 2
H), 7. 23 (dd, 3J (H, H) =8. 4Hz, *J (H, H) =1, 8
Hz, 2H), 7. 19 (dq, 3J (H, H) =8. 4Hz, *J (H, F)
=0. 6Hz, 2H), 7. 17 (d, *J (H, H) =2. 4Hz, 2H)
, 7. 00 (dd, 3J (H, H) =8. 4Hz, *J (H, H) =1. 8Hz
, 2H), 6. 84 (t, 3 (H, H) =7. 8Hz, 2H), 6. 59 (
dd, 3J (H, H) =8. 4Hz, *J (H, H) =1. 2Hz, 2H), 6
56 (dd, 3J (H, H) =8. 4Hz, *J (H, H) =1. 2Hz, 2
H) .
8C NMR (150MHz, CD,Cl, ppm) §8149. 96, 147,
56, 145. 36, 145. 21, 135. 80, 130. 14, 127
71, 126. 24 (q, 2J (C, F) =33. OHz), 124. 76
, 124, 27 (g, 'J (C, F) =270Hz), 122. 02, 120
90 (q, 3J (C, F) =4. BHz), 120. 36, 117. 98,
115, 62, 115, 10, 112. 09, 111, 84 (q, 3J (C,
F) =3. OHz), 111. 60,
HRMS (FAB) :m/z 680. 1164 (M) ; CyuH,F¢N,0,M5t
BE:680. 1171,
TR (%) : CxHFN,OD5EE: C67. 06, H2. 67, N
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4, 12 ;EAfE:C67. 30, H2. 59, N4, 19,
[0118] (Z=HEHI6)

PFORF—LIZLIEDN>TIELEM2 94 2G5 L7,
[0119] [{£32]

Br
Qo mxm O s2rm Q-
N—{ >——Br _—_ N—Z/ >—c,;|=9 _— N4‘<: >—ch9
F304©~O FSCGO Fsc@o

[41] [42] [111]

[{t&¥294]

[0120] &4 1 (121mg, 0. 288 mmo |) . SA¥MK (56. 3mg
, 0. 886mmo l) &, HHEHLLHTILIVNTY VT (288) ICL
YERR L7ZE g X FIL A ERFS K [DMSO] (5m ) ([TBEMEL, /A
—7A07FLI—YRK (114mg, 0. 329mmo ) A#MA. 1
10CT4 9BSREMER. WLk, RBAMAEZMAL. K (5m 1) ZMA.
CH,C I, TiitH (20m |1 X3) L., KTH%&ELE, B¥EAEZNa,SO,T
HBIEL, BBLKLRE, 2REZBETTERELE, BoncB@BEE2 ) AT
ASLoAOXKMITST74— (CH,Cl,: AFHY=1:5, Rf=0. 80
) THRHEL, Rk LTLEEM42 (112mg, 0. 200mmo |
) ZINE 6 9% TH,

'H NMR (300MHz, CDCl,;, ppm) §7. 55 (s, TH),
7. 29 (d, 3J (H, H) =8. 1Hz, 1H), 7. 20 (d, 3J (H
, H) =8. 4Hz, 1H), 7. 08—6. 90 (m, 4H), 6. 75
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[0121]

[0122]

ppm (d, 3J (H, H) =6. 9H=z, 2H) .
HRMS (FAB) :m/z 559. 0449 (M%) ; C,H,F,NO,D5t
HiE:559. 0442,

ited¥4s 2 (106mg, 0. 190mmo |l) . N=7OFRII A
TN (36. 4mg, 0. 204mmo |l) #CHC I, (5m 1) . EEs (
S5ml) ICFEL, BRT14RBERF L, TDKR, 6 0CIKMEAL. 6
SEFERIE Lz, RIGEA®REZ, N aHC O KAKRTHML, KEAZC
HC I ;TH#ilt (15m1 X3) LA, A#¥EZNa,SO,TEIEL, BBLE
%, PBRERBETTRELE, BonBEREZS Y AT LAZ LAY NYT
Z74— (nFHY, Rf=0. 40) THRL. BBOEKE LTLEEY
11f (117. 3mg, 0. 184mmo |l) ZINEKI 7% THE/,
Mp:121. 6—-122. 8C.
'"H NMR (300MHz, CDCl,;, ppm) §7. 48 (s, 1H),
7. 23 (d, 3J (H, H) =8, 7H=z, 1TH), 7. 16 (s, 2H)
, 7. 10 (s, 1TH), 6. 99 (d, 3J (H, H) =8, 4H=z, 1TH
), 6. 76ppm (s, 2H) .

HRMS (FAB) :m/ /z 638. 9537 (M*) ; CxHsBrF,NO,
DETEME: 638, 95209,

ka1 1f (64. 9mg, 0. 102mmo ), Ni (cod) , (
17. 4mg, 0. 0633mmol) . 1, b=>oO0x948>xTy (1
Eml, O. 122mmo )., 2, 2" —EEYZ)L (19, Omg, O
123mmo |) 287> RO075> [THF] (2. 5ml)
BEEL., 60CT7 285EMBA L, BREZBETTEMBEL. o—o 00
NRYVEVERWTYYATIVICRESE, Bo—2 /OOy EYTHIML
-1%. RETTRIMEL, BHREAFHUTHREL. REBOERKE L TLEE
M294 (34. 8mg, 0. 031 2mmo |l) AINZEG 1 %TE-,
Mp:246. 5—-248. 3TC.
'"H NMR (300MHz, CD,Cl, ppm) §7. 61 (d, 4J (H,
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H) =1, 5Hz, 2H), 7. 39 (d, 3J (H, H) =8. 4Hz, 2
H), 7. 27 (dd, 3J (H, H) =8. 4Hz, *J (H, H) =2, 1
Hz, 2H), 7. 25 (dgq, 3J (H, H) =8. 1Hz, *J (H, F)
=2, 1Hz, 2H), 7. 19 (d, *J (H, H) =2. 4Hz, 2H)
, 7. 03 (dd, 3J (H, H) =8. 4Hz, *J (H, H) =1. 8Hz
, 2H) , 6. 80ppm (dd, 3J (H, H) =10. 2Hz, *J (H,
H) =1. 8Hz, 4H) .
HRMS (FAB) :m//z 1116, 0756 (M*) ; CxHiFuN,0O,
DEtEE: 1116, 0727.
THRDM (%) : CuHF 4N, O,DEtEE: C49. 48, H1. 44, N
2. 51 ;%A1E:C49. 58, H1. 45, N2. 74,

[0123] (EHEHIT7)
DLTFDORF—ALICLEDR>TEEMA 01 28K LT,

[0124] [{£33]

[112] f14a] [{t&¥401]

[0125] {t&¥11a (1. 069, 3. O1Tmmo |) 2T >EROTS
Y [THF] (100ml) (CHEL. —78TCICHEML, n—TFILY)
FoL (NFHH, 1. 58M, 2. Oml, 3. 1T6mmo |) Z@&TF
LTI1EEERLE, T0R2—1Y 7 ORFY—4, 4, 5, 6—F K>
AFI—1, 3, 2=oFFHHRAZY (0. 65ml, 3. T9mmo |
) ZMA, ERTOSKEEREH L, BRZBRETTRMEL, CH,C1, (50
ml) ISBMELE, KEMA, KEZCH,C |, THiE (25m1 Xx3) Lk
o B#EEZNa,SO,TRIEL., BBLERKR. 2HREBETTEMLE, 5
NEE®RESVBRIOY NS 74— (MLIY) THEL. BEOERK
ELTkE®W14a (1. 04g, 2. 61mmo |) ZINE8 TR THE
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[0126]

[0127]

]

'"H NMR (300MHz, CDC I, ppm) 8§7. 32 (dd, 3J (H
, H) =6. 6H=z, 4J (H, H) =2, 4Hz, 2H), 6. 96—6.
85ppm (m, 8H) .

NLIVEERBKEZNTNTILIVATY) U JICEY 4EERS L7,

1, 4= 7JO0ERYEY (34, 5mg, 0. 146mmo |) . (&YW
14a (126mg, 0. 315mmol)., Pd,(dba);-CHC I, (
4. 92mg, 0. 00475mmo l) ., 2=oo70ANFVNEKRRAT 4
J=2" ., 6 —=IARFIETIZIN [SPhos] (7. 76mg, O
0189mmo |, K;PO, (92, 6mg, 0. 436mmo |) #>a
LY OICAN, PITVEMET 27, PIWIVNRTY 2T (ABRE) IL
YK LzbbTy (Bm 1) | Z&BK (0. 5ml) #mHMA, 110CT
3OFARH L, BREZBELTEBL., o—2/7O0ORVEVYZAWVT
SYATIICREIE, Bro—2/O0ORVEYTHE LR, BETTE
L7, B~ THhEL. BBOEKE L TEEH4 01 (3 8.
4mg, O. 0619mmo | ) AINZE4L4 2% TE=,
'"H NMR (300MHz, 300MH=z, 1 /1CD,C1,/CS,, ppm
) 7. 55 (s, 4H), 7. 37 (dd, 3J (H, H) =7, 5Hz, ¢
J (H, H) =1, 8Hz, 4H), 7. 02—6., 90 (m, 12H),
6. 79ppm (s, 4H) .

(E7EHI8)

BPTRDRAF—LICLEN>TILEYWT7 01 5E5mK L7,

[0128] [1b34]

oy o P2 oo™
gP &

[14a] [{t&4701]
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[0129]

[0130]

1, 3—Y708ERvEY (18ul, 0. 150mmo l) . L&Y
4a (125mg, 0. 312mmo |), Pd,(dba) ;- CHC I, (4
90mg, 0. 00473mmo |) ., 2= 9O~NFYNKRRT 4/
—2" ., 8 —UANFYETTIZI [SPhos] (7. 53mg, O.
0183mmol, K;PO,(96. Omg, 0. 452mmo |) #>aL
YOWKAN, PINIVEBRET >/, ZIVINTY 0T (2. 5ERA) I
SYUBRKLEMLITY (6mL) BLUVFEEK (0. 6mL) &#ma, 11
0° CT4 215 L, RINAREZBRE/LTEBEL, o—yvoONRy
EUVERWTY Y ATIVICRESE, Bro—Y /OO EYTHE LEE
RETTEMELLZ. SonEBEGREZAFT Y THESRL, EEEBOEKE L
TEM701 (83. 9mg, 0. 135mmo |) ZINFEI 0% THL
'"H NMR (300MHz, 1 /1CD,C1,/CS,, ppm) 8§7. 62 (
s, TH), 7. 46 (d, 3J (H, H) =1. 2Hz, 2H), 7. 37
(dd, 3J (H, H) =6. 6Hz, *J (H, H) =1. 2Hz, 4H),
7. 35 (t, 3J (H, H) =1, 2Hz, 1TH), 7. 02—-6. 91 (

m, 12H) .

(GHB&f1 1)

Ehefl 1 ~4 THEOSNLEW 1. LEW2. LEW24. LEW201
(ZEF) SHBILEMTHBILAEMA~C (BERK) ICODVWTHA Iy
DRI VAN —%ToBEREZ” 1 BLUOE2ICRT, BB, 101
yOIRILIVARN)—E, n—=Bu,N*PF& (0. Tmo |l /1) 2#%KHE
BEICAW., sREBELTAg /Agt ERBELTI Sy —h—RY
W@ ELTPtEZRAWT, CH,C I AR TITo s Y12 Y v IRILY
AR —DFERIY. LEWMT. LEM24. LEW20 1 IEZEREDOT
WRBEREETRL, CORMERETICBWT, RT3 VAINVAFFTUE
SUTAFAVPREICENRT 2 ENEREIN, R—ILEEMEE L TE
NBHMERT IENTBINE, (CEW21E. ZEREORHAREELIRICH
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[0131]

[0132]

ZT. 3, AERBEBO_EFBICNIST 2BILEEAHICENIh, 0
BERMET TR RISTE2TMNSHFAVBETENREICERTEIEN
BRIN, BNAR—ILEEMBTHD I ENTRBINE, &YW, L&
M2, \t&EW24. LEWM201E. FA V) v IRV AR —DRIE
EREHABINZARY MULHLREEOLNEZHOMOAWT NEFW DR —
IWEABICEBNRTWS I EMNEREINE (HI35R) . Ak, H3ICHT
2a—NPD&ETPDDOF—#41d. Appl. Phys. Lett., 2007, 90, 183503(C
BEO<HDTH 5B,

(Ehefl9)

L& 1 #EWTHEEAEZER L. SCLCE (Appl. Phys, Lett. 2007, 9
0, 203512) ICLED > THR—IUBBELZRNELLEZSD, 1. 2~2, OX
10%cm2/VsThol, £/, kEW1. {tEW24., £LEW201. «
—NPDZBEWTTOF% (Time-of-flightik) IC LA > TR—ILBEIE
ZRAELEERERA IS, ThHDHERIE, A¥IL 7 bOLIxyE
VARFICEITEIRKRNLR—IEEME THEa—NPD ERBEDKR—
IWBBEEREAOLENPELTWVWEDIEERLTWS, £k, t&®2
OTICDWTTOFRICLEN > TEFEHELZAE L EBERER—ILEZE
EOAERREEHICHSICRT, ZORRIE. LEW20 1 DEFREE
DPR—IBEFELYEISIEVWIEZRLTEY.,. AEROELEYMDOHIC
FENENAR—F—MRPREEFNTVWEIEEZT LTV,

(Ehefl10)

AEBEHANCEWT, HME6ICTRIAEPFOERIL 7 bOLI Ry EY IR
F (a) &SHBAOE#IL hOLIxvEYRAZ%RTF (b) 28ELE,

ERILIMOLIRYyEVRRF (a) & | TOERMLEHSZEMR
DITOEBEIZIELEWT1A210nm, a—NPD%A250nm, FEED#EE
ZETDA19;550nm, Li FBLVCA I ZBICEBET DI &ICLYE
ELAE (H6 (a) B8R) .

BE#IL /7 bhOLI Ry tEVRFBRF (b) & kEWT1 E2ELER—ILFEAN



WO 2012/118164 90 PCT/JP2012/055287

BAEHR LA 2/-maZERELT, LE0oBKIL 7 MO Ry Y RE
F (a) EEUCIRICLE>TEELE (6 (b) &)
[0133] [{&35]

Alq,

[0134] HWELAEBHIL I/ bOLIRXRYyEVRRT (a) EE¥IL I bOLER
Xy EVRHRF (b) OBEFLUTOREY TH 5,
ZF (a) IT0/{t&¥ 1 (10nm) / o -NPD(50nm) ~Alqg;(50nm) ~LiF /Al
#F (b) IT0 a-NPD(50nm), Algs(50nm) “LiF /Al
[0135] HWELABHIL I/ bOLIRXRYyEVRRT (a) EE¥IL I bOLER
XYy EVRARTF (b) IK2WT, ERBEEERWEOEREZAELLEZ
PRTICRIERIEONE, 2O EME, AEBAO—MHKK [1] TRS
N2bEM1 ZAVWSE I EICLY ERMDENA LT 2 ENEEINT,
[0136] (EREHI1 1)
EREGT O ERABRICLTUTORELZET2ERIL I bOLI xRy Y
AHRT (c) LV (d) 2RWELE, ThHOERIL I MOLI XY E
VARFIE, R—ILBEMBENELR > TWS,
=T (c) IT07t&¥ 1 (60nm),Algs(50nm) “LiF Al
%F (d) IT0 a-NPD(60nm),Alqgs(50nm) ~LiF, Al
[0137] HWELAEBHIL 7 bOLIRYEVRRTF (c) LU (d) ILD2WT
C 2mAICEREEZABEEL TC20 0 0BEHBZWVEEFNUEICHI> TERE
EEEOELEZRAELL, EERLORHERREZRBICTL. EEZELDHR
EfaREEIICRY, M84&Y, AERAD—MKENX [1] TRINBZLEY T
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[0138]

[0139]

[0140]

ERWEBEIE., BEOEMNMNIKIMAONE I E’ERINE, 2D
Eld. EEMT1 ZRVNIETRTOLEICEDCEREROLRZIMEIL S 2
EERTEDTHD, £/ HOLY, bEWMT1 ZAVWEEEIF. TTOD
BEETHNANICMAONE I EMIERINE, ThHDFERIE. L&Y 1T
PRTFOREMEICHRDH DI EEZRTEDTH D,

(EREHI1 2)

EHEGI 1 O THWEEEH 1 Db YITEE20 1 ZAWT, k61
OLRMRICLTUTOREZETHERIL I bMOILIRYEVRARTF (e
) BLY (F) #EE L/, T, WBEAE L TUTOEEERET 26T
L2 bOLIRyEVZRRF (9) 3EELL, ThHoDERTIL S MO
IRVEVARFIE. EEW201EEa—NPDEROEGEEEZ60nm
T—EICLT, tEM20 1ROEREEZZE(LIELEDTH S,

H=F (e) IT0/{t&¥p201(30nm),~ & -NPD(30nm) Alqgs(50nm) /LiF Al

RF (f) IT0{L&#201(10nm) ~ o -NPD(50nm) ~Alg;(50nm) /LiF /Al

=F (g) IT0 a-NPD(60nm),~Alg;(50nm) /LiF /Al

BELZAMIL NAOLIXYyEYRAKRTF (e) ~ (g) IKD2WT, &
MEBEEEERDEOBRZRHAELLZECAHT ORI BERAETONE, a
—NPDICHTIHR—ILFEFABE LTELEM20 1 RZFEKT DI &ICLY
. BRHEY OEEORALNED SN, BERWEAMLT DI EHNERIN
feo T, LEM20 T1RDBEEZELTHI&ICLY, EfHLY OEE
NILICHEFY., ERWENILICALT I ENERINL, D &IE
AEEWM2 0 1 BAR—LEEEMBE LTEBRTWEZEETRLTWS,
e E ORI TR

DEMSEOLMNREDIC, — &KX [1] TRINZELEME. PEILT 7
AREHRETHRIELICC WD 2, EREEMAE LTBREAREEEEL
TWd, Z07H, —BRA [1] TRINDEEWERWVWDIEILLY., &
ET, HEENPRBEZNA., REMELIEHRLIZEAKIL Y O
IRVEVARTFPERERAREL R EOERT N1 R EREBET I LN
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AEETH D, DD, AEPIZEXLEOABAEMLENSL,

= DEHEA
[0141] 1 | TOBHRMAEHZ AEMNK
2 &M
3 a—NPD
4 Al g,
5 LiF
6 Al
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FHROEHE
[EEkIE1] TE—MKX [1] TRINBILEY,
[161]
—fe= [1]
L3 i
L4 Y o
_ R" RP ni

[ [1] ICBWVWT. A r'iZBEESEIETREOVWTILDE
EExRL ;
[{e2]

o dido

Q'BLTQUE, EBIT=CH-THdH. QPEBEFEETQA-C

H=CH-T#%». QN—CH=CH-TQHIHEESTHY ; p
FO~3DVWTNHIDEHERL ; qid0~3DVWThADEKERK
L; EREERFEF. MEBRFEXRIDH. FLEIRREF. HERET.
B2RET. VVEREF. FUVREFEH LLIEMERTZN L TGERET 2

RFE%EFEL ;
XE, BRRF. MERF. kFRRF. B2R2ERF. VVRERFHBL
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[E5KIR2]

VHRETHNOBRDIELYBERIND 1 DOEFENL GEET 58
EEERL ;

Yid, 2REF. RIVRETFHLCY VEFHORBELYER
INZ 1 DO0RTFTENLCESET 2EFEHEERL ;

L& Lz L3&L:oweFnh—RiE. BEWEE L TBRERRF.
MERT. KRREF. BRET. VVEFBIVERREFNOALDE
JYUBRIND 1 DORFEN L TEET 2ERBEEZRL, L'&L?
L3 LAk, BAMIIC, KREFELFEREARL ;

R, R2 RS~R'ELUVRO~RZE, KLMITIZ, KERERFF
FEHBEZRL, RSERS R6ER7, RUER™ RME&ERZE, HEWL
ICiEE L TEREETEHRLTWTEL

n1IF2UEDOVWThHIDOEHRERL, 2FRICn 1EFET S X
. Y. R, RZ R5~R'BLUR"~R2FE, TNETNHEWIFE—T
HOTEEBRH>TVWTHLLS;

ArDBEEETHDEE, BETZ2DOORBEAEWVICHEE
TERBEEFERLTWTELL, BET 22 DORATAENICHKHE
BLTEREZEALTVWTELL, ]

—f= (1] ICBIFBLEL, L3EL‘OWThD—ANENRT
DERBEE, XIAKTERBEDL, &L4MILIC, —0—, —S—. —
S0,—, >CR#R%, >C=0, >C=CR2%R% >C=NR?,
>N R,

[1£3]

F7/2E>S i RBR2THY,
Y'B, >N—, >B—, >P—Z%&IF>P (=0) —THY.
R, Rz R#, RZ RZEIVRZ2H, HELAMILIC, KRRFEF. &
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[E53KIR3]

[E5K1R4]

[E53KIR5]

[E53K1R6]

[ RIET]

[E53KIR8]

[E5KIR9]

[E5K1R10]

7 LS REEROT7IILFILE, FREFERE LERERO7ILO
FOETHY,

Ri~R7B LU RU~R2ZHN, KA MILIC, KRFEF. BB LIE
BEROT7IFILE, BRE LIFEBEROT7IIXFDE, BREL
CIREBELOT7Y) —IVE, FLEESRS LEEELRO7Y) -4+
SETHBHN, R°ERS REERT, RUERT, RMERZAEWIEE
BLCEFEEFER LTS Y,

RE~RZH, FLAMILIC, KERRF. BEHL LIFEBROTIL
FILE, FREELD LLEEERO7) —IETHDI I & 2RHHE
$ HEKIE 1 ICEHDILEY,

—f= (1] ICBIFBLEL, L3EL‘OWThD—ANENRT
DEREEE, X AKRTEREN -0 -—THBIEa2EHHMETEHER
B F72lE 2 ICRBEDIEEY.

—BX (1] ICBIFBYPSN-—THBIEEBEHMET BERE
1T~30WFhh 1 BICEHDILEW.

—BX (1] KBTI3R'BLUVRDKERFTHD I & aBEHe
THEKRETN~40VWTNH 1 IRICEEHDILEY.

—= (1] ICBITBRS R, RUBLIURZAKERFTHY.
REBLIUVRDWKERFELEZLIFVETHEIIEEBMETD
EKRE1~500WFnh 1EICEHDELEY.

DFDIERMTH DI E2/FHETDERET~60VWTNH1IE
ICEEEDILEYD,

BRI ~70WThnh 1IBICEHOLEND S5 EREE

ERIE1T~T7OWThM 1IRICEHDEEMERWEEERT /N1

ARE1I~70WTnA 1 IBICEFHDOELEWMEZRWEA#KIL b
OILIxRytEYRAERF,
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ERIE11] ERE1~7TOWTND 1 RICEHDLENERWIAERRRT
[E8KkIR12] BERET~7OWThH 1 RICEHOLEME RV BEHEEREARS

it
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