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SIE | 88 | Ry Riz sl3tE | gtk Ru Rip
Cl-1 7 Raa Raa C1-2 7 Rab Raa
C1-3 7 Rac Raa Cl-4 7 Raq Raa
C1-5 7 Rae Raa C1-6 7 Raa Rap
C1-7 7 Rap Rap C1-8 7 Rac Rab
C1-9 7 Rad Rab C1-10 7 Rae Rab
C1-11 7 Raa Rac C1-12 7 Rap Rac
C1-13 7 Rac Rac C1-14 7 Rag Rac
C1-15 7 Rae Rac C1-16 7 Raa Rat
C1-17 7 Rab Rat C1-18 7 Rac Ras
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C1-19 7 Rag R | C1-20 7 Ree | Rut
C1-21 7 Raa Ree | Cl-22 7 Rip | Rug
C1-23 7 Rac Re | C1-24 7 Raa | Rug
C1-25 7 Rae Rig | C1-26 7 Rea | Ran
C1-27 | 7 Rab R | C1-28 7 Ree | Ran
C1-29 7 Raa Ra | C1-30 7 Rie | Ran
C1-31 7 Rea Rai 1-32 7 Rap | R
1-33 7 Rac Ri | C1-34 7 Raa | R
€1-35 | 7 Ree Ri | C1-36 7 Rea | Raj
C1-37 7 Rap Ra; C1-38 7 Re | Ruj
C1-39 7 Rag R.; C1-40 7 Rie | Ra
C1-41 7 Ra Ry | C1-42 7 Rao | Rax
C1-43 7 Rac Ry | Cl-44 7 Raa | Ra
Cl-45 | 7 Ree Ra | Cl-46 7 Rea | Ral
C1-47 7 Rap Raj C1-48 7 Ree | Rl
C1-49 7 Rag Rg | C1-50 7 Ree | Ru
C1-51 7 Raa Rm | C1-52 7 Ris | Run
C1-53 7 Rac Rwm | Cl-54 7 Raa | Ran
C1-55 7 Rec R | C1-56 7 Ria | Ran
C1-57 | 7 Rap Rw | C1-58 7 Rac Ran
C1-59 7 Rad R | C1-60 7 Ree | Ran
C1-61 7 Raa Rio | C1-62 7 Rio | Ruo
C1-63 7 Ru Ro | C1-64 7 R | Reo
C1-65 7 Raa Rp | C1-66 7 Rio | Rap
C1-67 7 Ra R, | C1-68 7 R | Rap
c1-69 | 7 Ras R | C1-70 7 Ro | R
C1-71 7 Ru Rq | C1-72 7 Ram | Rag
C1-73 7 Rea Re | C1-74 7 Rip | Rar
C1-75 7 Ra R | C1-76 7 R | Rar
C1-77 | 7 Rua R | C1-78 7 Rap | Ras
C1-79 7 Rak R.e | C1-80 7 Rwn | Ras
C1-81 | 7 Res Re | C1-82 7 R | Ru
1-83 7 Rut Ra | C1-84 7 Ra | Ra
C1-85 | 7 Rea R | C1-86 7 R | Ra
C1-87 | 7 Ru Ra | C1-88 7 R | Ra
C1-89 7 Raa Ree | C1-90 7 Roo | Ray
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€191 | 7 Ru R | C1-92 7 R | Ra
€1-93 | 7 Rua Rw | C1-94 7 Rop | R
€1-95 | 7 Ru Rw | C1-96 7 Ran | Raw
C2-1 7 Ra Rug C2-2 7 Rea | Ree
C2-3 7 Rap Rag C2-4 7 Rb | Ree
C2-5 7 Rac Rag C2-6 7 Rie | Rae
C2-7 7 Rat Raa C2-8 7 Ret | Rap
C2-9 7 Rat R.e | C2-10 7 Ret | Ra
Co-11 | 7 Rat Ree | C2-12 7 Ree | Rea
C2-13 | 7 Ree | R | Co-14 7 Rie | Rac
C2-15 7 Rag Ra | C2-16 7 Reg | Rue
C2-17 | 7 Ran R | C2-18 7 R | Ra
C2-19 | 7 Ran R | C2-20 7 Ran | Raa
221 | 7 Ra R.. | C2-22 7 Ra; Res
223 | 7 Ra; Ro | C2-24 7 Ra; Rac
€225 | 7 Rai Ra | C2-26 7 Ra; Rec
227 | 7 Raj Rea | C2-28 7 Ra; Rap
229 | 7 R; Rie | €2-30 7 Ra; Rag
C2-31 | 7 Ra; R | C2-32 7 Rac | R
€2-33 | 7 Ra Ro, | C2-34 7 Rac | Rac
€2-35 | 7 Ra R | C2-36 7 Rac | Ree
€2-37 | 7 Ray R.. | C2-38 7 Ral Ray
€2-39 | 7 Raj R | C2-40 7 Ral Rad
241 | 7 Ray R | C2-42 7 R | Ra
€243 | 7 Ran Ry | C2-44 7 R | Rac
€245 | 7 Rem Ra | C2-46 7 R | Ree
C2-47 | 7 Ran Rn | C2-48 7 R | Ra
249 | 7 Ran R.. | C2-50 7 Re | Rug
C251 | 7 Run R | C2-52 7 Rio | Rua
253 | 7 Reo Ra | C2-54 7 Rwo | Ree
€255 | 7 Rao Ry | C2-56 7 Ry | Rea
257 | 7 Rap R | C2-58 7 Rip | Rue
259 | 7 Rap R | C2-60 7 Ria | Raa
261 | 7 Riq | Ra | C2-62 7 Rig | Ree
263 | 7 Raq R | C2-64 7 Ree | Rea
C265 | 7 Rer Ra | C2-66 7 Ree | Rae
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C2-67 7 Rar Rax C2-68 7 Ras Raa
C2-69 7 Ras Rad C2-70 7 Ras Rae
C2-71 7 Ras Rax C2-72 7 Rat Raa
C2-73 7 Rat Rad C2-74 7 Rat Rae
C2-75 7 Rat Rax C2-76 7 Rau Rea
C2-77 7 Rau Rad C2-78 7 Rau Rae
C2-79 7 Rau Rax C2-80 7 Ray Raa
C2-81 7 Rav Rad C2-82 7 Ray Rae
C2-83 7 Rav Rax C2-84 7 Raw Raa
C2-85 7 Raw Rad C2-86 7 Raw Ree
C2-87 7 Raw Rax

C3-1 8 Raa Raa C3-2 8 Rac Raa
C3-3 8 Rad Raa C3-4 8 Ray Raa
C3-5 8 Ran Raa C3-6 8 Raa Rab
C3-7 8 Rac Rab C3-8 8 Rad Rab
€3-9 8 Ray Rab C3-10 8 Ram Rab
C3-11 8 Raa Rac C3-12 8 Rac Rac
C3-13 8 Rad Rac C3-14 8 Ray Rac
C3-15 8 Ran Rac C3-16 8 Raa Rak
C3-17 8 Rac Rax C3-18 8 Rag Rax
C3-19 8 R.y Rax C3-20 8 Ram Rax
C3-21 8 Raa Ras C3-22 8 Rac Ras
C3-23 8 Rad Raz C3-24 8 Ray Rz
C3-25 8 Ran Raz C3-26 8 Raa Rae
C3-27 8 Rac Rae C3-28 8 Rad Rae
C3-29 8 Ray Rae C3-30 8 Ran Rae
€3-31 8 Raa Rao C3-32 8 Rab Rao
C3-33 8 Rax Rao C3-34 8 Ran Rao
C3-35 8 Raa Rap C3-36 8 Rab Rap
C3-37 8 Rak Rap C3-38 8 Ran Rap
C3-39 8 Raa Raq C3-40 8 Rab Raq
C3-41 8 Rax Raq C3-42 8 Ran Raq
C3-43 8 Raa Rar C3-44 8 Rab Rar
C3-45 8 Rax Rar C3-46 8 Ran Rar
C3-47 8 Raa Ras C3-48 8 Rab Ras
C3-49 8 Rak Ras C3-50 8 Ran Ras
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C3-51 | 8 Raa Ra | C3-52 8 Ry | R
C3-53 | 8 R | Ra | C354 8 R | R
C3-55 | 8 Ra Ra | C3-56 8 Ry | Ruu
C3-57 | 8 Ra | Ra | €358 8 R | Ra
C3-59 | 8 Ra | Raw | C3-60 8 Rip | R
€361 | 8 R | Rw | C3-62 8 R | R
€363 | 8 Ria | Raw | C3-64 8 Rw» | Ra
(365 | 8 Ra« | R | C3-66 8 Ren | Ray
C4-1 9 R | Re =) 9 Rib | Ra
C4-3 9 R | Rea Ca-4 9 Ry | Ra
C4-5 9 Raw | Rua C4-6 9 Rea | Rap
C4-7 9 R | Ra C4-8 9 Ra | Ra
C4-9 9 Ry | Ra | C4-10 9 R | R
C4-11 | 9 Rua Re | C4-12 9 Rip | Rac
C4-13 | 9 Raa | Ra | C4-14 9 Ry | Ruc
C4-15 | 9 R | Re | C4-16 9 R | Ra
C4-17 | 9 R | Ra | CA-18 9 R | Ru
C4-19 | 9 Rey | Ra | C4-20 9 Rm | Ru
C4-21 9 R | R, | C4-22 9 R, | Re
C4-23 | 9 Rea | Ra | C4-24 9 Ry | R
C4-25 | 9 Ra R, | C4-2 9 Rea | Ree
C4-27 | 9 Rwo | Re | C4-28 9 R | Ree
C4-29 9 Ry | Ree | C4-30 9 R | Rue
(4-31 9 Ria | Reo | C4-32 9 R | Ruo
4-33 9 Ree | Rao | C4-34 9 Ree | Ruo
C4-35 | 9 R | Rp | C4-36 9 Raa | Rep
437 | 9 Ree | Ry | C4-38 9 R | Rap
C4-39 | 9 Ria | Raq | C4-40 9 Raa | Ra
Cd-41 9 Rie | Ru | C4-42 9 Rax | Rag
C4-43 | 9 R | Ra | Cd-44 9 Raa | Rar
C4-45 | 9 Ree | Ra | C4-46 9 Rax | Rar
C447 | 9 Rea | Ras | C4-48 9 Raa | Ras
C4-49 | 9 Ree | Ras | C4-50 9 Rax | Ras
C4-51 | 9 Ria | Ra | C4-52 9 Raa | Ra
453 | 9 Ree | Ra | C4-54 9 Rue | Rat
C4-55 | 9 Ria | Ra | C4-56 9 R | Ra
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C4-57 9 Ree Ra | C4-58 9 Rax | Ruu
C4-59 9 Ra Rw | C4-60 9 Raa | Ray
C4-61 9 Rac Rw | C4-62 9 Rax | Ry
C4-63 9 Raa Rw | C4-64 9 Rad | Ran
C4-65 9 Ree Rw | CA-66 9 Rax | Ran
(5-1 10 Raa Raa C5-2 10 Rp | Rua
C5-3 10 Rag Raa C5-4 10 Ry | Rua
C5-5 10 Ren Rea C5-6 10 Rea | Rap
C5-7 10 Ra Rap (5-8 10 Raa | Ruo
C5-9 10 Ray Ro | C5-10 10 R | Rub
C5-11 | 10 Ras Re | C5-12 10 Rb | Ruc
(5-13 | 10 Raa Rie | C5-14 10 Ry | Ruc
(5-15 | 10 Ran R.. | C5-16 10 Rea | Ra
(5-17 | 10 Rap Ry | C5-18 10 Raa | Ra
C5-19 | 10 Ray Rie | C5-20 10 Ram | Ruk
C5-21 | 10 Rea Ran | (522 10 Rwp | R
(523 | 10 Rud Ra | C5-24 10 Roy | Ran
(525 | 10 Ran Rw | C5-26 10 Ria | Rue
(527 | 10 Ra R.. | C5-28 10 Rad | Rue
(529 | 10 Ray R.. | C5-30 10 Ram | Rue
C5-31 | 10 Res R | C5-32 10 Rp | Ruo
(533 | 10 Rax R | C5-34 10 Ran | Ruo
(5-35 | 10 Rea R, | C5-36 10 Rib | Rup
(5-37 | 10 Ra R, | C5-38 10 R | Rup
(5-39 | 10 Ra Rig | C5-40 10 Rip | R
C5-41 | 10 Rax R | C5-42 10 Ran | Rug
(5-43 | 10 Ras Ree | C5-44 10 Rws | Rur
C5-45 | 10 Ra Ra | C5-46 10 Ran | Rar
C5-47 | 10 Ra R | (548 10 Rib | Rus
C5-49 | 10 Rax Res | €550 10 R | Rus
C5-51 | 10 Roa Re | C5-52 10 Rw | Rut
(553 | 10 Ru R. | (554 10 Rw | Rt
C5-55 | 10 Raa Rw | C556 10 Rio | Rau
C5-57 | 10 Ra Rw | C558 10 R | Ra
(5-59 | 10 Rea Rw | C5-60 10 Rib | Ruy
C5-61 | 10 Ra Rw | (562 10 Rax | Ray
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C5-63 | 10 Rea Rw | C564 10 Rip | Rax
C5-65 | 10 Rut Rw | (566 10 Rea | Ran
C6-1 11 Raa Raa C6-2 11 Rie | Raa
6-3 11 Rad Rea C6-4 11 Rey | R
C6-5 11 Ran Rea C6-6 11 Rea | Rap
C6-7 11 Rec Rab 6-8 11 Raa | Rap
06-9 11 Ray Rw | 06-10 11 Ren | Rap
C6-11 | 11 Raa R | C6-12 11 Ree | Rac
06-13 | 11 Rag R | C6-14 11 Ry | Rac
C6-15 | 11 Ran R.. | C6-16 11 Rea | Ra
C6-17 | 11 Rac Ri | C6-18 11 Ra | Ra
C6-19 | 11 Ray Ra | (6-20 11 Ram | Rk
621 | 11 Ras R, | (6-22 11 Ree | Ra
C6-23 | 11 Raa R, | C6-24 11 Ry | Ru
C6-25 | 11 Ran R, | (6-26 11 Rea | Ree
C6-27 | 11 Rac R | C6-28 11 Ra | Ree
629 | 11 Ray Ree | (6-30 11 Ra | Ree
C6-31 | 11 Rea R | (6-32 11 Ria | Rao
C6-33 | 11 Rae Ro | 0634 11 R | Ruo
C6-35 | 11 Rea Rp | C6-36 11 R | R
C6-37 | 11 Rac Ry | (6-38 11 Rex | Rap
C6-39 | 11 Rea Rq | C6-40 11 Raa | Rug
C6-41 | 11 Rae Riq | C6-42 11 Rae | Rag
C6-43 | 11 Raa Ree | C6-44 11 Raa | Rar
06-45 | 11 Ruc Rae | C6-46 11 Roe | Rar
C6-47 | 11 Ras Ris | C6-48 11 Raa | Ras
C6-49 | 11 Rae Ris | C6-50 11 Rax | Ras
C6-51 | 11 Raa Rat C6-52 11 Raa | Rat
C6-53 | 11 Rae Ra | C6-54 11 Rax | Ra
655 | 11 Re R | C6-56 11 R | Ru
C6-57 | 11 Rec Rw | (6-58 11 Rex | Ra
C6-59 | 11 Rea Rw | C6-60 11 Ri | R
661 | 11 Rec Rw | C6-62 11 Ree | R
C6-63 | 11 Raa Rew | C6-64 11 Raa | R
665 | 11 Rac Rw | C6-66 11 Rox | R
C7-1 12 - Rea C7-2 12 - Rap
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[0002]
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C7-3 12 - Rad C7-4 12 - Rba |
C7-5 12 - Rib C7-6 12 - Ric
C7-7 12 - Ria C7-8 12 - Rbe
C7-9 12 - Ryt | C7-10 12 - Rig
C7-11 | 12 - Rn | C7-12 12 - Roi
€7-13 | 13 - Rea | C7-14 13 - Rab
C7-15 | 13 - R | C7-16 13 - Rbs
c7-17 | 13 - Ry | C7-18 13 - Ric
c7-19 | 13 - Ria | C7-20 13 - Rbe
C7-21 | 13 - Ros C7-22 13 - Rig
C7-23 | 13 - Ron | C7-24 13 - Roi
C7-25 | 14 - Rea | C7-26 14 - Rab
C7-27 | 14 - Rad C7-28 14 - Rba
729 | 14 - Ry | C7-30 14 - Ric
C7-31 | 14 - Ra | C7-32 14 - Rie
C7-33 | 14 - Rot C7-34 14 - Rog
C7-35 | 14 - Rw | C7-36 14 - Roi
c7-37 | 15 - Raa | C7-38 15 - Rab
C7-39 | 15 - Ra | C7-40 15 - Rba
C7-41 | 15 - Rp | C7-42 15 - Rbc
743 | 15 - Roa | C7-44 15 - Rbe
C7-45 | 15 - Rit C7-46 15 - Rbg
C7-47 | 15 - Row | C7-48 15 - Roi
AT
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A7% 10

A9&ke] oA, 471 771 A BF AAe FFI ST Aol Aok 159 WRTS XFeta, AV I
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SIRME & A= Al 32E 3IFHES 37| 35 12 3AHE A, 771 JAA $F A

2o 4

7] g # oF
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W 3 7] &
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[0051]
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%«*@

Ran Rao
@ QA 3 @
oo T BF o O
Raq Rar Ras Rat
“:’?“ e s,
© o Cgy O
Rau Rav Raw Rax Ray
Q
® 2
QA C
N u g 9Y¢ 9@e
ohg, PP oMo B K
Raz Rpa Rob Roc Rod

O N
o &0 8y A

Rbg Rbh Rb|

Rbf

A7) ek 12 gAHE SR B

AAE 4 glon, ol5d FAAHE AL ofyrt. 3] dFE C1-1 WA (7-48<,
= o= el Ry 2 RpZt 22 HS@H oz A7) R, A Ry T ol U=
SIgHE | 884 | Ry Riz sl3tE | gtk Ru Rip
Cl-1 7 Raa Raa C1-2 7 Rap Raa
C1-3 7 Rac Raa Cl-4 7 Rag Raa
C1-5 7 Rae Raa C1-6 7 Raa Rap
C1-7 7 Rap Rap C1-8 7 Rac Rap
C1-9 7 Rad Rab C1-10 7 Rae Rap
C1-11 7 Raa Rac C1-12 7 Rap Rac
C1-13 7 Rac Rac C1-14 7 Rad Rac
C1-15 7 Rae Rac C1-16 7 Raa Rat
C1-17 7 Rap Ras C1-18 7 Rac Rat
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[0056]

C1-19 7 Rag R | C1-20 7 Ree | Rut
C1-21 7 Raa Ree | Cl-22 7 Rip | Rug
C1-23 7 Rac Re | C1-24 7 Raa | Rug
C1-25 7 Rae Rig | C1-26 7 Rea | Ran
C1-27 | 7 Rab R | C1-28 7 Ree | Ran
C1-29 7 Raa Ra | C1-30 7 Rie | Ran
C1-31 7 Rea Rai 1-32 7 Rap | R
1-33 7 Rac Ri | C1-34 7 Raa | R
€1-35 | 7 Ree Ri | C1-36 7 Rea | Raj
C1-37 7 Rap Ra; C1-38 7 Re | Ruj
C1-39 7 Rag R.; C1-40 7 Rie | Ra
C1-41 7 Ra Ry | C1-42 7 Rao | Rax
C1-43 7 Rac Ry | Cl-44 7 Raa | Ra
Cl-45 | 7 Ree Ra | Cl-46 7 Rea | Ral
C1-47 7 Rap Raj C1-48 7 Ree | Rl
C1-49 7 Rag Rg | C1-50 7 Ree | Ru
C1-51 7 Raa Rm | C1-52 7 Ris | Run
C1-53 7 Rac Rwm | Cl-54 7 Raa | Ran
C1-55 7 Rec R | C1-56 7 Ria | Ran
C1-57 | 7 Rap Rw | C1-58 7 Rac Ran
C1-59 7 Rad R | C1-60 7 Ree | Ran
C1-61 7 Raa Rio | C1-62 7 Rio | Ruo
C1-63 7 Ru Ro | C1-64 7 R | Reo
C1-65 7 Raa Rp | C1-66 7 Rio | Rap
C1-67 7 Ra R, | C1-68 7 R | Rap
c1-69 | 7 Ras R | C1-70 7 Ro | R
C1-71 7 Ru Rq | C1-72 7 Ram | Rag
C1-73 7 Rea Re | C1-74 7 Rip | Rar
C1-75 7 Ra R | C1-76 7 R | Rar
C1-77 | 7 Rua R | C1-78 7 Rap | Ras
C1-79 7 Rak R.e | C1-80 7 Rwn | Ras
C1-81 | 7 Res Re | C1-82 7 R | Ru
1-83 7 Rut Ra | C1-84 7 Ra | Ra
C1-85 | 7 Rea R | C1-86 7 R | Ra
C1-87 | 7 Ru Ra | C1-88 7 R | Ra
C1-89 7 Raa Ree | C1-90 7 Roo | Ray
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[0057]

€191 | 7 Ru R | C1-92 7 R | Ra
€1-93 | 7 Rua Rw | C1-94 7 Rop | R
€1-95 | 7 Ru Rw | C1-96 7 Ran | Raw
C2-1 7 Ra Rug C2-2 7 Rea | Ree
C2-3 7 Rap Rag C2-4 7 Rb | Ree
C2-5 7 Rac Rag C2-6 7 Rie | Rae
C2-7 7 Rat Raa C2-8 7 Ret | Rap
C2-9 7 Rat R.e | C2-10 7 Ret | Ra
Co-11 | 7 Rat Ree | C2-12 7 Ree | Rea
C2-13 | 7 Ree | R | Co-14 7 Rie | Rac
C2-15 7 Rag Ra | C2-16 7 Reg | Rue
C2-17 | 7 Ran R | C2-18 7 R | Ra
C2-19 | 7 Ran R | C2-20 7 Ran | Raa
221 | 7 Ra R.. | C2-22 7 Ra; Res
223 | 7 Ra; Ro | C2-24 7 Ra; Rac
€225 | 7 Rai Ra | C2-26 7 Ra; Rec
227 | 7 Raj Rea | C2-28 7 Ra; Rap
229 | 7 R; Rie | €2-30 7 Ra; Rag
C2-31 | 7 Ra; R | C2-32 7 Rac | R
€2-33 | 7 Ra Ro, | C2-34 7 Rac | Rac
€2-35 | 7 Ra R | C2-36 7 Rac | Ree
€2-37 | 7 Ray R.. | C2-38 7 Ral Ray
€2-39 | 7 Raj R | C2-40 7 Ral Rad
241 | 7 Ray R | C2-42 7 R | Ra
€243 | 7 Ran Ry | C2-44 7 R | Rac
€245 | 7 Rem Ra | C2-46 7 R | Ree
C2-47 | 7 Ran Rn | C2-48 7 R | Ra
249 | 7 Ran R.. | C2-50 7 Re | Rug
C251 | 7 Run R | C2-52 7 Rio | Rua
253 | 7 Reo Ra | C2-54 7 Rwo | Ree
€255 | 7 Rao Ry | C2-56 7 Ry | Rea
257 | 7 Rap R | C2-58 7 Rip | Rue
259 | 7 Rap R | C2-60 7 Ria | Raa
261 | 7 Riq | Ra | C2-62 7 Rig | Ree
263 | 7 Raq R | C2-64 7 Ree | Rea
C265 | 7 Rer Ra | C2-66 7 Ree | Rae
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[0058]

C2-67 7 Rar Rax C2-68 7 Ras Raa
C2-69 7 Ras Rad C2-70 7 Ras Rae
C2-71 7 Ras Rax C2-72 7 Rat Raa
C2-73 7 Rat Rad C2-74 7 Rat Rae
C2-75 7 Rat Rax C2-76 7 Rau Rea
C2-77 7 Rau Rad C2-78 7 Rau Rae
C2-79 7 Rau Rax C2-80 7 Ray Raa
C2-81 7 Rav Rad C2-82 7 Ray Rae
C2-83 7 Rav Rax C2-84 7 Raw Raa
C2-85 7 Raw Rad C2-86 7 Raw Ree
C2-87 7 Raw Rax

C3-1 8 Raa Raa C3-2 8 Rac Raa
C3-3 8 Rad Raa C3-4 8 Ray Raa
C3-5 8 Ran Raa C3-6 8 Raa Rab
C3-7 8 Rac Rab C3-8 8 Rad Rab
€3-9 8 Ray Rab C3-10 8 Ram Rab
C3-11 8 Raa Rac C3-12 8 Rac Rac
C3-13 8 Rad Rac C3-14 8 Ray Rac
C3-15 8 Ran Rac C3-16 8 Raa Rak
C3-17 8 Rac Rax C3-18 8 Rag Rax
C3-19 8 R.y Rax C3-20 8 Ram Rax
C3-21 8 Raa Ras C3-22 8 Rac Ras
C3-23 8 Rad Raz C3-24 8 Ray Rz
C3-25 8 Ran Raz C3-26 8 Raa Rae
C3-27 8 Rac Rae C3-28 8 Rad Rae
C3-29 8 Ray Rae C3-30 8 Ran Rae
€3-31 8 Raa Rao C3-32 8 Rab Rao
C3-33 8 Rax Rao C3-34 8 Ran Rao
C3-35 8 Raa Rap C3-36 8 Rab Rap
C3-37 8 Rak Rap C3-38 8 Ran Rap
C3-39 8 Raa Raq C3-40 8 Rab Raq
C3-41 8 Rax Raq C3-42 8 Ran Raq
C3-43 8 Raa Rar C3-44 8 Rab Rar
C3-45 8 Rax Rar C3-46 8 Ran Rar
C3-47 8 Raa Ras C3-48 8 Rab Ras
C3-49 8 Rak Ras C3-50 8 Ran Ras
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[0059]

C3-51 | 8 Raa Ra | C3-52 8 Ry | R
C3-53 | 8 R | Ra | C354 8 R | R
C3-55 | 8 Ra Ra | C3-56 8 Ry | Ruu
C3-57 | 8 Ra | Ra | €358 8 R | Ra
C3-59 | 8 Ra | Raw | C3-60 8 Rip | R
€361 | 8 R | Rw | C3-62 8 R | R
€363 | 8 Ria | Raw | C3-64 8 Rw» | Ra
(365 | 8 Ra« | R | C3-66 8 Ren | Ray
C4-1 9 R | Re =) 9 Rib | Ra
C4-3 9 R | Rea Ca-4 9 Ry | Ra
C4-5 9 Raw | Rua C4-6 9 Rea | Rap
C4-7 9 R | Ra C4-8 9 Ra | Ra
C4-9 9 Ry | Ra | C4-10 9 R | R
C4-11 | 9 Rua Re | C4-12 9 Rip | Rac
C4-13 | 9 Raa | Ra | C4-14 9 Ry | Ruc
C4-15 | 9 R | Re | C4-16 9 R | Ra
C4-17 | 9 R | Ra | CA-18 9 R | Ru
C4-19 | 9 Rey | Ra | C4-20 9 Rm | Ru
C4-21 9 R | R, | C4-22 9 R, | Re
C4-23 | 9 Rea | Ra | C4-24 9 Ry | R
C4-25 | 9 Ra R, | C4-2 9 Rea | Ree
C4-27 | 9 Rwo | Re | C4-28 9 R | Ree
C4-29 9 Ry | Ree | C4-30 9 R | Rue
(4-31 9 Ria | Reo | C4-32 9 R | Ruo
4-33 9 Ree | Rao | C4-34 9 Ree | Ruo
C4-35 | 9 R | Rp | C4-36 9 Raa | Rep
437 | 9 Ree | Ry | C4-38 9 R | Rap
C4-39 | 9 Ria | Raq | C4-40 9 Raa | Ra
Cd-41 9 Rie | Ru | C4-42 9 Rax | Rag
C4-43 | 9 R | Ra | Cd-44 9 Raa | Rar
C4-45 | 9 Ree | Ra | C4-46 9 Rax | Rar
C447 | 9 Rea | Ras | C4-48 9 Raa | Ras
C4-49 | 9 Ree | Ras | C4-50 9 Rax | Ras
C4-51 | 9 Ria | Ra | C4-52 9 Raa | Ra
453 | 9 Ree | Ra | C4-54 9 Rue | Rat
C4-55 | 9 Ria | Ra | C4-56 9 R | Ra
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[0060]

C4-57 9 Ree Ra | C4-58 9 Rax | Ruu
C4-59 9 Ra Rw | C4-60 9 Raa | Ray
C4-61 9 Rac Rw | C4-62 9 Rax | Ry
C4-63 9 Raa Rw | C4-64 9 Rad | Ran
C4-65 9 Ree Rw | CA-66 9 Rax | Ran
(5-1 10 Raa Raa C5-2 10 Rp | Rua
C5-3 10 Rag Raa C5-4 10 Ry | Rua
C5-5 10 Ren Rea C5-6 10 Rea | Rap
C5-7 10 Ra Rap (5-8 10 Raa | Ruo
C5-9 10 Ray Ro | C5-10 10 R | Rub
C5-11 | 10 Ras Re | C5-12 10 Rb | Ruc
(5-13 | 10 Raa Rie | C5-14 10 Ry | Ruc
(5-15 | 10 Ran R.. | C5-16 10 Rea | Ra
(5-17 | 10 Rap Ry | C5-18 10 Raa | Ra
C5-19 | 10 Ray Rie | C5-20 10 Ram | Ruk
C5-21 | 10 Rea Ran | (522 10 Rwp | R
(523 | 10 Rud Ra | C5-24 10 Roy | Ran
(525 | 10 Ran Rw | C5-26 10 Ria | Rue
(527 | 10 Ra R.. | C5-28 10 Rad | Rue
(529 | 10 Ray R.. | C5-30 10 Ram | Rue
C5-31 | 10 Res R | C5-32 10 Rp | Ruo
(533 | 10 Rax R | C5-34 10 Ran | Ruo
(5-35 | 10 Rea R, | C5-36 10 Rib | Rup
(5-37 | 10 Ra R, | C5-38 10 R | Rup
(5-39 | 10 Ra Rig | C5-40 10 Rip | R
C5-41 | 10 Rax R | C5-42 10 Ran | Rug
(5-43 | 10 Ras Ree | C5-44 10 Rws | Rur
C5-45 | 10 Ra Ra | C5-46 10 Ran | Rar
C5-47 | 10 Ra R | (548 10 Rib | Rus
C5-49 | 10 Rax Res | €550 10 R | Rus
C5-51 | 10 Roa Re | C5-52 10 Rw | Rut
(553 | 10 Ru R. | (554 10 Rw | Rt
C5-55 | 10 Raa Rw | C556 10 Rio | Rau
C5-57 | 10 Ra Rw | C558 10 R | Ra
(5-59 | 10 Rea Rw | C5-60 10 Rib | Ruy
C5-61 | 10 Ra Rw | (562 10 Rax | Ray
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[0061]

C5-63 | 10 Rea Rw | C564 10 Rip | Rax
C5-65 | 10 Rut Rw | (566 10 Rea | Ran
C6-1 11 Raa Raa C6-2 11 Rie | Raa
6-3 11 Rad Rea C6-4 11 Rey | R
C6-5 11 Ran Rea C6-6 11 Rea | Rap
C6-7 11 Rec Rab 6-8 11 Raa | Rap
06-9 11 Ray Rw | 06-10 11 Ren | Rap
C6-11 | 11 Raa R | C6-12 11 Ree | Rac
06-13 | 11 Rag R | C6-14 11 Ry | Rac
C6-15 | 11 Ran R.. | C6-16 11 Rea | Ra
C6-17 | 11 Rac Ri | C6-18 11 Ra | Ra
C6-19 | 11 Ray Ra | (6-20 11 Ram | Rk
621 | 11 Ras R, | (6-22 11 Ree | Ra
C6-23 | 11 Raa R, | C6-24 11 Ry | Ru
C6-25 | 11 Ran R, | (6-26 11 Rea | Ree
C6-27 | 11 Rac R | C6-28 11 Ra | Ree
629 | 11 Ray Ree | (6-30 11 Ra | Ree
C6-31 | 11 Rea R | (6-32 11 Ria | Rao
C6-33 | 11 Rae Ro | 0634 11 R | Ruo
C6-35 | 11 Rea Rp | C6-36 11 R | R
C6-37 | 11 Rac Ry | (6-38 11 Rex | Rap
C6-39 | 11 Rea Rq | C6-40 11 Raa | Rug
C6-41 | 11 Rae Riq | C6-42 11 Rae | Rag
C6-43 | 11 Raa Ree | C6-44 11 Raa | Rar
06-45 | 11 Ruc Rae | C6-46 11 Roe | Rar
C6-47 | 11 Ras Ris | C6-48 11 Raa | Ras
C6-49 | 11 Rae Ris | C6-50 11 Rax | Ras
C6-51 | 11 Raa Rat C6-52 11 Raa | Rat
C6-53 | 11 Rae Ra | C6-54 11 Rax | Ra
655 | 11 Re R | C6-56 11 R | Ru
C6-57 | 11 Rec Rw | (6-58 11 Rex | Ra
C6-59 | 11 Rea Rw | C6-60 11 Ri | R
661 | 11 Rec Rw | C6-62 11 Ree | R
C6-63 | 11 Raa Rew | C6-64 11 Raa | R
665 | 11 Rac Rw | C6-66 11 Rox | R
C7-1 12 - Rea C7-2 12 - Rap
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[0062]
[0063]

[0064]
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C7-3 12 - Rad C7-4 12 - Rba |

C7-5 12 - Rbb C7-6 12 - Rbe

C7-7 12 - Rba C7-8 12 - Rbe

C7-9 12 - Rug C7-10 12 - Rig

C7-11 12 - Rin C7-12 12 - Ry;

C7-13 13 - Raa C7-14 13 - Rab

C7-15 13 - Rad C7-16 13 - Rpa

Cr-17 13 - Rib C7-18 13 - Rne

C7-19 13 - Ria C7-20 13 - Rie

C7-21 13 - Rt C7-22 13 - Rig

C7-23 13 - Rbn C7-24 13 - Ru;

C7-25 14 - Raa C7-26 14 - Rab

Cr-27 14 - Rad C7-28 14 - Rba

C7-29 14 - Rup C7-30 14 - Rie

C7-31 14 - Rba C7-32 14 - Rpe

C7-33 14 - Ros C7-34 14 - Rog

C7-35 14 - Rbn C7-36 14 - Ryi

C7-37 15 - Raa C7-38 15 - Rab

C7-39 15 - Rad C7-40 15 - Rba

C7-41 15 - Rub C7-42 15 - Rbe

C7-43 15 - Ruq C7-44 15 - Rbe

C7-45 15 - Rus C7-46 15 - Rpg

C7-47 15 - Run C7-48 15 = Ry
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A

Ryt WA Rop 44Z) SHA o2 o4, F54, T2, d2A02 X3 = v[x3E (C1-C30)¢Z, A =
3}

L 8 x39 (06-C30)o}Holx, o1& X377} Mz AAF X

n 1 WA 39 Agolr),
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[0134]

[0135]

[0136]

[0137]

[0138]

[0139]

[0140]

[0141]

_34_

10-2019-0035135



[0142]

[0143]

[0144]

[0145]

[0146]

[0147]

[0148]

[0149]
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[0150]
[0151]
cos cD3 cD3 cD3
\ f2 O [jN P
N S
‘ 2 cD34 :
[0152] D-97 D-98 D-99 D-100
C\D; C\D:’ bic €D [1: 8 cD; e Cb,
| g 3 S x e 3 S S
\j;’g/\" 3 oty '" Ny PNy
N o] " O T
D3C~_ 2p6 ':‘_\ 2 O O
[0153] D-102 D-103 D-104 D-105
b CcD; CD3 D3
e > ' [ SR, o [ oG]
r ) L")
0 (o} ~o
&, < 2 2 2 J 2 <9 2
[0154] D-107 D-108 D-109 D-110 D-111
[0155]
[0156]
[0157] olstoll A, E9 AT ol E fste] EHe] R =S 5o B BE FFEY Axwy ¢ o9 =

g e, e, 2ee el dEel @gEE AL ot
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[0158]

[0159]
[0160]

[0161]

[0162]

[0163]

[0164]

[0165]

[0166]

[0167]

[0168]

[0169]

ZIHSd 10-2019-0035135

A4 1] 3E C1-49 A=z

ap & & t;t T8 8’8

Br N N
Cul PA(OAC)2 . Pd(OAC),
P(t-Bu)3 O Pley)sHBF, O O
NaOt-Bu Cs,C0;3
Toluene o DMA O

N
H EDA
1-2 1-3

K3PO,
Toluene

Cul
Trans-1,2-DACyHx

1) 3gE 1-19 A

5-ERR-7TH-t)¥l % [c,gl7u}E  (8.5g, 0.025mol), 2-ofolQm-vpzerdl (10.7g, 0.042mol), olg@cio}nl
(EDA) (1.49g, 0.025mol), KsPO, (13.1g, 0.062mol), = Cul (2.3g, 0.012mol)& EF< 124mLell 43 F 3}
o

2E BF NI e FAY T ALow WAY 5, dUATzeel=0) T FEAAT. o T
OlZ=HE T MC/HexOo 2 AY ARvEaHYE sty 3E 1-1 (7.6g, 58%) = AU},
2) 3= 1-29 A

b

= 1-1 (7.5g, 0.016mol)ell 2-FZ=Z-wlFlobvl (2.4g, 0.019mol), Pd(0Ac), (0.36g, 0.002mol), P(t-Bu)s
0.15g, 0.003mol), % NaOt-Bu (3.8g, 0.04mol)S =Tl 80mL o FYP3 F 100CoNA 75k wuksqict.
WSS TAS $ o Aeom YZAd FH, TR FAR FEIGT. f715S BETHRE T, MC/Hexo® A
ARvtEaY R Felste] 3tgE 1-2 (3.6g, 430)E AU

3) SIFE 1-39 A

3}eE 1-2 (5.8g, 0.011mol), P(Cy)sHBF, (0.82g, 0.002mol), Pd(0Ac), (0.25g, 0.00Imol), = CsyC0; (10.9g,

0.033mo1)S DMA 44.4mLell T4+ F apF5<t 7 wyk siglvh. g T4 & dow W43 7, FHTe
MCE FZ39tt. 47159 ZAUEFT T, M/Hexo® Ay azntEadgyz Eelste] 313E 1-3 (4.2g,
76%)E C}J\T;}

4) 33E C1-49 FA

~

31HE 1-3 (4.2g, 0.009mol)®} o}o] @ w=wilAl (1.9mL, 0.017mol), Cul (0.8g, 0.004mol), 1,2-Tjo}w|i=Alo]E
284 (2oL, 0.018mol), KsPO, (3.7g, 0.017mol)S o-Ad 44ml o] TP F 375 FFaRESIQITE. MC

2 FE 5, AASHEsi. o] F MC/Hexo.2 A ARvEIHI R Felste] s5hE C1-4 (1.2g, 249)E <

Ak

AR .

'H NMR (600MHz,DNSO, §) 9.19-9.07(d,1H), 9.01-9.00(d,1H), 8.37(s,1H), 8.35-8.34(d,1H),
8.23-8.22(d,1H), 8.15-8.14(d,1H), 8.06-8.05(d,1H), 7.94-7.92(m,2H), 7.78-7.56(m,12H),
7.30-7.27(t,1H), 7.11-7.09(t,1H), 7.05-7.04(d,1H), 6.41-6.39(t,1H), 5.88-5.86(d,1H)

My M.P.
C1-4 558.7 272.6T
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[0170]

[0171]
[0172]

[0173]

[0174]

[0175]

[0176]

[0177]

[0178]

[0179]

[0180]

[0181]

[0182]

ZIHSd 10-2019-0035135

AAld 2] SFE Cl-119 A=

D OO A
38 88 ©.88 © 248

N

H NBS H Cul Pd(OAc)2 b
DMF EDA B o ol
K3PO4 NaOt-Bu
2.1 Toluene Toluene

2-2 2-3

2

N

Pd(OAc), N N

P(cy)sHBF, O Pd; dbal, O

Shaos NaOt Bu
o-xylene

o0 o
&9 %30‘

C1-11

1) S3E 2-19 34

TH-tlWl % [c,g]7hkE (100g, 374mmol)E DMF 1.8L o =<1 % 0C= 37 wulst
(60g 336mmol)E DMF 200mLell o] 715 2.54%F 53t &}
F NaS0; 8elv =2 AojFr] od oMol ER f7]%

5 AxA 7|z A7 dE2 Byt FAE 2-1 (106 g, 82%)
2) 33E 2-29 ¥4

3lstE 2-1 (15g, 43.32mmol), ofoleX=wlAdl (17.6g, 86.65mmol), EDA (2.6g, 43.32mmol), KsPO, (23g,
108.3mmol), 2 Cul(4.1g, 21.66mmol)ell EF< 216mL S T3+ & 7%t 7 uyk s, s =2 =
Aoz W7zt & 3 NMCE FE3I. o] & 7dEF g &, MC/Hexo 2 ¥ A=ZulEu =2 #2]3te] 3}
FHE 2-2 (9g, 50%)E LU}

3) 33E 2-39 #4

3gHE 2-2 (9g, 21.31mmol)ol 2-F=Z=Z-wlAlo}dl (4g, 31.96mmol), Pd(OAc), (0.47g, 2.131mmol), P(t-Bu);
(0.86g, 4.262mmol), ¥ NaOt-Bu (5.1g, 53.27mmol)E EF<I 108mL °f] FY3F T 140TCoA stF&<t nluksh
Ao, we 22 F Ao Yk 5§ FHS9 FAR FEIHTY. 77ES FEEFE 5, MC/Hexo2 A
ARvEIHI R Felste] sekE 2-3 (7.5g, 75%0)E EU

4) 3= 2-49 $4

gletE 2-3 (7.5g, 16.02mmol), P(Cy)sHBF, (1.17g, 3.204mmol), Pd(0Ac), (0.36g, 1.602mmol), CssCOs
(15.65g, 48.06mmol)< DMA 80mLell F{isk & shF&E<t #F uwk it vk T4 = Aoz Y7t ¢ H
THTFY MR F=EF390. 7715S AATHI &, M/Hexo2 Ay AZntEd92 Este] 33E 24
(4g, 58%) & 1:%)\‘:]'

=
=

5) C1-119] A
3EE 2-4 (4g, 9.25mmol)3¥} 3-o}o] 2 %=-1,1'-H]#Hd (3.1g, 11.1mmol), Pdy(dba); (0.42g, 0.46mmol), s-

phos (0.38g, 0.92mmol), ¥ NaOt-Bu (2.2g, 23.13mmol)& o-AL @A 46mL o] T3+ & sFF%ot Funetd
. MCE F& 3 7Ud=7F3Atk. o] 3 MC/Hexo® ZAYW m=ZnmEIafuE Easte] 3% C1-11 (1.2g,
23%)E LA}

"H NMR (600MHz,DMSO, §) 9.17-9.15(d,1H), 9.00-8.98(d,1H), 8.15-8.13(d,1H), 8.07-8.06(d,1H),
7.98(m,1H), 7.95-7.94(d,1H), 7.88-7.86(t,1H), 7.82-7.80(m,7H), 7.71-7.67(m,2H), 7.65-
7.61(m,2H), 7.60-7.55(m,2H), 7.49-7.47(t,2H), 7.42-7.39(t,1H), 7.30-7.27(t,1H), 7.26-
7.23(t,1H), 7.20-7.19(d,1H), 6.80-6.77(t,1H), 5.97-5.95(d, 1H)
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[0183]

[0184]

[0185]
[0186]

[0187]

[0188]

[0189]

[0190]

[0191]

[0192]

[0193]

[0194]

[0195]

SIS 10-2019-0035135

MW M.P.
C1-11 584.7 249.6C

[AAld 3] 34E C1-19 A=

NH,
| el P,
85 e 8. 2By
NBS/ DMF S8 er Careon @ § e Pd(OAc),/ P(t-bu); ) N
N N K4PO,/ toluene gj NaOt-bu/ toluene @
31 3.2 33

PA(OAC) P(CY)sHBFs % 8 NH I@ % g N@

Cs,COy DMA Culf 1,2-CyHxDA

N "
@ O K3PO,/ o-xylene @

3-4 c1-1

1) 33E 3-19 A4

Zgt~To 7TH-tdlZ([c, gl 7HeE (60g, 224mmol)S DMF 900 mLell =< ¥ 0C= ¥zt
202 mmol)<= DMF 220 mLell 5o H7IE 2.5 AIZF &<t dF3lh. A2l A 2413 &b wilkslsith, whg

NayS:0; =8N E2 HojFH ofd oA HER {7|F5S 52313, MgSOE o] &3te] 2o & AASA
o o] ¥ AxA7|a, A7t dEHE FEste] SEE 3-1 (79 g, & 79%) S AUt

2) 33E 329 #4

3}etE 3-1 (5-HEE-TH-tHX[c,gl7tetE) (76 g, 220 mmol) 2 ololomwlal (90 g, 439 mmol), Cul
(20.90 g, 110 mmol), oj€@o}xl (13 g, 110 mmol), % KsPO, (139 g, 659 mmol)S EF<l 1.1 Lo FL3gk
T 2.5 AJ7F &9t IFuNkEITE. MeOHS Yol AAE 2AE 729 d¥sta, A9 a=ZvEadgyz a5ty
StE 32 (55.1 g, & 60%0)E ABAUT.

3) 33E 3-39 ¥4

33HE 3-2 (54.6 g, 129 mmol), 2-F==2ofd¥d (20 g, 155 mmol), Pd(OAc), (2.9 g, 13 mmol), P(t-Bu)s

(5.2 g, 26 mmol), = NaOt-Bu (31 g, 323 mmol)S EF4 650 mLol|l 4417k F<F 37 ks, Aoz 4
ZkA 713 NHCl(ag)E 9T EAR F&3ta vladlg AdolER ARAHY. #e SHsta 43 A=2vED

o2 Fesle] 33HE 3-3 (47.9 g, FE&: 79%)S AU}
4) 3FE 3-49 A

39S 3-3 (48 g, 103 mmol), Pd(0OAc): (2.3 g, 10 mmol), BIFIE(EGAERAAIATE HESGSZFLEZHY
°|E)

713 NHCl(ag) & ¥l dWEed F2gol=(M0) 2 FF3tal viadlg AuolER AxAzY. @t TF
tr A9 g2ntEadu 2 2edte] 33E 3-4 (44 g, 5 79%) S I},

5) 33E C1-19 34

3E 3-4 (5 g, 12 mmol), o}o]=wlAl (3.5 g, 17 mmol), Cul (1.1g, 6 mmol), 1,2-t]jo}n]=Alo]ZF=E3NA}
(2.6 g, 23 mmol), % KO, (4.9 g, 23 mmol)S o-AL# 60 mL o] Y & FFe SFuuksdct. 42

2 Y73k & AglolE FEE MCE st FEEFI F MC/Hexo 2 AY ARnlE vz Elste] 3hgt
E Cl-1 (1.3 g, 55 229)& 4},

(7.6 g, 21 mmol), Cs,005 (100 g, 308 mmol) % DMA 400 mLE 1A]7F B¢t 3F wwalgith. Loz o

N

i

o
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[0196]

[0197]
[0198]

[0199]
[0200]

[0201]

[0202]
[0203]

[0204]
[0205]

[0206]

[0207]

ZIHSd 10-2019-0035135

' NMR (600MHz,DMSO, 6§ ) 9.16-9.15(d,1H), 8.99-8.98(d,1H), 8.14-8.13(d,1H), 7.94-7.93(d,1H),
7.94-7.68(m,9H), 7.65-7.61(m,3H), 7.60-7.54(m,3H), 7.25-7.21(m,2H), 7.08-7.07(d,1H), 6.78~

6.76(m,1H) 5.95-5.94(d, 1H)

MW M.P.
C1-1 508.62 184T

A4 4] S3FE C2-19 A=

Br. O O ‘
ARy 285

Cul/ 1,2-CyH N

@ O K:g01412 o.iyu’éﬁﬁ @ O
c241

3}eE 4-1 (7 g, 16 mmol), 2-B 2R UZed (6.7 g, 32 mmol), Cul (1.5g, 8 mmol), 1,2-t]jolu|:Alo]lE =
gt (3.7 g, 32 mmol), % KPO, (10.3 g, 49 mmol)S o-AFL# 80 mL o ¥ F &% <+ FFunkslsict.
Frog Ws & AgolE dEE MCE st 7ERe & MC/Hexo 2 Ay AZvfEIHIZE F8 35}
313 E (2-1 (1.3 g, 56 2292 Y},

' NMR (600MHz,DMSO, §) 9.17-9.15(d,1H), 9.00-8.99(d,1H), 8.31-8.30(m,2H), 8.20-8.18(d,1H),
8.15-8.14(d,1H), 8.11-8.10(d,1H), 7.95-7.94(d,1H), 7.83-7.79(m,5H), 7.73-7.69(m,4H), 7.60-
7.57(m,4H), 7.21-7.18(m,2H), 7.14-7.13(d,1H), 6.78-6.77(t,1H) 5.98-5.96(d, 1H)

MW M.P.
C2-1 558.68 263T

[AA]d] 5] 3}{HE C1-139] A=

ao Yo 88 & Qb
8L -

O O Br Cull EDA Pd(OAc),/ P(t-bu),
N K3PO4/ toluene NaOt-bu/ toluene

0 I O 0
PA(OAc),/ P(Cy);HBF, % & )~NH & Pa® N
Cs,C04 DVA > N O Cu powder/ K,CO;, N @
o-Dichlorobenzene O
®

C1-13

: o

1) 33¢E 5-29 4
3stE 5-1 (5-ERE-TH-g¥lZ[c,gl7IvE) (15 g, 220 mmol), 3-o}o]2%-1,1'
Cul (4.1 g, 22 mmol), olg@c]o}dl (2.6 g, 43 mmol), ¥ KsP0,(23 g, 108 mmol)S EF4 216 mL o] T3+

-HlHAd (18 g, 65 mmol),

T 4 AZE Eo FRuNEIth MeOHS Wol AAE AE st o#sta, Ad AmvtEdHfv R Feste]

o
BhehE 52 (16 g, & 7495 LAt
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[0208]

[0209]

[0210]

[0211]

[0212]

[0213]

[0214]

[0215]

[0216]

[0217]

[0218]

[0219]

ZIHSd 10-2019-0035135

3sHE 52 (15 g, 30 mmol), 2-F=E=old™ (7.7 g, 60 mmol), Pd(OAc), (0.67 g mmol), P(t-Buw)s (1.2

3
g, 6 mmol), ¥ NaOt-Bu (7.2 g, 75 mmol)& &<l 150 mLell ¥iL 2A]F &<t 3F wisgley, Aoz 4|
ZhA171al NHCl(ag) S BATh. EAR FE3t2 vl AFolER AZRAHY. 4%

g2 2edte] 3gE 5-3 (10.1 g, & 62%)S IA).
3) I} E 549 A

3} 5-3 (10 g, 18 mmol), Pd(0Ac), (0.41 g, 1.8 mmol), B =(EGAERIANAEIATF HE

of\
=l
Q‘L
k1
i)
o
[y
fru
=
m
[

HolE) (1.35 g, 3.7 mmol), Cs,CO; (18 g, 55 mmol) 2 DMA 92 mLE 1A|ZF E<F &7 wvkslyd
WAA 713 NI Cl(ag) & BT MCE FE3ta vlaulg AHo|ER ARAAT. #AY SFsta 49 A=ZvlE
gy 2 Belste] 3tdE 5-4 (7.1 g, & 76%)S AUt

4) 3H3HE C1-139 4

3}3tE 54 (6.7 g, 13 mmol), 3-°o}o]=-1,1'-v]dld (7.4 g, 26 mmol), Cu ®¥Z (0.42 g, 7 mmol), K,CO;
(3.6 g, 26 mol)< o-UE2Z2ZMA 70 nl o] FYF F 35 & SFugksgict. Fo=z Wzhsk & Ao
E Z2HE MCE At gdEw3 F NC/Hexe2 A¥ mAzviEadgdz 2¢3le] 313E C1-13 (3.1 g,
& 36%)E A

' NMR (600MHz,DMSO, 8) 9.18-9.17(d,1H), 9.01-9.00(d,1H), 8.16-8.15(d,1H), 8.11-8.09(d,1H),
8.06-8.05(m,2H), 8.00~7.79(m,7H), 7.73-7.57(m,8H), 7.48-7.38(m, 6H), 7.30-7.28(t,1H),
7.22-7.18(m,2H), 6.80-6.78(t,1H), 6.07-6.06(d, 1H)

MW M.P.
C1-13 660.82 259

[AA]d 6] 3HFE C1-659] A=

&
% En @\(N
N O sz(dba)al Sphos
@ NaOt-Bu/ o-xylene

6-4 C1 -65

35 6-4 (5.0 g, 12 mmol), 2-(3-B2REHE)-4 6-tJdH<d-1,3,5-E& o} (6.7 g, 17 mmol), Pdy(dba);
(0.52 g, 0.58 mmol), S-phos (0.48 g, 1 mmol), % NaOt-Bu (31 g, 29 mmol)<S o-At¥ & 60 mLol| 2 4A7F

FoF FF wNEEIU. A2o® WzA7 I MeOHS ¥t AE 7Y ¥ty 49 F=2viEadds #
sto] 3}3HE C1-65 (3.0 g, 5°&: 35%)S dr}.

'H NMR (GOOMHz,CDCls, §) 9.20-9.18(d,1H), 9.13-9.12(d,2H), 8.14-8.13(d,1H), 9.02-
9.01(d,1H), 8.84-8.83(d,4H), 8.16-8.15(d,1H), 7.97-7.95(m,3H), 7.83-7.80(m,5H), 7.77-
7.57(d,11H), 7.34-7.32(m,1H), 7.28-7.25(m,2H), 6.83-6.81(m, 1H), 5.99-5.97(d,1H)

MW M.P.
C1-65 739.88 345C
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[0220]

[0221]

[0222]

[0223]

[0224]

[0225]

[0226]

[0227]

[0228]

[0229]
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[AAd 7] 3FE C1-619] A=

Cl\ﬁ"h‘(©
0 5 D Q

N ~ e Oy St o)
@ DMF/ o-xylene r:@ O

74 C1-61

33E 7-4 (5.0 g, 12 mmol), 2-F==-4,6-t]5d-1,3,5-E&o}x (4.6 g, 17 mmol),

DMAP (0.71 g, 6

mmol), KsCO; (4.0 g, 29 mmol), & DMF 80 mLE o-Add 60 mL o] Wi, 3tF ot 37 wvbsich. Ao

2 JAA7IA NeOHs WA, AAS ¢ st A9 AzvieEadye Edste] sehe
£ 34%)2= AT,

' NMR  (600MHz,CDCls, §) 9.22-9.21(d,1H), 9.17-9.16(d,1H), 8.66-8.65(d,1H), 8.56-
8.55(d,4H), 8.19-8.17(d,1H), 8.01-8.00(m,1H), 7.83-7.79(m,6H), 7.74-7.57(m,10H), 7.45-
7.38(m,2H), 6.92-6.91(m,1H), 5.97-5.95(m, 1H)

MW M.P.
C1-61 663.78 311T

[AA]d] 8] 3}{HE C1-699] A=

)~
O NN
NH N\

Pd(OAc)zl Sphos

@ @ NaOt-Bu/ o-xylene

C1 -69

C1-61 (2.6 g, &

3E 84 (5.0 g, 12 mmol), 2-F22-4-HIFAY=Y (5.0 g, 21 mmol), Pd(0Ac), (0.52 g, 0.81 mmol),

Sphos (0.71 g, 2 mmol), % NaOt-Bu (1.1 g, 12 mmol)& o-Addl 100 mL o ¥, 5A1F &< 37 wkslsl
U 2o ® WAA7IA MeOHS BT, ALAE S ot Ad AzmvtEaddR Felste] s13E C1-69

(1.4 g, & 19%)< I},

'H NMR (600MHz,CDCl3, §) 9.18-9.17(d,1H), 9.07-9.06(d,1H), 8.26-8.23(m,2H), 8.19-
8.15(m,2H), 8.06-8.04(m,1H), 7.97-7.96(m,1H), 7.91-7.88(m,1H), 7.83-7.78(m,7H), 7.74-
7.71(m,1H), 7.68-7.55(m,5H), 7.45-7.44(m,1H), 7.35-7.29(m,2H), 6.86-6.83(t,1H), 5.94-
5.93(d, 1H)

C1-69 636.76 297TC
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[0230]

[0231]
[0232]

[0233]

[0234]

[0235]

[0236]

[0237]

[0238]

[0239]

[0240]

[0241]

[0242]

ZIHSd 10-2019-0035135

[AAldl 9] s}3hE C2-529] A=

by N, 3
@ﬁ’\@ um ° OO o

—>
Br K,COJ DNAP Pd(OAc)/ P(t-bu); N?=[\l
DMF @/L )\© NaOt-bu/ toluene @‘N}\©
9-1 9-3
O X o O 2
NH
Pd(OAc),/ P(Cy);HBF, @ N \© QO N
Cs,C04 DMA > NN 9 Cull 1,2-CyHxDA NN
3 N')\© K3PO4/ o-xylene ©J¢N9\©
9-4 C2-52

1) 33E 929 A
35 1-1 (5-E2E-TH-twlZ[c,gl7}FE) (20 g, 58 mmol), 2-F22-4,6-ty¥d-1,3,5-E& o} (18.6 g,
69 mmol), DMAP (3.5 g, 29 mmol), ™ K,CO; (20 g, 145 mmol)S DMF 290 mL o 3+ & 1.5 A7+ &<F 100TC
ol Al wkelSlth, MeOHS Yol AAE IAE Y AFetn 498 AZviEad Iz #2lste] 33E 9-2 (26
g, T&: 7805 AU},
2) 33E 9-39 A
3}gE 9-2 (18.0 g, 31 mmol), 2-F=E=o}d™ (4.8 g, 37 mmol), Pd(OAc), (0.7 g, 3 mmol), P(t-Bu); (1.3
g, 6 mmol), % NaOt-Bu (7.5 g, 78 mmol)& EFl 150 mLol Y3 3, 2413 5t 37 wwksicy, Ao
2 YA 713 MeOHE 2ol AdE AE 2 od¥sta 43 A=2vteadaz 2283te gg&E 9-3 (18.0 g,
TE&: 930S AU

) 3HE 9-49) A
3}8E 9-3 (17.5 g, 28 mmol), Pd(OAc), (0.7 g, 3 mmol), BI=(EYANEZANTATH
o]E) (2.1 g, 6 mmol), & Cs,C0; (27.4 g, 84 mmol)S DMA 112 mLol] FYU3F &, 2417 H¢F 3F wutaly]
Log YzpA71a NiCl(ag) S B Wgd F2dol=00) & FEata vtadld AdoER
o SHstn A9 BEste] E 9-4 (6.1 g, = 370)S AU},
4) 3}3HE (2-529 A
3}eE 9-4 (5.6 g, 10 mmol), ofolo=wlAl (2.9 g, 14 mmol), Cul (0.9g, 5 mmol), 1,2-t]jo}u|=Alo]E =3
A (2.2 g, 19 mmol), 2 KsPOs (4.0 g, 19 mmol)S o-AFLd 95 nL o] FY3 F 3F F<F Favks}gict.

Aoz WAAZIL MeOlE € AHE 2AE 72 AFdstm 43 FE3td s3E (2-52 (1.0 g, &
16%) S At}

o>‘

ni

'H NMR (600MHz,DMSO, &) 9.12-9.10(d, 1H), 9.08-9.06(d,1H), 8.96-8.95(d,1H), 8.40-8.38(m,4H),
8.22-8.18(m,2H), 7.85-7.83(m,2H), 7.80-7.79(d,1H), 7.78-7.74(m,3H), 7.73-7.64(m,5H), 7.57-
7.55(m,4H), 7.42-7.40(t,1H), 7.20-7.19(t,1H), 7.15-7.14(d,1H) 6.92-6.89(t,1H), 6.87-
6.86(d, 1H)

MW M.P.

C2-61 663.78 327C
olalo| A, 34 12 FANHE =S TFFo =N OLED A2 7% Heh, 23 38 2 £ EAS QA
N = de=Ad s AuEo. gy, o]dte] AAdE Edo] AAE olaE 9jsle] B wE 3gES
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[Mlae 1] & &gl wax ge 24 @3 {7] 34 33 229 A=

[]
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& el mEA b OLED &Aks Alzskith. %4, OLEDE S5 (K Lmbeah A
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=
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(o

ol o] Aol #EE HI-1S @i W8 Ule) JBE7 10 torre]l £ w7hA w7]A7 &, Ao AFE Q
7bste] SHAIA IT0 715 9ol 80 nm 7719 A1 AF FASS FTFATE. oA, AT 52 ] o o
£ A 3E HI-2E& Wi, A AFE AUist SEAA A1 AF 4T Aol 5 mm FA9 A2 & F4
=S FEE. olojA, HF F& Au] Ul & Ad IFFE HI-1S 932, Ao IAR/RE A7t TEAIA
A2 BE FAF Al 10 nm FAY Al AT LSS SHSIGUT. oA, T F2 v e & Aol 3}
&= HI-3& 2L, Ao AFE d7letd SEAA Al A ALEF Al 60 nm F79 A2 AT ALdeS T3
stk AE FYUSH AT AETS NN F, 2 ol EFSE vhaH Zol SRR JAF SF
el & Ao TAERA 39E C & Ya, & 02 Ao =REZA 33gE D39S 44 ¥4e &, F &
AE gs £ FUAA T2ES TRE A 8 SRES 3 399 o =IFgozH Ay A
2 A ALS 9ol 40 nn TS HFFE FHSGAT. olojA Y] HAS fo A AE AREA HFE
ET-1:EI-1& 50:50 T%H|= 35 mn S 3tdth. oo HA FYS5o2 33E EI-15 7] A dgs 9
2 mFAR FES F, g2 AF FTF PHE o]&st Al 558 V] WA FYT el 80 el FAR FF
3le] OLED 248 AzZ3sth. A8 HE 7 3982 10 torr stollAl A3 5381 AASte] A&,

[&" AZzd 1] BYol] o2 AFES E3ste 4 233 OLED &xbe] AZ

aAp Az 1 X, ZAER Cl-615 AR A 9ol Hlale] 13 A3 WHoR OLED 2AE Axsksl

o}
(24 Azl 2 WA 5] 290] e SHES TS F4 23 0D 249 Az

22 Az 2 A solld=, A2 By dESel seE HT-3 Al shehe HT-2E5 AR8stal, $2ER 8] &
Lo 714" 2428 AHES A fJole vlatd 13 S WE o= OLED &A5 Al %383t

22 Az F 50mA/em? oA o] TE ASkE SAsk] sk7] & 1ol YEIIY

[® 1]
M2 BE soe | s av®| 7o ad
s EE D)
H) o] 1 HT-3 C 6.5 -
22 Az 1 HT-3 C1-61 5.5 15.4
AZ Az 2 HT-2 C1-61 5.4 16.9
oA} Az 3 HT-2 C2-52 4.8 26.2
2R Az 4 HT-2 C1-65 4.7 27.7
A Azd 5 HT-2 C1-69 5.2 20.0

[&7 Azd 6 WA 10] ¥ & 3FES E3sHE OLED 23 A=

A2 AF AGZo=z FIE H[-28 AlLsl1, $2EZA g T2EV} ol 3l7] ¥ 2 E£E 39 7149 Al

TRES A2 32E F BHS 4] g2 Ad Yo 50:509] H|&o] HEF i, TAES ERES A

3 ZHEE 3 TP Yoz =go 1 A2 AF AgZ 9o 40 nn FTAY FF=S Z3zs A 9
>

o= Wluld 13} Fd3k o= OLED AR}

[H]e] 2 E 3] Y9 A2 32ETHS X316 OLED &3 A%
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5000nitoll A o] AFwS LA 73t
I, AL Ut 9ol AZIE 10092 BSw 1 A7I7F 98%7F = AZHT98) S ZA3IY 317] %

YERNSL
[Z 2]
A2 Bl e 2
A | AL A2 TE | A" &g | doivl | 198 3
A | E2E [ E2E | HG M) | (o) | AFEE | ()
el 72 (%)
"] 2 HT-2 - H-207 4.3 11.8 - 11
A2 AZd 6| HT-2 | Cl-4 | H-207 3.8 18.9 60.2 160
27} AZd 7| HI-2 | C1-1 | H-207 3.9 18.8 59.3 140
A2 A Zd 8 | HI-2 C2-1 | H-207 3.9 18.6 57.6 42
22 AZd 9| HT-2 | C1-11 | H-207 3.9 18.9 60.2 153
[E 3]
A2 v o) 3
lﬂé Alzx A2s | 7EAY | AEae ¥ T98
°Z E | zE W) (im/W) | A8&& | (hr)
° 7H& (%)
Hl Ao 3 HT-2 - H-201 5.0 12.4 - 4
S Hr-2 | c1-13 | H-201 | 3.8 21.1 70.2 24
Az 10 ’ )
7] Az 1 WA 52FEEH, 299 f7] dAA P IFES TAER AESIe] AlRE OLED &2xbE 9
3gES TAER AMEElY AlzE OLED Axbel] vl&] 5 ko] 15% o] HoldS #0d 4= it} o=
BH, AAdES a7 st MAAE, £33 FHEN 22 FUE gaZgold, EQo §7) #A 23 3%
ES AMEste S, 718 FRES TAER AMESE Aol vE Zod 2u He dormz  FAUD
el gl o FAZE o] & = IS & 5 Jut

g, A7) Az 6 WA 10027, 2de] #7] AA F sE (Al S2E)3 Ede] A2
ZZ3l OLED AAFs, B9 A2EAE AYBIHs ALR-3 ¥
7HA EAlM BF A" a3rt YJePdS 8913
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