SIHS31 10-2013-0093483

G (19) =537 (KR)
_ (12) TN53EH(A)

(11) FNHs
(43) FMLA

10-2013-0093483
2013:308¥ 22

(51) A58 ZEF(Int. Cl.)
CO8F 32/08 (2006.01) C08G 61/08 (2006.01)
C07C 311/03 (2006.01) GOSF 7/004 (2006.01)

(21) 993 10-2012-7029036

(22) ELLA(FAD 2011904905
A TIA

(85) HIEAZLA 2012:d11405¢Y

(86) ZA)Z=QUME  PCT/US2011/031178

(87) =A&/HHZ WO 2011/127014
A FALA 2011810913

(30) 4dF%

61/341,810 20101 304€05¥¢  w|=-(US)

(71) E9

z2dgs, 444

nZ 9 3to]Q HElAW B AH ZE 992] (
2-:44141-3289)

22U ER #Ho]EHE AHY U HE=

g?jl;e% S5 AUZReb 3] 7AIA Y7o} 22
g 2}

ez, ZgRs

ok 9350) 9 44141, HE ] gAE @A
a8 EdY 7205

FA| e}, FF= QA

JE T 140-0002, A|U7te-F, 2-zw, 3|
TFA-A G 7be) 5-8, AMER Ho]FHE Ay

(72)

g rE =
(R #A5)
(74) g

SH A A=

AA AT 50 F 10 F

(54) o] ¥ 2R EA-E1Y] FFA, oY ZAHE E oy} ZAHES AHET iy Wy

(57) & 9F

Wodbgol] o3 AAHE = A glaady] B F83 v-AA, 3 FAA m2RaEd-eq F3A, oY
3 SeAY Az, olEd TTAS AL 2AE P o3 2AES AMEste HA giadgy ES A
3. Bo 53], B odgo) ANgeEe A glaady Wil LEYAAE F 4R BH-3E F YA
o §83 m2rad-g FEA 2 ol Wl #3 Aol

o Z E- %1

dIXIAE



SIHS31 10-2013-0093483

(72) gz} 22, 44, Jd=.
A0|A AFE ul= Q@ 3to]Q 44224, An] dol=, 3036 WAE
n= 9 3ho] @ 43551, T ML, 1025 W] B =5

7T ZE-olgE 13




SIHS31 10-2013-0093483

53379 B
A8 1

14 12 Uehiol At mEned-vlg) wEaa s xgehs A S8 944 FRA.

n R3

@

oft

=
=

fo
S
X
ot
ue

N

— = = 1 2 3 4
A 55 T8t AFo; R, R, R YR+ Z172 =g4do=w 4, A

1% & sheln:

(I71A, ne& 0
O, A8 Fe BAF srdy OF T 88 A, B 2 (2 UrhfolAE

i

—(CR*;), ~<CR*2— Y— CR*%» (CR*))y—27 (A)
q

A
_(CH2)q < (B)

A

A
—<CH2>q—& ©

A

o7]14, 7 pKazk 11 wlgkel BRAHE b 508 Vi 0 52 Soln; t= 0 WA 52 AgelH; p= 0 U
A 39 Aol Z47be] g E@HoR 1 U4 39 AFoln; R 5940 4, dd 1§ £ dd 1
e YERE: sk (B) B (OAM A7) A= 7] Aelsh ek (MHE YedolAm; Holk shte] =
2R Ed-ekg) wEuso A, R-R % s #3H (), B) & (0F stz Uehllolxs agelt))

A7 2

Al 13l lo)A,



ZINE3 10-2013-0093483

471 7= 38k (D), (B) 3 () YBdoAs 15 F stuz dess v-4 s 44 T34,
Rf

OH

R )

H
N R (E)

(AA71A4, RE SHH2E CQwol™, Q= SHASE F 52 HE Yehie; trl, Aok shto] QF Folv; n

37% 3
A 23 lo1A,
47) Yie Aba”) WAl S G4 FRAL
374

A 33l 1014,

471 2= st (D& detliojAl= 259 v-AA s @44 S7A.

A3 5
Al 38l Aol

47) A 19 mEREU-ele] BEULs TEHE Holw shie Ml wEREU-ey NEUE S
zgat Al s YA FA.

A7 6
Al 58] glo]A,

471 72 38 (DE YeERo Al 259 v-AA 2 FA44 SA.
AT 7
A 3ol o],

A7) v-2ZA 4 AAA FEAE 2,000 A 80,0009 EAFF(Mw)S zkE H-xA] 34 FAAA A

A7 8



0 W

L

10-2013-0093483
;e

=35
RRLE

=

0|

N
=

el
[=)

=
=R

1

L

L

(A)

A, B 2 C& YEfolx

e

SFA]
ol

J

& 9
3

Al 19
)]
_Q:l

L

.

R3
R2
(B)
©)

[ 2 el
R4

pKa7} 11 w]wkQl B x|

p
L

7)ol 5oty

(CH,)g

—(CR*y), ~<CR*2— Y— CR*%» (CR*))y—7
q

—(cHy)i—<
A

o171, Z

It fﬁ e o
O o
E% I Ho mnm
. — 3
o m X ~
oo 2 P 2o
EF ﬂ_1m at
i N jny El \.ml‘
T 3! 8
) m_x EL
2 :
fzox * Py
5 _
o N/ . _ oy
ol M g = % W x°
= LS
"= 6 ps K o e Nd
o ~ K — wi
o . ;
T e § o5 X »E i
Pwoo 5O = B
e = KO 0 of 1))
SB S oy p ¥ ! e
L W i
AOT H ,._WW _zT CHCY . IWM :i ﬁi
%o 1_vo I o oo Mu e o| oy
A = T =
I R I M do
ﬂ =2 o io = = 3 _ JI
— O
T e T oM o q s v
G N g {
N T T g W™ moS =
N o F  gn o T axo
N D o om e hi =
X e R W i
e ST ) = X0 fro
- A oW o
K ,DrL = ‘W‘_ ~o o o ~o
I r N < AT s
v @m o do L om W <0 ] 7o
~ o L < ‘mw —_ ~O| 8o
o) — o ~3 ]

& S o ML 5 i o
wow v ow Hog % &)
o TowoMaE T _

- L T M = T T
I - Zrw %
Le] o |
¢z i * w B o o“o T .=

O J oo T I oo %o

&3 ® d T R )
o] qT o~ i B 5P ) B RO
T T T RN P NT = *® X% T+
R o % o % w W T RO o T

g Al A
7l & & oF



[0001]

[0002]

[0003]

[0004]

[0005]

[0006]

[0007]

SIHS3d 10-2013-0093483

2 e gk AANFHHE =2HEV-EY FEA|, oldd FHAY Az, ol FHAE AT 24
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Ae] s E(resolution) & HA #aefs] WS ARESte] sk Aol AMHATE. o2, A #i
gy whge 2l4aagy] E(lithographic tool)e] HF =9} 7]-& Apole] dukmel "ojo] 7(air gap, 57
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Qlgk o]efdlt FAle] WFEo] BEEJ e, o= olu|x] A¥(imaging defects)S oF7]& 4= Uk, o]t g
FANY PEE A 7 EA 4»1 HEEE A oER HAaEAY F2& A AAE F oy, oy
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olfe §-FE £ HEFe 1 xHd A AA(FA & wADE PolEol=(FAlEke) A4S s, w
A A xELaYY Bo]l FidE £ AR drh. ol & AV EEYAZE F FE oWAF
(imaging layer, °|W]A HAZF)S A FAZ H¥EH BHE £ A (isolating)dte] 7] WHo] 7l53ns
b, webA, EEYAELE F o5 Aol ®-FES] EAR late] A frAloke] AR A HF o RNE
EelAow AAGR)ET. ol d WAl A, A FAS EA B o] TEHALE Fao] HFo] 7|
A7k 71 ARl Al AR Ze ARTE A|A, BA F& Ao]E o] o gFFo] o]FA AT o]
g FAET ol 2 e ofg ol §-FEF AAFHE olFAE £ Al & HFACA) 2 &
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CA % SA gte= Hoju= nld we}, T8I 52 27AS Z2iv ¥ IZE T2 47 H8iA, oled o ¥4
of A&5= FdAE B (functionality)o] AV F& #5E 719 27 &e dsd IHE IF =
2 ZFo2sld AHE OFS ZE S o) wEUSE X 4 . dAHd EFeEsiE HYE
O gE A 5, FREAHor ZRo=3d £ HEFo 23 (perfluorinated) ¥4 1F; YWlHow &
(2) o9 BAaYAE 2t 4 oHZE IF F2 ¢ o2HE 5 2 44 FE 9 ol BE BRFE 7

7 L Fidow EFeEslya, ¥4 FES

S AT 2 WS Soold Ze ATer FHEE FH 52 ATAET oY, s ZEYAZE F
oA dste olm A 9] @ (development)S EFATIA] B o2 F FEFO] Fig T4 wWolx fil=
(aqueous base solubility)E 2zt ZHo] uidzlsit},  o]gdt S8 £4 Hojx Sdus 3F LEYUAXE
oA dste oluAE AAsty] s AFREE AoR JuEHE FA Hols &) &aET]d Fie] 9
pKa @2 2zt B@E2E= 2H(Bronsted Acid) 88 ¥¢sl= FIWUE 28-7](functional group, ¥57])S %t
= RHEE e e o3 ddE & Jdes dHdsgT. oldd BHALHE A i 5 oshve 7FEEAA
aFoltt. Hegh, ERFeEstd ¢4FEE OF 9 EFESE w#Fom s aFo] Bgh, JtERA aFY g9,
OJFAIE o= ALE AFAdolWA, £ Hlo]x =S ATl %—%}-&] < pka @& Ze BHHAAHE
A BEow FRE ¢ AdSs THEgT. dF 59, 8] # L-1 ® L-29] UrE]r”J nke} ol Fo & A
e FFoEdy d3E 2-(HMAEFR [2.2.1]RE-5-<-2-9 uﬂ%) 1,1,1,3,3,3 ANEFoETRR-2-8
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G 2 B do]s falle o] xFHERE ofe}, CAZF 80%=E Z¥stal, SAZF 10% o]ste]™, DR
ol 750mm/secs ZI¥sh= FES AT ¢ d= TEAVE £ vl wpAsid. yoprh, $d A R
T4 ol g3 BT XY oy, CAZF 82&F X13stal, SAZF 8% o]dfelw], DRO] 950nm/secE %
Hahs A5 AT 7 A FFAVE viFsig. RS ARE Z}ﬁﬂ of wiste], ol#d 12 w2 4
Hlolz gales olFA AEd & dov, ddo] dntHow Aol whebA, FIHAlAl EFFEE gl
ol FH FHH F(layer)o CAE HAAZ|AL SAE S7HAXITH. whebA, 2 el o3k F3hA] AAIP e+
At 54 Axe] 254 2 A vlolx &RE AFees RAY 2AEES HAFsHA a7 A& 2
7HA BSl el wbEae S dubdow 3IRITE VIR A A&7 ofyEt VIR nieh o], 287
5 2 GAY F& A9 ZA ¥ wegh HHE OF £ EFe 23 AHE 5SS ZE ukEdeE
Zeshs oled 9Y Belo] vkade % Auo]AE(spaced) 28] WHERR= FEE Aot

e, 29 Nikond A7 "45A ZW (H4 A7 (static contact angle) > 100%&) #uk ofje} A
74 29 (84 AEFZ ~ 60=)ell tste] 500mn/Z Rtk F AEFH QL 2] S, EﬂxliE/EJ EAS
HEZS A 290 Hrok ddAo] glas dekdd. 2 i, 50 viola® 2] = fHe] SEtold 7k
BERE 2909 PR zhe B Wd 4 AU WAL Nikon? 7]E(bubble) §1°] 500 mm
[sec HY ZF HEg AAidstrle ded 3ol 40% wiRte] &Edtold ZAdE skttt (" Immersion

Lithography: System Design and Its Impact on Defectivity," Nikon, Summer 2005 Zi1). upabA, @] SA
2 DRYHS a e d o), SAZF 10% o]dlolar, HEEFH, DRo] 950mm/secE ZdehE FES INT F e FTIAES
A= Aol ul RSBtk vpolrl, SA 8.5% o|dF, T, DR 650mm/sec 2HE A|TE £ Y=

= Zlo] utFA s, SA 6.5% ©]3f, F3H, DR 350mm/sec 2HE AFTE & U= THAE AFst= Ao Hf
g3 A5 d& F ATt

e, $-RE FFA A22AN, EToostd dus Fo EToEsty SEIE §W 2 4§71
o Abgwuwr oheh, FA wlikndy Ageld aFHE ®e A%yl odd WHE TF] Aol
L F, AME O§ 28] RS FEA

E
2 A & H-2E T3 Mg &, -CH0-(l
.l

Wb, B oo og A% APl olsul, 4 wolx %6115 9 a5y BEE Gy, sety 12
dehlel i Holw shutel NIEGNE Tash vl S WYY FRAL AT ac
R4
L R3
@
RZ
n R1
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A Lo, ne 0 A 5% E@ehs Afolnh Ed, seta TelM, R, R, R R R A7 5ggen
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o pE 0 WA 39 Afoln; 7A7te] g SgHoz 1 WA 39 A%oln; RE SPHoR £, WY IF
2 od aFSs veEdE; 2% (B) 2 (OddA ZHzhe] A= A7) Aodk 1F Aotk oA Al HAXHE
A OFe o3 dAEE AL ol AW, ERoEdtd dHS, ZTEoEdY HFoluj= 2 olefo] e

2% (D), (B) 2 (e 22 7h=5A4ks Z3siH,

Rf
OH
R D)
N Rf (E)
/ \S /
O,
—COOH )]

A71A, R'= =40z (QnolH, Q= Eddoz F 2o Holu; thul, Ao|% 3hte] Q= Foln; n& =g
Aoz 1 WA 49 A5 e

<
+

= Z7F 3 B B PR Yol = aF o R duEe T
FE 2SS s, dobrh, AR AAREE VI Al 1

J'
e} H
 uEEsleh TEHE dolw shje) WA wEREd-gd MEANE T,

A4 Daadeyel 9Y AAFHE 27 B £ e PR dehlolAt 1§oRRE desE 4@ -
A S WYY FPA) B mE 2YES G, dobt tE AAFHE st olge] Ay i Se
ARPAAE Eged, o714 ol prd dme, oa¥d AmE, AT, 4PN
2-SEe, 2-WETEEYY oue (CROLCLON, HAEFO=X2R wehS((CF)(CHLOD), H(CF).CH0-
(CE)oH, H(CE.)~(CO)0-CHy, H(CF.)~(CO)0-Cl, Tlo]axzmolel=, tlolaydole=, tsjdolel=, wu-

-PdolH e % oo EFBRYY Agun.
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[0042]

[0043]

[0044]

[0045]

[0046]

[0047]
[0048]

SIHS31 10-2013-0093483

o] o3t B-3E F3A BN, A9 wERd P BE0w)S 2,000 X 80,0000, o}

How i

2 AAFGEHA, Mwi= 2,000 WA 30,0000]31, T b2 AAFE A, Mwi= 2,000 WA 15,0000k, 1y,
ool o thE 7Ede e Hy BAY WS A B-IE SRAE 23 F gden, oldd T3A
T IR A M el AlEH s AR AU £ W WE 7R 5 s AoR olsfdrt. me}
A, olefdk thE Mw W9l B Il WSl sigels Ao osfE S gltk. Y] AlTEE My et
OME} & BAACNA AFE ojme A M dE] AFEHA = ¥, A49d RE(standard) o2 A A

AR E I (GP0)E AHEEte] 4 €Tt

gl o dFAle] vid-HrE Sl dE A9 Fole ZekE wlel T3 Sojelv. Y] B9 o=
& Fl= v 53] A 6,455,650 BL 2 mla 53] Al 6,903,171 B2ol A Eo] ).

v}
o,
[m
N
B
ol o{o)(l i
o B o
o oL I
2 g !
To, E_q X
T [T
ofN & [t [o

w o
N
>
A

H Cl—a‘ =< =

9o T3t ALgE dav) . dE 01 UﬂE]rﬂ‘aEﬂOlE
F-ol, FujEve=, A goZd AAAE A7 S3E @46 H 3 B
o2 gz T A A E o) £ 714> Encyclopedia of Polymer Science, John Wiley
708 (1983)ell 7HAIElo] Qdt}. elrk, 7] FFA Wl EAskE ojwgk 54g o %‘;}HJ
A PR s e AFAQE FESor gk, S, WEwL Y] EEA 9 seE 54
PAste] gobd = 9lom, ddFFA ] ol Euld ¢ shr 54

"oy A7 z3te], st o]4e] thE WHEGSZ MEE i o] %%‘iﬂ-"% Alg 2 Fo] Az
Tk 2 4 seE 540 AANHE Fo= 33*355}. olgfgt SFA

ofh _1
oX,
‘\ﬂ’ >~4

oX,
rlr ‘o
ol

ol
Lo o
rio
3T
2 e
I r%
o, i
o o T

s
= 2

E
=
2
N
o
of

2l

e

SIS =P A
o flo i T

o
Fll’ mi oL
]
N <
o: i
- g og‘ix
o

o —
il §
o

bl
N
N

i
oft
R
e

X
et

S} ool e ek 1= UehfolX i of|at st o] WEuel® UehlelA: 47]E ul-AA 3
Ay FRAE AT fAD BRRRY d940e AU, geA, 48 5

R4
n R3
@
R2
R1

S} e WSk vk @ 9o, okl tEl fAkd SRA( A7 FHAS Gl A

oo
it
>4
o
°
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[0049]

[0050]

[0051]

[0052]

[0053]

[0054]

[0055]

[0056]

[0057]

[0058]
[0059]

[0060]

ZINE3 10-2013-0093483

R4

_R3

RZ

R’ 1A

Bowgel o@ o AAFEHA, Heta 12 UehlelAt uele] wEuss 2t A uEd
Ao, old@ FEAL WMRAT wEue A%, FAR v ‘
(enchainment)) 0.2 AZ® 4 glow; oleld A7k 4 % WAMA A7% viel Lol @l ¥ He
SRR D VI Aol F% Fvle] EAjske] Astel At

2 wgo] o)gt HAAFHHAA, A7 H7F T vl dFAel ety Su) &Y, A dEA 2
QJolo] A stA|e] o] 23 Aoy, AAIHQ FHule 1= 53] 6,455,650 Bl (A7) '650 £3]) 2 PCT
= W3 W0 2005/042147 A2 (7] '147 E)oll 7]=Eo] den, 7] 7 53 2o ddE e £ 1
A Faz E3ET),

7] 650 B30, Euf HEYAE dutor gy o] v

[(RDN ML) (L")y]s[WCA]4 =0 A1

2o A, M& % 10 do] T, dAd ZeEe YeldY; R'E 2ol sol=z7t2d 2tes Yehl;
‘= % 156 34 AA =Y (donor) =, dAW < g F=E YEY; L' E<rA 3k (labile, 3

1
] WgE doyr] AR) T4 AA =Y =g YeERH; xE 1 EE 2004 yE 0, 1, 2 E& 39]aL,
y 2 z9 & dolm; b B dE 27 AA Fv) PGEY 2 A AL AFHo] HES e Fole HEY

3 okgk #i ¢l (coordinating) WFe(counter)-&ol& HAEH 2 (WA & YehlE Folth.

A7) 1147 ELA, AT Sl AEEAE

gl

[(ER)3)PAQULBI,[WCAL:  Flf 4lla

f

[(E(R):)(ER)R*PA(LB)],[WCA], =0 Allb

M fFreE= Aer jEsdd.

Zul 4 Taold, BRLE 2% 15 4 42 =Y 058 Uehie, o4 B 92 T8 3% 15 4
AR FE AUHE Re £4 (5L o9 F9: F s T goleA selmmAZ e HE
How vehin; @ 2B, Hest2madelE ¥ e et2RAdelE aFo Y AgnE &
ole4 Fhmoln; LB Folx gvlol: WA oFd Wi9IAF Sole UEM: ak 1, 2 Ei 39 442
GERIE b 0, 1 EE 20 A4E UEE, atbe] § 1, 2 Ex 30l p @ r& Fu] 4 o
Fel A, AR Ash7h #Hol MRS s BehE Gl @ oka w9l goled B Urhil: Aol
AAY AN, p B re 1 % 20 AFERREH HHA gty 394 IbolA, B R, 1, p 2

*

ER)= %0l 4 Taold goldl whsh gom, ERRE £ 1§ 15 34 44 w4 e058 e,
= Pdol AFERL Pd FH lske] P £aE 2 g0l &4 SlelERAEM i FRolth  dAHe 4A)3

=
H =
Bfell A, p B or 1 3 29 AFERY SyoR deudy,

o =
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[0061]

[0062]

[0063]

[0064]

[0065]

[0066]

[0067]

SIHS3d 10-2013-0093483

T, Fv) A TadlAd, Q= oME oMEUCIE ("acac") B o9 fFEARFH AHd S d&s
HAs Y. olHd FEAls st o] acac AtaTE & dAE diAlE = B FEA S sy ol
OEL’E‘ %Eiﬂ‘” T Ark. Q7 acac =2 o9 FEA

=
o] acac F27F AT AfAZ AL —’F

QRS
AA
ASol, ax 1 = 29 Aolw; bE 0 B 19 Aao|n; athe & 1 T 20|t}

oA Aol G Hiel o], oF3lk HlY &0l (weakly coordinating anion, WCA)2 ©]¢] &-A3d}le] n]H A

IbH o2 331 H7)$H(bulky) So]202 AHoxn, & Wi Fetg Fold
=2 g, @A 5L T4 (neutral, THO) Folz @7l o FiEd]
171 WCAE 7] Zehw gol2d diste] g3t So]&(stabilizing anion) .24

, [}
zmomm Fael ANEE ANIES Foleow oBAAL BTh A7) NCA Soles v-ataA, W
o)A w H] 7(]6“/\‘]0] = @Oﬂf\i H]ﬂxj] H %L}\oolljl'

A7 S AHgE = e 9d AE S o B Ao Jur X3 vs 53 7,759,439 B22] #H o]
2] 1590 71AE o] Q= EmzEE HAddEn. Ay fAEE U2 A FoA], Pd-1206, Pd-1394 2 Pd,(dba)s

& Xgac,

h= S S

o

_l}l'

Zll(cocatalyst) 3IHE2 7] '810 37 =99 A7t gREdA B gtolm & glon], U
E]EEHV\(J* Rz d)neolEv)oE e d o] E(LiFABA) 2 N-tddelde]y HEZHT| A~
2¥d)Reo]E (DANFABA)E Edict, Tt AHgs g8 ggeEe =, 47)e 650 &
AT,

5

o

il
my i o
i PO it OH
i

ool o)k o AR Fu AAFEe wRdte], oA o Sy v <] %ﬂli 500:1:5 o

20,000:1:59] WYolAY} & 500:1:1 WA 20,000:1:18 WYY 5 gk, g% o]zt AA oA, A7)

EH= 5,000:1:4 WA 1,000:1:20]a B thE o]# gk AA[GEjel A= 3,000:1:3 WA 1,000:1:29] En1]7} o]

ok 2 o] AAYeel og I AAldE 1,000:1:69 @A of o of FFuje] 2HlE btk AE
k)

F BHE e A F, 549 S Axue] BHE(activity), AuE weAe] e 9 wgAd A9
FEA B g9EE & Qovl, ol met gebd & Yk A0 ojsolor @t vse] wU 4R
Zul7h g W oagel A, FHuE Ak wAE AA" S Q. aeug, duges
5,000:1:4 ] 5,000:1:2, 223 3] 2,000:1:3 WA 1,000:1:3¢] B]go] &84},

471 A7 T ksl tiE Agd 29 SviErs AE R UES Svs 2EEY.
) slel=mIME ) gA il el g g AERIA dRistd 4 &, oAl
Hezaeddg, S2235, 7h HEHGE R, dd 2= =

E , 1, 1-gE2 208, 1,2-tF2 298, 1
SRR, -EERI2IXIR -F2 il‘f—%, 2-2224e -E2E-2-vexay 4 -F2=29g; Jd
2, oAt "ol =, i-obd ohdElelE; o=, o) telWelHZ; $FH ) aAd, WA, =
Sa, o, e W p A, WAEA, BEEMA, o ERZAA, Fren® 112 BEAE §ol, EFeud
UEFoEMA, pYETo oA, AEFL 2N, G4BT LN D o rlE2E WAL BPAY. B
of §Ul= ALEE F vk, TE #7189, A Gl e, HEdolm2FR, oHHIE (4 E
o, A" oMIHoIE), oIzt GE, AE D elAt §8F F Ak 471 Sulel F o] Bl
F8% 5 9l
B WA, ) FF wse v FHY She] S Fe 7] Fu) YR FFHE 2T
A g9 T uwl EREA Asketel 4% & vk AW AAIHAA, Soj] SaAE wFA ) F
£ 5 A 50 FF HAE (wth)o] i T2 AAFEeANE 10 WA 30 wtkolw, E thE AAFHIAE 10 1)
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[0076]

[0077]

[0078]

[0079]

[0080]

SIHS3d 10-2013-0093483

AAFEA, o= 20mm WA 200mYE G dom, T AAFEAE 30m WA 160med 5 Ak L

71 Wfinng 2 A2 g A5 AV B3 {48 don, meba, i) AA e o) E‘M
of &3tk EF, 2 wgel o H-3E A= AAT AR dojXs oud 54 A5 FA= A
5= 28 PR ofyet ojed 4= Wl A H-2E FRA % o3 oo kAl el 9
EoA gt 29 IPHCHAEA FEE)el AR Ao, I AAFECA, H-2E FEA d
W= 0.1 TF HAAE(wth) WA 30 wtwolH, v AAIFEM, old FE 0.3 wth WA 15 wtholH, =
o2 AAGEelAE 0.5 wih WA 7.5 wtholth. o2 d wth & ol H-IE A= F (Tl o
g s H-RE S o e =R #8F 5 glen,

& golth. T, A% WAuT 2AL e
B oage] AAPH e W Se,

dojo] AWGAA7}L olgdt E-IE ZAAF HUMEE AS, dF AAFH= olgg A
wt%h WA 10 wt%e] MR, o2 AAFEdME= 0.01 wth WA 1 wt%e] W= a8 = o
0.05 wt% WA 0.5 wt%e] W= ALgstH, o83 $2 o]y s FAEINMH B-ZE F
Aotk dejol AF Fto] olggt H-FE ZAE HUtEE A9d, dF AAFH= A gE %g 0.1 wt%
WA 10 wt%e] A2, o2 AADE = 0.2 wth WA 5 wi%e] B2 282 & o2 AAFEHE 0.3 wth WA
1 wt%e] RI= ARE3HH, olefgh ¢ olfdt ZAENA B-IE FFA S gl gk Ao},

]

2
o
rob
e,
e
il
Ry

719k, o
ANGH (ZEHA =
_T_F‘
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oo ox

ox M

=

fo oo )
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=
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rlr
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[
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A, 2EY X] 2E i/‘é

N gk

it

Y

H o
w P Q

ox N |-

N

Fﬂ
T
0%
N
s
fol
ol
- rlo
[>
rE
K
[m
il
o
ofo
QL
[r
2
mi
2

f;, W) Fe, Uk e AUE o], A4S Gof, AF AN AN m)E
wFET. 7] oAk e Al ALgsle] AakE %01], 2471

S ANFHelA, wEFo] 4457 A, 2

Se Al 1710 5ok Al 1 SRR Al 1 bS], 7 hgel, wagol
Bk Al 2 LER T, F7hHQ 4

ol A, ]U]X]Q]’O]E LE Fo, ¥2E +% H|o]F(post exposure

ox A5
N
ol
> (o
N
wo
rlo
[
SE,
2
wo
N
rN
o
HU

baked, PEB)¥W, 1 Fof, Wzta thgo, 7] ojuA= dZe] FJAS Abgste] AT, dukrom
A7) 742re] pdg Ao A A7) Zo] 7dEE LnE 70T WA 140°ColA 40 WA 180%0w, AR A A F
M= 60 A 90 Z (sec)o|th. PEBE: o4 7FdwtAlel FUeAY S 418 A1 2 255 ALgsle o
bR o2 sttt v 4] 4L dwtdow HEZDWHELEE d=FAR=(TMADS 0.1 WA 10
wit% 8o, HdPHoZE 0.26N TMAH Edolct. 7] waleA, 7] mlx=z dde] diste] A4 &=

HALE sfelo] dojxint,

yolZk, ArF AW oAt B dge] ok 3P Y A 2AER AAE XEGARE F9 onX]
Aol o] FAIN, TE B WAlAo]l HE3H dEHEd XEHALE Fo FAMo aHHAdS Fostojof
k. oS S0, oAAY 365 nmeF o] © 71 3@ = F, #o]A, EUV (extreme ultraviolet radiation ,= A}

914 WAL FFY, VUV (vacuum ultraviolet radiation, & kA WAL F5<, AxF 8], X-glo] & A&
TE X-#o](soft X-rays)Z FE oA A 22 ¢ #F2 o] e, ayHoz Agd 5 o,

we] §-EFE ASE 74 42 YA S0l shgAolth mebd, ol @ S wE
AE FE A7) AR S0 98 Az, olz@

o tistel A4 el UALE shEle] WEe] g-mE AA BAe Bagle] o
e Age LRAAXE 223 I Sl A5
EdAsE 240 47 HES W4 24EH AR ERHA @AY A ERAA @
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[0081]

[0082]

[0083]

[0084]

[0085]

[0086]

[0087]
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77} YA EE AV)E E-2E 2R 2/EE TEYARE ZAE] AMSE § e, b Aoy Al
2 ( )&l /ol FAEE v A I 2(I0) AZEe AXNAHYA Loz AF
Hoh, A Hd ICREe 3 =2 Funte] ERx2E, 5% (dynamic), @& (static) F& ZA] wlze of

Z2 ojusl o2 HAE 3] Z(dedicated circuitry)E AZREE HE nlo|mazza S xFsit)t, 17
L, o] ZlEwoke e B WAlAe Ysd W R gule] A(CFA)7F ek, FAIHIE AMESt] Ax
H o3t BF, dAR vho]lAZ-M A (micro-machines), Tlad Zglolv =, FHx 3, vlo]az Az} 7]
A A2®l(micro electromechanical systems, MEMS) %9 A|=xd Hg&= I 9SS olsiad Ao|t}.

¢

A Al ¢ ZRAA Y IAHE &2 Ao dS ol Xty AR EHE 3

Z& o|u x| Z(imaging layer)< A7) ¢o]H

h =
A Gaagy Aaws 238§ k. XEHALE ZAE
el =g, 7] gaadd AaHe dE 9, dA-E-dtE =& A|AHl(a step-and-repeat exposure
system) & GA-ZD-~70 =% A ~H( a step-and-scan exposure system)d F UOr}, o]E dA|A S A~
o A AL ofyn. A7 gaady AsgEe Fd 2l quyAr spag(du2 dEE(reticl
)2 Aot E Felar 1 Fo Y] 7| ouAFOoR FIEF 2FHES = W= oy H& T
zZZ2 Zoek = Qrt. A7) W dUAE Ad¥8FH o 193me $FS AN, gE O =AY e g g
34, GAY GEE], 157m =& 248mm Fo] LI ALgE 5 Qo).

wk2==e o3& A E= H oA #i'lo] Y] dolHE T AYEHES, 47| vixas W ouxE AY9A
o7 &3ty 2 Fof, ol A3 A BA|A®l(imaging subsystem), AW =37] oJAET](a stepper
assembly) F2 27 ojAlET] F2 olE9 ZFLS v 93 FiE duA HHS dojd o du9
date FAZ gt vk, A7) omAgt MHAIARE o|uA] (2 x=F) W oy siEle] FEE,
Lﬂﬂ HEE A7) dolHzE Fe= AU (scaling) P ZF(directing) s AFEEE d#9 A= g/x

=
-
= g ZdE (reflector)E 3T F 9

x

271 olm A 3]¥l(imaging pattern) (£& =& ¥§)S dukd o= wud £ #4E (dE 59, 1 Bt} 2
ARk olnx|Fe FHE HuEe Fe FHEE)S e AA wAE Fsle] oluxs MuA]AEle o F3t
(transmit)E . A7) A viAs dibgoz dFojry, A d2A, GAlE E-o]247F 193m FHL(dE &

o], of2& EAx(argon fluorine, ArF) #lo]xje} &7 A8},

B ZEAALE ofnAF 49 g-mEF 4o Agd 5 9
wolEolA] oleld A WA & o]5e] o] & oA
o WA Ee oA, eldw WA, N AN e, welsl saz A ol
of Mol gl AA2E Aol Aol WAD F AL £ Holw oAlE & Atk

ks, 2 o] ofgk AR AANFE A, V]I oluAE FAs= Y (a) 719 Aol o) AFTE ¥
A s 7|e XEAXAE 2AER A 1 Z®IE 2 (b) 37 O]U]X] s fdl 4F $-IESTS A
S Vs B AW o §-3E 2AHEZ A 2 I¥ste 94 (o) 4V 7]_,} 9@ AESS A A
Ao O]U]X]Q]—O]_% imagewise) =&3tE Tl E (d) ovAE AAEE DAE Esett. oy, Y] ©HA
(a)ollA, BFHoR, XTEHALE 2HEFS T2 JAH= Ao, o9 NEEsMsT(castable) B-FE
34 Aol AMREE Y] B-FE A 52 &vjet 2AH R FsAgo] gl owd x

& e
HEY 5 e Fuselol i,

AN s W Zbzko A, A7) Al 1ZE S 73S TEYAAE 2AES I dEoR FE

_?l’,
s
posk
tio
==
oot

_17_



10-2013-0093483

5

=

=

IH

e
=}

oo o B Al T T AR No T m_mutﬂo#i%ouﬁ ﬂiauw < =W oo o
Tl KO 2 W gy gy v o B M T HE 2 T < T X
R SE RN = Mo w o w e 3 % 9 T
©E TG o B 1 of °© T H W A F oo X Ho w )
[~ —n| T o (el el T T
g AP T Ty M %o 4 o By 1T NG [
o X Moy T " o o o F oo ® TR
WAO:L%@.&OH&WMW% WM_WQ Hoﬂlﬁﬂ%at nunLJAmﬂ_/umL orﬂa:i1
I T O 2 B R w o %
A E ST EE = =R A Vo T
~ X o | = N 2 o) oF 5 = ~ oy o= o0 TR
B T T S T ) Szm + =T O
X =y TR o = ‘7|pﬁn#dld1r1_ 1_ITN_.O m N =
o) o ﬂﬁ&oMTJ% T 3 T3 iom_,ﬂ o o T o= ° o
%Mlﬂmﬂmﬂroa_ﬂwa b, mawwmn+®r %:ﬂ_iﬂrﬁr .HWW
A Sl _ > =n T~ 0 et _ f
NEBRNpT o0 ® = B s W DLW G ﬂﬁﬂrummn# S
O R ~ o 2 — o AT e plka
T ,.do_@o ﬂrﬂ Eﬂo ml_iwﬁo_it._ %Ewﬂoﬁ.ﬂ&u oo R
IR - &+ s s X0 = Lo o B = H W
RS n g X %y B i mﬂ b o s T g ol B
<0 o = B - = T =S 0 J ~ —_ e
L]tj %oﬂ&o?b M_lﬁe oﬂe(ﬂbr__dﬂi_.‘_t _JEurxﬂﬂMl T R
oy o EK 9P TmE aliale ﬂhﬁao o T h‘ﬂu%ﬁrg T < oo om)
q&O\AIJI:AMﬂrAﬁoqo ]Ll N X ]__/l o Z‘Béi E:l ‘LVNE]
o N I Ao X Ay e X s : o ol
B @H T T L ~ Wm B T ﬂﬁ It T T
o - XE = N e o %00 TR
) o B do T M Y 0 o T W o ow W Rty
N o N o ) LTI T
%Mﬁxéo_@wmﬂ ﬁﬁﬁ ﬁ%%ﬁ%ﬁ %H?mwﬁr Mdr.l
EoﬂﬂAFMﬂE#,mLME o mﬂﬂﬂ “Wﬁ ﬂﬁti_v ﬂlNOt T ﬂ%l‘lMX%
_F G U E % o i SR pg TR  BET
_x o oEe B o N o o) T h N o oo
NI T TR o 5 oo @ T oo ) oﬁ m;o
/e < Ar _ - ° T = o Y
%jaﬁwa_u%ﬂcmwﬁﬂu B L%%Hbr%? E@vwwﬁ %woﬂﬂ
N B oy T o o R T x =
Wy O B oz O X oA = B Y - Tz
ﬂDIHOHT‘WIﬂ “A.&.‘_m,x@l H.t]ﬂA Lﬂﬁwml ﬂ\) E#Ewi#ajﬂl ‘mvl,..tﬂ:)Ai)A
T o ! i - e o W e — o —-
B T By e e s Py & DR ~ 2w
- Gl X = oy = o g = — X T K X0
B g ke o ® o Mo wm T, = o B Ry A
W oa R a5 : = 5 LIS D A =
NE‘MOJIL_I _SLOETI‘H_-I ‘:Lﬂr{ UX\)‘:.LWE‘OIWU\H ‘wgmoéeﬂulg H.fl]lq_l
= - B TO O —_ 1o .
MoCAR U o R e Eom R o 2wl — Lo T = s W g o
oﬂbzﬁ%ﬂro%%%ﬂ B BL L E L R0 B oy Tw
ool s oS« oMo LE T T , o o0 X o T
ﬂazﬂauwMXWﬂ% T w % G BT e E o o x 2
= = ~ — — — )
@%imﬂ_iﬂoﬂmﬁﬂ% %%ﬂh iﬁ%@r@r7 oeﬂ%@l %%mﬂm_hm
_sw%ﬂﬂo%mrol_uﬂo RN ) T T T E,Wmmﬂao ﬂ%mub
X _ 0 T = - 3 = <
xmﬂEﬁOA‘_7Euv;‘_ﬂ_|AL dw,i ﬂ]‘_aoﬁx?ﬂu o#&uA\z_o MaAdﬂ@..
— Iy B o 0 o of N — © — B = il SR 1H
ST o = o orﬂ 2o i) 9P s - _T I T E oo
o B %o oy ;I wm L ~NH T W iy ,oi%i_ op T R
T A o) B R do B OER mp Xo o T <o Al o om ] oK RS B B M

[0088]
[0089]

|

7

84
ERER
X

o oz

gl &rlstt.

p

=

=

3l

ol

}

kel
i

ol e

g Ao odd ol

A€} ol

=
T

=,

Ho]

o]

=

3}
=]

&

o

T

]

o

“goll

3L

Wl (cocatalyst)e] H]&& & njojt}, o}7},

A& A

=

oL
=

[}

L
Fu

=

o
_18_

#}417)

v

Aol A, 8o "2~ A (sparging)" i "2 X H (sparged)"o] WHEAH o2 A5

=

=

=

[e)

QEE SR

=

=

A o

& o]

ol Ax ThAE

=

=

A

oN

gmol B @Al AR BA @41

3l

pol =2 3F

s3] 4

S

9

E AA
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3IHE3d 10-2013-0093483
[0095]  NBCH,OH: H]AEZ [2.2.1]FE-5-<-2d v eh-&
[0096]  NBCH,CH.OH: 2-(M]AlZ 2 [2.2. 1] E-5-en-2-Y) ol &<
[0097]  NBCH,CH.CH,CH.0H: 4-(MAJE2[2.2. 1] E-5-q-2-%) F-e-1-&

[0098]  NaNBMMHFP: ZU& 2-((HAIEZZ[2.2.1]FE-5-d-2-<L |

E

o
>
E
)
g
:—‘
:—‘
:—‘
f)o
f)o
C,io
1%
>~
>,
=}
-

O
il
(&t
fr
B
o
o
&,
o

[0099]  NBMMHFP: 2-((H]A|ZZ[2.2.1]3e-2-A W EA])WE)-1,1,1,3,3,3-FAEFLEZLZ H-2-&

[0100]  NaNBBMHFP: AUl 2-((HMAZFZE[2.2.1]NE-5-q-2-LdREA])|E)-1,1,1,3,3,3-INNZF 2 2Z 2 7-2-27 0]

E

[0101]  MeOH: ™|EH2

[0102]  My: FTHFF TR

:

Mo

[0103] M, : R s

-+

[0104]  PDI: THEAF=(PDI=My/M,)

[0105] 'H-NMR: @A Slxp7] 2w A#E 2~z
13

[0106] C NMR: EtA 3z A~ EZ A~ 39

[0107]  GPC: A F3} AzviEy]

[0108]  F7pAom, A3 FiEAto] EE ofolm yEhd uvgol "FAl 27t AAde olslE w71 flEiA
A&t}
H CF
N s
O,
N-(HIAISZ2[2.2. 118 E-5-0-2-UHE)-1,1,1-ECIZR2EHEHEZE0I0/1E
[0109] TFSNB(M1)
CF,4
OH
CF;
2-HIA2R2[221]2E-5-0-2-UHE)-111333-HAIBRLEI2T-2-2
[0110] HFANB(M2)
O,
S
H/ \CF3

N-2-(HIARZ[2 2.1]EE-5-H-2-Y)HE)-111-ERIZR2EHERZE00IE
[0111] TFSEtNB(M3)
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[0112]

[0113]

[0114]

[0115]

[0116]
[0117]

[0118]

22333-HEERR

2-(HABZ[22.1]8E-

D~

2oz

SIHS31 10-2013-0093483

Z HANZZ[221JHE-5-U-2-II=2SAI0IE

CF3
OH
o}
CF;

5-0ll-2—

CF;
O
OH

2-(2-HINBZ[2.21]2E-5-U-2-

2~((4~

HIAB=Z[22.1]-IE-

5-01-p-

CF3

FPCNB(M4)

AHEANHE)-1,1,1333-HAZR2T2H-2-2

MMHFPNB(M5)

AHSEANNE)-1,1,1,333-HANERQ2T2T-2-8

EMHFPNB(M6)

CF3
(¢]
OH

CF3

UEEANHE)-1,1,1333-HAERLEXZT-2-2

BMHFPNB(M7)

@vw%

2-(2-HIAI2=[2.2 2] 2 E-5-U-2-AUHSANHS AN

2-HIN22[2.2.1]8

| rn

OH

111,33 3-HAERLETZH-2-2

G1yMHFPNB(M8)

MM(MOH) ;NB(M9)
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[0119]

[0120]

[0121]

[0122]

[0123]

[0124]

[0125]

[0126]

SIHS3! 10-2013-0093483

FoC CF3
o <
(o]
o CFs3
CF5
2.2-((2-(HIA2R[2.2.1|IE-5-0l-2-UHE) T2 7-1,3-C|2)
HIAADHIADIEZ)HIA,1,1,333-HANER22T2T-2-8)

MM(MMHEP ) ,NB(M10)
Fa
O OO
) )
o]
334,455666-cUER228A HAISZ2[221]HE-5-H-2-IZ=AH0IE
FHCNB(M11)
Fa Fa
(@] C C
~— \.9/ ~chH
2

O
22334455-2C1EF2HE HAZZ[22.1]RE-5-H-2-II2=AIY0IE

FOHCNB(M12)

F2 Fa
F~(HES2ZRENHIAIZZ[2. 2. 1] HE-2-0
NBC,Fy(M13)
5-EEHIAIZZ[2.2. 1] E-2-2
BuNB(M14)

=1

AL o o] dskdith: 3 wel = AAE YA JIA Ao 39 b2 A Fa,
b Zt= A (Rame-Hart model #100-00)& AFg3le] A& AT, 7]

Sotold Z(SA) o] 54 ik 2ol Feisith: 50 ws 7] AAE 9 AR (AAHE=0) 2R ST
24 4 3= =3 A (proprietary instrument)ol] IX® AYE 71 9ol Eujsivk. o] wiiex]7] A
ebs AAHbe Eetold ZAow sl VIAlE gk 23]9] SAA 9] "oy

’3H‘§T(d'ssolution rate)9 A2 tS3 Fo] gtk EFH F
A-FERSo A 20%)2 10% E<F 500 rpmO. 2 1 %o 60% % F 2000 rpm«] 7(5'/\]'§ 4?_]7<] e ﬂ'ﬂ— A
9 Aol 23 :IYHJT. 2 Foll, golHE 1202 B 130TolM AZE Ho]AEAt. 0.26N HE
gy d=ZEAlol=olq HE Eal&(dissolution rate)e F7A HAE &N (Thickness Detection
Solutions) DRM 420-L #3ll& RUEE o] &3] 1154 "H(interferometric method) 0.2 7 ¥ AT},
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[0127]

[0128]
[0129]

[0130]

[0131]

[0132]

[0133]

[0134]

SIHS3d 10-2013-0093483

Aot =(0D) SA: AES 104 A9 dolHE ddte T34, ddHomes =
AElC] E(PGUEA)©] oF 15 wt% SN w2 3 zgsto] Axagrt. AZS 3 ZHolE AlA 60z

5} == Cary 400 Scan UV-Vis E3FFE=AS AF&3}e] 193 nmoll
Pk =¥ A doldE Ve Her ARGt 7 A& dF FAE SAs] 9
Aod olHZRE AASA, T FAE Tencor Z2H v E](profilometer) & AM&3te] S7d3F3T).
s FAE/FAMAE) AR ARteelt. EE dojx 0D gre] F3% ojnjA] ZHE glo] dt X E
= 38T Axm FES W2 @S vEhid.

ColA wol=7t 5, WA A, Z4zhe] Feh4 F3

@A A Ao S-1. TRSNB(ML)9) $HA

500 mee] =zto] HlEgtsto]l=2F e 165 me] Edoldoldl 2 80g(0.65 &)9] 5-E2H 2Wl-2-m|Eolnl S n}
oy weky] gt b Zur)vh R dxsh 1L S vbe Ekade] dvkeslck. w 0cC

Wzredek. A7) E¢E] 100g(0.59 =)o 1,1, 1-EgZEFeavesyd F2dgdo|=s K Zur|E £
A7veklar, Wk EFES Al wRkEdrh 9k EFES oiHo] Efdd gy so|mRIRete)E ¢
< AAGE. Ao g R I ZHY TSI AAS 1FES U, 1Y ELS fold
el 2 A &=L, ARER] &N

oo
ot
m{E

o

1

il

3] Bl 4 9] €M (decolorizing) @ HF¢ A
o AdolE oA 1z A Fd, 7182 d4=En, &vle 2HE SEE AAYAY. AIAEQ] 3
Ao AGES i/ HZE(10:1) EFES AES ATt A9S S §EAAA FA 29SS 60% &

H
1 13 . -
2 A, AAES H CNR 3 2% 4o gl

FA G4 A S-2. TFSEtNB(M3) 2] &4

500 mee] =ito] 1Eﬂ6}°15i¥%, 59¢(0.58 &)°] Egoldolnl 8 77g(0.56 =)°] 5-:mE R Edl-2-9
NS vladE wiby] 9 R 2wz 42 Az 1L T vige] sz Huksidnh. W £
& 0CR %ﬂ%}ait} A7) EfEl 982(0.58 )9 1,1, 1-EgEFeavueyxd FReGo|=E 7] F

2715 a3l FArbegla, whg EFEC] F9 xR JFRHES Stk g EFEL 40 AR Tk ik
HAI, oAzEe] Egeld huy stol=mIRetel= 9GS AASTE. A 2de] W FLR i
ZRE AAHY 2do] BAHE 146gS ATt FHo AYPEL 330g9 At @ 200g9] ElET}so] =2 gk
EAHAIL, EellAe] 200 FAF &9 300g0® 3 W FEEHUA, 1 Fo o] 300g0® 3W FEEUCH
§7] SN A Zwo] o8] HFE i, B-AZ(short-path) T A= AREste] el ZFate] T NR
Bgsto g 540l yehioA s AE AAE 10225 A

oA F4 A e S-3. MMHFPNB(MG)S) 34

NaH(60%, 554g, 13.8 E)S& 7|A1F wwtr], ¥ Zw7], WEZA(thermowell) © A 712 45 2= Zd
A7F A2 4+ 22L FEF~To] BT 5300 mee] =gko] THEZF H7FE A, wiks Alztsisich. d3EQd
<8 E -13CTE WZstdA 7| AZR o2 wukE ok, l%-/ 9 A-NBCH,0H(1,300g, 10.47%)& 1000 mée] =2}

o] THFOﬂ |3 =o], Nall/THF Z3H&Eo] we] A7t dvk. 37 AR -13 €T WA 2T 2% ®9dlA 30i0]
At T7F 4TCE "olAe Ao, W2 vzt AANR, 9 Ao JheEglon, vl Rk
At H&%f -11TCE WBZFE9lar, 1,900g(10.55 E)9 AMAEF L 2o]AR el of AL =(HFIB0) 7} 4715 %]

k. #H7E Ae 10T WA +7CY 2% WHYelA 2.5 Alzkoldth. GC A1 15%9] QllE-/ 9 A-NBCH,0H 2
83.4%9°] <l%=-/<A-MMHFPNBE YERATH. E3tE2 Ao 2 7heEglon, Aoa &gk 7k & §
A 28C2 AL wdo] AzFHATE, AH2o)4 6.6 A7 Fol, GC 41L& 0.7%2 ﬂl%% ol %=-NBCH,0H &

91.4%2] =~/ N A-MMHFPNBE e S
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[0135]

[0136]

[0137]

[0138]

[0139]

SIME3 10-2013-0093483
U2 10.4ge HFIBOZ} H7FEda, £d&e whal wwkE ok, GC #4e 0.2-0.3%9] mwhs <lm=-/o) -
NBCH,0H % 93.2-97.7%2] A%~/ A-MMHFPNBE YeERNISIY. E3ELS -3CE YZhslr] ol tA] 5.25 AlZt
Fob wkE AT, A2 100 m¢ Eo] w$ HHF 308 o HIUMEO] 43 UEFS A X (quench) Al AT
Hel= -3C WA 48T, Wdo] Fd o, 200 me] =] Fr7HHo= HItHArt. AIEQ] &9
2 13 E-9] NaNBMMHFP 4082gE L ¢ltt.

tot ro o
e
o\
e
i)
9

oo, A7) 1¥8ES 3 HE 1743g, 1712g ¥ 627gC.2 UFAY. A4S =AE e 2000 m¢, 1800 me 2
750 me Z}zbe  HEgt). AREel I gNo] AgolE o3 ofj=(Celite filtering aid)Z 3
oE . Aol ofiae AAE NaOHEFE UZNE(decant)Htt. §A8 uka Wztyo] wukal ZAAo)
AAFHAJY,  o]ELS(R1) oJF3le] 2094gS AAvk.  GC BARHAZIE AE Aolde)S 0.09%2] NBMeOH,
97.7%%] MNE=-/NA-MMHFPNB 2 2.0%¢] AN%-/N2-NBaMMHFP F-7}A) (adduct) S YERUIQEE. ol ZA RS
2100 m9] #+ FElo] &3i=Act. e A=N(supernatant)S £ F A &= NaOH LHECZEEH UNET
ATk, NaNBMMHFP &<fo] ofo]2 wjxoA] WZhgol we} 7Aooz witE i), JgkddA] AxEQ 2A4S
ofsfsto] 1845g(R2)= AL, GC A (AHdstd A& ol o) NBCHOH= 15 98.1%9] <llke-/ox-
MMHFPNBE Y EMUIQITE. XS RA(RICZHE M1)o| 3)d Zaxgrr. AxEQ) ﬁi“-’% ol Zsto] = QL
o 0.04%2) NBCH,OH 2 96.5%¢] MMHFPNBS 2zt 641gS dgith. o A(ML2)S nEo] HAE w7tx 3
A SEEAT. o)E L ¥R SRk 422g8 ARoem, GC FAGGHstE AE A1) NBCH0H7F
1AL, 98.2%2] MMHFPNB 2 1.7%2] NBMMHFP #-7}A1E elict.

o|Ao| AlEH Alo]lE o3 o]=i= ~1000 m FAskA FF 2 AFFHJY. oA 3 FubEo] 199g9
WA 1HES FEFIQUT. olE e HEo R YAAF 137gE Ao, o] NBCH0H7F 1z, 98.3%2

MMHFPNB ©o]/d & ] ¥ 1.8%2] NBaMMHFP F-7}AE YERNATE. ML2E2HE o] HAL3)S LPEo] FHE w717

3H FHEAT. o]5L oy HMEro R A HE o] 0.3% NBCHHE 33l 34gS It R2ZEREY B

MR2AL)S 1EHEo] AAD w7px] A FeAHAY. o5L oy Feto g A FHo 239gS A

GC #4& NBCH,OH7F §l2S UEelly. AglolE FEH2RE| S o 9 RALS §dloixa, ngEo] 3d"

w7hA] A SLEJY.  o]ES oJHFHu Feto g A HF o] 56,562 Ao, GC ¥2S NBCH0H7

e S NaOH ¥ E-2 200 mee] et} 37 7tds o, AgolE =g Fa Foxi, AxEd o
e}

=
)
>

dlo
o

i ﬂ{ Zdtyo] 39.8g9 nHEL At o5 Fgom AAAL o 34.7gL A, GC B
NBCH,OH7F 1l AL YERSY. =& 2¥E 2 24 < 0.04% NBCHLOHE &3le] 98% 4891 33328
A

o5 3 HEog Yol tgi o] Eo {3FATE: 1500 m Eof] 1438.2g, 1500 m¢ ol 1226g, 750
m =oll 633g. 633g/750 md Aol 75 me] =l &3E ThE 34.77gE HUFSIATE. 1500 mee] &< 500
me] AF HClE A or, 825 me |98 250 meel A3 HCIE AYIA. Bl a8 A4S
ststed, 3736g2] & MMHFPNB A& AITh. o] 3.5 N HCI 500 m¢ 2 1000m¢ 2231 €4 1000 me= A
k., A= FsiA] skl A= 2709 1400 m F-Eo® Urw, Zzke fZEEdE 2000 MR 3
APy, ZF fHL 3 x 1000 me] A4Z MAE pH 47F FYPoen, 1 o AUS AACE Ada A%
Hook, AxE g9 GC 41 NBCHOHZF ¢13, 98.6%2] MMHFPNB o] @A 2 1.4%°] NBaMMHFP X-7}A)

o,

(adduct)E YERATE. &do] o1 3| FHE o], 3240gS AATE. o= 12-0X# B A= (Vigreux
column)S E3d) A& ZFFHo, 2F 88.0C(1.8 Torr)olA & 2298g(72% +a)o ANES I3y, FHE
MBS 98 4%°] AN/ A-MMHFPNB 2 1.7%2] NBaMMHFP o] A A= EALQct. x-/di- H]E 83:179]

At

FA @ AAld S-4. EMHFPNB(M6) 9] 34
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[0140]

[0141]

[0142]

[0143]

[0144]

[0145]

[0146]

ZIHS3d 10-2013-0093483

NaH(60%, 97g, 2.43 &=, 1.5 @) & 7|44 wwbr], 71 Z4w7], da 7k F97F 2 AEdo] 44 4-F
5L Zehade] sokvh. b A= A EeAl(flush) dtolA 130TE 43 Edtoloz 7tdghe=s M
w2 A AzE A, =gke] THF(800 me) 7} H7b=Edar, A¥pE<l %Eial—t— -11.3C=2 W7t A 7Aooz
WRkE gtk Al %=-/ o A -NBCH,CH,0H(223g, 1.62%)2 200 mle] =g}to] THFe| a5 o], NaH/THF &0 g
A7 k. -11 WA 5T 2% HeolA H7F AZFE 6&oldet. W& Aeog yleFdon vk w
HEEQITh, WESS -13T 2 J3Z4E R, 299g(1.66 )2 FALEFo Eo|AaRE o AL = (HFIB0) 7} & 715
Atk -7Ce FFstAA H7F AR 2680100, EFES 1 AIRE B AR RHAT. G0 A2
41%2] NBCH.CH,OH 2 59%2] EMHFPNBE tFEFUIQATE.  A-2oA] 4x)7F Fof | GC HA18 15%9] m|uh-g -/ -
NBCH,.CH,OHE YEMYTE. EFEL 3.5 A7k 59t 3441TC = 7=}, 4.6%2] NBCH,CH.0H 2 89.5%2] EMHFPNB
2 Aok, JHdLe 34TolA WA (14X AEHFReH, 2.0%9 NBCH,CH,0H 2 93.3%2] EMHFPNBE A Qt}.

ThAl BAIZE B9k 37-40Coll A HRE Lo F7b wkee] WAL gl EFES 8T WAHUIL, 800 m
o] B8 #Hupete] AA(FY)EAT. EFES 3 x 300 M FEo R AFste] AR wHk-S NBCH.CH,OH7}F Al A=
Rom, 1 T 275 me] s Axtem AAstE Y. fr1Fel s A EEEAA, 500 me AR
pH 27} == AHHATE. GC EAL 1.8%2] NBCH.CH0H % 96.8%¢] EMHFPNBZ UeEFATH. #7142 300 ml
o] 25% 73 NaOH= 2] 9laL, ?oﬂ 37 SE o] 20 WA 2 TorrolA WA THFE 18]l o] 28 A|A
3tdtk. ol 98] 658.6g¢] #ZA(tan

SO, 47 AR 500 mol mAE AweH SR WA HEe Hew oy FAoyy o
SOgt. A Soe WEe/oels waold WA AANE AAAG. ok B RS AEH A
©°2 0.3%9) NBCH.CH,OH % 98.9%2] EMHFPNBE &3l WA 1P ES I APELS 500 me] #F+= ek
oM AAAHUG. A seae Py oo Sozuel oA OUEHAL. e §Ae dekg/ofo] s
N WAHYa, AvEel ARE oete] LUHAUT. o 2H 401.18¢0 WA NFBL

q
="0
& NBCHLH0H7F 9182 deEhldth. JEE 92 500 me] &5 &al=dct. AxEel e o] Re=d
O Abo] A4S 150 meo] KF HCIR p < 22 ARStE . 2 T3 Fol, sy e e Teshed,
239.36g°] F24 NAlE AUt

ol 250 me] TEFREWEtom FAFUI, 2 x 200 mle] 3.5N HCIZ A Hste] w7 =Yg, fEFz==de
|de 3 x 500 AFE MHFH pH 47} HAJG. §H/L YEF AH o E oA AxHx, qdFH IJH F
%5101 ~260g€ E)\}\]jl—~

A7l wAE 12904 2 ARs Fl SEel vee w8s A%t (i) 49-78C(1.30-1.50 torr),
7.08g, 99.5% EMHFPNB, 0.2% NBCH,CH,OH; (ii) 73-69°C(0.97 torr), 122.14g, 99.8% MMHFPNB, 0.13% NBCH.CH:OH
2 (iii) 70-67°C(1.15-0.91 torr), 113.68g, 99.7% EMHFPNB, NBCH.CH.OHE #&HA] k5.

>099.7% X9 AAAES 235.82g(46% &) LAT}.

A 34 AA) o S-5. BMHFPNB(M7)¢] &4

NaH(60%, 32.8g, 0.82 2, 1.5 @#)E 71418 wyly], 371 Z2d7], A2 7t 97 2 X ZA(thermowel
Dol gate 4-7 2-L k2= Fokvh. =eho] THF(320 me)7} H7belar, A3ERl Hefes -12T= W7
A ZIA o ® wakE Qlek.  <ll=-/ o) 42 -NBCH,CH,CH.CH;0H (NBBuOH) (90. 9g, 0 547 B)& 60 meo] =eho] THF
of &a5aL, Nall/THF ZehEo] e A7b=ich. 13T WA -11T =Rl H7F Al 1450l 0.
=%E o h2Ea, WA wRbEQIY. R -9TE W¥ZAE9lan, 101.9g(0.566 )9 FAEFE
°] LA EFIBO) 7 A7FE . -9TC WA -4T &% WefollM H7F AREE 9ot &9

of dgog 7FZHEATE. GC A2 50.6%°] ¥E-g- NBBuOH 2 44.8%°] HFIBO H7He=S WeRiS]

|
e de
g3l o

=]
2

2l
S 458 oY
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[0147]

[0148]

[0149]

[0150]
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oz GC #2412 9.5%2] m¥k-3- NBBuOH 2 83.4%2] AAES Yehlider. A2oA
NBBuOH 2 90.9%2] MAES AATk. ©hr] 10.8g9] HFIBOZF #H7F& Act.

, -5

103 §oll, GC #2412 4.6%9] 9k-g NBBuOH 3 91.5%¢ A4ES Uehdich. EFE2 3 AL ek 30-39C
2 7bEEQleh. G0 WA 2.4%9) Wk NBBuOH B 91.7%¢) AAES dEhidlth. EFEe o 3 ¥
Aol mukEle], 119.4 A7ke] F Wk Algbe] MUtk 60 B F@ 2ol WA 22S vehiQa, W
Wol 4% ABLE 038900 Ee, 469 v1A9] Bédol EASON, ol F(double) HFIBO ¥/l F
A et EFEE -14.202 IAHAL, 330 mo] Bol HrbHo] AAHATE. 4R Fol, L% -2.1Ce]
EEERa, F7b owde] dojubA @tth. 1 Fol, urA ol wEs) FlEn. W EHES 3 x
300 mie] AHo FEHAG. WY FEEE WIB0 Seuv % A FAHE olF HFIB) FAAE A
Atk WY FEBe AL 41.3% AHE, 12.2% FHHE olF WFIB0 H7HA 2 > 45%e] Selmvigch.
B 252 3z ZwE o] 28.42g0] HAUTH

T 70 meo] AE Ao
(brine)2 A& o] pHl 57} HAL}., o] AUl AHE Ao

(98% 4=8&)9] Al MAZ AU}, GC AL 94.8%2 HAHE 2 4
At AASE FAS 2 x 200 MY HEFEEWEoR FEE Q).
Al =o] pH 57F 3L, 1 Fo arg AHo]E oA Hxu i, oy 3 ch
EAS AT, GC A2 o] xAo] MA(185g) MET TYTE YT, 185g9 A& 200 mY E
Falo Al LI EYIL, 200 me] 25%(185g) A4 KOHE H =t ZAyEd ded($-fe Ar#Ad)S H
AstA BA FuEo] FA 9AS ATk, o] oYL AA3} = nPskE 5 Tk AT SUe 200 ml
o] Feto A LaHAL, 90 mee] W3 HCIZ AP 3tE At

1=}

’ T
AzEhar, o= 3d FTE o] 185¢
% HFIBO0 H7HA1& e

FAL AALAIL, T Fo ek RRO MO =4 NaOH o] £aE w7x] 256 54 FAE YEFoR B
WAl (portion-wise) 2 HFHATF. F 110 m] 25% 544 S48t HEFo| H7MHAY. A2 40 AAH

A o] FHAr).  o]E wgg /ool wzoA] WZhE o] kAR A
NaNBBMHFPS] 1 38}lE oF7]3}itl. 22 (18g)& 20 mee] FerolA &ejelg=Aar, o1 Fof 7FdEo] &35
k3L, Eo] IA HlZE(settle out) HA == Ha, e Ao] B, &
P &AL AAst FREEs vekEg-olo] oA YZhE Y. AFESQ ZAA ] 40
me] FeelA &EelEsEda, dHEHL Feo R AHE nHES AU, o= 98.60 BYE H 0.5 FH
E& o]F HFIBO 742 EAEATt.  Urx| 218.60g¢] NaNBBMHFP €& 200 m¢e] =Ae 3)
th. E23FEo] MRS s, YA B RYEEHESF . FAS AAEHJL, i &AL AA st
FEHEE wehg-olo]x wzda WZhE ok, 1¥E2 300 Mo et EFEA, dEHI Feo
HE ATk, oldl 98] 98.0% =xo EA % 0.7% ©|F HFIBO 7HAIE ddvt. U=y ¥H3 AR
(crystal crops)S ¥3dle] 268g2 2Tt. o] 300 me] AL Jeto A galw, AA3r =
Ehg-ofo] & wjzol A WZAE I, 1 Fo wnkEo] wAl AA o AASIF FEEUAY. AAL 20
2 3AE, &YgE AR, 2 Fo AFREHI, FFoR AHEHUTE.  o]2ZH 98.8%° TEE %
233g5 ATh. o5 AAS A A" Ao ® 300 Mo AL Feow tiA] AAARSE o] thA 98.8%
[e)

FT[‘

32
|
oy
£
i)
)
ox
flo
tote
)
N
i3
i)
to 24
ot
=

=

f
SEETS
2 H
lo i
i)
s

T BS At AAHEL 300 me] Golgo] EatEe], IR oz <l§ s, I §98 o
AT}, NaNBBMHFP 82 200 meo] &2 F7b A=A, &4 50 mee] gk HCIZ pH <22 AR 3= At
A7) e BEEAT. AN §7142 100 mee] A5= AlFEe] pH 60] HIATE. ol Ate AdolE A
Al Az, AqAREI 3 FH =

TAE (M aREd) 1YPES 2 137g(72% )9 & 9|
o
o

<l o]
Ak, ol HFEEdErer IFMEYI, 2 x 100 ml 3.5 N HIC1Z AHFAAT. 1 Fol,

2 2 x 200 mee] FFE AFHE O] pH 6] HAT. F7] §A2 AvE HIolE oM Az, o=
31 SEo] 139.5g0 e A A AJrE. GC A 99.0%9 +==E YEhid. =d2 ¥ TR

o] > 98.5% <=X=9] 126.8g(76% 4+&)¢] <=/ A-NBBMHFPS 2¢it).

@A g4 Aol S-6. GIyMHFPNB(M8) ] A

400 mee] =elo] HED S| B2 FE, 7.8g(0.32 B) F43 UYEF 2 46g(0.27 Z)9 2-(HMAZE[2.2.1]F
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[0151]

[0152]

[0153]
[0154]

[0155]

[0156]

[0157]

[0158]

[0159]

[0160]

SIHS31 10-2013-0093483

NBGlyOH)& vwhauvly wwtr], ¥z Zda 2 27 2771 Z3d 7
R g S L] %Mo} & EFES 50TE JHAFAL, A Z9716A
—ofo] ol W E Yk, Ayl EHEC] 63g(0.35 =)< 1,1,1,3,3,3-FAEF L

b ZAu7IE Fd Arketdlal, W ERES 9 SRR 7R, 3.5 ARF Sok mwk gl A<l
Gl 150g9] 20% FAt Lo AE A, T Fo "ol 150ge2 3 FEFHAT. SHL I S
of &3 wEH L, H MR EFtoR 590 YeholAs A% 44% 80g AUt

tglo] "hrol A, 10 me] =gto] HlEZsto|=2F & = 1.562(0.065 =)o 43t YEES vtauly gk
7F AE AxE 120 m 9 2710 Hbekich. Y] dgd(Aami)el 20 me] ¥4 BE#Sto|mR e
o  g3l"  5.0g(0.027 B)9  2-(HMAEZR[2.2.1]HE-5-<l-2-ddE) T = -1 3-T]-&(MM(MOH),NB) &

sl

-(rUFJ
T
oA
32
£
r}ol
%
n
0
g
E
i
=)
),

oAl WZE ATt *(}71 %?&%oﬂ 12. 6g(0 068 E) 9 1,1,1,3,3,3 A}% 2
A5 oH X47}o} o g ERELS T 2EE IRIEE sha, 20 H ot ﬂﬂ&ﬂ?ﬂt}. JJr 3l %
ik gAo 2 HFHJI, T F9 E‘Ol—gé 100 m2 2¥ 3= 3 FE
1
H MR

g os 5o dehold: AT AHE 13z AUt

H*N
)
™~
+
Ho
N
o
mlo

A Y HAd

FEA F8 AAd P-1(a-c). HFANN(M2)S] 5%

g 871 HFANB, &< B old ofMHolER Ade i, DA 2HAHAT. o] &7]% dEHo] =g
o] dtxo FQth, HHE Pd-1206 = DANFABAZ} A7) EgEol #H7bE Q) £718 Wedte] =iho] uhof
A AR AR AR, date do 5] gAY B HAES JFoR MUY, 1 &, £F
& ket et &% (1ao) digke] 100C, 1b 2 1coll widte] 110TC)&E 17 A3 &<t 7td = ek, S
2 dEFAE ke EFEENEH AAHNL, FEAE x EUE doA B Egtsto] =R F el A oA
ool PC #A4E st EAFES SHsATHE P-1)

sh71 & Aol A, yeRd, kAl o g 23, E(g, mol)o|™, Pd-1206°] it gt 13, " E(g,
mmol)©] ™, DANFABA®| thdl 72 (g, mmol)o]™, EF 4 (Tol.) ¥ o€ olAEIO]E(EA) thdlt 72 (g)olH,
EEZ2HFEA) O ek 7S (mol%)o]ar, F=&ol that ke (%)oltt.

[3% P-1]
A A M2 | Pd-1206 | DANFABA| Tol. EA FA TE My PDI
la 11.0, | 0.024, | 0.048, | 11.4 3.81 1 61 21,919 | 2.45
0.040 | 0.020 | 0.060
1b 8.22, | 0.018, | 0.036, | 8.93 2.98 10 45 4,538 | 1.72

0.030 | 0.015 | 0.045

le 8.22, | 0.018, | 0.036, | 8.93 2.98 20 38 3,660 | 1.66
0.030 | 0.015 | 0.045

ZA A QA4 P-2(a-c). TFSNB(M1)2] F3

9

IS 87]E TFSNB, S 2 od ofMelolER A= Aa, &
uloso] E=9th, TEHE Pd-1206 2 DANFABAZ} 7] E3HE)

=

o



[0161]

[0162]

[0163]

[0164]

[0165]

[0166]

[0167]

[0168]

[0169]

[0170]

=Pk

Jm

&1 10-2013-0093483

A7t 29X ", A8l o] EEAb] gAY & FHAIEE V|FEo R HHEJAT. &8 uyleldA )
B 2% (A9 3a0l tidtelE 100T, AAld 3b 2 3col tidtelE 110T)E 17 Al 5o 714 Edn. =)
s FE AAENL, TFAE Adx 92 dojxitt.  HEZGSIo| =2 F oA F3A &

# P-2]
A Ao M1 Pd-1206 | DANFABA [ Tol. EA FA T My PDI
2a 10.2, | 0.024, | 0.048, 11.4 3.81 1 39 16,824 | 2.40
0.040 | 0.020 | 0.060
2b 7.66, | 0.018, [ 0.036, 8.47 2.82 10 59 2,860 1.43
0.030 | 0.015 | 0.045
2c 7.66, | 0.018, | 0.036, 8.47 2.82 20 46 2,121 1.31
0.030 | 0.015 | 0.045

23+ A AA e P-3; TFSEtNB(M3)S 3%

kS 87]= TFSEtNB, E54 % od ol HolER AU, ArZ AHAHYIL, o] &7 L&

glo] "o Fqlvh. ¥ E Pd-1206 B DANFABAZF H7FE|QItE. 87185 Zefo] mbxolA AU, AA7F 29
A, Yk o EFAte] @AY B HAEES Vo HIMEHJT.  §He wistHA 100CE 17 AR
o 7tA= ik, Ful 2 A= ) v EFEEYEH AAEAL, FRAE A 29 doHg. H
ghslo| =2 oA FEA &9 PC TS dste] EaEFS AT P-3). PDI+= 1.682 FAHEU

A4 M3 Pd-1206 | DANFABA | Tol. EA FA TH My
3 §.07, | 0.018, | 0.036, 8.93 2.98 20 32 4,472
0.030 0.015 0.045

TEA ¥4 2Ald P-4(a-b). MMHFPNB(M5)9] F%

WS §71% MHFPNB, 5 2 oW opdElol 2R FAHNT, AT 2¥AHUAG. o] §7): Wy =
eho] whro] HGTh. DANFABAZE 371 §71e] HbHllm §71% mebel wreld Augam, vt 2nAd,
At el mpatol WY B MMES Jzoz AAEAT. Pi-1206 S92 FF HAE)E AYE
Bkl (crinp cap via)l Al A& obAEOIEAA MER ARHAT, Seho] viro A WU, W3 §7]
S 000 HREST. P16 4L 47 AL e EdEe AAEAn, AN s 17 A 5,
AN 6 S 20 A7 EQE WA, S @ weAE e ERERRE AANYS, FHAE A% 2

H
2 doigirh. HESERF AN FEA S (PC BHS Bohel BAFES SHHATE P-4).

[3£ P-4]

Al | M5 |Pd-1206 | DANFABA | Tol. EA FA TE My PDI

da | 6.06, [0.024, [ 0.096, | 6.74 | 2.24 1 64 | 13,841 | 2.81
0.020 | 0.020 | 0.120

4b 39.5 |0.157, | 0.312, | 43.2 | 15.5 20 76 | 5,247 | 1.89
0.130 | 0.130 | 0.390
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[0172]

[0173]

[0174]

[0175]

[0176]

[0177]

[0178]

[0179]

[0180]
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TEA ¥4 2Ald P-5(a-b). MMHFPNB(M5)9] Z3%

W& 8715 MMHFPNB, ¥52F, DANFABA, E7¢l 2 ofd opdelo]ER sl=glch. =eho] whzoll A, Pd-1206
N2 TF AAE)S AHZ A wpeldelA] ol E olAlEH o B A AlxF A, g H A H%ﬂ el &
< Aa 297 SelA 100CE TtEEdeH, od OMIEﬂ o] EclAfe] Pd-1206 ﬁ%‘& o

=
sylinder)& &3l 7] 7Fdd wbg Edt=ol H7heEAa, dak= AL AR 16 A 17 A3 &< E‘?}El‘iit}.
Zu) W g ERREYE AAEARL, FRAE 4 uﬂ |28 o A ¢ %@igi oAt GPC BAo
SASAHE P-5). Al 4a 2 4b9] PDIE 1.49% S H AT}

[% P-5]

AN M5 Pd-1206 | DANFABA | Tol. EA FA T My

P-5a | 494, 1.96, | 3.90, | 540 180 20 73 3,673
1.63 | 1.63 | 4.87

P-5b | 1,201, 4.76, | 9.489, | 1,313 438 20 74 3,545
3.95 | 3.90 | 11.80

=34 A9 P-6(A-E). EMHFPNB(M6)<) =3

| &7]= UEFHo =
-1206 % DANFABAE A7 wk$

WkS 27]3%= EMHFPNB, 5% 2 g olAElo]ER AU, FAZ AAHYL. o

gho] wbxo] Erh. AAd 7a, 7c, 7d D TeddlA, 1FE P |71 A7 E A
i, EEEI =ge] koA AT, AAld 7be] 9o, DANFABA« w¥HE 712 HIbESla, =efo] b
oA AWK, Pd-1206 &H(2 % FHAE)S AY-E A vlo]d oA, od oMAHo|E FoA HERE A
ZHAIL, AAd Tholl AHEEHEF Soto] whada DR AT HAAR AFHAH, dite Y EEAe] O
Ao & HMNEE 7oz b3 7] A7, EFES 100CE 7FEE A, Al 7belA], o1& o}
AJEO]Ee 4] Pd-1206 &N 7tEd ¥kg E3rEo] H7tHAT. v EFES 17 AIRE WA 20 AzE St
Agstel gk sk kA BoF wwtE k. Fo) 2 g g EFERYYH AASEJY, FFAE Ax
TR dojHrt. HEZSlo|E2 oA FEA §q] PC EAE Psto] EAFE FG3UTHEE P-6)

[ P-6]

AN 4 M6 | Pd-1206 | DANFABA| Tol. EA FA TH My PDI

6a 16.7, | 0.064, | 0.127, | 17.9 5.97 40 85 28.656 | 3.61
0.05 0.01 0.16

6b 6.36, | 0.024, | 0.096, | 7.03 2.34 5 61 18.321 | 2.94
0.02 0.02 0.12

6c 41.3, | 0.157 | 0.312, | 44.8 14.9 30 85 11,106 | 2.63

0.13 0.13 0.39
6d 4.73, 1 0.018, | 0.036, | 5.16 1.72 30 59 4,504 | 1.85
0.02 | 0.002 | 0.05
be 4.73, 1 0.018, | 0.036, | 5.15 1.72 35 68 3,391 | 1.54
0.02 | 0.002 | 0.05

Z3+A) A AA 4 P-7(a-b). EMHFPNB(M6)S] £

2 get A7) ks Z22, DANFABA, EF4d 2 og olyHo|ER A]H ). =glo] B
A, Pd-1206 €H(2 T HAE)LS ZHZ 7Y vlo|doA] o olAHo|E FolA AzHal HEH AL}
g7 e g9 A1 100CZ 7HEENes, A7) oA e o] Ecf A 2] Pd-1206 &
ALY E

=
o) A
Fob wke gleh

0?~ l>

N
B>

©

£

=
<)

F

g
7+ EFEZ HMHEAT. 6 EFES dste B¢ A&55H 16 HW 1
Zuf 9 G s EEERREH AAENL, STAE 4-vE A E-2-Lo M 9

ful

okoﬂrlo
12 > 2 N 2
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[0182]

[0183]

[0184]

[0185]

[0186]

[0187]

[0188]

[0189]

[0190]
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oz dojxrt. GPC B4S Aot TFA L EAFS AU P-7).

A9 M6 |Pd-1206 | DANFABA| Tol. FA FA T My PDI

7a 410, 1.56, | 3.09, | 445 147 30 79 7,672 | 1,87
1.29 | 1.29 | 3.87
b | 1,199, | 4.85, | 9.06 | 1,305 | 435 26 62 7,645 | 1,91
3.77 | 3.80 | 11.30

ol

A F8 Ao P-8(a-d). BMHFPNB(M7)] %

kS &7]% BMHFPNB, EF<l 9 dE olAH | ER FYPHUL, A2 2HAHYY. {75 HEHo =
o] whxof =9it}. DANFABAo] WHg &7|2 H 7 HUT. &7 Wi Eo] =ifo] wkxol AWH Y. Pd-1206

SN2 FF HAE)E A-Z A ulo](crimp cap vial)olA & olAEHo|E FolH AzE i, =efo] vt
2o A HEEAJT. AL 2FAHE, dehe o XEAe] dEAY] B HAEE V|FoR ke %ﬂoﬂ A7t
i, 100CE 7FdE k. A7) odg olAlHo|EdA1¢] Pd-1206 &Mo] A7) 7tdd &7|2 A7 HAa, 17
AlZE &9 bR QR (A Al 8cv= 18 AJZE wHtE Ll . Fv 2 GEAE v EREEZEE AAHJD, F
A= AR B2 dojHlvt. HESI =2 A F3A &9 PC B41S sty ExES S733180
(% P-8)
[% P-8]
AN | M7 |Pd-1206 | DANFABA| Tol. EA FA T My PDI
8a 6.92, | 0.02, | 0.10, | 7.63 | 2.54 10 45 33,872 38.75
0.02 | 0.02 | 0.12
8b 6.92, | 0.02, | 0.10, | 7.63 | 2.54 20 58 | 25,128 | 3.29

0.02 0.02 0.12
8¢ 30.1, | 0.11, | 0.21, | 51.6 13.8 0.3 66 19,699 | 2.34
0.09 0.09 0.26
&d 6.92, | 0.02, | 0.10, | 7.63 2.54 40 55 15,805 | 2.61
0.02 0.02 0.12

232 A4 AA ¢ P-9. BMHFPNB(M7)9 %

Hgeh 2719 WS RMHFPNB, ¥E4F, DANFABA, Eel 2 o]d ojdplolER AAET. malo] uko|

A, Pd-1206 &2 F%F HAE)S AP 7 vholAoA ofE obdElelE FelM AxH i, BRHA W
7] Yol gole Wa BYZ HolM 10T AU, e obaElol =) H e Pd-1206 §o1e g+ A
HE Ba 47 stde v EE © 18 A7 Bok wuk Y, v 2 B

2 WA ] £
2 Qo

12+ et
GPC EN S Akl FRA BABE F

32, m{n
L

£
i, sAE A BEe

[% P-9]

AN | M7 |Pd-1206 | DANFABA| Tol. EA FA F& My PDI

9 260, | 0.91, | 1.80, | 445 148 30 63 | 21,470 | 2.59
0.75 | 0.75 | 2.25
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[0191]

[0192]

[0193]

[0194]

[0195]

[0196]

[0197]

[0198]

[0199]

[0200]

A 44 AAle P-10(a-c). GlyMHFPNB(M8)S] &%

SIHS31 10-2013-0093483

WS- &7]% GIYMHFPNB, &<l 2 od ofAHo|ER YA, HAR AAXFHAT. &7 HEEo =
glo] Bfxo] Eolfth., 1Y E Pd-1206 L DANFABAZF 7k, A7) 8718 =egbo] vbxolA AU, A4
7b 29AE, ke 4o xEste] gAY B HAES VEow HUMEAT. EFES 100TE 7HEHA L
M, 17 AZF 9 wkE Ik S 3 weAE vk EFERZRE AAFHJL, FHAE A BEE Aol
k. HEZSl|E2F oA gdozA FAe PC BAE Fste] EAFE FAHSACHE P-10)
[¥ P-10]
AAd | M8 |Pd-1206 | DANFABA| Tol. FA FA 1 My PDI
10a | 10.44, | 0.02, | 0.04, | 11.7 | 3.89 3 89 | 31,820 | 4.55
0.03 | 0.02 | 0.05
10b | 10.44, [ 0.02, | 0.04, | 11.6 | 3.87 10 49 [16,011 | 3.27
0.03 | 0.02 | 0.05
10c |[10.44, | 0.02, | 0.04, | 11.6 | 3.87 20 58 | 12,084 | 2.89
0.03 | 0.02 | 0.05

T 3} AA4 11(ab).
XJEL@’]_ 37]4
W Pd-1206

11444

%

=]

6 &
o
il

=2 37hE A

GlyMHFPNB(M8) ] Z-%

F5-7]1%= GIyMHFPNB, X324, DANFABA,
N2 FHEF JAHNE)S AYZ 74 Hlo] Lol A,
ol A 100C 2 7FE H AT},

, AAld 11a
2RE AALAL,

579 0 99 ohdHolER 3

16 A%

THA= A

o

-

=
5]

az

1z Bae dojxt,

[ P-11]

Al | M8 |Pd-1206 | DANFABA| Tol. EA FA | % My PDI

la | 125, | 0.43, | 0.87, | 136 45 30 75| 9,950 | 2.32
0.36 | 0.36 | 1.08

1b | 125, | 0.43, | 0.87, | 277 93 30 78 | 6,580 | 2.03
0.36 | 0.36 | 1.08

23 34 AA ¢ P-12(a—c). MMHFPNB(M5) 2 FPCNB(M4)9] =%

2=

7} 254

= GPC

H o
"—/‘913

& 871 WMHFPNB, FPCNB,
=ifo] ubro] FolA

=
=

Eeoﬂ \:ﬂ oﬂ

obMH O] ER Y= AL,
Pd-1206 2 DANFABAZ} §7]o] #7be%l
2, Ushe o] EHAe] GFA Y B o
71 2 kg Q)
MR ~HER~z5]S
Woto] LA

ANEE 7

W ==
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1oz H7bEQ
Zu) 9w e EREeRy AAHY
Apgakel ) FRAe 2AS ZAEAt,
43 CHE P-12).

ArE
o. &71&

A543
Eefo] 1)

1:]_ B_OH_CL 221\]
Kal, %'%LZ%]—E Az 242

| Egtato] =z el

PE ATt =he] Bt
old oAlElo]Ec M Az L, A
ol & olA|E| o] Ee| A 2] Pd-1206

LU

A gl

L)
ofN X2 [ T [



[0201]

[0202]

[0203]

[0204]

[0205]

[0206]

[0207]

[0208]

[0209]

[0210]

SIHS31 10-2013-0093483

[¥% P-12]
AA | M5 M11 | Pd-1206 | DANFABA | Tol. | EA FA | % | W PDI
12a | 7.78,| 1.73,] 0.04, | 0.08, |10.5| 3.5 10 71 | 5,79 | 1,78
0.03 | 0.01 | 0.03 | 0.10
120 | 7.45,| 2.84,| 0.04, | 0.08, |11.4] 3.79 | 10 63 | 4,775 | 1.63
0.03 | 0.01 | 0.04 | 0.11
12¢ | 7.45,|2.84, | 0.04, | 0.08, |11.3] 3.76 | 15 83 | 3,434 | 1.51
0.03 | 0.01 | 0.04 | 0.11
%A A AAe] 13(A-C). EMHFPNB(M6) = FPCNB(M4)¢S 3
WS 87]% EMHFPNB, FPCNB, E5<1 2 o€ opAlHo|ER =Y, FARE 2¥AHAL. $7]= ey
o] =gto] Hhzof Eolgrl. Pd-1206 2 DANFABAZE &7]o] H7bEQith. £7]= =efo] ubxolA Az, A
27F 29X E, dske Fo] EEAbo] dFA B HAEES V|FoR HUMHATE. &9 2243k et aks)
HA 100CE 7FEE AT, FHuf 9@ dEAE 9g EFEEHY AAHNL, FEAE dx 292 dojxnt
H-NR ~HEZ2 395 AMgste]l 239 24 S35t HEGS =2 Fgoa fdozr T34 9

GPC #+4& dsto] EAFS AT (R P-13).
[¥ P-13]
A M6 M4 | Pd-1206 | DANFARA | Tol. EA FA T& M PDI
132 [10.18, | 2.16, | 0.048, 0.10, | 13.6] 4.5 10 76 11,9171 2.62
0.03 0.01 0.04 0.12
13b 8.90, | 3.24,| 0.048, 0.10, | 13.4| 4.5 10 76 8,001 | 2.24
0.03 0.01 0.04 0.12
13¢ 8.90, | 3.24, ] 0.048, 0.10, | 13.4| 4.5 15 69 7,683 | 2.10
0.03 0.01 0.04 0.12

23 34 AA 4 P-14(A-C). GlyMHFPNB(MS) % FPCNB(M4)<e] 3

2 27]= GIyMHFPNB, FPCNB, E5<l 9 o€ o}y g o] ER
o] =glo] wtxo] Fodxuh, ¥ E Pd-1206 Z DANFABAZF
Aal, Aarh 29A9, Qdahs o] T2abo] Tk < %

ZFEElen, 17 ARF &b wukE i, *ﬂH U

gl

2 dojxltt.  HEZGsto|ERFo o] FomA z"'”]ﬂ«] GPC 415 st %X}ag SASAT (R P-
14)
[3% P-14]
A | M8 M4 | Pd-1206 | DANFABA | Tol. | EA FA T My PDI
l4a | 6.26, |10.540,| 0.02, | 0.05, | 7.39| 2.46 30 84 8,905 2.95
0.018 | 0.002 | 0.02 0.06
14b | 5.57, | 1.08, | 0.02, | 0.05, |7.22| 2.41 30 66 | 7,786 [ 2.54
0.016 | 0.004 | 0.02 0.06
l4c | 13.4, | 3.11, | 0.03, | 0.06, | 18.0| 6.0 30 82 [ 8,700 | 2.42
0.039 ] 0.012 ] 0.03 0.08
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[0211]

[0212]

[0213]

[0214]

[0215]

[0216]

[0217]

[0218]

[0219]

SIHS3l 10-2013-0093483

A A A4 P-15. 4 @A 2dd HJME o]-&3 MMHFPNB(M5) 2 FPCNB(M4)<] &

2 gkgk =7]9] WHg-7]i FPONB, EE4F, DANFABA, EF<l, o€ ofAlelo]E 2 3 MMHFPNB(
F P-15 Fx)o A (79.3 TF HAE)ZF FAEAT. HH A MMHFPNB(20.7 % HAE)
ARA el FPEAt. =eko] HAoA, Pd-1206 AP EE 4 AdHE H7bEUG
o|Ex ¢rE AdHE F7] §lo]l H7bHe] 7 T FAES] Pd-1206 &S A

29171 BtellA 100C 2 7HEE AL, olE ohlg el oAl Pd-1206 & 7] 7t
o Sl F] Foll, MHFPNBS EHrshs AlRlAl 27 Al Qlar, A= AbdZ2Ae A9 7]
2 AHA7FEATH: A5 8% ®<F 3.208 g/min, TS 164 F<F 3.228 g/min, Uh 11% &<t 2.544 g/min, T
14% F<2F 2.044 g/min, T 33% E<F 0.980 g/min B ThE 102+ E<t 0.324 g/min.

SFA7E 2dE wAeR e BVR HUbE =, T9sh] A% AR 2AE AAES ve o] Z2Adn
THE =EE AH7E glol, AR A4S Fa uks 8710 AES Este] 4 @AY ARE BEUE s
A shke] wjlel A Al FAEAT. ASolA mnks dEEAS] F2 VA ARvtEIYy] E24 o2 SAHEA
G Mz g 7 oEgAe) wgAL ol £ Veor AxtEAY. o B2 weAd 9] =49
H7F 2AlEe] Fats o, sht = 7R @AY AR 2 HUbekE Al 2 a9 7] 2TEe] w
2b el Zb dkAle] bl A7) A2 Sl distel AR S Fa SAEAY. 2dE A7 27|
< 7 9 B v vaR FgEe] anjd wzbx] A skE v

EHE> ks Be AEEe] 4 WA 5 AIRE Fob akE Y. S vt
H

=gee] ettt Srf 2 umA g AE e EgER
q

N
AN T
(o
fr
Ay
o
i
2
)

Halogen Moisture AnalyzerE ©]-&3}o] AAlH Z$HA| =
UFNR 2AER 28 ALgEtel A 24 ATAT. GO AL
ATk, 0.26 N TMAHOIA A7) 534 o] 23S (dissolution rate), & HEZ, &dtoldzs =AHs it

(3% P-15).

[¥ P-15]

AA | W5 M4 | Pd-1206 | DANFABA| Tol. | EA | FA | & | M PDI
P-15 [1,856, | 431, | 9.7, | 19.2, | 2,538 | 846 | 25.6,| 83 | 4,710 | 1.50
6.4 | 1.6 | 0.008 | 0.024 0.06

TEA #49 Ao P-16(a-c). GIyMHFPNB(M8) % NBC4FO(M13)9| F%
kS 87]= Z GIyMHFPNBY L-(17.5 5% HAE), NBCFy, EFA g olAHoERZ AYsx, AAZE
2~ A HQE,  &7]= WEEo] =g o] dlro| =931, DANFABA(0.02g, 0.2 mmpl)7} §7]o] 7
A GIyMHFPNB(82.5 &% HAIE)7} wkg-7]o ddw AlfdX] Hxo FA=Seh. Hio] £7]

Pd-1206(0.08g. 0.07 mmol)& olE olME|o]ES} E3tE o] Pd-12062] 1 T HAE {45 A
o Al &7]0 AR auxE, Yske o] XA gAY B HAEES VFoRE HUt
100C2 7195, o|g ofAEH o] Ed A Pd-1206 ZvjE A|HUXE <
T2 tholl, GIYMHFPNBE &3l Al#A] H=Z7t A2kE o, d3Fas Abdd4E

A7

16a: *& 318 %< 0.244 g/min, TS 758 %< 0.172 g/min, TS 1308 %<+ 0.137 g/min, TS 2078 =
o} 0.098 g/min, TFS 3162 %9F 0.069 g/min, TFHS 447% =9k 0.057 g/min 2 oS 6012 %9+ 0.049
g/min.
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[0220]

[0221]

[0222]

[0223]

[0224]

[0225]

[0226]

[0227]

[0228]

[0229]

[0230]

SIHS31 10-2013-0093483

16b: S 30% =< 0.15 g/min, TS 80% =<k 0.120 g/min, TS 150% %<¢F 0.110 g/min, TFS 2408 =
oF 0.090 g/min, TFS 350% %9t 0.070 g/min, TS 4708 59F 0.060 g/min 2 TS 600% 59k 0.040
g/min.

16¢c: A& 308 =<t 0.15 g/min, UFS 80% =¢F 0.110 g/min, TFS 1504 =<t 0.080 g/min, ThS 240% =
¢F 0.060 g/min, TFS 350% %<F 0.040 g/min, TS 470% =<2k 0.030 g/min 2 oS 6102 =<F 0.020
g/min.

of 2 Fo] dEAe wke TIEEZRE AAFHJL, TFHAE AF EUE doH F-NMR 29 E=Z » 73]
2 Agste] gAY 2A4ES AT, GPC B41S 38t =AY xS 48U E P-16)

[% P-16]
A Ao M8 M13 Tol. EA FA T My PDI
16a 55.7, 12.5, 91.8 30.8 30 84 2,831 1.23
0.16 0.04
16b 55.7, 12.3, " " " 54 3,218 1.25
0.16 0.04
16¢ 45.24, 21.8, 92.0 30.7 15 ! 2,902 1.25
0.13 0.07

A 44 AAle P-17(a-c). GlyMHFPNB(M8) 2 FHCNB(M11)¢] %+

Hk-g- 87]7} GIyMHFPNB, FHCNB, E4F, DANFABA(0.08 g, 0.11 mmol), S5l % o& o}Aeo]
Zglo] wxof A, Pd-1206(0.04g, 0.04 mmol) 1 Eo] ME &7](septum bottle)Z FH7}5

2 oA H ol Ex= AW &7 HAYAE o]&3ste] HUlEoe], 1 % HAAMES] Pd-1206 & 95 AU
o] &L AL 7] dtelA 110TCE 7M=L, old ofAlEo]EdlA 9] Pd-1206 &2 7+
EE HFAAY. WE TFES Aske St AEsk] 16 WA 17 AE F9 wihE AT S A
Halogen Moisture AnalyzerE o]-&3}e] ¥ E3&E U9 18E &3

of 7zt ZAEAL. v 2 o GdFAE v EFEZRE AAEJAL. IFNMR AHEZ AT

o)

9% Agste] A £4S ST, C BHS Watel FA BAFE SARATE P-17).

[% P-17]
FREHED M11 Tol. EA FA & My PDI
17a 21.9, 2.69, 27.0 9.0 30 100 7,790 2.02
0.06 | 0.007
17b 20.7, | 4.03, " " " " 7,330 | 1.94
0.06 | 0.01
17¢ 19.5, | 5.3, " " " " 6,920 | 1.86
0.06 | 0.014

A ¥4 Are P-18. GIlyMHFPNB(M8) ® FOHCNB(M12)¢] F3

o] Wk$ 870 GlyMHFPNB, FOHCNB, ¥ -E4F DANFABA(0.08 g, 0.11 mmol), EF< 2 oel o}A
k. =glo] wrxolA, AE £7)(septum bottle)oll Pd-1206(0.04 g, 0.04 mmol) ¥ Eo] H
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[0231]

[0232]

[0233]

[0234]

[0235]

[0236]

[0237]

[0238]

[0239]

SIHS31 10-2013-0093483

7HE Atk T o' olAHo|EVE MY &V|E AR F o] fete] HrtEo] 1 FF HAES] Pd-1206 §HE
AATH WEET] We] &2 A 297] stelA 110TE 7 EAaL, old ofAlEH o] Eo A 9] Pd-1206 &4 ]
7tg¥ whg E3ER HFAAY. RS EFELS sk w9 AEske 16 A 17 AIRE 9 wukE . F
A2 o] kAo AEELS Mettler Toledo Halogen Moisture AnalyzerE o]€sle] vhg 23E o 1=
ZT3HA stgol| 7|zt SAFJY. Fv 9 o A= v EEZ N Zﬂﬂﬂ Ak, H-NR 2=FE=®
395 ALgsle] TR 2A4e S5 (PC B4 sl T EAES SHIATHE P-18).

[3 P-18]
Ao M10 M11 Tol. EA FA T My PDI
18a 21.9, 2.47, 27.0 9.0 30 100 12,070 2.71
0.06 0.007
18b 20.8, | 3.70, ! " " ! 7,980 2.14
0.06 0.011
18¢ 19.5, | 4.93, " " " ' 7,300 2.01
0.06 0.014

A 44 AAlel P-19. MMOMMHFP)2NB(M10) ¥ FHCNB(M11)®] F3%

Hhg- £7]7F MMOMHEP) NB, FHCNB, EF<l 9 o€ ofAHo|ER FY= A, AR 2FHAHAY. 7]+ 2
Hrlo] =ato] wtxo] Eoxlth. 7)ol Pd-1206(0.02 g, 0.01 mmol) 2 DANFABA(0.03 g, 0.04mmol)o] 7}
Ak, 8715 =gho] whzoA Aua, At ~2HAHE, Yske 4o xXEsle] dRAe & HAEE JEo
2 AHA7FEAT. &4 16A17F $F 100CE 719 2 wtE et Fo 2w A= g EREES

2 Yoy, FNIR AFER~TNE AL FRA 2AL ZHIAT.

Eefslolm el G 0w FFA PC BHS B3] FAFES ZHAATE P-19).

[ P-19]
AN o M10 M11 Tol . EA FA T8 My PDI
19 3.65, 1.00, 5.1 1.7 20 54 5,334 1.23
0.01 0.003

23 34 AA ¢ P-20(A-B). MMHFPNB(M5) 2 NBCAF9(M13)9] =%

HES &7 & MMHFPNBS] 47-(30 T3 HAE), NBCF.o] &, EFd 9 od opAlHolER ¥, A4

2 29AHAY. &7 dEEH =glo] ulxe] FojXal, DANFABAE £712 H7FESIth. %o MMHFPNB(70
TH JAE)S gr)o AdE AlEA P FAErl. Wmol &7]dA, dsks ¥l Pd-12067F o€ obAl
HolEe} E3tE o] Pd-12069] 1 T%F HAE &9 Azxya FEEHJTH Al &7]d AAh2 2~¥A", dshe
) E%tﬂ gFAe B HAEE 7|Fog H/EAT. 9L 100C2 7FEE AL, e oM H o Eo| A
o] Pd-1206 ZulE= AAXE o] 435l WS 8712 SAAHT. E=v] 39 o, MMHFPNBE 3Hg3t= Aldx #H
Z7F AAE QA dFAE AP ARE 2AF ek wke |2 HIbEAH

20a: # L 308 %<¢F 0.140 g/min, TF2 758 %<F 0.130 g/min, ThS 135% %<F 0.110 g/min, ThS 2258 %
o} 0.070 g/min, THS 3358 %9t 0.040 g/min, TFS 4478 =<9k 0.030 g/min @ TS 601E H9QF 0.049
g/min.
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[0240]

[0241]

[0242]

[0243]

[0244]

[0245]

[0246]

[0247]

[0248]

[0249]

[0250]

20b:

g/min.

g 308

¢F 0.090 g/min,

9ot 0.15 g/min,

L= 20 ARE T

S 350% F<F 0.070 g/min,

HE AAE AL,

THA= Az

S 80% =<F 0.120 g/min, TS 150%
oS 4658

100°CelA FA18 ol

Fato FgA ] TS

SIHS31 10-2013-0093483

§QF 0.110 g/min, Ther 240% &
ek 0.060 g/min @ THE 6053 F<F 0.020

=438, GPC B4& A3 P-20)

[3% P-20]
AN | W M13 |Pd-1206 | DANFABA| Tol. | EA FA | 8 My PDI
20a | 48.6, | 12.5, | 0.10, | 0.02, | 82.6 [27.5| 25 58 1,933 | 1.11

0.16 | 0.04 | 0.08 | 0.24
200 | 42.6, | 18.7, | 0.08, | 0.02, | 83.4 [27.8| 20 60 | 2,079 | 1.18

0.14 | 0.06 | 0.07 | 0.20
Z%4) 34 AA o) P-21(A-B). GlyMHFPNB(M8) 2 BuNB(M14)¢] 3%

Hk-S- 8-7]+= GlyMHFPNB,
ﬂo]E; =z}l 5]

% BuNB¢] ¢
@ii Eato PR ]

A (21aE 72 =F HAE 2 21bE 86 = HAE), EFq ¢
o &7l deo] =go] Blad o,

k. o] BuNB(2la: 28 % HAE 9 21be 14 £ HAE)E vr37]o d4% A]%Xl Hr 2 A=
o, Exo] g7)olA, Y3k %9 Pd-12060] olE ofAHo|E9} Egty|o] Pd-12062] 1 T HAE fodlo] A
S %E] Ak Al 700 AAR 2uAE, i o] EFAte] dEAe] & ﬁwé—g— 7Zo2 )
HAok S92 110CE 7HgEAar, ofd olAdEo]E F9 Pd-1206 Zvle AlUAE o]&3le] 9bs 872 &
ARG, Zu F4 Foll,, BuNBE FHirate AHA BErb AAEHA, dFAE AP ARE 2AEel we) gt
712 H7bE A

21a: A& 4% <k 0.188 g/min, ThS 268 H<F 0.125 g/min, TF& 258 %<F 0.083 g/min, The 358 HoF
0.075 g/min, U 65% &<k 0.025 g/min % v 500% &< 0.002 g/min.

21b: S 4% F<F 0.547 g/min, TS 108 F<F 0.282 g/min, TS 16% S99+ 0.263
o

0.160 g/min, T 35% &< 0.094 g/min, U 65+

o

=k 0.031 g/min ¥ T}

g/min, T 25% F<F

500% &<t 0.002 g/min.

WS §719 WEES 20 Az B 100TAA FAT theel, W EFEES Fol Lxz YAt S
9 el BRAE W EFREVE AAHYL, FPAL Az BU dolhth. PC BAS Wkl FEA
o BAFS ZHIHUGE P-2D)
[ P-21]
A A o M8 M14 | Pd-1206 | DANFABA | Tol. EA FA TE My PDI
21a 48.7, | 9.0, 0.12, 0.24, | 97.8 | 32.4 30 70 5,530 | 2.67
0.14 0.06 0.10 0.30
21b 60.9, | 11.3, 0.15, 0.30, | 122.2 | 40.7 30 89 5,640 | 1.59
0.18 0.08 0.13 0.38
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[0251]

[0252]

[0253]

[0254]

[0255]
[0256]

[0257]

[0258]

[0259]

[0260]

[0261]

[0262]

[0263]

SIHS31 10-2013-0093483

232 A AA ¢ P-22(A-B). MMQOMMHFP)2NB(M10)9) =3
ke 27]1= \M(OMMHFP) NB, EF< 2 og oA H o ER FdHa, dAE AHAHYL. L7 dWiEEo =

gho] whxol FojHvh, wHE Pd-1206 L DANFABAZ} H7LElth. 87]12 =gfo] wbxolX Ava, AAw A

o b
HAE, A3t Fo EEAle] dEAle] E HMEE VFo2 HIMEHA FgEo 100CE 7M¥9E 9, 16
AZF ot wukE QY. Zu) 9 wEkdE wke B ERE A AYAa, %—;ﬁﬂ—t— Az Foz dojyu, ¥
2}

sfolmE el A golomA e FaAe (PC B dele] BARES ZAATHE P22).

[ P-22]

A Ae | M0 |Pd-1206 | DANFABA | Tol. EA FA T My PDI

22a | 4.06, | 0.02, | 0.03, | 4.5 | 1.5 10 25 | 6,306 | 1.26
0.01 | 0.01 | 0.04

22b | 4.06, | 0.02, | 0.03, | 4.4 | 1.5 20 25 | 5,139 | 1.23
0.01 | 0.01 0.04

=34 g 24

THA G 54 AAd L1 HA 2T §-I2E FOoEX 9 HFANBM) @ITHA Y] ue AF
¥ L-1o veld =

=3 %
H
232 (spun) 2% F
2
2

B:l:

O|AREE F9 20 wth FNo =2 o] Al ¢lo]H (bare silicon wafers) “gellA]
T=

A=
s
J{

90 HelaE Y. ¥ L-1 WX L-109] % (degree)® =HE & HZ7ZH(CA), E

Zgtoly ZH(SA) 2 A e &A4Al (0.26N TMAH) Ol A 2] #&&(DR)o] SAHAJT. Axes F L-19 vg
Wit}
[¥ L-1]

a4 A ¥ PDI A S4 DR

Ao

I-1a la 21,919 2.45 74 23 175 ma/s

L-1b 1b 4,558 1.72 74 18 642 /s

1-1¢ le 3,660 1.66 79 16 758 /s

FHA et AT AN L2, A A2adDdA F-2E Fo2A) TFNBUL) TAFTHA) det A%
T L-2¢] UE A= o] AR

ol 90 CE WolaEYL. B HE
& (R)o] FEHAT. A=

A2 gl AellM ¥ ai(spun) 2%
(CA), = &gtold ZH(SA) B A Gz ddAl (0.26N TMAH) ol A ] &
L-20] yetdint.

I rﬂ

ol Aol 20 wth &R = Hjo
7}

m&r

=1

[¥# L-2]
AL T My PDI CA SA DR
A
L-2a 2a 16,824 2.40 73 20 1024 nn/s
L-2b b 2,860 1.43 7 20 1731 m/s
L-2¢ 2c 2,121 1.31 80 22 2254 /s
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[0264]

[0265]

[0266]

[0267]

[0268]

[0269]

[0270]

[0271]

[0272]

[0273]

[0274]

[0275]

[0276]

[0277]

THA 2 AT AAd L-3.

HA PaaAudN F-ZE

=0
c —

SIHS31 10-2013-0093483

24 ¢] TFSEtNB(M3) ©dE§ 9] dtat A%

% L-3o] e FEAE olaReeolAe 20 wik Solow o] A sy Aolx AwHw
Fek 00T Wlo| AT, B AEZHCA), B Eeelq 2h(SH) B 54 Az
S&OR)e] ZAHUT. Anhs & L-30] thEhich,
(% 1-3]
AN 4 T HA My PDI CA SA DR
Al /\] 0;“
L-3 3 4,472 1.68 85 15 599 nm/s

K
N
B
=
_;
o
=
of
)
N
i

o

HAF(spun) 2%

HA FaaHN E-ZE

]ilﬂ E]—Q.

A2 20 wth SN (AA 6a,
Bt 90T = Ho]a
N TMAH) ol A 9] &3]&(DR)°] S = AT},

=0
c —

Z X ¢] MMHFPNB(M5) T ZF¥ )¢ ©

= At

6b 2 6cE 20% 4-v
= AN, =

¥ L-49] YErAT},

[ L-4]
A A] o A My PDI CA SA DR
A A4 (nm/s)
L-4a Ja 13,841 2.81 73 9 805
L-4b 4b 5,247 1.89 1,546
L-4c 5a 3,673 1.49 2,137
L-4d 5h 3,545 1.46 80 10 2,025

THA e AT AAld LS.

¥ L-59 YEd F3AE o) AxRE
o] A ol “delA

Ea
TMAH) ol A1 o] 3 £&(DR) o] 74 = ATt

2
=
4. = %

oAl 20 wt% & (HAd Ba,
= &vheld

= 3 L-5el e

]I

=7H(CA),

A HxagFeA #F-IE F2

2 A9 EMHFPNB(M6) T F

[¥ L-5]
AN 4 YA My PDI CA SA DR
A Al (nm/s)
L-5a 6a 28,656 3.61 80 5 234
L-5b 6b 18,321 2.94 79 9 492
L-5¢ 6e 11,106 2.63 523
L-5d 6d 4,504 1.85 1,485
L-5e 6e 3,391 1.54 1,749
L-5f 7a 7,672 1.87 650
L-5g 7h 7,645 1.91 80 5 690

THA 2 AT AAd L-6.
¥ L-69] JE F3IA= o] ARERE

A JaaHFNN F-IE T
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(spun) 2+
A4A (0.26N TVAH) S A ] 2

et A%

-2-&) o= H|
EEM‘% ZF(SA)

F3A9 9 A
9 8h&20% 4-wel A Er-2-

ZHSA) 2o 4

L)oo 7 HE H]
A4 (0.26N

249 BMHFPNB(M7) ©UF3A]9] utet A%

g A2 20 wt% M (AAd 102 20% 4-HEHE-2-L) 0 2 HE] wo] Ag



[0278]

[0279]

[0280]

[0281]

[0282]

[0283]

[0284]

[0285]

[0286]

[0287]

[0288]

SIHS31 10-2013-0093483

Z dels ZellM 2aEdT. = HFA(CA), & Svtold Z(SA) R 4 e AdA (0.26N TVAH) ol A €]
W& (DRl FAHUT. A= F L-60] e

[ L-6]
A Ao 34 My PDI CA SA DR
Ao (nm/s)
L-6a 8a 33,872 3.75 79 5 160
L-6b 8h 25,128 3.29 79 9 204
L-6¢ 8¢ 19,699 2.34 77 4 190
L-6d 8d 15,895 2.61 78 9 385
L-6f 9 21,470 2.59 80 6 164

THA Og AT AAd L7, A 23N @-IE FL249 GIVMHFPNB(ME) @dFT A Het A

5
& L8l UEl FFA = o] AFEEol X 20 wth %—0“(“4 of 132 2 13bE 20% 4-WEFE-2-8) o7 Mo
A ol AelA 23U, = XJZﬂ(CA) = old ZhHSA) B 74 &E d4 1 (0.26N TMAH) |
Aol Fal&(DR)] SAEAJT. Ade & L7 UrijE}.
(% L-7]

A A o i My PDI CA SA DR

ekl (om/s)

L-7a 10a 31,820 4.55 85 6 1,031

L-7b 10b 16,011 3.27 86 5 1,176

L-7¢ 10c¢ 12,084 2.89 36 7 1,609

L-7d 1la 9,950 2.32 86 4 1,755

L-7e 11b 6,580 2.03 86 6 2,767

THA 9 AT AAd L-8.
AT (WA TFH)

A F2aYgHoA §-ZE F O 2 A 2] MMHFPNB/FPCNB(M5/M4) 3-3HA)2] wiet

£ L-99] vEhdl F8A= ol gl e 20 wth SA R o] A goj¥ M mAHAH. = A=
ZHCA), & Eold ZH(SA) B A el @Al (0.26N TMAH) ol A <] Toﬂg(DRM SAEAT. de

[ L-8]
A Ao ZEA Y5,/ M4 My PDI CA SA DR
A A &4 (m/s)
.-8a 12a 84/16 5,795 1.78 35 14 223
L-8b 12b 74/26 4,775 1.63 36 13 39
L-8¢ 12¢ 71/29 3,434 1.51 92 12 31

F3A dat A AAld L9, AR HiaHFolA @-IE F o =49 EMHFPNB/FPCNB(M6/M4) F-&A<9] =hat
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[0289]

[0290]

[0291]

[0292]

[0293]

[0294]

[0295]

[0296]

[0297]

[0298]

[0299]
[0300]

[0301]
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5

)

K

F L1000 vEbd SRHAIE ol AR ErEel Mo 20 wth &R o m Hlo] HeF dolH ol dEHAT. & A
Z%‘(CA) = Edhold ZH(Sh) ‘%l T8 e AA (0.26N TMAH) Al A o] Z3l&(DR)o] SAEAT. A=
L-9° vEplt}.

Rl b

[ L-9]
A Al o] =3 M6/M4 My PDI CA SA DR
N sk z4 (nm/s)
L-9a 13a 79/19 11,917 2.62 89 9 31
L-9b 13b 74/26 8,551 2.24 88 8 7
L-9¢ 13c 75/25 7,683 2.10 90 10 8

Z3A) wet A% Ao L-10. FA FAaHHNA F-FE Z0 29 GlyMHFPNB/FPCNB(M8/M4) =3 A9 |t
94 A%

¥ L-11°] YeEld A= o)A 20 wth &N (HAld 16c= 20 wth 4-HEHAE-2-2) 02 o] 2
g2 ol AolA ~FEHAL. B HEZ(CY), & &gold Z4(SA) 2 A &E] dA (0.26N TMAH) o A
o B&&(DR)°] HAFUTE. dde= ¥ L-100] LERATE

[¥ L-10]
A Ao Z et M8/M4 My PDI CA SA DR
A A 4 x4 (nm/s)
L-10a 14a 90/10 8,905 2.95 86 997
L-10b 14b 80/20 7,786 2.04 89 599
L-10c ldc 77/23 8,700 2.42 87 7 405

THA I AT AN L-11. HA 2T H-IE FOoEXS ddTHAY Y AT

~2-golMe) 20 wih O W] M 9lols] o] @A},
uhe] FUE(OD)7E SHHUT. Avhs & L-110] ek,

[Z L-11]

A A4 A S A My PDI oD
A A o] (™)

L-11a ok pMMHFPNB 5,750 1.94 0.042
L-11b o pEMHFPNB 7,570 1.85 0.052
L-11c - pBMHEPNB 21,470 2.59 0.032
L-11d 11-b pG1yMHFPNB 6,580 1.94 0.109
L-1le 11-a pG1yMHFPNB 9,950 2.32 0.081

w SAE FFTA= B GAA Agd A dAE wE AxEHA.

ZEA 49 AT A 112, BA ATl §-2E $o2A o] WMHFPNB/FPONBOS/NA) FA<) et
A%
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[0302]

[0303]

[0304]

[0305]

[0306]

[0307]

[0308]

[0309]

[0310]

[0311]

[0312]

[0313]

[0314]
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T L-120] b FaAe 4-mEulle-2-20 A 20 wt% fHow wo] AR ¢loln Aol AdE )
B AZE ZHCA), B Zgtold ZH(SA) 2 A o @akol(0.26N TMAID oA 9] E31e(DR)o] SA AT, Z
= 3¢ L-12¢] JERAT,
[% L-12]
AN | FFA | (/M) My PDI CA SA DR
A2 Z4 (nm/s)
12 15 81/19 4,710 1.49 83 6 169

THA w AF AAld L-13. HA J2aHvN @-IE FO22X49] GlyMHFPNB/NBCF,(M8/M13) T %A 2]

E L-139] e FFAE 4-vdAg-2-20 M2 20 wth fHom o] Ay 13 Aol == A}
B HE (N, & EEold ZH(SA) H A4 & N(0.26N TMAH) ol A 2] Ea|&(DR)o] A=A, ZA3
= ¥ L-139] btk

[3E L-13]
A FEA | (i3/M13) My PDI CA SA DR
okl Z4 (nn/s)
L-13a 16a 85/15 2,831 1.23 36 9 1.589
1-13b 16b 80/20 3,218 1.25 88 14 1.277
L-13¢ 16¢ 75/25 2,902 1.25 92 18 350

Z3H) 9t A% AAd L-14. AR fi:adFoN g-2E =0 2 A9 GlyMIFPNB/FHCNB(M8/M11) Z3H<9] dF
9 A%

L-149] veld ZS3A= 4-vdAe-2-20 49 20 wth fHoR Ho] AgFE o]y Aor AW}
HAE ZHCA), & &etold ZH(SA) 2 FA &7 F4F(0.26N TMAIDOIA 9] Eai&(DR)o] SA4EAT. 2
¥ L-149] epdlc),

o [ =1

[E L-14]
AAe [FEA (M3/M11) My PDI CA SA DR

A A o ZA (nm/s)
-14a 17a 88/12 7,790 2.02 88 12 348
1-14b 17b 85/15 7,330 1.94 91 12 259
L-14c 17¢ 82/18 6,920 1.86 93 14 142

FHA Bt As AAld L-156. JA FaadgeA @-ZE FOo=2 X9 GlyMHFPNB/FOHCNB(M8/M12) F3HA]<
H

£ L-1591 el A 4-vEde-2-20 e 20 wth SNz o] AE oy Aol AFHAL.
B HE (A, B &Fold ZH(SA) H A & FAFN(0.26N TMAH) oA o] B3-S (DR)o] SAEACE. A
= % L-159] YEeRdth,
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[0315]

[0316]

[0317]

[0318]

[0319]

[0320]

[0321]

[0322]

[0323]

[0324]

[0325]

[0326]
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[¥ L-15]
A A4 A | (M8/M12) My PDI CA SA DR
A A4 ZA4 (nm/s)
L-15a 18a 89/11 12,070 2.71 87 5 383
L-15b 18b 86/14 7,980 2.14 85 9 399
L-15¢ 18¢ 81/19 7,300 2.01 86 10 263

T AA L-16. FA A2aHFdAN F-ZE

2299] MM(MMHFP)2NB/FHCNB(M10/M11) 33t

fo)s] Aol

AT, =

9 vk AF,
¥ L-16 YEI SFA = 4-vd Al e-2-2o A2 20 wth fNoz wo] HgE
AE ZHCY), B €Fold Z(SA)e] AT, ZAFe= ¥ L-169] Yepdn,
[¥ L-16]

AA =34 (M10/M11) My PDI CA SA

A |xA

1-16 19 72/28 5,334 1.23 89 23
Z3A) wgt A% AR L-17. FA F2aHHdNeY g-3E 202 A< MMHFPNB/NBC,F,(M5/M13) Z%H)<)
grek A%,

fe oMo

L-17¢] vebd Z8He
HE 4D, =

Zefold 7}

20 wt% So R o] AT

FAFN(0.26N TMAH) ol A o] #38-(DR)©] %—@El"it}.

fols 4

¥ L-179) YEAT}.
[¥ L-17]
A A o A | (M5/M13) Vi PDI CA SA DR
A o 24 (nm/s)
L-17a 20a 85/15 1,933 1.11 85 6 935
L-17b 20 76/24 2,079 1.18 90 10 163

THA 2 AT AAld L-18.

L-179

A FiradgoAe #-ZE

20 wt%h &
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[0328]

[0329]

[0330]

[0331]

[0332]

[0333]

[0334]

[0335]

[0336]
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[¥ L-18]
A4 4 23| (M8/M14) My PDI CA SA DR
A ) of ZA4 (nm/s)
L-18a 21a 85/15 3,530 1.67 86 9 1,068
1.-18h 21b 79/21 5,540 1.59 36 5 567

FEA 9 A%F AAld L-19. X i H A9 G-FZE Fo=ZA 9 MMMMHFP) NB(M10) THFFA <] B
o A%.

F L-169] YeEld FFAE ol aFwEol Y 20 wth SR Wo] HIFE do|H oA ~AHJAY. E A
Z ZHCA), B &oolw ZH(SA) 2 FA o4 FAH(0.26N TMAH) Wle] E3&(DR)o] &A=, AnE n
L-199 ek,
[ L-19]

A A of A My PDI CA SA DR

Nx]oﬂ (nm/s)

L-19a 22a 6,306 1.26 81 17 1,061

L-19b 22b 5,139 1.23 81 19 -
dutrg o g 47 Ad o] (spacer)e] FETE AFA(CA/SAR ZA)Y ZF71E AFsts Aow 4 dA v

H3 Z7hE gutdor A4 weolx S E(DRE 54)9 &4 M2, dE B9, A7 ® L2 ¥ L-
39 AFE dolgE vlwslA, TSFNB -FAA(analogs)oll A #HEl AFo]|roa] od AHo|A R FIlE= A

=
4e ZNINAT RS FHom BanE AL B F ol

olg)dt ¥tz V] AFE ofwd AuolA Fio tisle] oA o}, oEHE EE ZEF ~F oA
%94 X3 25 2 4 ol EIRE TUMIIE S cﬁlﬂﬂ E3A HAsIGY. dE S, ¥
& HFANB &5 A 1a7} 75 nm/sec®] DRS zti wbdo] | o= Ad o]~ MMHFPNB 99534 4a(E L-4)&

~ E’i
805 nm/secd DR ztE AL yehdok.  AFAo] thsle], lax 74 2 2359 CA 2 SA g 7HAH,
4a°] CA 3 SA ¢t 78 % 9xolth. oyt & AS§A ] FElF 2ol 2H (spaced) A 1a7}
T4 2 A wolx g moA] fAEE e JERdY. 53], ddFTTA 7a(GlyMIFPNB) & 86%=2] CA, 5
] SA % 1176 nm/sec®] DRE zt:= A

ﬂd
i
s
rlo
=Y

]:l:
rE
b =2 5§

filo rSL

MAIA ] o8k FEA] AAHEH NN, EFo 23 AHE 7 z

= _}’: J 1 ‘E‘ = , ‘_‘gj
Zk= HHE G9)= T o R AFAS FIMAIT. dE 5o, ¥ L-18S %A GIyMHFPNB ¥ H]-Z &
23} BuNB 18a7} 1,058¢] DRS zt= AS Yehla, F L-13S %A GIyMHFPNB 2 =3¢ 23} NBC,Fo7t
A} MHFPNB %! Z 3¢ =3} NBC,F, 17a7} 9359] DRSS Zt& AL
Yehie] | wbdo] § L-158 MMHFPNB % 7l28-47] 229 =23} FOHCNBS] F¢A 15a7) 3839 DRS zZe AL
Ueldth,  AFAd tisle], 18ax 86 2 99 CA 2 SA FS ZEAH, 13ax= 86 2 99 CA ¥ SA #E A x
17a= 85 2 629] CA 2 SA S 7FAw, wkdo] 1529 CA ¥ SA #e 87 & 50|t}

2
©
Lo
=1
=}
tlo
N
rr
o)
tlo
)
fu)
=
=)
=]
c

|
it
flo
of
o
2
=

>_\|l

A g A R] S el A, Alm-uf A o] aedS SRS AE BAElT. dE 891, % L8 T
37 MMHFPNB 2 FPONB 8a (WlA%) 85 % 149] CA 2 SA 3 7HAW, = T A (A -H) A

_EL
l:,
&
i
[\
fr
olft
e,
rﬂ
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M)7h 83 % 6] CA % SA ghe ZHAE A v,
ols gol, Awd u-AA, 3 Fy
=

Mol EEAA2ES PP gomE

H
ol 24ES ol&dhe A ] T U
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