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METHOD AND COMPOSITION FOR SELECTIVELY REMOVING METAL HARDMASK AND
OTHER RESIDUES FROM SEMICONDUCTOR DEVICE SUBSTRATES COMPRISING LOW-K
DIELECTRIC MATERIAL AND COPPER
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An aqueous removal composition having a pH in the range of from 2 to 14 and method for selectively
removing an etching mask consisting essentially of TiN, TaN, TiNxOy, TiW, W, or alloy of Ti or W relative
to low-k materials from a semiconductor substrate comprising said low-k materials having a TiN, TaN,
TiNxOy, TiW, W, or alloy of Ti or W etching mask thereon wherein the removal composition comprises at

least one oxidizing agent and a carboxylate compound.
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‘ METAL HARDMASK AND OTHER RESIDUES FROM
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An aqueous removal composition having a pH in the range of from 2 to 14 and
method for selectively removing an etching mask consisting essentially of TiN, TaN,
TiNxQy, TiW, W, or alloy of Ti or W relative to low-k materials from a semiconductor
substrate comprising said low-k materials having a TiN, TaN, TiNxQOy, Tiw, W, or alloy

of Ti or W etching mask thereon wherein the removal composition comprises at least
one oxidizing agent and a carboxylate compound.
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HEBEE2 g 10%BEEBEEKAR ~ 7.21 g 10% DGAKAERK ~ 12.43
g 1.5% BTAKAEH® ~ 60 g Hy0, (30%/KBM) R 18.36 g £ 8 T K
(DIW) o

FEEASHREZESRERY > X EESET TRAGE
FHEMREYBREERABINELE HREERBESEES
ms > TAFEREIRF -

TiN » Cu ~» Co - WRTEOSEhZI| i %

7T RIFE60C K SOC T &+ W TINL 22 R 3 1 Fe 2453 8 B $f ¥ Cu ~ Co -
W TEOSEE #1057 ## 7 1% # 17 & 2 S F 5P 45 - F) A7 U0 4 7O 25 2 5 08
£ % 333A(Four Dimensions Four Point Probe Meter 333A)M|& TiN -
Cu-CokWEE HPFHEZEEGETFHEAZHARY FEBZ 43
HWHIEEEAHRES - I HHORIBA JOBIN YVONZ H &) SEX¢ 5 #% = 5t
(Auto SE Spectroscopic Ellipsometer) il Z TEOSE & - fh | R E &
EEZ2LULBEREZM A ZZ)RUAZEEIER - F A Beckman
260 pH/Temp/mVEME(ZBF R ZpH - ARZEE R T ZH,0,%K 8
J. T. Baker - B SEM4E & (Hitachi S-5500):F {4 5% &8 ¥ ¥4 b %0 % & TiNT#
EEERZ] -
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$0 #0 A

F A & B F K R AR

BTAE}Z BTA K ot 0k 7 JR A :F% ﬂ; 7% Cu)ﬁ ﬁﬁ

H,0,fE R & LB R — Z B (DGA) T # = FH E g &AL #%

(BTAME B R B pHZ M BB R 1Fim 4 - LT3 > 50T
17 TIN R Cuh Z R R 5P {5 -

Z/mfg:&zfjgsz—F

=1

AR

EBME
(10%)

DGA(10%)

FE=
A

Rt
(40%)

i

BTA
(1.5%)

H,0,(30%)

DIW

pH

TiN (A/min)

Cu(A/min)

2

7.210

0

0

12.43

60

18.36

8.4

178 (50°C)

1.3(50°C)

3

3.010

0

0.5

10

70

13.49

7.6

209 (50°C)

1.9 (50C)

35

0.000

2.564

0.2

11.25

60

22.49

8.4

340 (537C)

2.5 (53C)

SRR - 2RI3IEMMNSOC ES3CZHEANMNEEEAAETE
RALF178 A/minZE & # 340 A/miny @ E WA TINBERER - BN E
ZSEMIMNS @ 2.5 A/minHENZFHZERGAHER -

HaxE BIARIBASHERFEERGRUESEH %R E
EéﬁiizBﬁbZEJﬂZ%ﬁEEZEﬁPﬁ?%mZ>‘%$ﬁ&ﬂ@?L%iﬁ%%ﬁaEaHE&E’\J
SEMZE % - B2AK2BRHEE IARIBRAIRZ&B R BREUNEEA
BREHEBRERYINSGOCZAETHBHION ZRHE - WE2AFT
o REYEER o B - ETINEEE - E3ARIBREBIAK
IBF iRz &ERBREUNEBER ETEEBRERY2NS0C Z R E
THEBIONZENWE  HPBEYKTINEESECH T 2ER - E4A
FABEEEIARIBHFIRZ &ER EELR&EE R BREEBFREK
Y3 S3CZBETEBIOW ZENE - TINEESERBEVERTE
BEx

FIRE8F/KERBE - BTAME RCuB el FIE ~ H,OfF B &
LB R UEEFRELHE(TMADERFEpHZ MM FHR2TAIRZAE
Y e LB AR FE60C ZRE KL T.8 2 pHT #1T TiN Kk Cugh Z|
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RIS AE -

SR 64 1 B 4 A TE 81 1B
LEwA B - BB -
5 B TiNEh 2 -

HAK4HEEE  EEBEEREEZ
i B o R I IR B = S Y & B BR A R 39 B

=2
B | BElE | B | SR
% % % =$% | BTA | TMAH H,0, TiN (A/min) | Cu(A/min)
A | (10%) | (10%) | (10%) | (10%) | (1.5%) | (25%) | DIW | (30%) | pH 60°C 60°C
4 0 0 0 0 12 | 0.816 |27.18| 60 |7.8 215 0.98
5 |1.632 0 0 0 12 | 0.409 {2596 | 60 |7.8 404 1.61
6 0 2.807 0 0 12 {0.818 |24.38| 60 |7.8 464 1.33
7 0 0 1.46 0 12 | 0.305 |26.24| 60 |7.8 432 1.61
8 0 0 0 3.706 12 | 0.869 [23.43| 60 |7.8 436 . 1.84
HERIPFARZFARY > LHE LRI FS50CZEERLS
ZPpHTEITTINK Cuh ZI HRF - EHEX L SEEBEH WRERY
OMEERT - L EMIRERY B R F B TiNER 21 28 R K 88 LAY Cutd % 38
gg o
=3
WTES
IREgeE | ZBgdk | HENE BTA | &fb#k H,0, TiN (A/min) | Cu(A/min)
B | (10%) | (10%) | BE$#(5.5%) | (1.5%) | (40%) | DIW | (30%) | pH 50°C 50°C
9 0 0 0 12 1.592 | 2641 | 60 8 68 0.99
10 1.46 0 0 12 0998 |2554| 60 8 170 0.94
11 0 1.172 0 12 1.575 | 25.25| 60 8 150 1.28
12 0 0 1.887 12 1.530 | 24.58| 60 8 154 1.17
M AR BpHZ DGARIERAT IR ZAEKCY) » HBTALEFHE
BRATBI o # B35 2 - 1E50°C 238 B RIS Z pH T 4 47 TiN & Cufd

ZIRBEHAML - ERABDERBE I HRBERY I3ELLE  ZEBRE

P V) BT B 1S TIN G 21 28 8 K 35 L) Cudh %) 28
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%4

e | TREESE | ZBiS% | BBFIEEE | BTA | DGA H,0, TiN (A/min) | Cu(A/min)
pilE o pH . .

(10%) | (10%) | $%(5.5%) | (1.5%) | (10%) | DIW | (30%) 50°C 50°C
13 0 0 0 12 |2.645 2536 | 60 |7.9 98 0.33
14 1.46 0 0 12 1.790 | 24.75 60 8.0 147 1.62
15 0 1.172 0 12 2.601 | 24.23 60 8.0 146 0.2
16 0 0 1.887 12 2.502 | 23.61 60 7.9 140 0.83

FIF AR pH TMAHB RS R Z Y - EBTAGAEHRE
BhHI B - $% LAt F > FES0C 2R E RAI8ZpH T #E 1T TiN Cuh
ZIRREPA - EEAQABRBREZBHRAERYITALR > ZFBRAE
Ak 7 B8 T B 7 ) TiN 6 &) 28 R R SR (U Y Cugth Z1) 2R R

=5
WeBssx | ZEssk | BBTERE | BTA | TMAH H,0, TiN (A/min) | Cu(A/min)
B | (10%) | (10%) | $%(5.5%) | (1.5%) | (25%) | DIW | (30%) | pH 50°C 50C
17 0 0 0 12 | 0.975|27.03| 60 | 8 99 0.12
18 | 1.46 0 0 12 | 0.611 {2593 | 60 | 8 200 1.85
19 0 1.172 0 12 | 0.866 |25.96| 60 | 8 191 1.08
20 0 0 1.887 12 | 0.828 |25.29| 60 | 8 197 1.53

FIA AR H FE=FEREHEBTADRFEROTAT/RNZ ALK
4 > EBTALFESHEeR N GIR - 2 L7 - ESOC ZRE R &8
ZpHTF #ATTINR Cofb ZI R T4 - EHA G & KM% 2 B REKY
21M LR ZEM R AR BN E S B TINGE Z) 28 R K 58 DAY Cudh %]

R -
=6
TREESk | 2Bty | BEFIERL | BTA | TEZFE H,0, TiN (A/min) | Cu(A/min)

BB | (10%) | (10%) | $%(5.5%) | (1.5%) | E&{L#(40%) | DIW | (30%) | pH 50C 50°C
21 0 0 0 12 1.127 2687| 60 | 8 100 0.7
22 | 1.46 0 0 12 0.744 2580 | 60 | 8 178 0.63
23 0 1.172 0 12 1.078 25.75| 60 | 8 174 0.54
24 0 0 1.887 12 1.036 2508 | 60 | 8 164 0.75
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FI FA 48 B pHLY U0 7, 2 45 AL 8% (TEAHD B4 (8 327 b B R 2 S8 S
ELBTA{% FI(F SR LA GIM « # L3R+ #£50°C 2 BE RS2 pHT
#EAFTING Cubb ZIE R 3T 5 « %A B4 MR 8 BERW2SHL
B %R A R B R E A B TIN G 2 3 R R0 (DL Cufih ) i o

=7
HIFDE

B | ZB% B | B | BE TiN

# $% o =% | B&$% | BTA | TEAH H,0, (A/min) | Cu(A/min)
M | (10%) | (10%) | (5.5%) | (10%) | (10%) | (1.5%) | (20%) | DIW | (30%) | pH | 50C 50°C
25 0 0 0 0 0 12 246 {2554 | 60 | 8 94 0.39
26 | 1.46 0 0 0 0 12 164 | 2490 60 | 8 214 0.92
27 0 1.172 0 0 0 12 2.66 |24.17| 60 | 8 218 0.01
28 0 0 1.887 0 0 12 274 2337 60 | 8 197 -0.72
29 0 0 0 3.706 0 12 260 {2169 60 | 8 235 -0.46
30 0 0 0 0 2.807 12 2.53 | 2266 60 | 8 209 0.03

FMAEEpHZ DCGAR B RST i/ Z HE Y > 18K {5 F § &% & 11
HIE - & Bt D7 0 FESOC ZIRE R &I8Z pHF # T TiN & TEOSH %
BB - EHEAEAST A/minZ TINGR ZI B R A ¥ IBA R YILE
1> ZEBRARYBRERELI44 A/ninZ F#179 A/minE /1Y
S TINBRZZR R - DIIAE BN E/NNIEE%Z BEEFEE (LS
Btz ~ e > EBewr - ABMERBAREANEEASHBBRER
PERBENRE (B > SOC)TERMEAITING ZI BREAE S -
REFMARERZAZHM S > ERIENE - EEBBARYIIA
LLb - EEMRER S - 8w - Bl A MENBEOREELY
TEOSHRERELBELE -
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=8
eEe | ZBs | BFIE | 9B | BGE TiN
wo| s $% B 8% #% | pGa H,0, (A/min) | TEOS(A/min)
5 | (10%) | (10%) | $%(5.5%) | (10%) | (10%) | (10%) | DIW | (30%) | pH 50C 50C
31 0 0 0 0 0 265 |3735| 60 |7.93 87 0.01
32 | 146 0 0 0 0 1.52 | 37.02| 60 |{7.94 161 0.2
33 0 1.172 0 0 0 237 | 3646 | 60 |7.90 165 -0.1
34 0 0 1.887 0 0 238 | 3573 60 |7.90 144 0.61
35 0 0 0 1.632 0 094 |3743| 60 |791 181 0.48
36 0 0 0 0 2.807 2.19 [3500| 60 |791 179 0.07

EREFApHAERNERT » MERIFPHARZHRAEY - FTAHCu
&% & 407161 ) B Wintrol A-90(—MEBTAR REE =W KBS - 3
HXEBELEREBERERSH B TINK CofiZ B R KpH - £t
SEHD > FAFAEARENETHRHBE BELERER0EE%XK
B0OEE % - FAEYWpHEKEpH SESEpH 84ZHEN » KTINgZ

EE (ISR ER)EREIS A/mnEFEL70 A/minZ BER -

ur

=9

IRy | ZBss% | GOFIEDBR | 2LEESK | Wintrol H,0, TiN (A/min) | Cu(A/min)
IS | (10%) | (10%) | $8(5.5%) | (10%) | A-90 | DIW | (30%) | pH 50°C 50°C
37 1.46 0 0 0 08 |[77.74] 20 |79 65 -0.81
38 | 2.92 0 0 0 08 |7628| 20 |83 82 -2.61
39 | 438 0 0 0 08 |7482] 20 |84 88 0.02
40 0 1.172 0 0 08 {7803 20 |6.1 18 -1.75
41 0 0 887 0 08 |[7731f 20 |56 19 0.19
42 0 0 0 1.632 08 |77.57| 20 |78 55 1.3
43 1.46 0 0 0 08 |[17.74] 80 |68 133 0.34
44 0 1.172 0 0 08 |1803| 80 |55 69 -0.41
45 0 0 887 0 08 |1731] 80 |S5.0 71 -0.85
46 0 0 0 1.632 08 |1757| 80 |70 170 0.26

fERABEGRNTMAHS AR E AT ApHARRHEARIOPAI AL
JEC#) o Wintrol A-90{4 A /EColB RN &I - EILFHBIF > AL
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FERENE TREEE - 8

574

SILEREE20EENZEE

% Z &1 &

A - FHECYpHEKZEpH SEFEpH LIZHENXN - CoMZBMEHERAE

B EZEENE

= Cof Z| K B 1.17 A/min) o

=10
BaEE | B | EFIERE | i BE
g $ 53 % | wintolA- | # | TMAH H,0, Co(A/min)
A | (10%) | (10%) |  (5.5%) | (10%) 90 (10%) | (25%) | DIW | (30%) | pH 50C
47 0 1.632 0 0 0.8 0.880 0 3669 | 60 | 5.0 -0.01
48 2.807 0 0 0 0.8 0.036 0 3636 | 60 | 5.0 0.31
49 0 0 1.887 0 0.8 0 0 1731 80 | 5.0 0.09
50 0 0 1.887 0 0.8 0 2041 5690 | 20 |11.0 1.04
51 0 0 0 1.46 0.8 0 0 1774 | 80 | 6.8 0.27
52 0 0 0 1.46 0.8 0 20.66 | 57.08| 20 |11.0 1.17
TRUFHRZERRE  EHRLEHBE R WRBERKYS3HE
tEls » BEEAMBERBABENEEYNBRERYS4ETE SN
TiN&h Z] &K -
=11
ARser | WGBSR | BTA | TMAH H,0, TiN (A/min) | Cu(A/min) | Co(A/min)
B | (10%) | (10%) | (1.5%) | (25%) | DIW | (30%) | pH 50°C 50C 50°C
53 0 0 12 128 [2672| 60 | 8 135 -0.1 0.3
54 | 0.041 0.702 12 149 [2577| 60 | 8 203 0.2 0.8

=# - WKE

FIF A EpHZ TMARS B R 120 Fi R Z 8 ECY) - ABTAGH(ER
R ER AN HIE o 4HR 56 -
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STRSSFFAHZZBE SR BE
oL PR ek S L-2LER 8 o
PISSHHELE - WEHEBY 2 & HYERE SHTIN
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<12

BKE

ez

B= mKEEa | L-FLBR
Pl 4 L 5PE i BTA | TMAH H,0, TiN (A/min) | Cu(A/min)
#H | (100%) (100%) (60%) | (1.5%) | (25%) | DIW | (30%) | pH 50°C 50C
55 0 0 0 12 1266 |26.73| 60 | 8.0 110 0.1
56 | 0.4944 0 0 12 1.194 [ 2631 60 |8.0 192 1.5
57 0 0.432 0 12 1266 |2630| 60 |8.0 175 -0.1
58 0 0 0.3256 12 1252 [2642| 60 | 8.0 167 0.1

RBPFRARZERRYE © EAH]

2% O U 69 Cu & Cof 71 3 32 -

77
= 46

RYSOMEEER - EEE
0.001BE% HEERET » BEREARYWOOEERE FHITINGRZI

=13
HBE | EOE | WkEE | SR TiN

H | 8% % % =g BTA | TMAH H,0, (A/min) | Cu(A/min) | Co(A/min)
8| (10%) | (10%) | (10%) | (10%) | (1.5%) | (25%) | DIW | (30%) | pH | 50T 50C 50°C
59 0 0 0 0 12 130 |26.70| 60 8 86 0.3 0.7
60 | 0.01 0 0 0 12 1.69 |2630| 60 8 93 0.2 0.6
61 0 0.01 0 12 151 |2648| 60 | 8 107 0.0 0.6
62 0 0 0.01 0 12 1.53 | 2646 | 60 8 119 0.4 0.6
63 0 0 0 0.01 12 137 [26.62]| 60 8 102 0.1 0.4

HATFRRZERTE  EHEARBEAME 2 HREK Y64

LEBY > ESOEE%Z ZEERET - BEBREKRYWOSE R E S HITING
Z R R B B Cult Cofh ZI 3R R -

=14
IR | ZBssk | BTA | DGA | DIW | H,0, | pH | TiN (A/min) | Cu(A/min) | Co(A/min)
(100%) | (1.5%) | (10%) (30%) 30°C 30C 30°C
64 0 12 [1.060(56.94| 30 |7.8 8 0.3 0.1
65 50 12 | 4.450 | 3.55 | 30 [7.8 18 1.6 0.3
§5 (W) &l 2] 2R 3

BlERISHAT R Z ALY » WL EABTINE R Z 7550
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E£45C R55C ZIRE T #ETWER) B ZI R 3F 5 -

2215
xBesk | ZBetk | BONEEE | HABLS% | DGA | TMAH | BEE H,0, W (A/min)

R | (10%) | (10%) | $£(5.5%) | (10%) | (10%) | 25%) | (10%) | DIW | (30%) | pH 45°C
66 0 0 0 0 2645 | 0 000 |374] 60 | 7.9 173
67 | 146 0 0 0 1790 | 0 000 | 368 | 60 | 80 401
68 0 1.172 0 0 2.601 0 000 |362| 60 | 80 444
69 0 0 1.887 0 2502 | 0 000 |356]| 60 | 7.9 361
70 0 0 0 0 0.000 | 19.517 | 000 | 205 | 60 | 11.1 365
71 0 0 0 3 0.000 | 20272 | 000 | 167 | 60 | 11. 771
72 0 0 0 0 0.000 | 0© 042 | 400 | 60 | 3.9 751

(557C)

73 0 0 0 3 0.000 | 0 048 | 365| 60 | 3.9 1046

(55°C)

EREMHRPH T ZHEN T &% B E 2 Y BARKY66 - 70572
MHEER » FHEI4E B % E3EEUZ EERAENIZR SR 5 E
PRI pHAY #4 B Sz B8 R 28 35 33 IO WS B iR =R o
HYREM

WEFTH  BRERIEREE BEBEFEREZEB)E/HNB
% ZRRESHXE RS Z2EELEFERMBERSHERY -
NPHHAZMEE "1RE ) BEHEES Z 723 062 EEENB R
WEEZHER)VEMBERERE TELER ZEERWIW =+ = (22)/N 6%
EREZEVZFTHCS)/NFOFE)TEE FHFEE - WX FFRA
sk "EELEE AR RS0 E A T B 6 6 2 R A TS
BIEAETEERY 2 ERBEHBEN THRLEBIELS A/min - TR BT
MEERZ A BFHEABSBRENEZEAENEFNCEERRRL2-BCE S
B-NN N N-IUZEE(CDTA) : ZZBINZEE  §X=28 ZZ=F
BZ#E 1L,4710-UEBR+ Z1%-1,4,7,10- 028 ; 2 Z 00 Z %
(EGTA) 5 1,2-B(#-BHEXEE)ZHE-NNN,N'-UZ f 5 N-{2-[ (3%
HE)RE]Z £ }-N-2-B Z &) H B2 # (HEDTA) ; & Z — FE-N,N'-£ (2-
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FE I Z B%)(EDDHA) -

EREA—EERERYEFBEFMREMREAKEZNE
AEEWRENEZEINERZ - BERPRAEENBERE - ESR

RENSNEZER  RAWPZACER T KK TR R -

MTRRETERABFROCIEE P AFABRERY ZZIE
RGFESHEBREE): MUESOAREEERILRFESC - H
WANEL Y BEE BB H1S0A TR MIAESOC KFFERHE T AR TINK
Cuth ZI MR R pHII 3 - BREGRGBLERNE ZRIFRE -

MBFRARERIASHBSHUEBREKY >  HPEE0IEH
B%BENECRMEF TR ERARWIARTSH - BEL2-E
O Z B -N,N,N',N'-IU Z % (CDTAVE Bl BB ARBRESH - HHRHEK
MR BIBEAR - ZFHRYMBRRERIOT -

FO~2- 4 7T5R2VNEZERT - BEXEBREKXDMGE &Ko

BB TiNE Cubh %) 3 3 -

C176887PA.doc
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=16
iy atis s CDTA | TEAH | BTA H,0,
BER | (10%) | DR | (100%) | (20%) | (1.5%) | DIW | (30%) | pH
74 3 03 | 0200 | 3.122 | 12120 | 21.258 | 60 | 8.07
75 3 03 | 0.607 | 5.482 | 12.120 | 18491 | 60 | 8.05
76 3 0.3 | 0.000 | 2.220 | 12.120 | 2236 | 60 |8.15
=17
Cu(A/min)
ST s | 8% FS) (hr) | TiN (A/min) 50°C 50°C
74 168.1 0.12
75 0 157.0 0.03
76 219.0 -0.02
74 166.0 0.53
75 2 143.7 0.46
76 211.2 0.45
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74 163.7 1.42
75 4 155.5 0.90
76 203.6 0.62
74 159.4 0.77
75 7.5 157.4 1.11
76 166.6 -0.02
74 156.6 0.53
75 22 156.4 1.47
76 99.9 0.52

RITTEFWNEEBERYE  EEECDTANBKRERYT4R 15
TINRRZIBR R 22/ NP ERBEEIEE LEE) - HRERK
PISTE @ IR TINGEZIHFE K157 A/min > Fr HAE22/NBE Ay 0% L o
HeFF1E156 A/min - AW TATI = > W16 HI TINEE Z 38 % % 168
A/min > R HAF22/NEFAIEEEE P 4R £ 157 A/min o 17 & CDTARY 48 A%
P76 > TINBhZIRRAE22/N0E 2 % 1£219 A/minz WA H) 60 % R T
F% 2299 A/minfy &h %l 8 =R -

MBI ERZAZHAMSHUELRERY > LB EIIE
ENZRENBOMBEIELAMES - EREWTTRI8T » EFEL2-B
O B -NNN,N'-U Z B (COTAVME R e E R R ME ST - ZSEBRY
BRI RI8H -

FO~2 4 TR2UNIFZERT - ERBRERYESE SN
ETINKCugfZIEE - ERETHRIIFP -

=18
| EEEE CDTA | TEAH | BTA H,0,
AR | (10%) | B | (100%) | (20%) | (1.5%) | DIW | (30%) | pH
77 3 03 | 0.001 | 0404 | 12.12 | 74.18| 10 8
78 3 03 | 0005 | 0632 | 12.12 | 7394| 10 |8.13

C176887PA.doc -23.



201522574

19
Cu(A/min)
Ik | B%RS(hr) | TiN (A/min) 50°C 50°C
77 0 27.33 1.02
78 26.91 -0.425
77 4 27.56 0.55
78 26.23 -1.41
77 7 25.65 0.61
78 26.65 0.835
77 24 2441 1.06
78 26.24 1.56

=190 ZIEGIEIBEREE - ES FITEFE0.001% 5 0.005%K) CDTAHY
BERERYTTRT8H » TINGRZ HEEE 24/ NFHREPEFREBIE
BELHEE)  WRERWITH S > FEHTINEEZ]#E K %27.33 A/min -
R ELAE24/NBE AU B B P 4 REAE24.41 A/min - HINERYT8ME - W48
B TINGR Z 28R %26.91 A/min » K H 1 24/]N B B9 B B P 4 7 1£26.24
A/min -

FI R A pHZ DGAB R 20 PR Z SR ECY © EBTA(R A {F 5
EBERINGIR - Z-NZ B GARRBETINGZ R -

R LR AETEAHFR - £0- 24824 2835/
B RAfR T EEESUHETINECubhZ| SR K pH - SRETNR
21 o
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=20
Z_fEm
B DGA | ZBE# | BTA H,0,
HE | (10%) | EHE | (10%) | (10%) | (1.5%) | DIW | (30%) | pH
79 0 0.3 |1.400 8 12.12 | 18.18 | 60 |7.9
80 3 0.3 |3.330 0 12.12 [21.25| 60 |7.9

.24 -
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=21
Cu(A/min)

HIE | BF & (hr) | TiN (A/min) 50°C 50°C pH
79 0 208 1.9 7.45 (46.9°C)
80 209 1.0 7.56 (47.0C)
79 2 217 0.4 7.43 (46.2°C)
80 163 0.2 7.49 (46.3C)
79 4 205 1.0 7.34 (47.0C)
80 150 0.4 7.33 (46.4°C)
79 8 214 1.4 7.31 (47.4C)
80 143 0.4 6.99 (47.5C)
79 24 218 1.2 7.22 (46.6C)
80 106 0.3 6.61 (46.3C)
79 28 190 0.7 7.21 (46.0C)
80 N/A N/A N/A
79 35 194 1.0 7.20 (47.1°C)
80 N/A N/A N/A

RAFEANERERRAY EREZ BN IBEIBEE
BRAYITOF > TINERZE R =+ RGOS/ NSRS PSR EGENEE
LHEFFETE) - FIIERTINEZE K 208 A/min - R HAE=+F(35)/)
FFRBF B S AEFFE 194 A/min - E|Z ZIE N Z B 8 R 80t
TiNgh ZI5E RAE 24/ Z R 1209 A/minZ 44 HE T HEE106 A/min

K -
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F R AR pHZ DGAB R 22 TR ZFAECY) - BTAGRF ESA IR
BRHNEIE - TREAMEERZ _HRNIEKE - R2L2FAIRZERR

B EEAASBRBEHBHARYMEILE  BEZ KNI E
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81 | 03 | 1.740 6.0 12.12 | 19.84 | 60 233 1.97 7.9
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fF2ES ~ 11~ BEISK22FFAR » RERERAZHBREXY
hZ FEETEEMTINGEZER > MEFHIHEFETARELR
< B B (B 0 = 2 2 /D 35/NRp ) R 2 TINEH X 5E Ry G &
EfLABAMSNE TERE - A1 - —REWHFENER
BREARRFAMEME - TENMNBRFENEECEHREERA - |
BAFAM U F SR EE -
[FFiaRiA ]

C176887PA doc -26-



201522574

FH s B A E

I —EBREKY > HEFE2ZEUZCHEANpH HAREHE L
HATIN -~ TaN » TiNxOy * TiW » WHTIEAWZ &S %EE 2 1
BEKNEMB T EEREEMHEZ BN EM R RESER
R FEHTIN » TaN ~ TiNxOy ~ TiW » WETIiEWZ & &K 2 &
ZEE > HPEBRERYERE

(a) 0.1IEE%EIEE% L EH
(b) 0.000IEENESOEENI AR K

(c) HERINVEEWZBHRERYHF GRS  HEEE
B oK -
2. WEEKEIZBERERY  HE—-SOFETHE/KEBNE KIS
Bl -

3. WEFKBIKRFKRE2ZBRERY » b @ZEELBHRES X
gﬁﬂi@%fhﬁ(Hzoz) - EIE W & LY (NMMOE(NMO) - & &
CERE BERERKRNT# - - R&E - 848 - BEBE - 8
SHRE  BERE  BWERE - BE_RKE - BEZE -
@ 38 &t Bk - 18 B (HNOs) -~ 5 & BE 8% (NH,CI10,) - & B &%
(NH,CIO;) - Bt B2 8% (NH,10;) ~ & B B% $ (NH,BO;) ~ & & B &%
(NH4Cl1O4) ~ & Bt B 7 (NH,10;) ~ 3B 57 B 8% (NH,)2S,0s) ~ W E
52 @R #% ((N(CH3)4)Cl10,) ~ T B B & B8 8% (N(CH3)4)Cl10;) ~ Y
F LR 7 (N(CH3)4)10;) ~ I 5 5 36 T Bf $% (N(CH3),4)BO;) ~ P4 H
H 38 @ BR % (N(CHs)4)C10,) ~ I B £ 38 Bt B8 8% ((N(CH;)4)104) -
VY B A i i BR 8% ((N(CH3)4)S,205) ~ ((CO(NH,)2)H,0,) ~ 38 Z B
(CH;(CO)OOH) R HIE SN < B 1 K

OZARFREECLEERSE L HBE BOoRE  BEER

C176887PA doc -1-



201522574

S LB BMETESE Wk FRERE Z-KNUZ
Bk  Z_HENZBE iR - T ZBisk - BEeg - 1-H-IEME-3-
REBREREBESYM R -

4. WFFRBEBZBRERY  EFZEABERESAE -

5. WFFREBIZBRMERY  HE-FSEFEIEE%E20EEY
CHEER  EERARER AR RARKEERESY  HFREH
FEHRMOTHERZE  1,2-BC ZE-NNNN-UZ8E 22
NZB fE=ZZE —Z=KAZK 5 L4T10-NAMERTZ
f5e-1,4,7,10-0 Z B » Z BN ZEE(EGTA) 5 1,2-8 (8- IREEX S
HE)ZIE-N NN N'- ZEE ; N-{2-[#RFE)EE L E }-N-(2-
RZE)H B HEDTA) ; R Z ZFE-NN-#Q-BEXRE ZLR)
(EDDHA) -

6. WHKRKBIZBBRERY HE-FTEENVIEENEFESO
BEE%eBEehINGEIH -

7. WFEREBEIZBBRERY > HPFZpHREIZEVBZHEAHLZSE
LB BEMLAS

8. MFHKETZBIRMEKY  HPZpHRETENZZEEN -

9. —EAHE HAMNBHELEHFAEXEHTIN » TaN » TiNxOy -
TiW - WHTIRWZ &S E Rz ESENEEEM B FER
EMEHZERM A ZERZEBEREESBHTIN » TaN » TiNxOy »
TiW - WEHTIEWZ &€ HEREZEE HhZ T EEEER
BT RRERYHEZEMNEZRESEIOC CHENIIE
EREIEDBCHBENpH N #B — R

(a) O.IEENEIEEN L EL—EEME,
(b) 0.000IFEENESOEEN I AL 0 K
(c) HEEINEE%NCZBRERYBFERSN S > HEEE

C176887PA doc -2-



201522574

10.

11.

12.

BT K

H R B R BRAE B ) A B SRk R R R R BREZ TIN - TaN -
TiNxOy ~» TiW » WK TIE(WZ S & ZEE » BZERY <&

PR R ER R CFERTEE LEFEE -
EEKIEIZ Jitk » HA

() ZEMBREEFTEHBRATH0;) » n-FEIBEWME L
J(NMMOE(NMO) * B & N EFEE - BE BN T &
FGiE - BERYE - BEWRYE  BERE - ARME
BER_IMERE BRI - SBS kK - BEHNO,;) - & E
# (NH,C10,) ~ & & % (NH,C103) - B B 8% (NH,IO;) - 38 B B% &%
(NH4BO;) ~ 8 & B 8 (NH,C10,) ~ & T B2 $& (NH,105) - 8 7 Bk %
((NH4)2S,05) ~ I £ 55 & B % ((N(CH3),)C10,) ~ T8 FE B & B 8%
((N(CH;)4)C103) ~ ¥ BF Z H BR §% ((N(CHs)4)103) ~ Y 59 5 38 B B
# ((N(CH3)4)BO3) ~ I B £ 3@ & BL # ((N(CH3)4)C10,) ~ H B E i
B B2 $% (N(CH3),)I0,) ~ MU B £ 5@ R B2 #% ((N(CH;)4)S20s) -
((CO(NH;),)H,0,) * 18 £ B& (CH3(CO)OOH) k R S WM i &

(b) ZARZFREEUEERYE LB - EOBksE  EER

=% LBig METERE  WRE > XREKE - Z2°KIEZ
R BEEE - T ZERSE - WERSE - 1-H-MhmMe-3-

RREREBEESYCE -
MEERBIOZHFE > ERZBREXYE T LFE0.0001EEY%
EFHZEEE % HFRERINHIR -
MEERIEIOZHE > EFZBREKYE - S EEIIEEY
EEENIIEER  BRERAR AR RARIHESY
HEREZEEXTEBRWOFEMRCE @ 1L,2-2 ZE-NNNN-HZ

C176887PA doc -3.



201522574

13.

C176887PA doc

B ZNZE fE=Z2E ZZ=KA 2% 1,4,7,10-M
BT "H-1,4,7,10-NZE » Z_EENZE (EGTA): 1,2-%
(R -IEEEEE)ZHE-NNN,N-UZF  N-{2-[EFHZFE)ZE]
Z H}-N-(2-8 8 Z H)H 2B (HEDTA) ¢ & Z 2% -N,N'- 8 (2- 8 &
KEZ ) (EDDHA) - it > HEXEZE A 2B BRERE
REZEVIS/IBZEECKRETEE LERFEE
—EHE HARBHELEAFEFEHTIN - TaN » TiNxOy -
TiW ~ WERTIE W2 & & 8 5 2 8h %8 B 1 B iRk By 858
HEA Y SR EHEEERBR EEHRTIN » TaN » TiNxOy -
TiW - WRTIRWZ S ERWEIXES B2 T REREER
FEUN T EREXMEZEMEZRESTESOC CHE NG
EREIRIBZEH BN pH T HME —ERRKFHE
(a) 0IEE%EIVEENZBEMAE

(b) 0.000IEENESCEEB%  ABKE  HREBEHEER
- LB  BEOHME  EER=% JK#% - KERRKE-
EsSk KPR Z_ENZEBYE - C_BRUEUZER_IRE -
TR - T - 1-H-HW3-RBERLESY IR

(c) 0.00IEE%E20EE%N L IEER - BHERAR - R - K
HBMREERESY  HEAZEFIEHUTHEKLE @ 1L,2-BBC K-
NNNN-NZ B ZZENZE fE=2C8 ' —Z2=Khl
BE 5 1,4,7,10-T0 S B+ " k-1,4,7,10-N 2B - £ VU LB
(EGTA) ;s K 12-E(-MEFEHE)IHK-NNN N-WZLE ; Kk

d) HEEINEERIZBREXYOIFERT S  HEEE
Bt K o

H AR B R Y SR R BB R TIN ~ TaN
TiNxOy * TiW » WHTIiH W2 & S EhZEE » 75 I eh X £ 42

-4-



201522574

BEERR AN SMAER Y TEH L BREREILR
EE R -

C176887PA.doc



201522574

JE
H

TiN SRV

SR

C176887DA.doc -1-



201522574

C176887DA doc -2-



201522574

C176887DA. doc -3-



201522574

C176887DA doc -4 -



