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[0063] 75 Ll J7idiH , 78 20 kB 21 AR A 1 I v (1) 2% /N RS S 55 R DASR A Jg i pH R 25
TR LS o AE AP R 2 AL s B B 4L rR , s AR A R A o T 9 2R (B
I3 F) BREF B I 1 JR S pH AN / B8RS IR FE R B ) A8 Ak, A A5 mT LAY CE 9y 1) BREH 5K B
A )R S T REAS U 20 BT P TR 45 5 80RO T 2 5 CEW oy 1) IREF S5 A
B8 Ji5 T DA RS I 70 anAm a6 e AT AT I, 27 s R B 2H A 45 G AR I TR R A T —
Tl A i 523X B S B IR 3 ST P TR T 4

[0064] A=A R BSA G AL WIAEUS 2011/0091870H 3 (R A6 WAL 55 1) 22 67 15 P 471 0 X
Tt 22 457, 15 B2 000 3 0 B AR WU ASE. 1t (1) VF 22 AN R () B 1 / T 28 & B A A AT i o xR AR
VIR I CEV 1) S e i AT 3 i i — AN s, @ i A ) (AR 20 ) SRR Wl pfr it
(W5 F) 43 Wi 34T o 4 AN MU R 51 / S0 41 4 AE AN G AT 1 mP 76 0 BT 25 A R DA AR AL DA 3R
BAFESHES  XFERE 2 AT Z SR AT (unknowns) , A BT DL € BTk (424
93 F) AT B CASRAS BTk (R 20 ) 43 B ks o il ==

[0065]  FEFTSRARIMARLE T Z AR AT A (term) , H 5455 3K Fai; L AE
AL AS7 A8 0 ) A A R o A O T A IR B R L 91 o B 2 AR I 2 A 7 FE AT BA
W R PR

¢ S1= 011Can — 012G + a13C) + 0414Cj3

Sy = 021Can — 022Cj1 + 023Cp + 024C3

[0066] % [:> Can

Sz = 031Can — 032Cj1 + a33C) + 034C3

\ -
54 = 0y Cop — 0~42le o3 (143Cj2 * (144Cj3

(00671 e Can MR T HE A I AL 0 T 0 VDI IE L Cit Ciz Cin M. T R ELH R A5 T H A
[A] 2530 (terms) (RIARLE 7y T 1) BRI, IR 2 AN T5 REMI SR G » T LA SE $E 1R A0 00 100 i
ORI o

[0068] V51| /2 ) K H LA B BEANERE 51 /S A 9 AS 7 1) 280 H mT RLAR AL, AR e s 22
BRAT XA 70 A 40 (00 A B 00 B o — SR IXRE IR 20 M 2% R B4 i B2 B 90 0 A 055 2 50
an, £ A AW o T S R AR R SO TR ) 0 A AR ELATE FH ) 2K R P AT A
A5 AL AGE TN 5 F) PRI T 5038 o P SR A0 5 T4 5 T B (1 73 A 0 2 TR AR EL A FH
F AR pHEES TR L AR W IR T VAR AR 0 1 IR R R B A B R X A
pHER B TR , AR ZE W00 1 IR I I 25 5 R0

[0069] 22 A7 i ¥ A7) (4 3K A7) / S 20 o B AR A ) s B2 SO, B BTE T — s A
HLR B A [ AR 2T B e sl 5 1A > T IRE (W3 ANARR) o AW T IR EE S 1 1R
R B FF VIR E A B TR AR BT IR 0 A A =7 ER R ECRE , IF HARRAE 1 R X 4k
r B ABEAT AR A U & o A2 00 1 R DR O PR 25 SR AT/ e AR 1 [ A T A IR AR
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P B B LA A AR AR (ln Bl 4FR) -

[0070] 3 A= WpAR %I A T Bl ] e AL AE AR 53 1 S0 2 N B SCREP R/ B A E (a4
Fios) o iR AW 53 ¥ IR A3 — 2 e R -G, Il b 8 10 28 & — % (PEG) - R 1 [l
(1) 58 & % (PEG) v] FHT-I7 1k A4 55 23 A W 5 3R 100 00 AR e MR B o 28 /b — 350 4 3 T [
SE FIPEG ] 65 AR it B BE 1 AN RE 4 A AN F2 L 35 FHME W e (NHS) B8 25 R BE 0 Az B L B
ey PoAE S B R R BE Y R AR oy R AT DL S R 1 A 2 I PEGER A if [ a2 . E
B & T 2 pHIE) BT IR 77 5 AN Bl 55 491 40 [ 4 S e 3R 1 EPEGE S M AE M) 7 R4t 5
PEGZE A WSk M L &5 & (N5 7R) o AnA ST i 717 pHER B 13 FE 1 J7 V56 PR 91X
SO R T A0 A Y (RIS SEIR A W) 1 PR B PR Hh pH/ B8 1 B e A

(00711 Gi& M AEY) 70+ HRET 1T DL BRI 70 AT W0 B R e At S A oK AL &40 2R
R BEZR AW AR A0 A B BC AR o X FP PR AT 1 an & Bk s Bk B B BK B T
P& DNATEAZ H IR JRNASERX H IR MG 1 Bt S 2=, FL S 40 B LIl R sl Him) 2R i B ) b 2
I FIUHE A &5 G o TR 28 1 ST H L AR o T ERE R B B PR, H 5 B WA T AE W) 2
i PR AR AR F Brid Bt i 2 BB A 5 1 o3 i) o

[0072]  FEARSCHREIR B 73 A J7 ik, AR R i v R RO IR 40 BT ) m] i 2 E 5,
PR Bt A e A 200 P 4 A% R SDNABRNA , B 3% DNASE A% HF IR » B RNAZE A T
R o

[0073] WAL AT DA A2id A T AE W) A% B A% AR ART AN, 91 G 8 AL R 8 (TT0) B FEL Bl
TEDCIE IR St 77 e, AR SCRT IR 7 0 AR A% I 2 v 1 W AR R SR AL AR (1T0) Ha AR

[0074]  HR¥E A B — ALt 77 8 00 A58 FH AR ) A% R As AL I AR ) 7 5 R AR 0 3 1 o e D
()53 i 7 R ARG I R A IR 7

[0075] &) $RALAL A WAL s 22 A7 s B B ) AE WA Sk, R AT mip S A5 150 A
FHELAE FH IR 26 A T S A8 A8, BN AGE ST A 0 5 PE /K MR R 1 SR BT IR SCHF ) B
T AR ECE A AR L BB B AN E AR R A o S )
[0076]  b) 7E T IR K P V5 0 R B B AR DUASE A N — el A 2238 VR 7R T TS A0 2% 1 410
il e H A A

[0077] ) S o 3k P A 23 P ) I il R ) B L 2 6 8 ik K MR S B, DA77 AR TS
TEROH B 1, B T G ph 4 ol 70 38 DH 88 1 5O B8 1 9 85, B 158 F 42 i 4100 i 751 400 o
H" &7 BR0H B 1522 b #h 2 18] () AH BLAE H 5

[0078]  d) FEREAMKC AL s W22 i s Je

[0079] ) R BN AT A5 A BTl 2B W93 7 50 BT 0 »

[0080]  FLHH7E D IRD) W & R AE A TR e) HR IR RO A A WIS £ 1D ST 2 B 471 R e s
AL s VA2 AR 5 DASRAT A LA A7 s m B A0 2 1 PR 30 (4] pH Bl 5 94 BE 72 AR AL A U
AL R S T 7K PRV VA B 7K AT VRV R A AL R, 91 an 4 0 - — H SR (DMSO)  — B H
Pt i (DMF) JeN, N-—HH 3k 2, B fie (DMAc) , DA 33 R A4 2523 14 71 R 5 A o 7K P VRV 10 A LIS 57
) B AT DL AR T K PRV K 90 . 1-80 % v /v, ARiE0 . 1-10% v /v, B AR 3E 1. 0-5.0% v/ v
DAL I A R BH 1R 23 B 7 9 AR R AN AR AT i ST 2 A SR A8 AR ) 1 R A B ST 2 v A A6
(1) pHE B U BE A B o BT AR W05 it v 0 B P AT 3 B 93 O 45 03 DR R AE A IR
A AN R IAST A 2 A 52 B[R RS
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[0081] A=W 45 T o AT LA FATA] 65 3@ 10 77 AR W o 6 260 40 3K i AT 420 D A I 7
FERFEIE R FEIE B 7V A O BH BN R B PR 5 T U o R S R R U
H, AT G R [ 8 B AR Ay TARET BB RS G o BT R I 7R b e ) PR A
g6 ] 8 A RET 3N XX IR I 77 B b 1 PR AR TR G 5 A O B O (U
KI5 FI6HT ) -

[0082]  FEIXFh 4 #r F i, R[] i I A= ) 23 1R % F BBl PR o A pH AR DR 5 b 52
REF 5 ot (R 256 /& Ve o JE R B 1 o FL " 8 - ) A Rt B S s e T iR 45 5/ v
A A AL T R Y LR 2 T B U [ S Ak 1 2E W) o TR ET B I B pH AT/ B TR B i X
S ] 47 2 TH PRSI0 pHIS YR 55 52 e S0 BT 0 S B 1 AR A FARE 2 AN HE A T AR SRR R
GEE IR IR F e T S AR Ay IR B A 0 R B AR o R T pHEK B ik
JEE ) YR 15 LA ) 555 AT A 2R THT A 22 R FH A0 78 AR A% I3 25 Hh 78 22 67 it B 21 B R DUASE i P AR )
I3 FRET ] 8 AT L AR SCREY) b o Gn AR ST 1 15 pHER 25 -3 B 1) 7 325 AT ORI e 3R T
T2EE S R SEAE P53 T BRI pH/ B8 TR FE I U

[0083] St AN ST AT IR 1 7 R, FTHI AV 22 A P AR 25 P 2 I 3 7= 1) B B 1) 2% FE S I, pH
AR AY R 8 I A T B SRR B A B ) S T S U - an B S P, TR AR VAR L R AR RS
B 7] A2 BRI 1 Joit R A 1 ol 1 O T A A T A A R A BT D RS [ A 2 T
I R AR pHAS AL B 5A L B 5 3R R A BEL RS - L v 7 Bt A DA 8 7 i i R e B S AE A=
YT B RN 20 i 40 JEL L ¥ pHAR A o S SC BT 1A 1 15 pHER 25 3% B 1Y) 3% 8 7 V2 B T 15
AT B ER B U 1 oA B KAk, DU L ] LA S AR R SR T2 A B s SR AT A 7k
S

[0084] 5 — HE 5 TH A2 VA IR -5 [l A S THI B A R 2% R E AT o BT iR R A E R AT DL R B K, 78
i THI (1) pHAR A AR IA 38078 125 3] 5 ) AR ) 93 7 4R ET o BT i 28 491 m) DA T 76 [l 44 S b5
FREVEEW 5y 7 T Z AR A X AP AE W) 73 1 5 1 )= AT A 300nmal 5 /N )RR, ALk 7E 1 -
150nm2 [8] , £ 58 S AR 36 75 5-100nm 8] o 4 e F B 44 5 T 5 AE 204 7 S 2 NI A o 1
TR 2 18] R B AT LAEO . 1-300nm3 [l o 76 B i v i b 53038 76 BT IR R 1 _F A5 FH 2 i 477 ) 55
PR AR ST b pHAR Ak LLIA B Sk (1 48 EAE - R EE -0 4, vT A Bh TR 2 AP 7 1
PRET B 3T ) pHER B TR P

[0085] "I~ 3L A2 U 15 7E [l 47— VA S THI ¥ pH/ 85 734 5 1) 77 VIR S it ) o aX e LG < 1) i
TE T IR AR I B AL 5 V) e s AR R T A R A 22 7= AR B T, 2 T R A b /I R
FEAR RO B T (B anH+ Mg+ OH-) 5 2) {0 I BRI A7 £, M-S 1Y) g JEC 4
FE TR Tl BGRB8 7 5 3) NG Pl 771 , 49 durnidd 3o Ve A5 3o 3 M AR T (B G ol R 2 v
W) S A BRI S . £ L FINe LT, 948, 015 AR 13 Rl s 75 1 N R 5 G e kY
P 2 W 2 /NP JR) S pHAR A (191 St ZEDNAJ 57 ) o SR, 76 J3 308 3 15 pH ) 77 v, mp BAAgE A
FEARA g At 1) A G DR gk — 210 370 5 o B~ S THI 1 R pHAR A s 4) F T He 77, B A2 T i
W HTAFE R B T R AT

[0086] 7 U AS ST FITA 1A A= 40 A 1B 3% v pHER B 19K 55 ) 5 VR i) — AN S it 6 7R, K — b
HEL A 23 P SR TN KA Y R 22 A7 st B 1 Hp s IS A, L BT A AT i B B & AR
I3 T BRI 7 B A F A 2 3 PR 7 B AL BOE SR AE 40 1 ST Z - i DU R ik s Ak
S PR TR B R FE 2R InM=100mM , A8 36 & 2 2 10nM—10mM , 58 fILae i & 24 100nM—5mM . ik F 4L,
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P P AT DA L AR B A L, FELB R R -2V AR 42V (vs . Ag/AgCl1 S LE HL ) AR iEHE
M HL R N-1VE+1V, BEALIEF B L R 0.5V 5 +0. 5V,

[0087] 1 I HE Ak A PR SR HE SR R 22 B2 B DU A I BR 2R W B A7 AR 0 B S AT AE )
N2, 5- 2 3-1,4-7%088 ,2,3,5,6-PUE -1, 4-FKBEF12, 6- - SFR-4- S WL ; 250 S AT
W), BN FE-1, 42508, 5, 8- ¥R -1, 42508 01, A-ZE R 2R mR A &9, 10-BER JL AT
AW, BN B R -2 FR R AN, 9, 10~ BlE -2, 6- PR

[0088]  7EA: WAk S 2% H U 15 pHER T IR FE M 7 VAR 53— AN St 7 b, K B [ e A A2 38
HA— s AN E A FIRE A 1 5 Z SR 5 K B A I N K P i i 22
A7 SRR A A AL R, Fe A A m B A 50 SR R A A AT IR B )

[0089]  7E 115 pHE B TR FE I 7 V5 S — AN st 77 27, Bl 77 1 B4 «

[0090] &) H (it A0, 25 FE 7K PR VA VR %) PR R Ak S B A — B 22 A L A A 5 B AR ) - 5
[ 2 1 A AR IR 2%

[0091]  b) 7E BTl K PV AR 0N [ 7 AP P ORE B R K 7 1 — B 22 i

[0092]  c) 7EFTId /K PRV TR R DN B s K%

[0093]  d) fig{ie A AL T IR B SR o

[0094]  [& & A AEAE A 3 - 5 1 J2 v B ] 5 A AE R 1 TORE B G KORE 1 b 1) B 1) Bl
451 Gn 8 A PR 2R T A ot S o X P ] A S A Il A 15 2 B SR A B A R
B o (3] 22 A4 Bl AN () B JEC A0 1) B AE B AN 226 s B 51 (1) P A HR ) AS TR I 57 55 ] BAAN ]
PLAE IR Foh 2257 55 % 271 PR ST 2, PP 2 f pHER 25 1R FE A6 FEE

[0095]  mk 3%, FTid B AN ] 5 A AE [l R R i b (e B3R v 2 [ e AL e A= 4y 7 ST
JE B B B A AR RORL B KRE T- 1) 5 T A DN K P 8 22 A7 B 1) %) S 21 RO A IS 1
B A BT IR i 22 7 1 A R T P AR A 5RO T SR S pH

[0096]  FFAFANIXLL STl 77 2 , pHER B - B AT DL I 78 7K M I B I N G2 b il 770 1
BT X RPN N A BT AR R B G B T ECE AR o) TR R
FU AL B B J 13X b = AR ) 5 1 S5 2% b R A LA o B, 75 QAR ST IR 1 AR A Ik
v HH pHER B8 IR BE R 7V G2 M i 7R 7E AN A7 18 F Ak 230 14 77 B ] 5 A ) 2524 T NN
22 A7 p W A0 1 ST 2L PR ARG A7, i 4T 7K P R P o 7 P S it g R A 5 % R 1R N K P
Wb, (R ELEAS AT 55 A E AR AR O HT B - BOH 3 H 9k, Bl PN FakoH & 1 5
Grphih 2 e A AR o

[0097]  Gi& MG rh I AFE T IE R R G, H 5 GhRIEN L) IR (TR
FME) R (LR belm) R (CIE TR IR (Gl IR (- I@mng) = - R4 HE)
T R IR 5 o NN T 22 b 1) R0 1 5 AE 22 60 s B 1) 1R A A I 2L 79 AN TR A Sz 5 e DA AN [
(1), AFRAILAE X P 22 57 5 B 1) %) AV 2H A pHER B8 - I BE A B

[0098] T SCAE IE AR T v 1 St A5, AN DAATAR] 7 PR i A< i B o Pfr it S5 it 451 ] DA A
FEASCHEIA G Bl N AR A En B B

SE e {51
(00991 7 Hi #l K i H" BROH & (1L AL 22 A2
[0100] A5 HIFTHE AR AA ) AR A bR S AL A 5 o X — Ff AR I, AR KR B
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MR AL -

[0101] Wit s - L BA = AEH B 1

[0102]  7EFE A3 U MR 1 S8 Ak 7 AR H R 1, e e A i A 3 T pH 22 B PR 1A R

[0103]  AH,—A+2H'+2e ,

[0104]  FHHAH2 2 PUIR IMER (CeHe06) (UTEISHT7N) o H AR A 1) HE AR HL AL T S8 AL 0 5 1
LjAg/AgC1 S L I ARAH LU AR T-0. 5V (NI T 7)o IX T A7 0 - 78 7K PR VA 0 Hh i 280 s B Pl 7
1) PR AT o 50 vy A F AR FE S (47 a0 SO IR 26 5% P H o T TTOR AR > 1V) RTAAPEGZ (n &
SHTI/RN) « PLIN MR tBAE N 5 (sacrificial species) LA 132 T AL 24 AF F ) HL AL 2
56 i o

[0105] )5 1) o — 3 J /R FH DA F= 2B OH 151

[0106] 2K (CeHaO2) 7E-0. 1VIL i A ER (CeHe02) 7] F=A0H B+

[0107]  BQ+2e +2H20—HQ+20H

[0108] X Fhidt Jif s J37 12 v FL A A THI 1) pHL o

[0109]  #F baSEifgrh, 7= A= U H BOH B8 1 2 MO T3 W A7 AE I 4 B 1) 3 B2 (nM—mM
YD SR AL (F2VE+2V) BRI (ki E E VB IA L IE5X FEAN [ AR R (1) J7 T 0% 2
TAEJE (duty cycles)) RWBHIAHL (AT BAEH T30 B9 DI A2 4k) o 1% 26 2 400] A
MEACCAAE 2 A0 i A= W A B8 i A7 AE B B A F AR e A 348 AN [R] pH

[0110] gt FHIhk S W 2 3% pH

(01111 EE NS A IE bR 2 ol Mo S O S BT Jse o 39 1 Y RE Bl 35 7= AR A il -
[0112]  B—d—74 & #-+0o— d— 8] 2 A —6— P4 iE+1202

[0113]  d—7ij %) B —O— A BR+H20—d— il Bl R Eh+H°

[O114] 7 2 M 7E A7 (£ ] 2 B I g 1) 2% AF T S8 A mT DA AR B 1, AT el A RO R (1)
& P A pHe

(01151 fEAW 5 ¥ 5 E8E S5 A o TR e — R gy L[ e 1k

[0116]  Jir ikl 4 723K 1 b5 8 B o (] 5 A 4 S5 B At P O 36 ek g s 7 7 AR (R T
FEOTRWE A RS BndtE-PuR S G LAERE RS 1R EpHAE L o

(01171 KRR & T W kL / 9Kk 1

[0118] 25 3 Joa P o5 T LG % b ] 4 2 T R AWiORE / G0 KORE 1 8 o 45 T 3R Bl B B 2 TV
TR R PR BIORE/ oK R o $5 I FC / BT T 7 R R 2k mT DA A i) J= 3 pHAEL < 98 5 B ik il
S8 38 I T N A B B EC AT i A (B 6 BT 7)o B, A FH PR A 2 v VR o B pHAR A AL T
Jis N, B BORE LA A AT
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i “2scj2 “24Cj3

K3
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AH
AH
A M
A AH AH
H+ Ht
H+
AH EBHR?2
Ht i :
Ht
ES=1 Ht
AH Aet g AH AetHt
200 PEG 7
K5
AEESLE
e A B e TR ”
/RKRLTF /
AR
FEEG (R 2 53 32 A pHPEAR

BAE MR/ HARATRE
B R B X

K6
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2.00E-05 A

sy JGE~DG
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-3.00E-05

-
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e e
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______ cv ITO F pbs 100mV/s
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IVEYE L
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