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AR, T AL RO R N B S 1 AT TR
HLAL 2 R 6 2 BT (B AL 22 RO ). Sk ROt
ARG, ECLZE AT %6 A7 5 B R B, A
WA G Sk 2 ROt N, 55 e A L,
ECLVEA TR Z6IE; HR2EME, ECLEXZ mi g
TR AR R TR S IR Eb . 5oyl s ik
EAA L, ECLIERIK PR BAR /8 2. BCLIESS & 171K
22 ¥ HL AN A P B R AN 2 R vk v R R R 7 T AR

T LIl AR BB I A DL SRR L B T
PN FI 5 R 61k 5 B AR ANA W0 A &
P, T BCL Y [F] I 75 2 AR A R R R ) 5 F 1
FEHIE.

UTAESK, S5 TECLR BN ECLGIK M
R BCLA: ML e T T RIBCLAE M I b
EFRITRIE R R 2 R B B g, AR
0L DA 6] 4 7 B A AR A S I = E L 22 RO 5
A WAL BTV T TR 7 TAE, M E A HECLAL 22 4%
TR BESHE . R HEIEE S L X NE)
FECLAEMME K ITE UM % . DNAZRAS ., &R
. BEEEZR . DNARE. SERRSE) e A= Wbs £
AR (BFEECLAE S EREF & T AL S
FRUE 5O RIESE), FHERITECLAL S 5 A WL Oy
ERINE Tty odili 0

2 HEAREELSE S

FLEUIb S RO 0 Wik A 2 T I ot L3 B ) 45
LS RO RN T ST IR e A 7 ik, AR SRATT S
Fo, MIEMTIT 72T B2 S RO RNAR A (1
R RO TR, EEOIERAES . REEHE
AN A5 SN B 22 ROt Wik

2.1 DTS HBAL A R Tk
BORWE(S-HH-2,3- 4 -1,4-FRWE R,
MW=177.16) & — M & 42 KOG, EEF
H,O,FIEALF] (Co™ . 'y Fe™'\ L4125 1t
PRI, BRI AT AR S 3- 2 40 K
TR, WOR AR IR A K425 nmiE R
SF. 1E20MH 20904 AR, FRATTHE K Hfb 2 & AR L 5
BNVER ARG AR T AL B ROk

WP AR A R G B R Cu AL 2
JE A PTARTE & AR b S B KCONFIE K R
ik RS, it I R A ORI 4 LA B T R AR
A Cu™, Cu’ 5CNTTRREL &Y, %A WA
KPR R, BT T ISE VS K Th Cu VA
WAL R T, AN HR(LOD) N
0.02 ng/mL (FEUTFARFIA]120 s). izt T o E %5
K HBRAR 7 I vE R PR, 38 7 Ok
‘@[23].

BATRH T A AR A sl S ROk
% BN, alES A REBRRI RO M
K CUB 1 ¥ O o g0 BBl v, C1 i & 8 Clo ™,
ClIO™ Re b B oKl = A 2 k. FE T 250 CIO™ &
K77 A A2 R R R K B 5 S 245 ) ) L2 Ty
(B B RIRE . RS EREDY. B
P SRR -2 PRI . BT ST VA
Kt BRE~ng/mLACR S, K& 17720 F T 25
o ER 2 e

BAVIEHE T FL BT H B A AT 2 Mo (1D * 46 %
RNTE. 248 MnSO, SRR VE ORI 41 B, Mn™
A AMN(IID), Mn(I11) 538 51 259 ) B #77 4E
Ry, BTk, @#ar 7IE ZHE s E R
R R S KA B VR, R T B R
FEIRF, Mn(1IT) 2 S AT 2 B G AT .

IR R AE AR R SR S 2 RO, BEA
7] T HL B 5 RV (I R B AE AR T, AN
TH R R (e R MR A 5 R). 1%

S v, BRI 58 R B s (2) FEZR ™ AR IR
LA, TR TAE RO B 8L R AR E 1)L,
UWIH,0,. Br, CIO™. O, %; (3) WANKREE /Nl HH
ff PRI /N ), A e AR I R () BT ok K KR
(4) FIESL S R R, PR TR
VRGBSR, X T S N8 R B T A AL
RJF L. R, BT ST VR e R LA 2. sy bt
FLEA 5 R 6 A BTk AL AU TSI A Zh ik . (H
&, WA RO EURE & LUK,

22 RERAEEEAUR AL R BB K Y60 ik

R 5 AR AR TR SR S W) I A A R S I i 7 A 5
ROk, THZIG R ICRERE— L9 B 2 BOL W) i
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Bl A RO S AR T

TR RS EBR G N T 5E, Tk T —
ROV R I HTRITE. BATRE T REE
ML 2 R iTiE. BRIV, BIG R AE A
W EEAAFEAESSECLAE S, A PHEBAIFH & 1%
S 7S kit = H %, BCL{E 5 5mEIygss, R~
ARE R AL RO, BT T E R R
BRI R, AR PR AT IAS ng/
mLE,

R K R H R U B AL R R 26 7 AR SHECL
5%, UPHHBIEARERZ RTINS T 55, R
M PEFE R (Tween) 80— B 145 1 iZf5 5. & T
I, @S T I AR R AR R e S RS B R T
V£ ETERR IR AT A 250 ng/mL, SN H T A
S 7R P R i o T R AR A s .

FE B S| SRR, AR B EERS (luci-
genin)fE—0.65V (vs. Ag/AgCl A 55ECLIES. 4Ek
EB2fE B LIRS IMECLIE 5, B T, 857 7
JEAEAE RB2I UL 2 RO Bk, A R AT IA 2
8.2 ng/mL. ZJ5 AN T 2505 A v A 4E A 3R
B2, [, 2,3-9| e Rt 6 65 BRI A A
—0.65 VI HLAL 2 R 615015, FTF b, & 7 I5E
2,315 Wi i (1) 48 B A 25 IOBE (1) B BSUAR 2 R e e il T
2, K R 433 ng/mLP. 44 B2, 3-15] Wk — il £
MR BB IR, G SR A5 AR B AR R AR R,
PR E R SR R AR R AN N, T
AEBORASIN-FR LN WE R, R 7S TRN-FR LY g i [
B IE F= AR S

2 SR AN AR S A BT PR A I A Ok R I L Bk
FROLIEHE, IR BT R R R T R R S
HICA RN, BT REE ARG N
ML S RO BT 7%, SRR 7 b iR R 9
ST TR, HAR SRR BRI, $7 K TECL
EVVRIEE; AX T NN AR B RO A
FEIRETTE, WGRBRYT, At AR, B2, XK
TR VO B LU IR AR . 540, BT 32 B OBLIE %
PERIRR S, IR BB S B S RO i T
VAR T RE E RS AR A 10 5 OB FEL B 22 R oy
PrOERIE M LR ZE, 2 R T 29155 R e
FREIIE. T R RERE R TG RAE b i A A2 )
brEVI R BE R IR B EMECLT T, JBeRRATE
B T AL 2 RO AR AR IR IR E T V.
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3 ALK AR Rk

HLA S R WA B R B 2 R e T iR S AR
W5y TR IR RO IR M 4 & 1 — 2K 5%, ECLAEWIfE
BAERER, WRANKBER: FUIR. E55Y
B TR AR A st A R A 5
FEREMbREDY), WFFEDNA. miRNA. . HEH
JRUABPUR) EVND . Wi EA. 4
K2R, A5 SIS R~ AECLE 5 MY, HEr
CRIE R B RE SR B R 2 EG Ny T
WA Y& KT R AT AE S SR & s Bt
L B T 5 0 [Ru(bpy )s ] e HLAT A 40 S A0 g K A el
CdSe T 520 A Bk 2 R OGBS SR it
E R AR ITEITIR T — R T
ECLAE 505 135 [ AR 5 DA S #5-4k 2 FIECL AR G HL
Hil, FEFRA TR — s g DO Pleh B P A 44,
EWA TR, IR0 £ 2 A4HEDNA. DNA
B, ERCHAR. BEER. B, iR @R ESY
Jabric(labeling) 78 731 IR P g an$ifa b Bihs %5 (tag-
ging) E| 7 T IR0 7 W FREE DN A B SE K b B i) i 1)
B AP NECLIRET.

AN A2 R AR AR B A3 W 5 1 2 0 e
MR, H—, A RO EYIL 45 (ECL biosensor)iZ,
FEECLIRET [ 5 21 s AR 2 1 M | BRECLAR s, %A%
JRES REAE L R BRI AE N B R A = AEECLAE
e L. B4, KT R AEENE BC S AT AR AR 1 R R 5K
FLEEDN AL 5E 21 B R 1 1) £ BRCFELAL 2 R EDNAFE
TR, 12 A% R BE B I 1 FLAM R FEDNA R AL
N B A S AR, A BN REEDN AR T € &
o, K, B ROCAEY R IR (ECL biosensing)iX,
FMpE SR, 1R — R R I A AR EC L
REfR—07v%. filhn, 78 Bk b1 e sk et, 73R
REF S BRI AE SIREDE IO B &Y, EE
YIREAE L S BOARFIAELE T 7= AR ECLAS 5 M I W T % A6
WREAT 7€ B A, FEVE 2 SCHR D, A7 SRR 8 22 7
R b R ) BB PR A FEAL 2 RO AR AR T . AR,
LA ROV IREAR L, AL RO A Y R K
RN E R FFAE, FERb, HEE R E R
PRI IR 2 2 B, DRk, AV SCHE R H AITAR T A5
R T A RO AR R .

A 3 B GFRTR 6 # R SR A A IRATTAE
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ECLAEW & B 7 v J7 T IR 78 T4, ME AN E R
I 72 78 A kR B O ECLAE W A% 7 vk i i B 1)
ECL{E SHREFBEIT AL S T A SRS 5 OR
WS (B D).

3.0 M HAL SR B S T

HAY 5 R G S A i B T PR - P SR S
FR R B 5 R A AR Ay s, AR 2 15 7 22
I, RIS HTIE S A TE TR 4 B A S A BTk A
By B AR A S o bri. AT R BATE S A Bl
2RI 3% (homogeneous ECL immunoassay)
IR T — RIIE.

Eok iR — P ECLIR 7). 19294F, Harvey™”
HIRIRIE T KEMECLIL R, R A AR 15 150
N, EEHHO0, M K R B SS B IS T, oK
WREFAE AL RO, BOKTE-HLOL 7 RIFECLALE A
BRI A A AR B KT B S HO, A
AP AEHO, B AL, £ A RO, B AL Bk
i H 2 5 HO, RO, S B AR R A5 2 HE AT —
R, Bl BFEAS IS K H I (Ame=425 nm). TEECLAY)
Rk, A &K AECLA A — M7 AP FlE
B — PR EKE B ICEAYR R b,
T SR R BT AE AR R ) BT b T B K T AR T
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Figure 1 (Color online) Scheme of the main scopes of ECL
biosensing.

W, 19994F, FRATHEH T S50 M Ak 2 R e g2 bt
2, WEETRANPUAR (T E~50 kD)5 /N T &K
Fric b & = (digoxin) 9T S5 (ECLAS 5 3R EH) T B 4
BEEEY. WE A SECLE SR EE BT T B
R HAR AR AR AN F (9 FEA R 2 AL
AN, BUF=AE R B A 2 RO GER EEAN ], R SEEL AR
WE RGP, B G B I B Ak 5 R G s i
BT b AR, A TR/ T E KR AR I AE Hh R S
CEPUR) LA RECLE 54, 10 mM  H,0,/170.10
MR £ 22 7 (PBS, pH=7.40), & HIWECLAS 545
EFEB R AR (GCE)_ L= EECLIE 5 (E = 0.70V vs.
Ag/AgCl), Il Hh &SPk n] {5 B ECLAE 54K
EFBIECL R B BRAR, 7 7 W5 M v 2 Bk 1 2 41
ECLAJE T i 25 T Hum F S ECLAS 5 R4 %t
IF] 7 L i S PR SE G 5, R SL T M S 11
SEA YA AL R S TR i, W b R S 1
o HBR%0.1 ng/mL*,

N T i FIRECL A% 43 b 07k I R, 3RAM
T A4 LS B 8 A (BSA) AECLAR A& K 1 AN 7y
T SE CEPUE) BIEUE, & T 2 5 ECLAE 5 AR
SR M ECLIR 4T (BSA-luminol-digoxin). 7£10 mM
H,0,/#0.10 M PBS (pH=7.40)F", &£ 7 EHECL
S5 REMTE R AR L AEBRECLIE S (E = 0.75V s,
Ag/AgCl); BT M il & A ECLAE S 3R
ECLE PR, FAr 1 Wl e M & 3 B (35 AHECL 4
PEITVE; T HE ¥ SECLAS SHRE 0 [ 5E & im <F
PUARMITE S5 A, WE S T I o 1 S G 3 AH F
2 556 g o .

=P NI 7 U2 3 C) 5B NCI A SR A
ey BT (A BEAE A A R B A A R AR R
FEREK. N-(4-F I T 3)-N- 23 7&K ik (FFRABEI)
RS LRI S ORI R RO R 3 A B G,
FORRIC BB 5 AL 2 RO BRI 2 RO R BR AR
N GRIRES] NECLAE MG B i iR A2 3 T 1%
WHRSURI R . BeaREimsasEmmk b, arik
KM 5 oK U S AT AEYIIECL. JE Tk, RATE
ABEIFRICE| N sE 5k G (hIgG)hifd & MECLE
Bf, HOL T IE SR A 55 AR I hIgGHt R 1)
PR B A 22 RO S B A TR T R, iR R A
0.01 ng/mL"™.

ETIEIERE L S W [Ru(bpy)s ] - = IE % (TPA) 14 £
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Bl A RO S AR T

R MMECLIKRDY, fT# AR GRA, JEE IR
AR T, %Ak 2 5E [Ru(bpy)s ] HOR: H B AT 25200
MY, R R TR, AT IE I S AT b
CEFRE R IR & RECLIRER. Kk, 783
AN2,2"-BRIEWE LA 72T (bpy) 1, T Z I T 56
BE5 0 T IR A AR R A 3 141, i dn, 4,4'-—FRFEIGTE
WE(dcbpy)~ 4-F -4 R JEERIEIE (mebpy) . 4-H 2E-4'-
N-$2 FEBR T W0 e F G S5 L BE (mebpy-NHS) 2, H
T 5N A FER R, 4,4- = 4 TR
WE. 4-FRIE-4- 2, RRIERMnE 2, H T 5 iR B0
FREARIE. O T RUR T8, AN SRR IR ST BT E e A
WRTAEY FHRLR R, FRATTH AR S8 2 & il A7 Tt
W BiE S AT HE W [Ru(bpy),(debpy)-NHS > Fil 5 3% £
HEAEBSA b, & 1 2 7 ECLIE 54R4H(BSA-Rul-
digoxin). fE470.1 M TPAf£]0.10 M PBS (pH=7.40)7&
H, AR 2 FARECLAS 5 B R A0 MRl b = A
ECLIES(E = 1.30 V vs. Ag/AgCl). T HigEFhiik
Xt 2 SUIRECLAT 5 RE S 5 50 X ) A0 bt v = 5
BEEPUR S 2 AUEECLIE SREMN S 40 B, 3t
77 I b 2 PR AT HE 22 (LOD=0.1 ng/mL) 134
FIECL A Wi i),

RS AR RO S S B T R R KR R
ANV J A TR BSR4 Je R R s - e T
TG T B (B2, Hk SR i R T A
ECLEREFECLAE 5 ], JriEmgiyaEs. H4k,
T3 7 8- 72, S T8 24 R R SRR 2 b
AR

3.2 HUBAR JEDNAZR R At IS

FEECL DNAZRAZ AWML, 73R a4 o
FEDNA 5 2 FL5EDNA 1) 44 22 Ji7 2138 M Watson-Crick
RS ACAT AR, I8 DS A A EEDNA  (ss-DNAb)H
7y H AN FBEDNA (cs-DNAYE AAZ3RERES, 1M AECL
55V Rul AR AE 57 FEEDNA 53— &6 73 BLAMP)
HEDNATE NG S 8REL Je 17 IR IR ] 5 75 i Al R I,
ss-DNAt5 [# 7 7 AR 2 T A7 IR IREE AVE 5 4R 2
22, fERMREIE RS &Y, i ilkE,
W AR B TS 3 R BRI A R R AT ECLIN &, AR
PHECL IR ()18 58 0} ss-DNAGHAT & 20 4. AR
RIET Z FHDNAF AL AT 5 1G58 R0, FFEgK
B2 SRR E S R0 R RDNAZ A # A
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O FIDN AR e O oK 58 S g

ECLA AL B 5 1 b MECLAS SR 4HEH — ANt
WArF LT DARiE 2 AN Bk 22 RG], TIDNAZRAS
ECLfE 54 E— 1 7DNAS T E R iERE 1A H
W22 R ICEF . N T S ss-DNAtS ECLIR
ARG A A AL RIS A, e
BRI RBUE, AT T LLE99KK T (AuNP) Ny
AR, BRI L HS-(CH,);-cs-DNA-Rul H 23 7E
AuNP L, & T &9k MEECL DNAE SiREr; K
Uity ST A0 1) ss-DNA( H AR il 4) B 20 25 21 4 Al R
I, W12 2H 35 B A A\ S 9K kL1 71 3 ECL DNATE
SERENE AT A RN, (EHRRIER T &4
YK 7 EECL DNAME TIREHIBUEEDNA, k458
HAR G, K 2458 LARFE N0.10 M PBS (pH=7.40)-0.10
M TPAWR HHHHATECLINE. %7774 %E H FrDNAY]
KR A5.0 x 107 MM,

b3 77 VE R B R BT 5 ss-DNA TR ZESR FEAL
IEFRAE AR FARREE. v T RIS AR T =
BIDNAZRAZ Hng, RIARE BTl 22 [¥ss-DNAL, it 5T
W72 [P ss-DNA15E 4 VUL [ 1% 3R ss-DN A2 FIE Fss-
DNA3. Huiiid I HI1E 5 ss-DNA3FIH; £ — i8I
JE A B EE R R, 3 A e B R 3
b ) FRBE BR AN OK B R T4 22 1 35 S IREE. K 2
B AT FRssDNA2 [ 4 56 $1) 4 AR 3 1 ) BRDN A{F
R, K% IR AR ss-DNA LA AT 4458
SBE, PR A A8 JE B AR P AN 2 1 3RE 5 R
WBOHAT A R, B Ja W hige = B2 A8 S (1) v A A
A0.10 M PBS (pH =7.40)-0.10 M TPAFW H AT
ECLIN & %77 v:0 5% H FRDNA RIS H 9.0 x 1077
M+,

IR ITES R S T LA ECL DNAJH 3R
e, RIS RS TE A% N T it e P IR, s2
MEIEE X FDNAZSZECLAL I E, A2 H Tk
RDNA (hairpin DNA)ZAZ 4 B ARV ECLAL 2448 i o
WU AR T AR, i T e
Be &6 £ H K RDNAKIE S84, KriziRer a4l
B ) 4 H M R TH H1 R RDNA ECLAL RS, B At K
AR A AR FTHIV S R VR h AT A S8 OB, AR etk
ATECLIE. BT 458)5, K RDNAREHFT I, 7L
WE BC S IAT AR — izt B FAR R I, HA S RO BR
FEAR. HRAEECLIM PR AT HEATHIVAE e . A48
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s 5T K RDNAR B AR L E T DN AN E 777, 16
HIR A9 x 107" M. %77 7] SEHL U R4 IR DNA )
I, WK R = 7 VR BR T, 0 T S R [
E AR ARSI T AR e AR S e, B2
N FH A5

BANE K T Sabnic 8 9 2 22 WAL 2% S DNA
T3 A R TR DN S G s S o 7 1 7
(HIV-1)ZE X (38-mer ss-DNA)Y MK, it T —A i
FEIEAAT IR es-DNAFI PGl B cs-DNATREE. v
FEFIEAAF FRes-DNA H AL 7E S AR T, iz H 4
B H R S 3R AN FRIHIV-1 36 R BE T 4452, SR 5 1 LA W
AN Bics-DNASREF [PV, 15 4 AR T E K B
FBR A BEDNA, PR % AR N & AR SED 7
& B &Y [Ru(phen);]” CHECLAE A FEWR T, [Ru
(phen)s ] A B K HEHE 2 22 2 SUEEDNAH, I ECL
SRIE, FRYBECLGE LY s AT HIV-1 2R R Bl 5E, 1%
7 A B BR 40.022 pM™7

BATTLA2-F HE T FF IR M (bt) A T BCAK, 5,6-— F 3k
1,10-3E &' ik (dmphen) AFHBEC AR, & R T M EKE BT
HH(bt),Ir(dmphen)](PFg), KBLZIABK & & BC &4 AT
{ERXEEDNARIECLAGAG. FIHIZECLIEAF], F
F bk JRE T 57 7 9 5E micro-RNAF S s ic
42 B 25 R DN AZ S LE AR BT 515, 1% 7 1R
R A 13 M,

DNA [ H AL A2 SR b 8 AR 7 R e g (C) 1)
C-507 & % AL H s iE (Y DNA ] #R 9 5-mC-DNAT
¥ B R AE H e g I DN A f& #% 85-hmC-DNA.  5-mC-
DNAFI5-hmC-DNA#E W\ Ay & JaiE 503 (1) LA
PrEY). BATHEIZEDNA FF AR T R T — L5 1)
W9 TAE. KRuO AL 5-hmC-DNA = 4= i J Ak, Jif 1 g
(O)IDNA, %= L lE 5 5 ABEI A 40 A R S
ABEIE & T J75-mC-DNA I, I 52 ABEIf HAL 2% Kk
] 2 5-hmC-DNA. | 33k B 41255 77 V00 i 185-
hmC-DNA [ty ZE A& i 57 2 1) ss-DNAJH] 5 21 & HL i)
Fi, H5#MK5-hmC-DNAZLAS 5, FIH iR 4R H i
TRBE AT, ST T I E S-hmC-DNAAE AL [T 77
B, TR BRI 1.4 x 1077 MM,

BAVERE T ET HeWE 6153 IIDNAREE
##(binding-induced DNA strand displacement, BINSD)
[e] BN RPN B IR EF miRNA  (m®A-Let-7a-5pAil
m°A-miR-17-5p) ik A= WOk £ (1 S i R ECLA: M 1

BT . ZECLAEYIE BOIREE R T« = E X P55k
W, BUAERL T 25 M ANHAL . 238 FIPURIR A 45 &
DA A2 ECL AR 6 MURE K X055 J R S s . 38 i 4 75 A
ECLAR (4 90K F/g-CoN AWK, 4T BRI E AT 2R
W0/ 4 9 KL /Nafion) FIHH SRDNAFRET 43 5 [ 52 76 %
B EELARE PR 7R NS i) X3, o) 6 1l 2 X A8 A R e 45
m°A-Let-7a-5pFIm°® A-miR-17-5p1E A 5 Fh AL 43 4747,
Mm A$i&-DNA3/ /% k-DNA4/ — /K 2k -DNASHE %
TNmMeALE & 1%, DNA6/DNATH: 1T v 5DNA3KI
T REE, DUB O KRB — % Bk-DN A4/ — 7 8k-
DNAS. ZaZFIRAN 45 A 2 S 80k B AN REH IS
BINSDHIECLAE S K. JEITECLERFE 1 FRAK S Pt
PIAINT R IR miRNATI E, P Fhm°A-RNAFI H
BR40.03 pM. Ff & J& 7 i B Gate ot 500 %
VEITHE H 0 SR T LAY F2 30568 3o e A HU R R 44 28 3R T
F7 37 SR 2 Je [ s 0 oAt PR IR ALAB AR RNA PR 37 7 1.

H 1R R K 2 SIDNA J S ECLA % 17 788,
FERK A8 S T E SEDNAY 8 SRS IR 78, F EAHE
=N — N HARDNA S T EUR 3 1 5
TR INE S DNASCE Y SO, NG S
R AR 22 A TUDNAY 5 ms . (HJE, T4 RIhps
b AR R FH 1 5 A i e 20 ML(PCR) . 42 58 % 30 v
(HCR) IR AP 1 [ M(RCA) i R B 4wl it LA
DNAZIRERY W2 LA m I . IRk, AAG HHBR
FSZRRIG RN 1 KRG, DNAZSEAIECL A4 A0 % 1K
D7 BT S IAE (DNAKUFPCRYEN I A0 36 4, X
FARREY B ImiRNA, 55 & DNAK F EAL AN L
I 5E, ECLAMIAL IR 7k B — 5 I R vl 5.

3.3 ARG E R AR AR T

BN (aptamer) & 5 TR0 E SRR RStk
FAR(SELEX) M BB ML S A% HF 2 B vh i i 3R 49 0 SR A%
®r5l, nbS MBS FEFESEE T Ny
T EEF. W BT SRR R 4
&, THERFH S TRESY, 5@ sim3Ra
1N s 120511 /1Y 12 N oV L Lo = 7 S T I NG B . S
AR RUF ) —80E, B A2 R B bR 7115
TARBIPIREE . 19994F, BrunoZ ™ Hiid T 4 Ti&
PC AR - R Bk - FEL AL 22 R e 0oy SR B T SELEX i R
17 326 7 JEL 0~ FR) A P A

20064E P0G, ARBACIIF R T 35 T ER A
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Bl A RO S AR T

ECLAEMME IR HTWT 7T, 20074, BATET 7 —Fh3t
FEBCAARLE A B AR/ T 25000T R RS A B0
2 R CIE LR AR IR, TR RLE Rk 0 5 545
MR, 3/ AN B BT IR e AT A, & K T ECL
EECARIRER. 1ZERET B & R T A T
AR R MECLIE R L Wtk i 2% 75l R IR AERT,
ERCR S AR R G5 A NG R R R A R AR, G B
e 2R THT AT R i P A AT AR i AR 3R T, LK
ORGSR EE R R . %7 v I E TR R AR PR A
1.0x107° M.

N R T EC L 12 3 e A fr 4 U AR
A FT R B FELAL 22 R G IE AR AE AR B 1 SR
S, BATE T PSS offfon i B Ak 2 R G E R AR A
WAt 25 4 6 I (thrombin) Y& AL A4 (Apt) | i
P — B AL ) ss-DNA 1T 4L A HS-(CH, ) 4-ss-
DNAI1-Apt H 4% 24 AR T, ¥ Sss-DNA1E 4T
XoF FRIET IR IEL I BB 5 AT AE R 25l cs-DNAT-Ru L il —
TRAR(Fo)brRZE 115 Apt 58 AL XS I Fe-cApt, 7838 2| LK
Fif b, T RO BRI LA AT A I ECL
S MR, BNEBCLIEER/N, 244 f5 ikt
MEGAFLERT, BEiEE S Ak ERCAL A, FECLE
KIFc-cApt BB TP o i), ECLBREERG A, #r 7 )
SE J5E T 1 o ff/on Y P 4K, 27 JR6E L AR A= W4 I8 3T 7
2, TR R 6.0 107 MY,

N T 2 AR 52 D7 R R HE BR R R i R
B, BATME T YUK EHE 5O b2 R eidE
oA LA B, g — BUAZ 3RER H fhss-DNA [ 4125
TEEGRRLT L, B ZE KR B SR &4
H 2H 25 3 4 rU AR R T, PR 25 Tk L T3S T 7 s T BB
WE MRS WIRT AR YRR 2 1)ss-DNA  (ECLAREN) 2432 51 4
YURRLT L. 247 R D040 5 1 T A7 P 2 1 5 Eh A
FECLIREN 4758, FAZH GBS TT kR 1H, ECLE
1%, %7 A PR 98x 107" M),

NT REARIREN R, BATERE T M 84T
AL BIREN 5 5 R 0 444 L8 A0 I EC LI e A4 A= 4
PR B S B A vt o i C A 1 2R 3 4l
MR, -5 ot ol T EL K A AT TRR I e L A
YRR ss-DNA (15 5 DNA) AL AEEDNA,
B — S R AL I A B DN AR AL [ 13 3 & e %
T, 244 Vet I Bl A7 AE I, 6 1 -5 P AT b gt o il i A
FeAE, fRIE T 55 SDNA, A 5 AR dl R e
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FLAZ, T BRI E AL A AT A b S B F AR R T
ECL 3 B 3 5%, 1% J7 v W 52 % i B 10 k8  BR IA
2.0x107"° MP7,

bR EC LA 1% Je i IR L ] L1 46 52 1F 72 3 1Y)
IRV, I8 AR 1 B IR B 4R 90 LT BT 5 IE FL A Ru
(bpy)s” s FLAE FF 45 45 11 440 2 4 b 12 EC L JiC 146 4 Sk
OB IR IEAL ) 1R B (lysozyme )iE FIC AR H 20 25 31 4 H
WeeTi, Ru(bpy),” # FLAE 45 & BB S AR B 10
AR T, 77 26 19 A 2 R i o T 24 AR T
WS A E A E SRS & G, B S
fIRu(bpy)s” BN, 7ERECLIRBE R, T bl
I FE VT, T VERRS B R 9 1.2x10710 MPY

B, BATEIE Hbr i S8 Bl v i AR AL A G b
CECLIE BRI ik, Jeks— D SREAL A4 Bss-
DNA H 413551 4 il R, k2 BIGERL A 42 2
HL b T BOUEEDNA, - i AECL#E A 7I[Ru(phen);]”,
FEAERRIECL; M 2 ERAAER, 2 ESEk
22 2L g A A 2% A2 T4 XUBE DN A Jig i 125 Pl AR 3 1
H M 22 T RO\ I [Ru(phen), ) 808/, 56T Mg 7 H
P75 S8 P A A B AR B G b i L ECLAE e A2 ST
15, 125 ENE 2 B RL HBR 290.05 M, I D
JSEFH T 05 VAT AR A vh 22 B i e 7,

T4 m Al I H 2H 25 55 1k ss-DN A BIGE Fit 74 #4) 22
ECLI& B AL kg, AR il T Au-SEAR 25 5 45 57
FeAss-DNABGIE FC A [ e 7E 4 AR R T (HA2, £H
W AEAE PN J7 T AR () . He—,  DAET BRI e R ZE -
TPANKE IR R, 75 & bl b (0 i fb 2 R o 3 Ll B
B LR (GCE) Y B Ak 22 BT M 0f5 ™, H =, 7
HLAZ(IEF0.68 V vs. SCE) T, Au-SWiZd, 1M H gEA 2 —
UMEECLIE R AL KES. N T K@ FL /A oiss-DNAJE A
G PI RARR T, BRATKRE T Bk Sy
g 7 T B R B CLIE e (A A5 RS, a3 ik
FRATE A 55 FLAR(PIGE) S8 A0 T A 2 1 225 A R
FA B RIPIGE L, FRRFAT BEIENE AT AE W hn 210 1
Ui 53 W] R DE LA S PIGE b I S 3 [ H 5L 2R T R
SEA BRI, MR T XN BEAR B A ECLIE Bl M4 18k
PR, 7 E TR A R 10 pML %
g AT M ECLAR O IR BR T R RS . Faset
MEGH. BATEERE T FIFH LR A St
(click chemistry)fsz AN 447 BEMEIE A7 A= P br 24k (i ]
FRERC AN BB RIGCE |, Mg T 5T ik
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HN S0,

_Q_ 2 HN-Q Analyte
—_—

||N—©—sc>2m\-0

HN—@—S%H lPCl
NH2
2} (}NH
H
=y II —<i>—so3

PIGE PIGE/4-ABSA PIGE/4-ABSA-Rul  ECL response
1. l>c1S
TPrA/ PBS
b It 35 v
vs Ag/AgCl
ECL response

PIGE/4-ABSA-aptamer-Rul
/

(o]
O—NHZ l N CONHCH,CH;NH, @4
\ N =z 9 -
&Sl (o}
Rul Z N N
\ X
CONHCH,CH,NH,

o

z

ON Cocaine

W S NH,-(CH,)-GAC AAG GAA AAT CCT TCA ATG AAG TGG GTC-(CH,)g-PO,NH-Rul-3'
aptamer-Rul

B2 (IR ) A2 RO A2 R A - R e 2
SE R 3 % 7 )

Figure 2 (Color online) Schematic diagram of the fabrication of ECL
chemical sensor and ECL aptamer-based biosensor for cocaine detection
[61].

FE TR AR A R0 5 AT DR A ECLAg I M A Jak ).

7 FIRPIGE b [ e i Ao A4 i it B, FRADD
DAN-2-3R R ks Ay DAk ialf) St g SL R AT R 73R
[HIT AR HE ) SR g S KR 1, DL T KR+
NG BT 2 5 BT BRI BE AT A5 4R g 1t Jok i i A
IAKAT T IREE, DUZAKAE T HREN A, 337 7k
Lo R 2 R G2 I o 8 I B PR BT D7 3, o I I (1) Ao
HUBR 30 M, KoK E T 7 iER Rz,

FALRE TR 40 K S (SWNTSs) W B 7E GCE g 14 2 7 Btk
WEATAEPIINECLEE S, BT I, FRADEET BemLne fiT2E )
FRZEAK ) R T (adenosine )i BC AW B ] 78 7E SWNTsH
PSR B A, R S5 /ESWNTs FECLI&
BCAIRET S5 6 0, 0 B Hbl, ECLRERFAR, o7
T ISE B I ECLIE T AR 5 B 7 =Y, A e R T
15 1ML 15 5 ABELFR 25 44 (17 45 I i 3 P A4 25 & 10 s o7 FEL
HIARAY, g7 T I A L ) 250 A H A R G IE AR
3RS TR

Boilt,  Yang A0 Tani 85 41 00 [al i 7 56 T & Fo Ak ks
MR Tt e, FEHR 7 5 T Ao A (RS i = 22
TR LB R PR, 2T @& BN T IR A R e
M5E & BB K N F2tnal R K AR/
RIIECLAR B L A T R IR 5, A ik A w

R PERIE R AT R A e R TR T

3.4 AR RGBSR R AR

HEEE 3 (lectins) & MAE P EL BN 1) Hh B2 HX 1) 25 1R,
ARG S e M R AL B R, BRI
R, HREtElr. fI1GEAA (Conca-
navalin A, Con A)XWIJIGEEER, F/NZIREHEER
(wheat germ agglutinin)/& S RHAY)EHE R, HTHHE
FER SRR R RS, RINTERET
%2 Tl A 2 N e B 3R A A O,

BATCLET BEmtb v B & AT NS S, LA
Con AN FRAIPII, K47 ML e fT A YIRul biic 78
Con A L& T HALZE KGR E (Rul-ConA); 1@ AE
S A B R A () FRLBE B K A, KA BRI
2 R AR ET T3 1- 2 HE-(3- P R G R 9 i ) Bk 1 —
W (EDC)/N-$245 T k0 e (NHS) FL 0 &5 & 75 fi 4h
KEABH A B AR -, A8 T ECLEHE R IE K
. AR ROCIRIE N A S B AR KT EE. coli
O157:H7CRIT ) IR $U1E5.0x10°~5.0x10° cells/mL
TEH N R RIFMZEMRR, AR IR N127 cells/
mL, ZA IR X 24 PR PH T T (4 A 2 B A R B
TUEREE) LTS WL, T 22 R M —— K AT
WA N, FEHE S T TR A e R R R, AR
Rul-ConAFIH 2 BWEII 454w $0095.18x10" M~
FL T Rul-ConA 5 SMEIAH EAEF. DR, BER
) GERE A SR AR B A, A U
R ZEpg 1

N T HE S ECLEE AR 32 A W % 25 1) 3 B PR AN R
FE, BATERE T Piik-lesE 2 XSGR R W ECLA Y%
JEES . DLRT SR S VE PR (PSA) B 70 BE P A Nl $R 3R
Bf, CLETBRMERE AT AE PR IC N E R B E R NS
PREF, R T — Rl & 5 51 BRPC-3 i 41 i ) ey e B
R BUEECLEE R AL BT E. KL
] 52 7E A A SRR B il b, R EER H
WPC-34M S, F5¥E SIRE 4 &ML OREY.
TETPAFTE N, MK B OEAYIFIECLIEE 5PC-3
O MO OB Bk IE b, PR ML T BN
7.0x10°~3.0x10*4/mL, ¥ HFR 42.6x10°4/mL".

BT B R M ECLA WAL I 5 AN AT DR A=
VbR S I &, 30T ORI AR M) bRiC P i S B
W BRI, SHUAA L, B R SR E B AR L2
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T FR) S35 A 7L

3.5 HIfLZE L S DNARGHE AL A 15

19944, BreakerfllJoyce! " &K I DNA B A k%
P, X2 BA AL T RS FIDNA S T I FR A I A A B ek
DNAFRG(DNAzyme). it S0A% B2 8 i A 41 s 18 3K 73 11
— KA TG EIDNASG 7, B4 T AN
sEfaE . MARCES. ST HERAEMSER L. R
AT R AT LAy U BIRNARKG . VIFIDNARY .
RN B NPERELSEE SRR, )
FIRNAFI B EAL B AFE AR ST
FSFIHE e 85 ) URH 95 1) - 1) 5 G VRN A FRC X6 1) 7~8 4
I A T R AE) ) 45 25 W38, RINAJR A7) 368 1o s 6 P
Xt 5 B AR I R4S A X d IR — R
B X PRI MRS TR e I AN WA B it 5 JFL A 410 g e e 7
2 P B I — Wi A B S B AL DD B A L AR
PRARA B T — RS SRR AP (AL 2
et SE A B WAL 7%, LA8-17DNAzyme N7 1R
MR, LASUmABMREIE . 3 bR iCAT B E AT AE
Rul)IEEEE1TE (fEIFRRul-17E)/E N AL 22 R C R ET
Sk Rul- 1 7B A7 [ 52 F 5 2 56 2K IR 1B i A S v
WeRTH, ARG HANK A EE S AR R T I Rul-17E %
ST NI TEFIDNAKUSE. YA AEEPL I, FEAR B
BUEEDNAGRFRE E NI SR, 15 Ru iz 2 AR &R
T, SEECLISE SEUE; 24P (EER, DNAXEEE A
] EH A 0 S, (AR 1L AR R T, SRRk
RIAG SR, SRR B R RS B
Ph o SR VER AR PSR A, TE P A R 1.4
PM. AR, 5 R T WIS A L, IXFECLAE 4% 18
PRI R AR PR B R .

AR TR T — R DR S TR ) S A
B 943 TR P T I BCLAE WAL B e Y T sg Hg™
VREE. Hg” AFTEMT, JET-Hg™ b5 M Fmss i (T) ik i 12
SYEMIEARH, TERRT-He-T4K), (8% B 145
BB AR, IS 59 i Bzt AR R T 5
HMECLIE 558, (H7E LRk 2 052 bRk i il 52 o,
NP LR TSR AR R G, WK T
JETHIR, 27 A

BT, LuMILifize " % 22 T DNA G 14 1 1%
JPEAT T ATGEE. 5T DNABEA 2 TR R
RIBMESRE TPb™ . Zn®'. Cu” HIECLAL &5
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%, HETWBOCEEM L RS —E R R DU
DNAP S8 K & TR N/ 5 AR L 23 iR
SR, H T DNARGIH DB R e T 52 /N4y T AR
F ) A A% BORT TR B T e A

3.6 HULSARC IR YIRS

3 1o R R A B R AT 32 HE O H AR (B B B SR
PEVRBI I SRR, 1245 € SERK R AR 3T 1 2 IR e,
BEAT S A USRS E. BT R SRR B
WA BAMRRORENE, HHHUEE S TS 7K
F ERATRIRSOE SR, R E IR AT L E
WARIRA AR AR AR, RS EA
FAREAE R, "2k, Uik BB

%,

3.6.1  HUL ARG TENNCE A ARG

BARE T LI E 45 5 O WS E AT (cTnl)E
B M (FYSHSFHENWPS-K) 4> TR B R, LA
HRET BRI LA 067 AR 15 5 R R 2R T I 0%
FE) 4 TR AW B (FY SHSFHEN W PS-K) I I o 4 (T
FRAEGG . fIH B AN RR 2B ) NECLAS 5 48%r; i
TR B O REER S 2> TR 34 5 (FY SHSFHENWPS-
K) R AN R -46 B3 [ LA i T AT 3R HEER ;M A7AEcTnlRY,
eI OE AW, BATHEME S B2 RIECLE S
WEH G, HOEEBISOE ST NG SIRE, B
H R B I e i & T AR 15 5l YEGCE L
FFECLMIE, %770 58 c Tl (K H BR 94.5 pg/mL7.

T A e P IR, FRATT UL B S KFY SHSF-
HENWPS HcTnl 2 TSN, — i i —>
P& (C) LME B AR AEB M AR R 40Kk T 1, 5
— Ui 14 01— 2 R (KO) DA s %5 1 B bk e T & P T
AW, BT, @S T E Tl OB ECLE MR &
g,

FESE FIAR W EAR, FRATE I e i R )40
g LRI AF#EO157:H7 8 H AR E W, L
Po A ¥k Magainin I (GIGKFLHSAGKFGKAFV-
GEIMKS) N/ TR, #E T —Fi7E4&mik EE
YT WK 45 & R ECLA WAL B 2% TR I K i
FFEO157:H7, K R 1.2x10° CFU/mLY”. i%ECL%
JH S5 A AR WA B A 22 I B K AT RO 157: H7 Al
22 ICPH M R AR 3850098 1 K A v A 350 1K
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Pt B AT R G e

3.6.2  HULSA L A IR AR A A% i

B (proteases) & — KR E /KR, FL46 R
IR, BEIEG. R R AR B R R & R
P4 1 B (caspase) FEF &R E AN . L& MRE AN
UM S 2R AERE . ARE AU <. A KT
(peptidase) & —FiEx /K AR AR, 7T fhEAb K A R A o 2=
FEIR (RN 4> 7 N E IR IR B, 25 T 45 7 1k 9 IR B /K
fif U EE BB T 04 78 B UK T AR A i PR 4 S ).
W12 52 SR AR S EC LA i [ 22 15 oA B R Bk 35 T
AR 5E IR A ECLAEMIAR 18688, 19974F, Den-
meadeZs 7S 5E T 5 41 W HSSKLQ /I 6758 H i 3 ik
A FH 00 5 200 PR ) R B R 5 1 PR (PSA,
TEN N IR B BG) IR, JF 32 e 2 PSA AT LA ) &
HSSKLQMS-K . 3T It R, A it 7
— BB A B XA E PS A I ECLA: W 4% I 23 M ik

BAVBEIFECLEREF B SR BE . 75 47 & 5 Ak
HSSKLQ— i I B IR(C), A4 IR B 7E 4 FE AR EL
AuglKRL TR b H 3, RS SERRHSSKLQM)
F IR (K, i -NH,), PAFRZEECLIA
Rul, &PSAMIE SHR4H(CHSSKLQK-Rul). #iZi%
B3 3 S5 5 1 4 G T 4 PR R T A 200 5 T S PS ALY

G5 KR ECLAEIfEIRAS, Tk mIk R 3.8
107" g/mL"".

NT R E T B PSA KIS B ISR B ECL A M1
KRR, FRATHE S 9K K T (AuNPs) 5 4= S B S (Na-
fion) ¥ VIR & P W B B i€ FEGCE R 1T, 1M Ru
(bpy)s” I8 I 4 FELTE B ZE Nafion 6 T, Mo 7 3Em i
% (AuNPs/Nafion/GCE); ¥ CHSSKLQK-Fcff KR
AR S KRR, i RECLA )% B4
L B PSALELERS, i B PS A F H AR 2 1T 1) 5 Ak
{FKLQK-Fe /i Bt @ kK 1, FIMECLIE 5 5.
BT S U B PSA IS 5 1 o R ECLAE WAL I A BT
W7, 7 A R 98x107" g/mLE*”,

NT SENR R I ET O e B R A S A R P g
A SR E SECLAF B Al /N 71 M2 B 1 1) R, 3R
FTEESE T —Fh 18] B2 1 76 L 4 WA 2R (Fe; O s @A) K THI 5t
B H 20 % CHSSKLQK-Ru l [&] A1 A B Bk HAL 2 &
BREF(Fe;0,@Au-CHSSKLQK-Rul )37 /7%, Eid#
P B R T B CHSSKLQK-Rul [ 2. 24 Hiz#

B PSAH5Fe;0,@Au-CHSSKLQK-Rul 2 ¥ Ji7,
KLQK-Ru 1 At 25 2R 32 T 2E NV, 3l it I s 1
KLQK-Rul [ B AT s BSPS AR & (F3). 3
TR E T PRI AHECLIN i e —7E T 28 Fa
(PGE) b b 47 ¥ AH H Ak 22 R ek ill, 7 ks i BR
5.0x107" g/mL; B —F YIS 1915 5 9 5 E i
AuNPs/Nafion/PGE{E 142 Al & FE TR, J5vd
IR HBR A98x 107" g/mL",

55 4 JB R A B (MMPs) 2 B AR I (1l — KRB
JIKTE, fit R R4 i 213 B (ECM) K 2 1 i, MMIPSAE
VF 22 008 (A9 RE « O XL 2 95 R 98 0 1 0 45 ) 12
Wi YEIT RIS VP A . ARPIER 4
J& & E B V)RR E K. Blan, MMP-28EY)#
GPLGVRG; MMP-7#¢VJ#RPLALWRS; MMP-9f¢1)]
HILGRMGLPG. #%IBHTRECLIFETHISEmS, AR E
T — RN T I0 R i A R UMM Ps [ ECLAE ) 4%
AT i, Rul bR IS 5 AR AL &
MMP-2{37 47382, KB R0.7 ng/mL™; 554
T EMMP-210357 775 DL & BBk & B e &
Y[(pq),Ir(dcbpy)] (Irl, pq=2-ZKFHEMEMEK, debpy=2,2"-1k
MEmE-4,4"- “HRER)NECLIRA, & MECLIKE
(CLGRMGLPGK-Ir1)FIET BRI WE BT & P07 A VA5 25
J(CLGRMGLPGK-Rul), 7  [F] il & MMP-2 A
MMP-7 (#1387 773E5 . 78 £ 4l H ) AuNPs/Nafion/GCE
b, TN O U N A R R R T R TR (PMLA) I
a5 L4 AU T I MIMP-9 Y EC LA Jr 7 115,

TE FIRAR BT, PR AR 2 A4, T
JA 23 UM A DRI, SR 270 AR T 45 3 ZE

Bl 3 (M2 RRORE )k Tk i AL o RO RS AL P DD R
e R B

Figure 3 (Color online) Schematic representation of ECL bioanalytic
system based on the biocleavage of ECL bioconjugated magnetic beads
[80].
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Bl A RO S AR T

RAL I HAE PR S B IR AECL M br e = B IR 4%,
XHERIT BT BA S Bl — PR T
HARIEFERIZERK, BT FEECLAEY AL I izl
SE 52 1Y) P K.

3.6.3  HIAKAAR R OGEE H G AR AL

B H M (protein  kinase), X HRER (A i B B 1L g
(protein phosphakinase), & — 28 H A B 14 1 51 F R,
T (A B R A s K — T R TR (AT P) A Tl R A ity
R B 8 B /R K — N B AR i L
ARG ERIA S PR, W R 7
ZE M R BB IR R BRI . B IRA  (PKA) XK
RH T cAMPHI R IEEA  (cAPK), @it EALBERR 1L
SN ATPRE IR A it #5453 & £ R IR(S) H AR
(T) RS 2R (Y ) ) B 1 03 /4 K I — AN B 2 A 72 0
b EA 2 E R (SR E ST AR E R R R B
B2 IR AR . JE T R, BRI 18 T T
M R I (CK2)ATPK A 2 S M I ECL
AR I W B 7). 4 I LA 5 SEIRCRRRAD-
DSDDDDDFICLRRASLG HCK2FIPKA )15 51 JEE 4,
X AR CE I Au—-SHEE H 2H 23 2 & R DLTE K
WG IR L. FECK2FIPKA LL S, ATPAEAE R, ke I
1) 22 S T A s B IR Ak, A2 BB AR BERR AL I K, B4R
RALEIRLBE 515 59 Ru(bpy)s” -AuNPsi#id Au-S
G, ERNREEREEY. 1E3HRPARAAFE
N, MR E S R, S5k
R 23 91°50.008 U/mL CK220.005 U/mL PKA.
ZECLE W] H A I & #F Th I CK2 BL X PKA, A H
FET 22 T 2R P T s i o 75 s e )

N BTG RS Rk B, 7 R BT
TR, FIHEARARS S Z ks X
B (Fo) LA B M X —HetE, W47 BRmt e Bid 549
FTAEPARIC R R A T 2 PKAFICK 2 i F 24
ECLIREHT. 75 ¥ sg e i 22 & IR i il 5 B e 1L
kS, 8B ECLARENTE AR T b S PR RE DL iR ds
SPEgE G, @S T ECLAEYAR I 5 12 A Il & PK AR
CK2MIH i, HiEME H R 80.005 U/mLPKAFI
0.004 U/mL CK2"*7.

FATTN T B IR ECLA WAL B i3k AT 1
R 0 T A SRR SR 5 T RN it
P 2 R BCLAE AR BB 77 ik, sk SR A2

1680

PR PR BN T 5 1Y) A AT R B 1 R ) S B
78, BT SRR AT @ L I ECLA: WAL B 5 1A I RS
SR, FTRE S B SEBRE i b HA R 5T e A S
HIT-.

3.7 ZALTRON B RO AR AR R

T CEECLAE AL IR brketE, FRATIE R &
T — 55T DNA 2% A8 5K B R P A4 B B 44 13
W5 1 25 A AR PR 27 2 A ) A BT SRS

BATBHE T FIRE A (AFP)BLR(AbL, Ab2)
TR B 1 241 ERETH(AD1-DNA2, Ab2-DNA3), Ll
TRERATAE YRR FIDNA4YE N KR EH(DNA4-Fe),
PARu(bpy);>"/AuNPs/Nafion/GCE LAl i #z, K 5% 4t
1017 SR DN A VIR EF B 20 25 3 At ) 2% 525 Atk Fl 0% 119
AuNPs_F il 5 H 21 2%5E F il WlsE AFPIS, 4 5 2H 2% rt
i NAFP. Ab1-DNA2. Ab2-DNA3. DNA4-FciR &
W, fEAFPHIS 3 N, 7E AR I BDNA1/Abl -
DNA2-AFP-Ab2-DNA3/DNA4-FcE &4, 11T DNA4-
FefE il AR A T BUR AL A2 RO PR, R T i
ST EAFPHIE 5 AR ECL 778, 1&EN E
AFPHIK R 50.04 ng/mL™.

BAVERE T A5 SVFFRC B AR S A0 4R
AT HLA 5 R B o BT R SR . K R i B Jk ss -
DNA3 H H 34 7E & AR R T, LAREHT 4> Sss-DNA3ZAL
()P A7 58 ss-DNA 2 I IEFEAE APk F(DNAL-
AbIFIDNA2-AB2)VE XN AR EL, 9 Hbs o
WD AFPAEAERS, G E A SN BURSS G T mecJe O
SEY, FSFWAPUE L Kss-DNA1FIss-DNA2 54
P A 22 T [ 2H 255 ) ss-DNA3 4 A2 T iids-DNA, - F-fd
2% R 645 5 W) FiRu(phen);” #k A\ 4 3 f#1ds-DNA .
FETPATALE N, PPARMASERGES. BT, @877
— PP T ARAL A2 RS S T AR L (1 5E AFPT L
2 R G AR S 73,12 T KA PR T 76,2 pe/
mL. $F1% 7735 AT b S T4 I AF P2 e 41 g (60
AMCF-7402/100 pL 4 i 2 7)) A X 2 AN [H] 41 g
(MCF-7 cells. A549 cells. HeLa cellsfTRAW264.7
cells) R M AFPF A &,

N TR EAEBCE & M E AR R E ST H
bR ARG 22 B ECL A 7L, ALl &
O UESE I E bR BV EFEcTal. LDUNSEAT
(cTnT)FILLLEE A (Myo)E NI R & (1 A Ybs £, AH
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LU VR RAER ST, FRid 1 AT BRI NE Bl & 04T
AV FIDNASH IEEECLAE 5 #R4H (DNAS-Rul). K
SRIREFDNA TIEAN E IR B Ak FEAR R, P 55 Srss-
DNA2 5 DNA 1448 K4S WAL B R R CF 6).
Wz AR N S AW EY . R R EH(DNA3-
AbIFIDNA4-Ab2). (&5 REFFTPARIE R I E )5,
B VAR B S AR BIIRE 456, IS
DNAZ&ZZ, f#DNAS-Rul [ Rul £230T HL AR 2 18] 1 fi
ECLE S35, Jo7r & 5T FECLM & (Kl4), K
DNA 1 4 A8 i HEHOR K FE L X DNAS-Rul 5 DNA2XY
DNAIMISEGe A B AR, T 00, 57 7R
=R SO U ZE AR EYMyo. Tl TnTIH)
AT A A8 35 KR FLA B2 R A BB . i R E
cTnl. cTnTHIMyoJ#s R4 %1790.4 pg/mL. 0.4
pg/mLAI0.5 ng/mL. %% EA b P b AHAL I 4 B
BAEWIE . — P REEREMS, HISIEYD
FE BRI A B A R R R AP, ECLE S
e B A

4 TRBREALSE RO AR R

AL RS IR SRR TE T AEAE BT VR T
FEFN RGUE SRR, R AL BT R (bl W2k
) L 5E 71 VR 5T SR — e A — Ao e
FAIEG,  J0 7~ TR A7 o it 22 Ay T i BB AT 1 23 1 1R
YR, WIDNA. &ERCR. RERtEsiikss; 5 — Mot
PUEER, 707U & 2 MR EE R 2718
WL, Wik, B, SebR b, BAERDG AR
SR PR AR ) ST R S AT AT DL T RS R
AL AR AL RS A B, I R b . 78
H AL RIS L. (B2, TERASEROLAY
A SR s S THI R U AR A P B B D7 322, XA R
TSR ET th e 7V ] 5 5 2 vk . HEER BRSOt
A WA I3 5 T AR SRS 5 P W A TR i T ) A4 SR 5
WS FEAKAIR].  BUONTERL R A o A bl DAE SR 2
T 2 1A, sk ok A K (streptavidin, SA). M
B FORRRIEEL . FRAELSE, P DAMEAERER [ E AL 5y
TR 5 ) SR B R B R D D ] 5 A ) SR B 22

FERAG 22 RO IR BT i b, W9
FE(MNPs) A MECK Bk (R REER, MBs)il 5 1 M [H
SES TR AR, ATHT AR, BERIDNASE

)
)
49" § 8 &
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Figure 4 (Color online) Schematic diagram of the separation-free
ECL immunoassay incorporating target assistant proximity hybridiza-
tion and dynamically competitive hybridization [91].

EWD AT A BRI, N T R R E sh ik ik
SHITEIIR R, A19914EBlackburnZ M R G4kl 7
BT ET B e AL A AT AE Y Th e MBS T A H 3l
ECL 2 MTAX 2% BEAT G 2 VR AG I AT DN A 2 A2 460 LA,
kA4 B BIECL A% 43 #r X (41 Origen 1. Roche.
ElecsysflE 2228, [ TRHE ) O 2 MH TR
W e 2 R EIRREY. ZIEER T L E
G R TIREMEMBsHISRAREr . 5 T AL A B B 4
JB(Au. PO TAEHMN. HEEHEREE. MalF
Peid B A5 S ERESE, A0 e BRI 4E R, SEBL T T EL
PRI E ZhAk 2 BT, SRT, 3T Ru(bpy);” -TPATK 2
ECL /7 ¥2:/E AuflIPt T4 LA (Origen 174 4%)_E 1) R
FEAR T-GCE" . B4, 4= [ SIECL G 2 M A I s b
I RECLO MM S5t 2. N T K3 TR ECLY
M v R AR W ERECLAE WA 1888, FHAESEREATE 7T
R PRZ W 2 [ B SE R, AR T — RAIHEER
ECLAEWAE 53 B

BT WERR I 45 & TIEC LA By 5 12 5 b
R, AR T AR A RN BDNA ZAE
SRR BITEREER R ETEAT. BATBETT T 3T HEER
— RS K B (Au NEE)WECLA:W1% % 77 H
TFROIMBERPUR19-9 (CA 19-9)°. DUBEE R o 20
ZR(MB@SA, ¢=2.8 pm) EEEEYRIICALI-95T
& (biotin-Ab )/ A SRR EH (MB@SA ‘biotin-Abl), LA
Rulbric fICA 19-93i4A(Rul-Ab2) NECLAE 5 #4t.
CA 19-9fF1ERT, Widk IR =IO EEY), 2 EHHE
R SRS AR ., ETPATR R #E4TECL
B S TAERIHAu NEES H#14: FAlHE L, Ru(bpy);” -
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TPAYR RIECLEJZ =12.96%, luminol-H,0,1k & K]
ECL5®E =119.66%, X FEIAK T Au NEEMY HiH S
FAu NEERIIAZ RN, 2 EMR T FAMICA 19-9
FRRS H PR 0.4 U/mL. Au-NEE B A BAAG . JE4R: Fd4
W PR AN R, RTAVE g —Ff s A — M AL 2 R0k
FA.

BAVEFE ST T — FhAE R g AL 2R T 7 3R IR A
TSR BRI RE LA FH T E PSA V) EI Y ECLAE
Ptk ED. ISR, ABK KA ke it v
A YI[Ru(bpy),ddebpy|PFo(Ru)fFE N AL 2 Kk 615 54
Jii(A), Cholesterol-Ahx-HSSKLQK-Fc(Chol-pep-Fc)fE
RV FERARER(A), ¥ FIREHEA PR IR Fe,0,
NP@lipid (~200 nm)[¥] 5B+ & EMMNP (Fe;0,
NP@lipid/Rul/chol-pep-Fc, B). 44 Hi#IPSAFFAER],
WU - KPR i SK I e B W 22, Fe i KA1t 25
MMNP, FH#GCE FECLAEZH(C). Chol-pep-Fe
RN BEPE QRN TR TS 5 PRE Bl R L 1) F b 22 RO
WK FH(2.68x107 ML BRAITOHLRR I HLAL 27 RO
WERHH(1.95%10° MY K 13745, LLIARVA T % (Fe-
COOH+[Ru(bpy),dcbpy]” ) I LAk 27 & 0% K 5 %
(6.86x10" M) K3914%. %779 7E PSAKIKE HiBR A3
pg/mL. FE T2k ERIDIEI B ECLAE M) A% I 7721 LUR
K5 M 2 e HoAh R B

N T SRAFHEIR AL A KOG AR WAL RS i e R
FEREEINE, AR T BT RER A B2 ROk
VMG I VEAE G E T A R 3) & S (5 5
BRI, LT WER T A A R v A D R e
bR E AN AL RO T DY, SR T
RGP B B A BRSO S, H
T T B Aok AT P PR 58 B A AR HE 2B P B [ 2
A, DA RS A SRR AAR DX B 0 2 35 ) T 4 T
PEHAR R — RIIME SRR, LI L5 R,
WA TAESR M =G SR seng, s ERs
RO HER(MB@SA) N A T ERul#R e A R
1k BFEDNA ) R B 2 a5 i, i I & PSA I Ak
PASRVTAS T 2 Ji 1R 5 T WA BR 00 PR 27 R e A S -
G. X FPSA, MB@SAAWZE-Abl (PSA)E NI ZRIR
B, RulbricdAb2 (PSA)FHTEECLEREL; XF 144,
MB@SAAW & -ER(CDO3)E N FHE, Rulbrid
[JAb (CDOYWENECLIREN. SEIGSE WKW, KENIH
SR T LUK R ER Y R AN 2 R AR ) A% JER S D 7 PS AR

1682

)

[} o 7 o

~COOH ~a SPoth SN

N a N b N 5 NG % .

C
— — i

N,I N»' i ]\,I P U "N

N~ COOH S S O"(’\’E ¥
o 0

B 5 (MABOEED) (A) [Ru(bpy),ddebpy]PF,f i LAl
chol-pep-Fc&5#)1&; (B) Fe;0, NP@lipid/Rul/chol-pep-Fc&r
1 (C) T PSADIFIRM - BRI & PS AR 3 ™
Figure 5 (Color online) (A) Synthetic route of [Ru(bpy),ddcbpy]PFg
and chemical structure of the chol-pep-Fc. (B) Preparation MMNP
(Fe;04 NP@lipid/Rul/chol-pep-Fc). (C) Approach for the determina-
tion of PSA using MMNP with ECL recogantion-quenching probes
[93].

AR IAAR ) R BRI 3345, PSAMK RN
0.28 ng/mL, #MAA A H R 9490 /N/mL.

BT H AW 5 R Pk & & 5 5 W0 BR 3R T B B
DNAIEI A58 [ B, FRATTIEEE AL T —Fh G i ik
B H AR5 3 AR A A8 E 2 Fh B AR AR S HLAL
R D | LLAFPAE AR A 4,
V)2 -DNA 1 45 & (1% 55 51 G 3 A0k 00l 14 ek
(MMB@SA - A4 % -DNAE B B 3R Ek,
DNA2E{DNA3FRIC B AH B P M A2 A 9 X2 28 1R 31
BEF, FIRulbric fIDNA4-10AfE Al FHECLAS 5474
(DNA4-10A-Rul). 5Kl SR BRI 2R & W)V T
(&I IREVRE . (55 8REH I = 1IE N %)
WS, TERIRREER R T Y ARV G, ¥ B S R
PER BT BB AR R T J5, 7R RA BRSNS OL T
BHTECLME. A TAEHES T — M ERERR A5
SN B R B ECLA Y . AT R BLTE e i =X
TR ER R TR 4 58 2 L R R B = T 160 A&
S EREDNAKE T LI E b, JE T Fok s s
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LS ek HEER T H AR S AT 2 S E H IR ER
FELA 22 RO B B 20 M8 O 1R R AL Y PR 090,04 ng/mL.
ASCRIT R R SR R AL, T R 2 A A )
PREMIIE, WD-— RNV EAMIE, D-—
RARMR R A0.1 ng/mL, WAL EE A A H Ry

1.1 ng/mL[%].

T EBRREER BRI, BT A T — Pl
TR 2R 3 THT T B s I FRLA 2 R 5 R T BRI — IR
E e E, S E R T E SR
R X 38T 04 4 T AR IR B i e ). A
R R £ —RERR R AR (PET) bR b vt = B X
FEIIX,  FE 2 A WU DX ) B B9 1A' R AR AN B %oF % LA
A R/ F AR S b ra b, A P O 2 JE 5 ) LT
H 1% B AR (I PETAR 5 328 FH 3B 3 v B 4 AE — iES i Ak
W, CAPSATE MBI /344, DARuIARZE 4R 5 1
FE (A Z-HSSKLQK-Rul ) NECLIRE!, ¥ iZ4REH 45 &
THER RO R O R R T E ARETMB (MB@SA
AW -HSSKLQK-Rul). 45 PSAHTIIFE S
IINZIPETHR EIEE XHS, bl 2 i () B 40 A AL
RN Z M) RN X, 7E RV X PSA S HREIMBH#R
T (R 8] e A A= 3 S B FEAMBEERAE TR, T
b ) N et i A R 79~ v e T (R AT A
EENERT, SRR AR 2% B
LI DX sk Hh ) TAE FAR R T, HEAT FEAL 25 R R,
RIYH bR T HEER POEBEROSN. fEIEE &0F T, Frgsr
FIECLJ7 i E PSA A Hi BRM0.12 ng/mL. 1X 10 T-AF
FW, BT R PIECLAEYIAL B 51007 LATH BRIEER (1%
BRI, I DA R A e B e 2R 1B AE
brEY).

T FRATVR T — P PR IE B A DU 1 404
PR R AR B AT T ik, DU S PR IE A
B B RE BR (MBs-(EK ) 4-EpCAM-3& Bt 440 VE g f 3145
b, LACDOHUARRIC AR — EALRE(SIO,cRu(bpy);” ME
il HHECLAS 5 99K 41 (CD9 Ab-PEG@SiO,€eRu
(bpy)s™), INIMETEAEIR T B e 0 A, 454 E B
HIAL 28 R HTAX, BN T —FhIE 5 20 5 RS e JiE
ANILA ) RN R G AR AR I M B T vk, SEBR T Ak
WA T o RABORE I, MCF-7 4 WA AR H BR A 13 585/
uL. FEFAMBA F 2 bR EE AMIRSURE, KR
T X 2 e 40 M R SR A P AN AR ) B SIECL 4 bt
g,

ST HEER AL A RO E A A I R AN
7 LR MR I SR G I, T Se B4 E S ik 7 A,
FE s PRI AR S 7 T DR 20 iz M. HAl
FAE (1) 1) 2 R 2R 3 TN ECLAR BT 1R AR S ME IR B i
JRRT R, it B TR ER R T AR AR 7 1 P PR PR
M. FiAh, R REIRI I E 2 b A= Pbs 59 (0 G R
HLAL S RO E AR BGE K 2 0 BAT L BT SO 5T
J3 1.

5 HARZE RO RAR AR RS

LA 2 O AR B A — s 7 S DN e 4
BT ERP. AT T — B 2 IRE B RO
G Ay B A Es, BLFE B 37 & A B A 3
(PMT) LA K B A #8528 A4H-(CCD) B Rl A s 28, mT s
FH T B 51 AR 0 5 22 A W b 250 R0 48 i IR EC LR
G, FERACES b, BRAVRIR T 3T SR
R (8] 43 1% 04 [ I A ) 22 b 2 s -6 P A B 21 A 2
RN BH T ED, D= R S O URE 222 Wb
E¥IMyo. cTnlflcTnTH B i/ dr#), DU MIERD
PO RIREE, DUV FEAPUAR N U ERER, DLETEE
M IE A 10 0 B 5 5% B R I A W vl FH RS S AR e,
53 ) i S SR A R R e M O AR B AR AR PR 4
HIR R THIRI R T BB A AL BT & . D I, B2 4% J%
P& EWMESIRES B oG, S EBIRE
AEHRE SR 4 S, (EHPMTECCDAE A 2%
e ARG S. EHPMTA, 5k r H R
43 9°80.30 ng/mL ¢TnT, 31 pg/mL Myo, 0.79 pg/mL
cTnl; i CCDEAT = Fh A= Wnhs S AR 5 BT 8T 77
%, BEBVAEYIME IR 6 A 28 TR, T[RRI
E = FRAMIUAEYIbRCH), &7 iRk TR 2 FE 5
TREF BB S, N RIS E 22 Fh AR s S5 it 1 % A
%

PAE K T 47 S i AsE A B A 27 G SR
Hems (o)™, IR TG AR ECLAE 5 725 i el
EH, $2t 7 —MRIH TR AL BRI
G 20 B HEAT T2 22 3R AE AN 5 1200 B 1) 97 i =4
i HLAk 2 ' FRAGHT S S 7ERu(bpy),” -TPAVWR
GCEZ 15 77 MIMCF-74H fa i) £ R 55 sUECL R J7
VA ] B IR A A R 1 R SRR AE (L HE A P
AR APARIAR . P340 il S0 R AN AE A1 A 2 TR]
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(Negative ECL imaging|
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Figure 6 (Color online) (A) Set-up for the negative ECL imaging. (B)
Morphological characterization of living cells on electrode. (C)
Morphology and quantitation of living cells [100].

o 4 BE B9 A GCE 3R TH 41 MY (1) T2 38 28 40 13 72 145
(Kl6B). 7EH,0, 41T GCEZR [ L4 it #2h, Bor 741
Mowse4s. AR 5 EANRE, &5 R
B AR, 7EH 0.8 V vs. Ag/AgChIFE R,
GCER [ FI4H iR I H RERAT A, 1Ak, HH 7
SR A ECL S M 38 2 e 7 — Fiilll e MCF-741 g
BT 7 (E6C), oAt PR 929441 iid/mL. $& Hi 1 17
SR A ECL AR TR e A2 — FhoA B2 A1 S5 1 40 g Ak
R ICHAGH SR
EAMECLEE F, CCD¥ & THEM T A%
AR ) B, BRtk, #EATECLSUAZ S U B T 44 7E
LB PR 26 B 3 30 S R AR S r A A sz BH, HL
HAL I b 4 SR T 1 ' S BN A (P D6 PR RS, T
T FT A0 B ) I e sz e, AR ECL A0 A 4ul 4, RY)
BT BRI wE iE & WD AT AE W AE 1 R OR 405 R (Ru 1 -
PS@MB), PATPA Kt Wik 7l, fEGCE_LXTiZECLAM

PRI IR RN . BRAR R B WP ECLI A% 45 5L 1) 5 i
BEAT TR0 s g5 B R, 7EGCE FMIRul-

PS@MB 1%t A% B RTECL ) A% G i 2k 5 e Bt
AL SRR, 53R EIMLE, IRFECL
T8 BT % BT B8 F 1) C CD R A 3R 4 5[] s 7 H Al R T
fJRul-PS@MBIEFIFEES 5. 734k, *4Rul-PS@MB
IR EARMNS pm3E N F] 18 pm, JEMTECL KR 6K #
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WA IR 2 NS pmdE 027 pm. X LG 45 R U
ECL &G 3= B 32 1l T sl 17 25 (9 36 S BRI (TPA)
B, w7 Y B, RS aR Y
COMSLEUE A FE A — B, %A F0 45 xR R T ik
KRR BURLSE) I ECLG BT Fo 48 4 1 2 (Y
SRR
HAL 22 SO0 AR ZE AR BB T 2 M AR S
(K [R5 B — 2 D3 0 T Jeer A D B FL R T Ry
A RIS ENIE R RS T M. HE2%
A I 7T e b et LR RT e 2 A W ECLK
A ST AT A SO IR B VO R XS
L L HTEAE, T34k, Rt —TF R B T AL A0t
JAGRAE AR BB M ECL- 36 S St 4 2.

6 JLJ\Q:I: %%é

ECLA T /i — R B R R AT = R BUE T
ST, ECLAL AR BT LR BESE . AR
EFRE A RBIE), XN T 25l e B m i R
(EERETE 2 W WK (2P ST RPN SN vivk = o R 5T
FESTIACEE . fELR 058, B b FE S H R SECLAL 2
FETTIEEE A, BRI B, R IE I
FE .

T T AR M L I ECLAE AL O B R IT
IR, AT T AR EWH 08T, FATEECLA
VIR IERT I s, SR T T AR T
VIR A SRR THD R SRS RIS 5 K [ S AT
R v RABRE S PR B I EC LA WA I 5 1L I A7AE
EPNiIE T

TEECLAWIME R IEREAT 50, & BUHT FECLAR
By ARSI R A ) T SR RN T R BT BAE 5 TR S
W Rkl d T B RAFMITERA R . o R A ik
PR BT T R AL, K 2 BORE M ECLAREH 2 {f
WA B4 TR SR FIECLIR R, K2 HERE A=Y
i THI R4 30 SR RN 5 O S 2 R YR T HAb 22 R
ﬁi%%m ECLiIHE, el TECLL Bt #E,

WA THEBEIREMCLERE, AMfReramESsSH]
ERS%%#EEW%?%%m%%ﬁEW%ﬁE)
BIRKAE. Kk, N#%EECLXMN LA EFFIECLAE
Y SR RS SRR L S 5140, FrECLIR K
B RE TN T U E KL, EECLIRAT 3t
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N [R5 FEEECLA RS 2 IR A ISR A 77, )
F B 8776 I ECLERET T A H & R FH ECLR b
W2 T IR A5 Sk & IECLEREL. KAk, B RG-S
P, 2R 1328 1 1 ) PR B LA 0 A B T THD P 4 ST 7541
M.
TEECLAEWIE I N A 7, RBIECLAEDY)
FRIRTTIE L NFF A SEPR N B 1, ROz E A & R
B mEE R POE . RS A, TS HARAEY
& BT 1 (LG A T AL AE IR 0 P R ) E Ak L e
TR 22 R T Ta 4. BeAk, RO REER A I i

S5 3k

ST DL PR TS SO mE O 9T, (et ib B sl i
2 R AL BT LRI, RIFECL & R U Bk
CCDMAEEH AR ML, i RRECLA AL (1) N F 41
B, WAEMIESE. BB RE. RS NEAK
Ji& LA vy R AT R 4T 7 R 43 MR IR EC LA i 3% 1HI 25
P P A 3 A P 489 e T WL AR I 28 48 RAE L
B R — AR PR S5 R (POCT) 7 V445

BATHUEECLAEYIME BT RN — 2K R &
PRSI M SR I AW TR B TR R 2
W FPRIEEPEAE AR HE 2 A 2.
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Abstract: This Feature article mainly presents the research work of the author’s laboratory in the field of chemical and

biosensing methods based on electrochemiluminescence (ECL). This article extensively describes the basic principles of

not only ECL chemical sensing methods (flow injection, energy transfer and chemical coupling) but also ECL

biosensing methods (homogeneous immunoassay, DNA hybridization, aptamer, lectin, DNAzyme, oligopeptide, efc.)

for the determination of biomarkers, highlights the design of ECL signal probes, construction of biosensing interfaces,

and signal amplification strategies with illustrative examples, and presents the challenges and perspectives of ECL

chemical and biosensing methods.
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