B BRHKFIREFAIR

EFERBiRIEIHR DNA BILEE MR REHR

HE

AR =82, B—HAERT —FAEBEHEESY, FERKEASYEN
FRRFIKRBRT —FF R KB DNA (RS, BB E=82RBETHH
THE7R I DNA f£%2% .

1. AR TR K « S N-Q2-MnE B 20) K FBL I A48 (RIFR A [CAL)
&Y, @it X-RRTERETRAYNEN, BatERRENTEHR
THE Y5 dsDNA KA EE RN, 45 RRU[CL ] 5K ik LB RIFH)
ML ENE I B dsDNA R4 T dE4S &4EM . 7 0.2 mol L NaAc-HAc (pH
7.02) frFi, [CAL, 5 dsDNA FERUE &ML A LN 2:1, B&HH0h 25.56
L"mol ™, LA[CALJ* A1ERFHI& T —FRMZIT%E (HBV) MHEA L
FARREZR . B 21 AREFFIN HBY R EZLER (HBV-ssDNA) Bidtirég
SR E 2 gk b, SHEAFS R DNA #T2R8, RESETH
SyBk R i (DPV) #ATRAL. # DNA 153285t H 4% HBV-ssDNA FI#& M7
B4 1.01 x 10°~1.62 x 104 mol'L™, HXEKH 0.9962, HHMEAH 7.19 x 10°
mol-L'(30,n=11),

2. BIET—MBHLMA 2-KAEXFER (MBT) BHESHRENHF
ssDNA HIFALZAYERKSS. H MBT " LUKkIEA dsDNA FIXURIEZ F, FY
PART LA Au-MBT EF M HX 4> ssDNA F1 dsDNA, JBid 433 B SERIE AR &2 1
FERERIMET Av-MBT WARKEMR. ZATENRE ssDNA FEEK Hiz
ssDNA HIZ¢RZBH P, LAARHRAh TEmRED DPV RIET DNA HIZRKHE
. RILEFF ssDNA MIKE S0 FIEBERE —ENLEX R, HEKETHIR
sSDNA KIS E A 1.59 x 108 ~2.4 x 10 mol- L™, UK 2.38 x 10 mol-L™
(30,n=11). Au-MBT #{REF RGFMENERBAME, 7E 10 KW/ BEMTE
Bd e, BARGESRAHENTIh. M EREHETE, MREER EF
SE R0 5 B R S BR BF AEWRE S B A ssDNA FTHEFBRKIIRBEE S .

3. BT —FFH 2-5REE kM (MBI B 434 m R I B4R ssDNA K
RALEEYERESE. SEZHAARKRE, FIF Av-MBI RN, HXRAEET
TREE ssDNA BB B ARKE H#R ssDNA MEER P B R, R/5% BAF ssDNA
EREFER - ERARE RSN, HeRaEx BAR ssDNA HIR il
T A 1.32 x 10%~1.59 x 108 mol-L™, K MIFEH 4.58 x 10° mol- L.
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STUDY OF DNA ELECTROCHEMICAL BIOSENSOR
BASED ON SOLID ELECTRODS

ABSTRACT

There are three parts in this paper, an eletroactive complex was synthesized in
the first part and this complex was used as indicator to develop a novel
electrochemizal DNA biosensor; we also developd two label-free DNA biosensors in
the second part and third part.

- 1. The complex diaquabis[N-(2-pyridinylmethyl) benzamide-x* N,0}-cadmium(II)
dinitrate {{CdL,(H20);](NOs);, where L = N-(2-pyridinylmethyl) benzamide} was
synthesized and characterized by x-ray  diffraction analysis. Fluorescence
_spectroscopy and voltammetry were used to probe the interaction between [CdL,**
and salmon sperm DNA. Results showed that [CdL;]*" had excellent electrochemical
activity on glassy carbon electrode (GCD) and could intercalate into the double helix
of double-stranded DNA (dsDNA). In 0.2 mol'L™ NaAc-HAc media (pH 7.02), the
binding ratio between [CdL,}** and salmon sperm DNA was calculated to be 2:1 and
the binding constant was 25.56 L2 mol™2. An electrochemical DNA biosensor for
the detection ¢f human hepatitis B virus (HBV) DNA fragment was developed. The
biosensor relied on the covalent immobilization of the 21-mer single-stranded DNA
(ssDNA) related to HBV gene on the modified glassy carbon electrode (GCE). Using
[Csz]2+ as novel electroactive indicator, the hybridization between the probe and its
complementary  ssDNA, as the target, was investigated by differential pulse
voltammetry (DPV). Experiment with non-complementary oligonucleotides was
carried out to assess the selectivity of the developed electrochemical DNA biosensor.
The target HBV DNA could be quantified ranged from 1.01 x 10® to 1.62 x 10
mol-L™'with good linearity (y = 0.9962). The detection limit was 7.19 x 10 mol-L™
(Bo,n=11).

2. A novel method for sensitive detection of single stranded DNA (ssDNA) using
2-mercaptobenzothiazole (MBT) self-assembled monolayer modified gold electrode
has been developed. Based on the intercalating effect of MBT into double stranded
DNA (dsDNA), Au-MBT electrode possessed the ability to distinguish ssDNA and
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dsDNA. Cyclic voltammetry (CV) and scan electron microscope (SEM) were used to
preliminarily characterize the MBT self-assembled monolayer on gold electrode. In
the mixture of excessive probe sSDNA and target ssDNA, current signal recorded by
differential pulse voltammetry (DPV) after DNA hybridization reflected the extent of
the hybridization. Definite relations were observed between the reductive peak
currents and the concentration of target ssDNA. The quantitaﬁile detection of target
ssDNA was achieved with a linear range from 1.59 x 10 to 2.4 x 10® mol-L™". The
detection limit was 2.38 x 10° mol'L™ (30, n = 11). The Au-MBT electrode
possessed high reusability and reproducibility, no significant deterioration of peak
currents occurring over 10 detection/regeneration cycles. Combined with the
advantages of simplicity and low-cost, the developed electrochemical bioscasors
show potential in continuous and quantitative detection of ssDNA in biological
samples.

3. A method for sensitive detection of ssDNA using 2-mercaptobenzimidazole
(MBI) self-assembled monolayer modified gold electrode has been developed. Firstly,
a glassy carbon electrod which had been modified with probe ssDNA was used to
separate the target ssDNA from sample and then target ssDNA was transfer to a new
solution, Au-MBI electrod detect target ssDNA in the solution. The quantitative
detection of target ssDNA was achieved with a linear range from 1.32 x 10 ~1.59 x
10° mol'L™, the detection limit was 4.58 x 10® mol-L™". (35, n=11).

KEY WORDS: electrochemical DNA biosensor, Voltammetry, [Csz]2+ ’

2-mercaptobenzothiazole, 2-mercaptobenzimidazole
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F-E MW
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BREEDEN—LEERBREANEENEY RS T, HAEEGEEN
BHEMESR, BEMMERARF —NEETR. REEEZR (Deoxyribonucleic
Acid, DNA) RZBRH—F, EREIEMNBREYR, RiEEEBHHE, BEAL
FRGRE SN, HEHMRELEABETERAEENE . R DNA
SR, UMD FRKELETREANZHER, EBRGYHIERIE. A
KT BBEEER S DNA FIARREENEREX. ZERE. BEUEE
I TEER AT eV K B DNA MU 4745, ks DNA AR AR EWE. B
MEmBEHERREZ .

Xt DNA % A AL FOREE, REEEA R GRS,
i DNA H{b2 (6488 2 B Al DNA /R B DB B —, TsREs 09,
HALE DNA #REBRIELERE R BERN—FHEFERNEMERE, 1A
BEMUBER KRB E DNA RESHALABRNYR. BT AT REHLT,
REES, WRBRAREATRER A, S8 2 NETFHR DNA fgeaD,
WAEFFI, DNA B0, HELHD, HERMTRE S R 5 0
BESMAR.

1.1 DNA V4R, £ RETHEEM

1.1.1 DNA RY2B X

. . DNA RN —F, RABMEBTRNRSE. BEGERTREOME.

B BEFIBHRMI . DNA MRREA IR, ENBIER (A). SUEIG). fumn
(CYMBMFRMERE(T). DNA PERAEEA AL LM Chargaff 810, A 5 T HIBHA%Z, G
5 CHBHA%, WREEN, HFAE0HENETHRLE.

1.1.2 DNA B9%#

DNA 2Ll 4 HREAREFRAREZ L TARNZREEER, HEKT®R
BB _ERAEE. REARTREREE. BREARE 3 BRISERK.
BEMPERTE 2 MRABENERE. MR TREEEN 1 1, BREH
ERTHREBEN 3 MBRER 5 M35, HR DNA 5 FHE A& ST B
HREY 3.5 -BM B ABER 5 DNA 4F.



B T E U DNA WAL S EYEBBHA

DNA HIZ#5 h—REMIFZE 84514 . DNA B E &R ERBE R EREMN,
FLEHUBRE (BRER) AFN—IBEN 3 ERIESEEN 5 NE
L, XFR DNA M—%KEH. BRSNS _REMR=ZFEH, P %
£ F9 3k i James Walson #1 Francis Crick 7€ 1953 “E#5E# DNA KYWIRIES
H, ERIREMFRENIRE. DNA DURREHW T4 RE, TEF=MHEX
FRFLEMIRE: OEMBENZRPNEE: QBEERN, EXERHTHE
W © BFZAMEEATSIE DNA 2 FPHRESHER, £R7%E DNA
5 F REBFE AR — AN L (hydrophobic core); (3)BEBRTR & L B S A7 5 i
PHAEFZRERNETFE. HYE_MHRFEL S . EZREWHEM
L, DNA &/l E R =M.

1.1.3DNA RIS E M
1.1.3.1 DNA T4—DNA ¥ sE R ML E B

DNA ZHFEEBAEENEW, F5TFPHER. BEERDERBA, X
WRIEEMIMRAE, S F M (dsDNA) X HE (ssDNA) HEBHmARME. &
HRSE R 4 —REWMER /122 T BN, BIXURERA. {E£ DNA #1—
RAEMRE, MEHERTEEMBHBR.

SIERMEMAMIEE: M. 56 pH. BYVBH. RE. $FBERE. €
AERREMIR AU Bk, BN, MToMFRUENE. EELFFERMAS, DNA
HIHBHERRBEE.

DNA W RKRI: 2T HAE—ERMERATANLE, DNA BRI
R, UIREEE:; BMAEERmMMBELTRENR, £ DNA B A 0,
BIRILH BN (hyperchromic effect).

EEARRA, DNA ERAEAYEEN, ERFIRERRE, EREH2—4
ZYEdRE. Bk, DNA ZtEh R EAEYRERIITLEN.

1.1.3.2 DNA E—#ZEBHRPHERFR

DNA MM RHH, BREELE, HME—E&MHE, BFAHEELDNA
BEAEN A IEFHIKE T RTUERSE M, HRERXMNERNEDTIRE. X4 T
TEFRN DNA B, #lin, AN DNA B, Z184H, SUEENEHEK,
ZPTLIRME DNA Be R, REBTHEAENEE, HHETHELM, RH
BRE. DNAWKE. BB ETRES. ERRAXNHATELEF H DNA f13%
AR, FRREHUENRABILEEERENZTIELF. Hl, HEH
R DNA IR ER &), EHAMTELE], dsDNA 35K ssDNA LU XX B E
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H BRE K EBIRAERBY
dsDNA. |
1.2 hyFHEYMS DNA BIER AR

DNA 73T AT HRMEE . & MBI B TR R B S P 4 IR 4B
BB KRNI TENNS TS5 DNA HELANELE, FRANFRTE

- HARMEE. INMEE. BUER=MER,

1.2.1 EEHMRES

MG EREHRLES. WRESHRIELS. BATESR. BEFE,
BREEN. BUKBEXLEFHMEER. M TEIHARRES STERBIER
AERET, MEBEHMER, ¥2BRESEWRN, BEEREBMES
Rik. RN, I=MOEEEER. WEESD. BKERSEHEERNE.

(DERFBLEE (electrostatic binding), El/N3F5 DNA 4 F MM f B HGH
ERREARRZ B REEATES. SERREEEYE, BERNEN. &
AN BRAKHRESEXEENAYHNELNERK, BELESFE DNA
HIBF B IEFIX H 55 DNA (8 ks 1E iR EEMRTER.

(YN % & (groove binding), BI/N3TF5WEE DNA KIKIEE/NG B9 S
VEBEREMEER. KR, MIKEBRRME. SRIFE. THERN. K&
TR EHEERKAR, MTF5 DNA NGB EEER, XEHTMIKY -
AT BEK, MAFEKELEN, BESEREUNNTF5T EBRERES
MNAK, FEIRERARE R KRS TFHNNIR, R EE -SRI R R
Bo RFEERSE DNA ERELEE .

(3)¥k 1 455 (intercalation binding), EIEEEJLFFEETS FHHA DNA 4
FIURBERIBEN 2 (0. SEMERANREETNESR « ARSHEN o *hE
[BIFE ARHY nen MHEAER RBKHEEER . XMEARAYS TS DNA % 44ER
WEERAZ—.

122 &S

SEEMEEML, MITFIEYS DNA N SHFFIE B RRIE:
BRWE. T 5 DNA BEBEERHRMEY,  DNA HIXUEMENE R E
Tl WA ZMEARHAEE (duocarmycin) RILATEY REEZE DNA grhnt
AT BERXKIRG, 4 FHRERNFRRS MR RS EHEFFIF A B N3 L&
B 5 FEAE RN A B L E 5]



B TEEUREHEE DNA ik ¥ EYERRMA

1.2.3 BEYMER

BHEWYMER G TR Rk B E A4, FRLE DNA SR, ExEE

_ (Bleomycin) £—7# 2 21f) DNA YIEILEY), o F 45N R IR P A L RE S R F

45475 DNA F 5-GC-3'FFIM SER b, RES—RIMNERNRLFH DNA

Wik, XFThEEHN FRITATIRBRERAREERNAMBAVAFTEEER
ISR .

13DNA 5N E

TEFFF NS FH DNA MEAAMLES, REFENFATEZRRBTE
ERKKE. ERNMTTEEERBMEE. il FIRR KR EHE
SHRAR X5 BEATH S TIE R EIEF .

1.3.1 BiEE

B Bard % ABEHBAEFEMEBRFHEEEEEESEYS DNA H
HERBATHARE, BiEMAFERERE. —HHE, BABHETERR
RiE. R HBEEEOMURERMEA, HE DNA EH0H. BES
& DNA #EFEHNAMREZEN, TEERE THRANRREE. H—7F
H, BTEYRRER— N EHBBFBBRNER, EXZHERNBREERRS
WREL, EMREFEESSYWENLYE FNER, BUEERRE—FE
FHIEYERER, BTH DNA MEBEUERKBERFERZ—.

%t DNA KBTI R SCI DNA SEIL%¥HN. DNA fRSF it
R DNA 584 FERGERM. ERNBLEEAREE. OfFRZEM
SRR EE, OFRREED, OBk REER; @B HRE
v PG 1 ==

Bard®* 2% A RZHF5LT Os(bpy)s**s Co(bpy)s** Fe(bpy)s**s Co(phen)s**s
Fe(phen);*' % & BE&WH DNA MHEERBERR, & EBASAES, W
F5 DNA RAFHEEM: # E MIEFABS), WASTF5 DNA KERE
ER, XBARABRALFERFP)FM DNA HEERARNERKE.

ZhouZ IR hE FEAFERRREE., MAKFRREEHART
Co(phen); " (phen =1,10-48JEREHK . BEAHIE) 56-SHEIZM ALY RDNA (A HI4E A
- HLE. ZREHCo (p hen)y-6-FEIER 5DNA B EA K EIEEFAHSE &, Co
(bpy); 2B I RIERARLE & . RIATFHEA BT LA 6-F AR KL iHf4
FEZ Y.
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BERPIZARBABARZENTHECESOUEFRAATELE
. Hoest 33258, KILEMZE N> FH DNA MHEERFES EATHBEHE
7+ 75 DNA HEERMBAZEAN, TLMERERNTE DNA 5RE4EH
RS EMAFER. ' ‘

1.3.2 KXi&iE

LT ML A USRS 5 DNA HOAREAR, Hbg
ShAT M, TR, F @i, ol .
(1) HA-FT R 5T R EERFA N F5 DNA HEMERANEE
¥ BIEMHE. DNA S THRBEAE NS, 2 260 nm FHEEHE
Tt BT BT HORBOE BB E R A, B — R SR
AR R, WEMPTRYENERENE, 5 DNA B L RAELLEL,

. EME AR R RBIFN S F 5 DNA HIER .

(2) Ftokilhik: HLNSTFE DNA B4TE, 2EEAKARBISFREE
BEMABRE. GLINIFE5DNA LA, SRETRERER. FAXERE,
] S SRR AT 04T, $EA A S50 ) B -

(3) B @I BEME = B iEE: [’ EI4(CD) R U B S A s s
HEIRR S AE 9 A ST 6, — EIARSE DNA 7E 240~290 nm AbHITR I ARt E S5 —
REMIMER, BE DNA MR B—HER—EA8%%E CD (52, BEL
DNA £ B8 £ %S CD M4 FARINE LR LM —LREER. &=k
i# (LD) MRA T 5E et P17 E 5 10 F Rk . |

1.3.3 FHISIE Bix R BT HTHRA

FFBRERR vk & R ENE A T B AR R % R R /D 4+ F 5 DNA HE K
FRBERFFERHFRP BB IKT LIS R DNA BRI E 4 F 55 DNA B
MaEE B THAARRE, HARXES TS5 DNA ERANFFERE: MNTE%
5 DNA RAEFAMESHS TR, RETERERRNTERBEHLSE
REBEF R, Ko RIENE T E S H W F ISR R R A &1

134 X-Stk @RI 9 45%

T DNA S5 TFEEERIFIRNERTL, B X-HEBEGH T
(XRD) AR L E K 4 A 0L A R AR WHE R, ERERMNF5 DNA
AP k. BT BRIEHEFR/NDF5 DNA MY & GF EFE—EHR



£ T ERUAR BT DNA WAL S AP BETT R

W, XAAMARAETBAS. B, THEESERS TR THESHEE
FIETHBRANERE — BRI RE.

1.3.5 $5E%

R BAEHEIE R T, BENTERMNSFE DNA RELHEA
FRECHBEROHE. MFESYUEBAECBLIZANBATRS
DNA fEFIR, DNA HFBENHEE ST RUAHHBARE, EMIFE DNA
SUEHEMK, DNA BREORE S SIS HE, WELESSEEA TS DNA
fEFEY, DNA WRAIREE T B2k: MBAEAFRS DNA AR, MaTe
f# DNA SUBHER ML, MR/, '

1.3.6 HERE

W5, BFHBME (AFM) FiHBERME (STM) ATUERKNEE
M3 FE DNA 44875 K, BAMHR/NSFH DNA HEARNERTE
B3, WER. BEHBESHRIELFERRBRERMERIHIE.

BZ, ¥FPIFHEYE DNA HEERANHA, HE—HTERTE
RS NHEH, TRRREFHSHFTERTLIM. ZRRPR, LLREHE
R&EEHR. GEUAE. REHHZ. SINFHREER A TEMUTRNER.

1.4 DNA B FHMERBHAR

1.4.1 DNA BLEEMERBHERLEN

DNABLE LY R RIOERM — M TR AR . EREE RNUEER
—BREGHEFRECERMIFY (K28 LEIRE, ETUESERERMK
SHAETRFHAFEE-—ETRY, HEIRERELCERBLYESHER
AHE(ES. DNA BEZEREE—FHEFNERRUER, EMEBFETFIR
B R ARG, MEERE RIFMSBALERITIRE, BRES FEDENEY
B2 TRIUEERKHLEE .

DNA U ZEYERBFIEHFHENBIAR, —~£ 5 DNA HEHH R R
®, ZRMEEE . DNA FE— B EAN L& ALH 8% DNA(ssDNA B, HEEF
I SEERNBEFFIE . HEEBHIIRERER DNA £XFEBER N THER
BiES, REFSERTUEHEERNEER,

DNA B ZARERLAEZHETMD, BEFSNELRE S, FFEH
IESHEEN SR GEEENNRAFEERS, ERAERBIHRHY—%



BEBBERERRLEFAIL X

DNA 43 5 7E.
1.4.2 DNA B{LFEMERENETE

DNA HULZHRBRE G SH B XORRTUS AL — KB HIFCH
J7% (labelled methods), B—ERTAREHI A% (label-free methods). HHRIZH
FERAES A LA DNA B iIEEF 4 & WENEREE NS FRBEE S 1A
WX 4 ssDNA 1 dsDNA. BRI BRI HASE, B—EKBE@EITHIE
M EE) 1 5% DNA(ssDNA) A B Bl s B s iR (n & bl B Btk )%,
B DNA 845, fE— BB E B TR E . pH L4 F, X5 DNA #4t L #5 ssDNA
EBWBT 52 HAMIE DNA(CDNA)R S RN B RAT, RXL RHAME
DNA(dsDNA), XF#ZRNERBERFEERZIERAFAFIENEE. BRSNS
REBRESHRUGRER, NS EFFINBEERBTENEEHN. T
WIEH T ENRAFTAEHH: —FHEBT DNA 8 5ERHHEL2ES; B
— R tLEL ssDNA F1 dsDNA 76 AR R E AR AL AR ME R, 7T LUEIE i
PG R RAE . :

A DNA Rk 0% BRAS AT S04 i EE 5 B F -

(1) DNA H#4H B e, BIEW ssDNA SR HEE 22— A BEEERER,
¥ X DNA %45t stk

(2) 53 FA2LLRE, DNA RERRBAGERE, 5 EH7 ssDNA R
ERGTRITEM dsDNA, X—itiEh SRS A @R 514

(3) ZARHIER, WRAXERHEUANTHNEHRLEES, BTHR, &
B 8%, BEKALEEINZLESRAES .

(4) AEESHBRAZNE, RBFEBBLEEFHOARR, AHENAKE
WETTESTER B EE S HAE.

H, DNA BEFHTHE. BEURETHIEREXLEBBIRER A,
BT/ 4T DNA AR EE X T S BN AT THNAEEENE X,

1.4.3 ssDNA BB EAH *

BBl ssDNA MEEF R L, ¥ HWERE SR URE TS B OB KRE
HCN, o AR B AR &R AR B TRAR AR R R, e
RO, v BN, SRARAESREY. SRS, BEAKER
L6 T WK T RAKMEER S, B—FHFROENEEERG, BERB,
BIHE A RERKEEY, (EAEEEAE RSN, THRENREH
REZER B AL



B T B AR B 1R DNA b Y4 BB T A

[El & ssDNA K77t B FE AR A KR RTANF, % R E e 7 % E ER/RK
% ANeEE. BaKE. AeE%.

1.4.3.1 ORBftsE

_ Bl%% DNA EEMRSE—EBAEERMBIBHRRE. B RLEER
82— MED R LA vk . Wangl 72 0.1 mol-L™ pH 5.0 MIZBBEWEMFTF +1.7
V BB 1min, R5F +0.5V KK DNA #H4H 2 min, MTIEE DNA
wEr. WAEXERBH SR EEZ DNA, BRXEWIRALER 22-—H=2
EEAKBI BAKESTFESAM), BE SAM LB AR EE DNA
%1% TH% DNA MR, HX/83IH DNA BIRERHEIT T B Emitss
. AREEIREBLEE ERWEBER, REBEEHEAN DNA K&K
THI%8 DNA Bifsik. WMHEMEXER, BRESHHERNF HERE, DNA
BB P E TR B WA T A 5 R £ ER AR R

1432 Hipgsix

XRE DNA 4 FEEN—FMERTE. CREGBRRIMAE G4 &1
RERITEHREERE, B5 ssDNA REFHRE, BB KT ssDNA &
EEBREE. FRLVCME AR LM ikH ssDNA HBREEER BERE, W
Fi EDC 2k NHS #EL B EA KL i a B tk, FTEE ssDNA; BA 5% 3-
[EANE=ZZEERK (PINH,, B BABERETARRILUSIANEE,
M EDC AEERIEALR], % ssDNA EE THERE.

1433 B4R

R\ THEAEER, ERRRAVRBEEFN ssDNA BHTFE, &
ERFRAFEALAYEN ssDNA EEAETLHBNEALRAYFE, EHE
ZROELRBALEYSSBROERNEDNT .

2Au+2RSH=2Au-SR+H,
2Au+2RSH+0,=2Au-SR+H,0
Au-S NG ERE (BAE 84 ki/mol), BOEREEHAEZ E4, Fil TXFE
MYREEM . ANGERMKSHENETNRNER, FERENEDHERA
X, HEEKESTFH (SAM) SMREEFNZTHRET HES. GH%84H
FES>THSZIM LB (Langmuir-Blodgett) B—#HFEF, TARSBARHH
BB . SAM X8, BB TBEHEREBNEALEH, TRIEKE. B8
BMEZT (UHV) £4 FHERFHEXNEE. SAM $RES TSR R
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LB BHAERFH, BUThkE. BEURENERMKET UEHMNSRTEE
RSN, BdERELMNEETURT SAM SMRE LA ERIMER, FH1]
A HEREEEE A S,

SHRIMFREAEARFIEEFEEEFERLGHE. DNA 48
W BAKEEFEEEFTHER: (1) FHIRLYR_RUPESHREERE
AR, SINEMARESER, WHRE, B2&E, §2%, KEARRBLRA
DNA @it RMEEEBAREE L, XEFREAEE EERS DNA #iFE
YEREZ. () 5% DNA #THT £ RN, 7E DNA Ei#%#: E—SH E=X S ¥,
JERATHEMY DNA ER 4B e ewik E, BRAEEER. H5EF.
WYSHIBE DNA BESE, ~

PRSP RS BT (EDC) HUMEZMEAE, REH ssDNA
BEEBHEL, FH X-FEEETFHE (XPS) RIE DNA BifEfk, £8

RRE X-SHELE R TR B I PN, S ST R TR, Y89 DNA #
T E e E LR E.

Kerman %V2{#f EDC I NHS W B & RFBERLEREHERE 3-5%
RER(MPA) BAFIE b, X H B EHIBBTEIT, Ak ssDNA LHEES NHS
KR ERNR B AR R E, MTTK ssDNA B, oL —PRAERKT
R R »

Nakamura % UERGHEEMRXHFHILEY (Anth—S—S—Cy) #I%
EHRREMNEHEE, FAERS DNA MG E €K DNA, ¥EREAES
BRRENELEN 30%8, FHRFHEME (AFM) FAEREMKT

(QCM) MMEBNiZEEEH ssDNA AJFRFER, EHENRARE EER$

DNA RRELANERR, BEREE DNA 544 DNA B, '

A BARIERY DNA HREHTENBH LIE, REWBHEELM ssDNA
HESSBR#HTEAE. XMFEHEN DNA BHREEMEEEF. BE
HE. BFREFXRMN, EXNFEEHIRERBEH,

1434 BEHE

RALZBMHA S R E A SRS BRI & A B, BFA ssDNA
S54RI B AER T E E DNA F4t. Millan Z50% 185258, 18- EEBE
AR EBHORM SR, ZERREESEEESRE, REEEDC
HET, BT 1-BEERNERES ssDNA I SRR EL S BE, &
ssDNA [ € 2 s34k b 37F EDC FI NHS 74T, Bl 18-ERHR IS ssDNA
HIBERE TE BB, % ssDNA BBk E. XM EH S ERBIEE

9



B TRAGUREMR DNA difb YL RBTIR

HXNEE, FTRXRNARE, BRBERIRE, ERAKEFR.

1.4.4 ZZIETRFIRISHE

FTIRTRHIR —2 B 5 ssDNA F dsDNA LIAR AR EER R REE LS
¥, BEHEALFEEM LT DNA BB ZEEH OEEA (+1.2V~-0.9V, vs. SCE).
HE 5 DNA 4485, RETEHNELERRMNE, 75 DNA REHL TR,
DNA Bt FEETM AR S Bk R ERFRKRTRBAERNIRE, B
BRI FIRE A R RBENEREX. 54, FRDDFEXRKHE
BAERA T EAGME. JURERBURYRERIE, MEXN#—PHEIAL
BEBREBAGBRRREHNHRE T HAFTEER L.

FEAL 2 Ze AT B T 3R ST dsDNARIssDNARI B AL AT A AN, 2%
A FR I B — 2 2 A7 LUk $E N\ dsDNA B ZE 3 2 [8] 0 A~ BE M ssDNA & A& k3 1k
FRIEMWERMYF, B—H R E MssDNAM L L G E MdsDNAL L4 S K
BAEERE DN F. IRAZHERFTUSDEYLEE., EAY. £BEEY
- Z, EHJUER, FERERIT —RFIECS, SRR T OIS R kR
RO AT IR o

1.44.1 BHZHRZE

PR FEHN—KEER DNA BESF, EHA—EZIANER, X
X F T #% DNA 5 F B R EEERN DNA RXEAFEFTEENE. B
FREDFR—REENAMBEFAL KT« BER, BHTEFRMERE,
FRUEREVE . TVE. BUEERRRARS ST ECENA THREE S F
1 DNA FIHEEER .. BRARREIRIERFE R FF KWK Hoechst 33258).
WHEE., aNEM., 28K, PHa%. XEHKMEE 2L PRy EEN—
%, HRHETHETABBSNRAEE, KAN 45 pa/cm’ &, '

Erdem!®/%4) 5 ] dsDNA F1 ssDNA & 15 #5547 e84k (CPE) 138 CPE, X T
E 15 (Methylene Blue, MB)#/T T &S RZ(CVHR, I\ A MB BEHE HI—
T B B TR AT FE Ao

ERETEARAAEBRUEEFAT P (NR) M DNA MHEEER
HRIEEEH pH EHEZE, BT NR 2 FHEEHFAXRF, NR 5 CT-DNA 2 j§
HWEERNFRBEZ R, £ pH=7.0 i, ZHFHERTREENHRIEER,
3 pH=6.0 ff, —&HEXEMEAFTRRE AT EEA.

1.4.4.2 &G F 3
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HRBYI FEERK. B, SHEBORE. ZHTRES, HiX
2415 FA DNA WAHEAER, TUTRAYNEBMEYL, KRN T THES
Y957 % DNA 5240 B9 IRBIFEF LA K % DNA MR P MR, ZE 45 ik
EREBNTRANAEEER . NANYAFEIRTIETHNRBE RN
ML R, ENE. |

Wong 1 Gooding!®®! i # $7 i () B R B BR S B 5 W (AT A AR 0 36 R AR
B T DNA KE2BFEBMENE. BIIRA Talov® B A g AL B4 R R,
BmEBHN DNA BARFSHREE, REHBMBAFECET LRSS
¢t DNA (R EE € & . % E R IF R 0 RRBA S B 47 DNA R BRLIETH)
IR R — AN, FERAIRIEA dsDNA ROBREENT 2 6] 3F ELiE it DNA f&
BATEBERBERME]. F 5T LR 2 B4k DNA RS RN, 3#
B UK S EAMIRE— MRS B4 DNA, RMBAAS 0.50m. THE,
P R ER AT LASE A I DNA #9263 1 00,

1443 €RESY

—LESRESYRHIRLESBREAWERL T LEFHE M8 AE
WAEH, AT DNA BUEERBNSITNAT. BEANKESE
BTH Co. Os. Fe. Ru. Cu EHETRR™, ¥AEESE 2,2°-B4tE ., 1,10-
CIETRT 44-"RE2 BT AR MARE_REE. HEBERER
. ORI ATEBREEATIEILY DNA 8 b s e SsyEl; Owit -
R REIR R B4 I A R PR B 25 7.

Mikkelsen™>" 1% A% # Co*™ fEHFOEF, @M T Co(phen)s™ . Co(bpy)s™
REW, RIMFABEE S WA DNA H/MNIXHRBIS S 77, 3 R dsDNA
HIZi & IS ssDNA MZ & KRS, b ™ DIEE M KX % dsDNA F1 ssDNA,
REKTBEER DT AR5 DNA BPMEREBRBHNES IS ESE
BTESY, AXMESWERRFRNRTES 27pm.

1.4.4.4 FRIBBIRRIRIRTY

BRI E R A B AL E R AR A DI MR 0N T E B
7E ssDNA F Bt LU DNA 4, K49 DNA Beamk b, £—EmEE.
pH EME FRE LM T 5H7C DNA e HITRZ RN, MTIXTEEREF] DNA &
BHETRIFME. EAMREYE: EERLEEEnsFS | glep g
oAt R,

KEEEY R %, B, Bl%. BBy S)RiCEDNAKRE ., 4
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HE GHERREFRLN, BRBERXRKEHNE. Baverle FHA T HESKE
BEE, BEAMNBREMIENIER, ZFRR TS MiEDNA SREGHIE
RER, WAEENRZIRRFITRZFRL. ‘

BABRARA 5 % B s ARR T Je4e R AR A 20 DNATYL, - —rbd BRSO S 50 4T
E—ANE E BIBRAARC B0B4T ESER, #E DNA Reil B R R - RS .
GRAER FRRENL AR LBALR (+0.1 V vs Ag/AgCD f,&ﬁ:\ﬂzw&;cﬂ@TUﬁ
BBAR RSB 1-ZEAP=# AT E B T o

Mirkin®*"4& A R I SR T H AR K S LT B AR R K SR
Y, BERENHMEERFIRERTRN G, REMBRMREKERED,
- NS BUERFENEN, 415 DNA Z3TH4S R0 DUET /6 8 p R E A LR R
S, WEHRBERS, BMPRATIX 10 fmol £.

Wang* 38 B AR SR E BN BRRH AL EH B EMES TN
KR FREFHHERK DNA £, REFCEERE, EREAERKEAR -A®
R N BB REIE.

Yel® MR iE T —F L BERBRAKE (MWNT) BHEHENER 8% (SPCE), &it
Rl ssDNA HIB8EE G R DNA. [EE7E SPCE L) MWNT g T B F1&i#
EE, NR\mTREHE.

1.5 DNA BULZENERBHNASRE

1.5.1 DNA B34 4E BB R A B

DNAfZBHR R /LERK BRERM—KFRERESE, BPRGE, REHUATE,
EREERLMRMEHANREEN, BIRALXEFRATRINKE, Xt
BREEFRRHMEA . EYTIEFARS OO RELEEE/HH . DNAGRER
AT LARI SRR B4 BT FIBIDNA, 3B LB SRR MIDNAKI 3R 4G, LA R —L62y
YISDNARERNE, HATHEHMORTER, EIRKEE, SmHEs
HEEH N T2 TiRBA AL DNAE Y145 S8 10 3 A B0 RIRIE , B2,
BEHE S T, KEMBIEDNARGIF A, 2y 1 150, 2Rz 60,
HYNESFEZENAFE.

152 DNAB L EEYERENATSRE

4 J5 DNA H#BESJHNAAKSEFEUTIUAAFE: (1) BRRELEHHM®
, EER DNA HEELH HEMBI. DNA KB E W7 E RS 1 R
RESRREREWIEM, AANBELTERRERRNE, EEFEEL, &
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Al EKAEZERIZT. AR ARIE R BE R & R B S R, a4
FEDTHRARFNZBEARLE DNA HEBOTRTHLSETZRA. Q) KR
BIEFA . DNA fEREHEA, AIW&M%&*W%@&%&*mmu,uuﬁ
e R FE A T B SR T, BB S ThES. EREILAD DNA iR,
MSEHLE T, 3) BRANEBESSE—SRE. EmImA%@%mr
RAEMNRE, SEHRRANBTEESLZEST BARKER. AR IERK. K
B RREESN. EES. ERBTNEMGE, URERBRATHS
%,m&rmﬁ%,DM«A&M&INA%&%%%HWIW* DNA fEa2
HEERY K.

1.6 IZER{KIE

W51 DNA HZHAMIEE, TUMSFREETREGINSHER, BEH
YIRIERNE. BaNAEEREERBMAE, WEHRET, RBUES, BIH
EHE, (BRMEEE, BSIERTEATR. BEREH. BTFEBTBRn
K. BOMUERTIFEYSOMRCE TEENHE, W BOWLEHE
DNA K ZHMEABEFF), DNA MHBGEELNK, DNA SRR XEBETF.
EREEY. BN FYFHEER, £ BB 2R M # A2 — . DNA
KRBTSR T L RS04, BAIBIARHER R 2 THE X B4 S FDNAK
BEABUZIT AR, FRARTEZHT KEIDNAKLE WAL E 247, DNA
SHENGTF. RERERIEEBEFEFIN N FR—EY 5 F 2 A
RAEENBENHR, 5EYXSFZRKHLERREEERFEIE Y
Wi, DNASALEEYIERESE, BA MRS HH. DNABRLZEKER B iTRA
TR T R, AL YRR R AT L EN—ANEE S, EEKR, DNA
RUAEEWERBOFE. FFRBN S FEYEM B2 D B R E KM
B, CAEGMEHTRMET —FFEAR. FhE, wikRESRGEE TR
RERENEYL, BRHIEETRAEHEHFFIDNAGHA, ©EENINEREHS
REREH BIDNARFS, BRAIR, 5FERLMAZL. EEERN. fiEsy
e, BYMERVERREFESE—H2i, ByEYBNEh—MEAE &
FHIRERTH .
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F SR RFHREFAIRI

FTE BRI N-Q-MIEREXRGHESHE(S
DNA 2 E{EB8I#1 2 & DNA @1&-‘%1%5&%%9%%33

DNARBHAREP—FHEEMBREDR, BEEREENEM. BAEER
Rizlr, SEEE, AYHEFEHEBEEMNIER, FUREXDNARRN G E
MIE KX, DNARLZARBAGRBEY, BHER, ®RITHEE,
M EESMATS, B EAIDNAERETRERITHN—Fr. X HiRssDNARIR
BFHBEMRENHTR. FHEEERNAF FADNAS FF MEE 5 8 HELER
{55, TR IR R B AR e 6k 5 ssDNAFIdsDNA AR RIVE A 7 4 & B s
RRFIMENT RESIS, AN E BATNA LR W—Fh k. B80FER
PR, &RFFHZUESBWCo(D, Fe(ll), Ru(II)EE%%‘—ﬁDNA#EEVE%
TR RE, EAKSHEBESYSssDNARIASDNAUARFER 7R
g4, Fitl, UEHARNERBREYENERTIRET 2 HDNABLZE M4 EE
[23-25]

A B A AT IR K- SUN-(2-MEBE ) K F BB & R (ID(RTAR[CALo) R &
Y, BITENEE. BUX-FERIEAH, BETRESWHNTEH. 702
mol-L'pH 7.02KNaAc-HACEHHEBF, BABHREE. RAXBEHRT
[CAL,* 5 DNARIAE E/E . BA[CAL A2, At adsls
TDNAREAYERRE, RNZARE. FERRTEN RIS RAE N
FWEMIEF. PLA. PIEAYRE— ENRIFT R R B IR K.

221 E5EHA

CHI 832B ML 50 (L RBE); F-4500 KA HEHE S (HE
HIATED: ZHRRL: WHAEFITIESR, AgAgCl ERASLER, 14
Ve B B AR o

i} dsDNA (10 mg mL™, Ayeo/dage > 1.8, FIlEFFEY TRRERAE);
[CAL TR EBER: SH2A-RENZIRE HBYV) EEAN (LEfz
EPRIEAERAT) FHWTF: @FREFssDNA, S)): 5-GAG GAG TTG GGG GAG
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CACATT-3"; (534 E4F5HIssDNA, S;): 5'-AAT GTG CTC CCC CAACTC
CTC-3"; (5#&4tIEHAFFHIssDNA, S3): 5-AAA AGG TGT AAG CGT TTG
CCG-3'. TELM¥%#: 0.01 mol'L ' Tris-HC1+1 mol-L" EDTA, EpHZES8.0: i &
EIDNAZSF b b AT HOTESE M Y HYEAR ; NaAc-HACZE IR 0.2 mol'L”, pH
7.02; ZE-G-ZRERRB)R _TREREDC, LBRREYRZFERLH): 5
mmolL"; BET ZBTHNHS, TEEAER LEBAERFLAA): 8
mmol-L7; BFEhZE M : 50 mmol-L”, pH 7.40; LI B RIS X 4 #r 4,
KB K IR

222 BE&YCIL P HE K

EEEBRRS, ZO8K, IZESEEEHATETTREE. ¥ 2-Q
SFEEE (2 mL, 19 mmol), =ZB& (2.63 ml, 19 mmol) ¥F 25 mL EA =K
Fie KB RESEPEET, ZBHRMERA S FRIHWEFHRE Qml,
17.2 mmol). VKGR, W TFHBMRM 1h, K5 333K FRES M. i
¥lE, WERAEEKEER, FIEALKGRATER g BEKREEZT, B
EAMRYA. BhEE, 72F 91.2%.

BEEMHET, BB TITKZEEG mh)A CANOs),-4H20(0.12 g, 0.39 mmol) & 1%
W IMEET 2B 28510 ml)BIBER4K(0.16 g, 0.75 mmol)EHF, RMAPEE, B
HEEHI, RETZBEFESEER. '

2.2.3 [CL,J** 5 dsDNA HEERRIR KRBTSR

AT SN EN[CAL, 5 dsDNA MM EEREMBEIT THR, 7 0.2
molL” (pH 7.02) NaAc-HAc ZFHE R I~ RE[CAL]" WEH AR S,
MREFMANEEREERE dSDNA ZETHE 8 min, 4R, BARGEHE N
At KE dsDNA Fi 5 R KE 5 R L.

2.2.4 [CdL;)** 5 dsDNA HEE BB LSTH

7£ 2mL 0.2 mol-L" NaAc-HAc ErHF, MABENESYHEHR, AR
AL ZE AT OOE R A ROTEIR R R, REMARREREENE dsDNA, R4
VER R E AN R R Z Bk . TRIMRRIERI &M BIFHAL-LLV, BE AL
0.6V, BKBA-1.1V, 3% 0.1 Vs, BUEEEIRE 0.001V, bR 2s.

2.2.5DNA BiLFEEMERBNT &
B BARAK IR 1.0, 0.3710.05 umMJa-ALO;INNEREEH, —RKER. 8
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TEIRIEVEE, HHEARTESO mmol-L”, pH 7.40KBERRZE rh¥A ¥R TP {E FEAL(+0.50 V)
#k] min, REARE KKt ERER. 20 uL EDCHINHSIE1: 1/ L4518
&, BESHERETEHENKRBRRE, FHER FERREOMNRERESD
SMT THTJE, B ZIRKZ IR BE#AR . 48 5°H20 uL dsDNA (Cyspna = 4.68 x 107
mol-L")issDNA (Cs1 =3.19 x 10~ mol-L™ Y ATHu i T 15 45 BB R S MR T8,
RARFELASMT THRTE, BHAZRKMTs-HCISH| (pH 7.0) FHEEA %I, UK
% M BIdsDNABLDNAFE . '

(226 BiBREKRBR L DNA HRZ

KREmENEMBATE —RER S, BIEE M S; B Tris-HCI (pH 7.0)
FEMBERT, F40 °C THARN 1 h. REHAKREN ZIRERKR Tris-HC1 &
¥ (pH 7.0) M e Al AR 3 B AR R R B B9 FL4b ssDNA.

2.2.7 EBFRFIRIBEAN

B S\ BRI EAR, dsDNA BB EEME, HEA S, 738 LUE RIS stk
ST S3 A LUS BB BIBAEE 6.7 x 10° mol'L” [CAL,J* 9
NaAc-HAc ZM¥ T, 7E 40 °C FHE#E 10 min. K BEHREUH, B =K mEESK L
B & BRREARMCIL . 4 B

2.2.8 BALFENE

PTG IR PR AR Bk M R AT BB . 7E 0.2 mol-L” f9 NaAc-HAc B+,
LAHR & 17 BIBRR S0 AR 0 TAE AR, Pt 220 fBtR, Ag/AgCl ABHL AR, M4 Mk
MWRZIERFAM: BEHEM-1.1V, KIEEA-04V, BKAIERE 0.05V, B
0.05s, BkiFEAMH0.2s, BUREIRIRE 0.001 V, #EibAHE] 2 s, KATE-0.82 V MHER
U B[CAL,J Ho3E b . |

23 £R 54

23.1 BEEMREH

RBXER S M T RAWCAL P 3 ERIE T HEREH. BRAW[CIL> 1
ZHME 2-1 iR, BAEWCIL & RMBRF A REHEMENE 2-2 FiR. ©
BTEMER, AE 22 TLUEH, CAADEFAF-Hitki b, 5% PR
A ENBENMEERTF, BNMERTAKYFLHOBANEETFHBRARMALEH, HA
KOG FHRATH _HIEEH b HEAYWHLAHE R N\EE, FHANBREE
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BT EEURBIHH DNA WL #E YL BETR

FATNEERSIREEAN RS ERFE. B TERTREMERBETY, &
HHEELEYH CN BEF B BT, GROTFEN—H, EPEE
BEYARTHEH, MAFERZEMM_EARN 60.6 (1)°. ZEIEREHF,
KFEE5RMAT O—H+0 E8. AHEABEMBEREFHELERAEX
N—H ‘0, H—HMRT ZHFREHITEEH.

@(@ I

H,0 -——» Cd <—0H2 2NO3’

)

A 2-1 [CAL,)* ¢ 4# X,
Fig. 2-1 The formula of [CdL,J**

B 2-2 [CAL,]*" #9 R F AL K % Hr i B
Fig. 2-2 The molecular structure for [CdL,]** with the atomic numbering scheme.
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2.3.2 [CdL "5 dsDNA HE{ER BT R HET R

& 2-3 iR [CL "5 dsDNA HE R T ekt dhek. sk 1 Flphisk 2
AR ARFEMAZLE dsDNA B [CAL WA E S, NEFTUE S, [CdL)™
7 523 nm AHLBBHTNES (5 1), HICL)" KT IA dsDNA Bl
& RILLCAL P MR R 5 F B8 (%% 2), E9 [CAr, P 8 A% dsDNA B
BT,

35
30F
25 -
»
- |
pisll o
sr
10 [ 5 & 1 Il e i " L
$00 s20 440 560 $80 600
Anm

B2-3 [CdL,]*" 55 DNAAR Z4% /A ¢ & k.. %
i Fig. 2-3 Fluorescence spectrum of [CdL,]**
Cicaap+/ mol-L™: 1.00 x 10° , Cpna/mol-L™: (1)0(2) 248 x 107

2.3.3 [CdL,]**5 dsDNA 8 EE BB L51TH

[CAL,]*" 5 dsDNA HH {E R BT AL AT A1 LN B 2-4 Frm. B 2-4 o sk
13 x10™ mol-L”" [CAL,J**7E 0.2 mol-L™ NaAc-HAc /¥ Wil BITE A 2 ]
(CV), BT UMM B —A LB B AIBARIE, W EA7(Ey)h-0.85V. B 2%
B dsDNA LUJS [CL P RIRMA L MLk, SHhsk 1 MR BK, Ex FB.
KA (B MBIHFMERRHBEIERERT —FHFHEESY, Bard™®Z AR
BT —HEX2MF5 DNA MEERHRRAFRNER, B0 T5 DNA R4
fEREs, IR E° Al Mm%, NS F5 DNA RAESBER: MR E° HIESN
W, MAREREER. HLAY5 R [CdL,)" 5 dsDNA R4EMmFEEH,
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[CAL,J* #:3% %) dsDNA [ISUBIEEM .

40

kNI 2

: ]
11,,,"10' A
 §

B 2-4 [CAL,J* £ AR 3R E DNA ¥ 6418 3R K 5 B
Fig. 2-4 The cyclic voltammograms curves of the interaction between [CdL,]** and DNA
Cicatop+/ mol-L™: 3.00 x 10* , Cpna/molL?: (1)0(2)4.68 x 107

2.3.4 pH X[CdL,J*"5 dsDNA {8 E{EFE B &0

FEEH 5 x 10°mol-L! [CALy)*, 1.17 x 10*mol-L" dsDNA £ NaAc-HAc 42
EBT, 76 pH 5.5~7.8 TEEWEE T pH 5[CdL)* #3i% [Ri B I (ipe) B K B o
RILFEE pH KK, Aip FUEERIEI, 24 pH b 7.02 B, Al XEEAME, 2
JG Nipe BT REAR . BRI SCR kR B4 pH 2 7.02, WL 2-5

2.3.5 REZATEX[CAL,]* 5 dsDNA HEERKE N

[CAL,J*"5 dsDNA 4 F B 1] %4 [CAL,J* ik SR ik B 4 B B O . i e g7
AL EREE AR B M IEK T FH B, KA 8 min FAREEM, RACILP>
5 dsDNA BI1EF E£1A B F 45 . B, [CALP' 5 dsDNA 7543 7E F (5 18] 30 8 min,
W 2-6. Et, FHATESRE 8 min KBk Kk M HE,

2.3.6 FEF[CAL,)*" 5 dsDNA #EE R &0
2-7 B[CAL, 1 3E RUE B ipe SHEETFHIR vI2 % R B12%, MEIZ R BIHY
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¥ BRI RYTRE SR

BUERKE, & 0.01 ) 05 V-t RKEEN, EEERRSEEOT R
RELMXER, TRMIENSEMELE R LT . B 2-8 R{CAL P E B B i
SR vMERRL, ELRARTENEERSHEERERMXR, K%
=0, [CALPMEE BB RMUSY Bnd, RNt mRRmnmmERn
2.

1.4

5.5 6.0 6.5 7.0 1.5 8.0
. pH

M 2-5 pH #}i& Bk, S H-AKA Ay, 89 98

Fig. 2-5 Iutlueuce of pH on Ai (ihe difference of reduction peak current in the absence and

presence of dsSDNA). Cypra= 1.17 X 10™; Crearapps =5 x 107 mol-L™,
| 12
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th
=Y
~——

.———-.——-—‘.

h

A
W oW s
S o

T ©* F ' ¥ '
»

Al /10
oC
~ NN
A
\

t/min

B 2-6 B R A 5T iT Rk ARRAR Al 498
Fig. 2-6 Influence of reaction time on Aiy (the difference of reduction peak current in the absence

and presence of dsSDNA). Cgpna= 1.17 % 10* Cicaap+ =5 % 10° mol-L.

16
14r /
12 .

i /10°A

4 1 " 1 1 3. ] i 1

00 01 02 03 04 05 06 07 08

12,12 -12
v /VN7s

B 2-7 [CAL,* #93% Bk & A L 421k 64 F H AR 69 X & dh X
Fig. 2-7 The relationship curve of the reduction peak of [Csz]2+ and the square root of scan rate.

Cieaap+=5 % 10° mol-L™.
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-1
v/iVs

A 2-8 [CAL, " #hE R i E ik th X R &
Fig. 2-8 The relationship curve of the reduction peak of [CdL,)** and scan rate. Cieaaps =5 % 10°*

~mol-L7.

2.3.7 [CdL,}** 5 dsDNA B E/EAMGE Stk n REAER

LEBFR[CAL, 55 dsDNA MBI &t n REAH B2 AT, BR[CIL"
5 dsDNA R —F &4 DNA-n[CAL,}>, HEMT.
DNA +n[CdL,}** == DNA-n[CdL,}** @=1,2,3,..8 1,1/2,1/3,..) (1)

ZARBHTAR/E:
g DNA —n[CdL';z} ] @
[DNAJ[[CdL]"]
AT LA T 5T R
1 1 1 3)

- = +— +qn
A Ay g A e [[CAL, ']

HA[DNAJEFE dsDNA HIFEIREE, Aipe FAipema 3 ARE WA DNA FiJE
[CAL, P B e F A A RIB A E M, [[CAL P IRR(CAL) P AR «
SFRFM o, BERRNALS S[CIL T * R gk, RIEHEG).K
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BT B LRBHE DNA B EPERRTIR

A1EM n B, WA ~[CALP T EBN A —4HE, HZEARREMBET
KBEEEHB HaEUAIES

B 2-9 HEFE dsDNA mfw, E&E[CdL;]”ﬂ&FW@H’JﬂI?iéﬁa«ﬁ(l,,c)13
[CAL P kX R L. B 2-9 % 1 H[CL) HiE R g iR 534
WX RME. W% 2 HMA 4.68 x10° mol-L”! dsDNA J5, [CdL,)H0iE B %
RS H KBRS R MLtk 3 ik 1 S5 sk 2 BRI E R (Alpe, Aige =
ipet - ipc2) S [CAL > B HR BE B 2 TR B 2% o

30 b1
1
25-
420
20-
415
< 217 Z
« &
S I5f 2
X 31, ®
- wf
45
5-
o b1 2 2 2 2 n
5 10 15 20 25 30 35
{CdL,] 24/10-5 mol L-!

B 2-9 [CAL, > 643 R & S ok &, 740 MEKARL 55 [CAL, ) R 69 X 2 i 45
Fig. 2-9 Curves of reduction peak current of [CALoJ** (ipo), and Aiy versus analytical concentration
of [CAL,T?. (1)Casona: 0; (2) Caspra: 4.68 x 107 mol-L™;
(3) A= ipdl - ipe2

210 4 3 2 H T A ~MICAL T+ Al MICALYT « B R
AipI~[[CALP'T? B R M. M0 = 05 B, Ay '~[[CALP T H—%EHL(y =
09989), %4 n=1%n=2K, HEHEFTEH. E, [CdL,]"5 dsDNA
BT 2:1 MEaY. NESMRRABETEHESEH P % 2556 L mol™?,
FRBWHERA: DNA+ 1/2[CdLJ*" = DNA-1/2[CdL,)*".
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y o’ Lmol e 5
) L 3§ 5 | 332 .2 =
01 7 3 4 sowilmiamd
4 S8 3 « 8 gcrm%, “mol = 12)

B 2-10 Al B[CAL T # % £ B

Fig. 2-10 Curves of Ai,." versus Cicara+jus 1 = 1/2, 1, and 2.

2.3.8 DNA SB{L & BB E M

DNA L4 R B IEHRET ssDNA 7E B R 1E € AT Bu s
FEEMRNBEERS . RLRIEAB N RBEM B RZEELR DNA B
EARETIEREME. B 2-11 FIABESBHh S BHERER (% 1), 5 S, #%
JE/ S BRI BB B AR(S,-S2/GCE, gk 2). KR dsDNA 54 i B Bk B 6%
(dsDNA/GCE £k 3) B 5 EE b S; ARG Sy BBk m itk (fhk O 1EAT
YERE, S[CIL" BRI &EE NaAc-HAc M8 2R o Bk ik % il
2. S, B ERMH S KR R L LT R E BRI (e 1), 4R T 54
% S, 19 Sy B MR R AR ZE B A [CdL ) — B Al R 7E-0.82 V A AL T 5B BBk iR
FE[CAL, ™ ¥ i P e m A7 AR R 03 R (2% 2), FLUBERIN: 3.079 % 107A. 5
S| 1R B EE EARTE[CAL,) B NaAc-HAc Sl b BN AaLtL, &5
BRI ERRM RN ELRAE, XEEN S5 S; Ex, NMEBKREEK
T dsDNA, $ERAIZERRRERIUS, [CdL" 4 F/RBAL LIk HEE dsDNA B
EXNZ B HRMK dsDNA BIFERRETERAE BB T SREH ERE
[CAL,J* %53 i (07 A R O30 LB (B 4% 3), FLUEFRIT N 2.645 x 107 A, BRI
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5 T-EAUARAE ) DNA B AL 22 A e BT ST

5 S1-S, %5 A IE A AR s AR S AR LI D, RETIRER KRR DNA KB
BEFFIRK, ERRRARITRE, BANSRERRENR. M4 TUE
S, 1 AR AR T IEE AN S £E b TAE s AR & 7R 75 JL T 808 FBUAR AL,
BEH Si 5 S; REAFTHEFK dsDNA, MTTHERI[CAL Rk ikiE. HaiEit,
HF DNA L2 38 R AR S4R4T EAMY DNA, BB RIFRIERE.

BRTHY ‘ &)
a0k
«
8?
e 2
-
14}
2.6 - " . ; & " 1.6 - " " i \
04 05 06 07 08 09 -L0 -1 L4 05 N6 07 08 09 -0 L1
EV ENV
03 -1.6
3) )
18f
BE
2.0
"5
2 12 22F
e
2.4
a4 b
2.6
1.6 i " i 3 L. i 2.8 i " , 'Y e i A
04 05 06 07 08 V9 -1.0 -1l 02 03 -04 05 06 -0.7 -08 09 -1.0 -LL

Ev EN
B 2-11 445 75 Bl 40K 64 35088 S8 5 [CAL, ) B R 4% 25 12 NaAc-HAc % 4 B F 15 2| 69 -
BRo i 2% (1 ) SHEH IR, (2) S)-S, XX E SR, (3) dsDNA M EiL; (4) FEE

b §1-8; # LB th 5B
Fig. 2-11 The DPV curves of S;-modified (1), S;-S, hybridized (2), dsDNA-modified (3), S;-S;
hybridized (4) GCE. :

239 EERMER sDNA

BEEEH T SIREME M, E—EMIREBER, RIEBREHEM. X
—RIAE S BB AR L BRI UL ssDNA. 5% BRI IR 1%
Il 5% ¥E ssDNA FIWREZE 1.01 x 108~1.62 x 10 mol 'L~ {EE R 2 &M%
7 (B 2-12), &HHEAH: A, =0.1116C + 3.0365 x 10°® (C, mol'L™; Aip, A), FH3%
R¥H4 09962, HMFRA 7.19 x 10° mol-L (36, n=11).
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G 2 L o
0 0.5 1 L3 2
Cs/10% mol L

B 2-12 $ @R AL B 35 ssDNA RE M X A HE
Fig. 2-12 The increase of peak current (Aip) versus concentration

of target ssDNA (S,).

24 KENG -

AR TRAEDCA P MERFAEBLERAEREENREEFRT
[CAL,J*" 5k K5 dsDNA B E/EFE, 255K, [CAL,* 7T LLkIES] dsDNA
EZ 08, CASE RN pH % 7.02, B RN E% 8 min, [CdL,*" 5 dsDNA
RIS BN 2:1, SAEEN 25.56 L mol™, LA[CAL* 1 —Fhir i g 45
A, BEHMRBEERRT —MF NN Z RS A B DNA B2 e
2%, BT BRI AL ssDNA BB AR 55 S, A BRI Sy BRI R AR (ED
dsDNA Ik FAR) &3 IR & Z2 3T T~ U JE o Bk AR 2 i 4R MO EL 3, BBtk
e B A RIFHEENE, M DNA fREEXH ssDNA FIRITEEN 1.01 x
10%~1.62 x 10%mol'L™!, HEFELKH 0.9962. MK 7.19 x 10° mol-L?, iXFF
BAKE IR B R BEXE DNA B ERBARTESNES, FY
VIR RS SN EE A ERNN A E. '
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HORBKETIRAZENRX
F=E ZHEFFAEW EALE S BRI
A HIssSDNA B B L F IR

3.1 3

jifll

FTEEEEREYHEARNRE, EERER, B#ERFNEE, TAERRFR
MBI, B R ssDNA K3 IR AT cho s, B L, &
ZRBTREBFEMEF ssDNA B77EE, MIOeRm™, @iehmt, xEm
LW T EARRNEY, ARRAMRFRNET, LA ER, BAEHE
RH A EE, MEEE REERSHFAEZTANXE. HEWEHE., BE.
BN DNA Bl BB EHEREENE M,

HTEAXBARHEHE, DR ESHERNL, COERATFREGR
TRWMNREEN . BARERSNEYRESERREAER—EEFREN
HARBER, FURRRNBEEBEREZAXEY. B, FFLNFRNLE
VESERRALRIEEENHARDLERS . ZHEXHER (MBT) 3L
—MRRRNHRELEY, BRTCREKENRER, EREHTUESERR

R EFREN RS TE. MBTEAERCAH  ZHATERIR MM
FIE AN B TE, Hln: Tan% AUHRIEBZEME - AR B AEMBTH Ly
&, MBTEHUBERBEES, RSN R UN IEH$ B 5. Sandhyarani
FPradeep! Vi & TMBTE AT EEFHAKEANEN TH#, SREEH)TEM
th, MBTREAFEERE&MAIRENE. TanZ AIBEIMBTERENHE THRE
B HTMBTHASFEAMAMIER, SENRERFUEENREME. 55, B
MBTH 70 F 5 A Z AL &) & 4 P45 B33 D20 B R THA T VAR, RS
FRB IR RR T RN I3 52 RO, filtn. Wangs \PWHSE T AFpH
18 KB FMBT S F B M Fe(CN)e " AT R XY “FF %7 2R . JunFiBeng?!
MATMBTEETEBNE H ¥ EE. £REH, BFe(CN)™ FRuNH,) >
RSN EES EREN AP UR S MAEMBTRA S FERY &, B&, &
FHNFFMBTER LA ML F A F RS BIRRANE FiEB.

HRIAZEE ssDNA f7i%, WMESsE, BRAENEYE-FNESE
BT ERYRIELE SR, k. B, £XxER, KBT—HUU MBT £
i AR (Au-MBT)h T{E BRI DNA FIEib 3RS, FENHAKEREE
BRI T B 45 ssDNA. MBT 5 dsDNA #3E4 4, BrLAZ3 LS L ALH) dsDNA
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A DA i R 48 A, ﬂé%ﬁﬁﬂuﬂ@ﬁ&fiﬂk?%‘eﬁmﬁ, TE—ERRETLER
EAIZBELEXR. MBT Afts ssDNA #IG4ES, B AT DU IS i fpf5 a8
EEMEX 4 dsDNA F1 ssDNA.

3.2 SLES

3.2.1 {38

CHI 832B BALF TN (EREMNEET ) ZHIRRS: BEHBIRE MBT
BRI A TEER, WAMHEXR (SCE) BikASthatk, ALENHER
#%: BR(pH, 7.00)Z ¥ #(0.04 mol-L™! CH;COOH + 0.04 mol-L™ H3PO4 + 0.04
mol-L™ H;BOs)fE 32 £ B

3.2.2 7

BrAR4r A B, SER BT MR FURIA FIAR A T 4L, K3k ZIRE B K . MBT
W FBelglumA®] ((E) ; #EEWEDNA (10 mgmL?), EEEFEYTR
BRAF], HAE L Aso/Ase> ] 8HTE, W FI260 nmAbHIME L E R E (£=6600
Lmol™-cm™ ); 214N % ¥ 45 4f ssDNA(ssDNA-A), B #issDNA (ssDNA-B, 5
ssDNA-A B #MFIIEE 4 IssDNA(ssDNA-C, T4 ZEJE B %M FlssDNA-D, —/ M,
T, WEFHWMT:

ssDNA-A: 5°-GAG GAG TTG GGG GAG CAC ATT-3’;

ssDNA-B: 5°-AAT GTG CTC CCC CAA CTC CTC-3’;

ssDNA-C: 5’-AAT GTC CTC TCC CGA CTT CTC-3".

ssDNA-D: 5°-AAT GTG CTC CGC CAA CTC CTC-3’;

323 HIEMREFEEHFEWEEZESBR (Au-MBT)

R & BAR A\Piranha¥B ¥ (30% H,0, 5 H.SO MBS EWR, ALY
3:7) #5 min, REKKATAK ZBER ZKFEBKEEAEREYL min, REEH0.05
um ARG, KM B EARBNO.1 mol- L (IMBT Z BE 45 & F 48 35 36/ i
FERAU-MBT B3R, 48 /5 W 48 5 47 i) 8 M ZE BREZE T ¥ B (pH=7.00) ' . 0.0~0.8
VEALTERE A 100 mV-s™ B# B#AT B R R R U E R RHORE. B L
BRRBERI TR RAE =R AR

BATRPM I AR AR BARBAT T RIE, R EELS B e RARNE
R ARZEBRE BB AIBRE WA WK 55 x 107 mol' L S B MM BB P BIR L
&M T, RIETEHRARANEHER. FHTHRBEEFENTITE. 8
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— o R R e B 2 SR T MR T YR AT AT R
3.2.4 ¥ B#E ssDNA

WS AR 0.05 mol-L™ BEFRZE M W(PBS, pH = 7.00) 0.1 mol' L™ &
e (NaCl) BREAWHT, A2MA 3.0 x 10° mol'L™ #4t ssDNA-A FIAR
W BRI B4R ssDNA-B,. 7F 40 °C FHHERE S0 mine FATTRLLE, BRAZU
BRI Bk b 2k, BE R B KPHEZNAR, R MBT BIEA T2
AT dsDNA FIRUBIEZ Ho

3.2.5 Au-MBT BRpENME, BEMIEEN

HRERNAR TS, B FTAERERAERNT Auv-MBT HRH
FEHME, 7 0.05 molL™ BEBEMEM(PBS, pH = 7.00)0F 0.1 mol' L™ &ALk
(NaCDEBES BT MA 3.0 x 10 mol-L™ #4t ssDNA-A F1 1.34 x 10¥ mol-L™!
sSDNA-B, 7 40 °C FH# %% 50 min, HRFELE, BEREMBRERTHER
FHRIRA BRI EST.

Z R 5E LU B3 AR ZE 90 °C B ZW/KRRIL 1 min, 485 I AOK % AR
BAKKH, 1 min FEH, BIMHEHNHES KEES. BELBRRETRE,
HAERFARGTEBETHRL dsDNA Ztk, MEENEES, KUEFRE
REAESRERWAL, BLEMITERNE AR BB E . '

KB MRS dsDNA fEFA— BN EENEBLERFS, REKLER
BN 4 °C MIFEFRE, St —BREMUE—REES, BEESRERUMNL,
PAMCR A B R A S Bt ie e 1 .

3.2.6 BFIEE dsDNA 5 Au-MBT B4ERBIREEERRIZ

PA BT I & s TAE AR, SCE AS ik, MLBRAHEER, &
0.04 mol-L™! pH =7.00 #) BR 1 dsDNA ¥+, MARRREHELHER, R
JE R RS Bk R =% (DPVR, M5Bk g &4 FIsREBALY +1.0V, £k
ALK OV, [EREREN 2s. BERALPEBIREREMN, /2R DPV #

33ER51HE
3.3.1 MBT {HE & BRI R EHE

B 3-1 AR &R () MBT A& RRO)NEREEE, NEFTUE S,
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BT E A ARAE 1) DNA Wk 224 P iE a8 1 ot

BEHRREELBLE (B 3-1, a), T MBT A& HEREE —E3F 1) MBT
BoaFE (E3-1, b) . B T DASERT, B RS AR 0.1 mol-L™! {4 2.2
HHT 36 h B B AT R AT

B 3-1 &G (a) o MBT #5462 €L (b) 9 L4 H
Fig. 3-1 The SEM images of electrodes: (a) the planar gold electrode; (b) the MBT modified gold

electrodes obtained by immersing the bare gold electrode in a 0.1 mol-L™' ethanolic solution of
MBT for 36 h.

3.3.2 MBT HE BRI BILZETH

BRHE SR B B AR B & T LA B R B R B ) 6 ri AR R TR TS R 19 400 8% o
T, SEXTRIEENTENEYES BRI A QAR KRERE,
ERAEFEXRFRUEWELTRANEKINE. MBT & —F UM s 4
V), FRERAIEERLIR R E AR FLB I MR S S AR TE R B 4R . MBT
PAGRAR B RE Y AR JE A7 4E, Sandhyarani % A\PHRIE B MBT LABRAR (7 R
Ple RRRE, WREE3-1.

HRR8R

?0 ‘\cv' '\cp' s\cf” 8.‘ 4"
a— l i
|"’F As j_l
FHE 3-1 MBT £2 AR H AL QLR YLHE

Scheme 3-1 Formation of the self-assembled monolayer

of MBT on gold.

40



HRHBAFFREFMRN

32 PABTRE VIR MBT B4% & BRTE BR ZrHEB T HREARE
70, NEIRELLBE R B 825, MBT A% Bikane i BT REBHH
W R . SR AT LA, MBT B2 & RRRE AR R B k3 R IR L
BERMMBETHY . SNMEREEERETNAZE.

1.2 4= l A .¥....414.:’.1"LL*"VFAL-..

041 T T

D e S i B e (e e e e S e N B S S SN B SLMLRA]

-3.6
08 070 060 050 040 030 020 010 0

E (V)
B 32 REeR (a) KL (b) £BR SRERT QRARL L
Fig. 3-2 Cyclic voltammograms of the bare (a) and the modified
gold electrode (b) in 0.04 mol-L™ BR

buffer solution at pH 7.00.

B RN ELE R BXTE AR —FE T MBT E&RIRREE
BT BAFERE. 4 5% Au EARA Au-MBT 4% A 0.04 mol- L' BR ¥ (pH
=7.00) F15 x 10° mol-L™ K;[Fe(CN)s B S BT, BB EES. HRUE
3-3 B, MBFTURHR, BERRERRTE XN T Fe(CN) BT
SR FIETAEBERLTREE. X—HSH#—HIEHE T MBT £&BIRKE
R T BAEREHEH BFHPEIE T BRREH B FHEE . EIRE, MBT £
B U MBT RIFERAFEY. b MBT # £ B 58 UL M 7 s ST AR
BT LA Fe(CN)6™"* B3 R 53 7E AR R I T EALE IR, Bt Au-MBT HURZESE L
PR R LR R
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24 1
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-1.6
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241 : : : : : : : 3
283 i NG
B2yl NS
36 S B i e o e . e o

060 050 040 030 020 010 0 010 420
| E(V)
B 3-3EE (a) FEEEM (b) £ BR 5 KiFe(CN)g AR T AR R &
Fig. 3-3 Cyclic voltammograms of the bare (a) and the modified gold electrode (b) in 0.04 mol-L™
BR buffer solution (pH 7.00) containing 5 x 10” mol-L™ K3Fe(CN)s.

i, (10°A)

1333 Au-MBT B4R 5 dsDNA RIHEEER

- BRAREEBRKEBRE B (pH=7.00) B KA LB RE N ENEILITE
i ([E3-2), BREEBREME R KM Hkik B AEB MR B — B EHER
W, nE3-45TR, BREEREBREMER KT RIE(E3-4 AL RIS
KIRE (E3-4 B) WAVKILL%E 4 o AR iy ik e A7 548 & AR AU BB AR EL LR 58
2R, HEERSBRREMHRR LR &R ARNENTRTE.

REBRAEST HMBREMNE R FIERFRK, BEIDNAKERER, B4
EEAR i F R B AR, X TTRE R B N dsDNAMR B B8 & iR KRS T R 74t
B, WM, XMHEEISDNAKE S MEBRRENAZZRELEXAN, B
R WX AR HHE R R RE M.

20 3% FR FEBR B VR (pH=7.00) My IE B LU R & B iR IS LR A B 1)
AR, XMILZBREMBTESBBRELMR T LEM, FHAKEETS6EE
REMBTHE. AN, SREAHRAFANE, BEEISDNAWKE KI5 B 7 th
BN AR AL ME (B3-4B). WangZ A\VHR T HEFAR S BIRS
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dsDNAMEER ML EITH. MI1AK, FENESERENTESTF, BT
PATE & AR R ML A Au-SEE, T I 3R ZE 7 7F 0] LUK FE A dsDNA R /M o T &
MFEBEE. MH, AFSRENET ENEFEBRE. BAIER, dsDNAR
AHTERREAFEBRNENFH BB TDNA-ENBTEBREH ., Whelan EA
PHREEMBT S FEREESE S T4 HERE. Bk, MBTRIFZEH— B RERK
TDNA-BENMHFHEBNER. KENBFEBUUKEENREREMAT, 4
. MBTEIBEAASDNAE 4 BEFE R KR F BB IE, FEh, Au-MBTH LUEEMEMN
X 43dsDNAIssDNA . " ‘

ip (10°5A)

o T

EV)

B3-4 RewMA AL GMAE REURE 9dsDNA BR T 69 M bt
Fig. 3-4 The reductive peaks of gold on bare (A) and MBT modified Au electrode (B) at
different salmon sperm dsDNA concentrations: (a) 0; (b) 6.67 x 10™;
(c) 1.67 x 107, (d) 3.33 x 10?; (€) 5.00 x 107 g-L ",

3.3.4 BFEEX Au-MBT BiR5 dsDNA A48 E1EFAHIEZ00
LEBPEFREEME, BRTHEFHFESRS dsDNA KR4

43



B T [ 46 BARAE ) DNA WAL ¥ A Y44 BB R

P SRRIR, SXAER U/ dsDNA SHEYRIE fB/EA. B, 5 dsDNA
B A Y RIS RS TIN 5 dsDNA BUE4 A MM RIEET L TRE
Fm, BAVELR PRI T BTFRES Au-MBT B4%5 dsDNA HE /K&
Wi, 7E47 dsDNA g BR S B 0 N RV B EUAL AR IB TR, 2 AL vk
25 0.05 B 0.2 mol- L™ vk 76 B PO A AT, 455 4 s AR M 43 ook B A0 L4 L

C FRERN. Bk, #ATAK MBT & dsDNA R#IEEA .

3.3.5 Au-MBT B {LZE K2R TSN B R ssDNA

S HE DNA 5 FEFFH) B R DNA AR L2 E SRR T £
BABREEME. B 3-5 KT Au-MBT BR#E ssDNA-A %#(1), ssDNA-A F
224 x 10° mol-L'ssDNA-B HIBEHH (2), ssDNA-A F 224 x 10 molL™ -
ssDNA-C FIIR &% (3), ssDNA-A 1 2.24 x 10mol-L™! ssDNA-D KRS
(4), 1.81 x 10°mol-L™" ## ¥ ssDNA K (5), 1.81 x 10¥mol-L™ 4% dsDNA
BROTHHORES. ERFILUEN, REHE ssDNA-A i JLERE E
BHES, ERYRISE2EIMEN ssDNA-B 2% BUE, BN MBT #iEE T
ZRATFERE) dsDNA SUBREL T, FrLlUEmARER K. F4 5= REFE
*ME) sSDNA-C FI— /M EIEE 4N ssDNA-D 2438 LG, WEmi1E 5 5238 DAY
MELFEERN, EREERATRENESE. NEFMITUES 21 4
WA ssDNA F1 dsDNA HHERRMERES, T LURIK 665
ssDNA # dsDNA B H B ER R BERES, UK LIAHE#E Au-MBT EEAR
AT LR AR 21 MR A) DNA R B 4 77 LRI K 85 /9 DNA.
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Fig. 3-5 The differential pulse voltammograms on MBT modified Au electrode in the solution of
ssDNA-A (1), ssDNA-A plus 2.24 x 10°mol-L™ ssDNA-B (2), ssDNA-A plus 2.24 x 10° mol-L™'
ssDNA-C (3), ssDNA-A plus 2.24 x 10 mol-L™! ssDNA-D (4), 1.81 x 10® mol-L™ Salmon sperm
ssDNA (5), and 1.81 x 10 mol-'L™" Salmon sperm dsDNA (6). The concentration of ssDNA-A was

all controlied at 3.00 x 10 mol-L™.

BAVE T HEEFR ssDNA MRERATRERESHRULEB IR
ssDNA KERIX R, WHBTESRA THRE ssDNA 5 BH5 ssDNA IR TE
E. NE 3-6 RATLIE W, S RESBRAEM (5T B0 E5 B ssDNA
HIWRBEZE 1.59 x 108 2] 2.40 x 10° mol' L' TEE N 2 &M X FR, HEXREH
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0.9987, £EH H 52 H Aipo= 0.1634C +2.6062 x 103(C, mol-L™; Aipe, A)» (30, n=
11).

Ai,(107A)

g ¥ M I v ] v ] o 1

0.0 0.5 1.0 1.5 2.0 2.5

C (10°mol/L)

3-6 B 4% SDNA-B 893K 5 4035 S 405 & RH o fh 6 M % 2 X,
Fig. 3-6 The concentration of target ssDNA-B vs the increase of cathodic
peak current Aiy. on MBT modified Au electrode (the concentration

of probe ssDNA is 3.00 x 10 mol-L™).

33.6 Au-MBT B FERBHENHIBEEN

BAEBTERNAFE =/ Auv-MBT 81k, &KKIEH Au-MBT-1, Au-MBT-2
Au-MBT-3. 2 34 =/~ BB AR S A8 FI 9 B ) ssDNA-A 1 ssDNA-B HIIB S % F,
B ERPRHTHA, RESIRAN=ZABROBRMEES. BNE RSB
MIERMEIAT R 3-1 F, NEIERTUBHLER, XEABREHRFM
WA JLFRERN, RARFHFENEREAREEFHNENLY.
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£3-1 ZApsE S84 3.00 < 108 mol-L™ ssDNA-A & 1.34 x 10° mol-L™ ssDNA-B % &
A ARSI
Table 3-1 Responses of three Au-MBT electrodes after DNA hybridization in the mixture

0f 3.00 X 10 snol-L™" ssDNA- -A plus 1.34 x 10 mol L ssDNA-B -

Peak current (107 A) Peak potential (V)

Auv-MBT-1 2.853 0.436
Au-MBT-2 2.846 0.436
Au-MBT-3 2.857 0.435

EMBEE AR AL A dsDNA FIXUE e A G B 7238 B e B 7 i3k
il Au-MBT AL REHTFAENE, RN/ BENBAIED, EHER
FERREHENENL, l'z,ﬂt A EAERETURE L KRS EF
ssDNA.

3.3.7 Au-MBT B8 {54 R RIIR T

FHISIFH Au-MBT BLEARBRA 4 °C BT RT, BEEE—&
RRIE — e E S, E—FAZH, Au-MBT BUEZEERBRRERIFHRE
e BLR, BRHRESHEIE - KNEN 97.8% . —HLUS, BERAET
R

3.4 KE/NG

EAEDE BARB T EEE T AvMBTRR, I BETHMEEREaL
F R EXE AT AT TR, FNESERERBAEVAT —EMBT
B, BEERT WAL ERRIdSDNAKAIEER . R ILBEE dsDNAYK B 9840
43R AR AR R Rt R BT N, FEE—ETRHAREERR. AL
BEBRHML L FRERL, RAEESORMAEERRERET RGNS
LT H

FIREZ ST WA B MssDNAKMEER, BB REEBRHNE, R
BR S B AR AT LA PR S 11 4% 15 K 2R I FR 1 IR A dsDNA FIssDNA . F B iz B8 1 U
BXE R EirssDNA, WG SRIARRE T R ErssDNAL B #fssDNA
FATEBE AR, k5 ke 2 58 R g L A 3 I{E 55 B ARssDNARIR B 7E—
EREAEREXR. AAA-MBTAEREM RS, HEHEERE, MK
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B, BEMY, TUESAMASES, A ERSTTUAREEEEHRIN
A YEE S #IssDNA.
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BT [E i AR B4R DNA b4 Y& BB TR
BME —HEFHFWMEEL S BRI
. iB3IssDNABY B AL F RS

4.1 851§

FEFFRANFHERFKE (MBD 5E=FPRMBT—HEH R RN
BUEY, BAEESHERRELARENBALEMESA. X, FEFAE=
ERBEHERR TMBIZ ML BRI N T BRI &DNARZEE RS
BRI AEE ZEHEM b LR #T TR,

EEFEABERRECLE R TMBT, BT AT BRREEEHEDNA,.
A b R BEFE S MR 5N IR T F B ARDNAME Z & 743, X AR T L R i o
B. £AES, BIBINTHRBR, HAERKBFREEEHRIDNA, R
BT ZAHIH RSP B B FEDNAREEHIRA R, BEESEE. 5K
TR T dsDNARI BB AR AE BT VA i P &, {8 B ARDNABEAFT IR P,
BRFIMA R EWMHELDNA, EE&ENEGT, EHMDNAR, FAMBIAXKHE
AT, BETEENE. BAENSBRUREEL-1. ME=F 8, ERTH
FIREX AR B SISsDNAEBERMREW, KIAMBISdsDNARE T RG4S
EM. FB, BBRESSSDNAREE—EHEEHNELAMXRBE TSI
ssDNAWKE B WML, R T AP ERAFIRHIdsDNARssDNAKIEE S .

52



F R EFREEMIR L

2
NHS + EDC 3

ss-DNA(S;) ss-DNA(S,)
GCE

HNaClR 4%

[

\/
(X

DPV

- $

WA ss-DNA XS ds-DNA @ @ MBI
FTEE4-1 FRRtTRE

Scheme 4-1 The process of experiment

4.2 LIRES
42.1 {(EFFNiLFH)

CHI 832B LML (L RE(ER)); ZHRRL: B&EHFaE MBI
BARE & BRI S THEm, MAMHER (SCE) @RS Ek, HLEHH
H4%; BR (pH, 7.00) ZEMH% K (0.04 mol-L™! CH;COOH + 0.04 mol'L™ H;PO, +
0.04 mol-L™ HyBO:)YEH 303 AR IR . B B Ak SR i% 4% B 4% ssDNA-B,

MBI 4T % E Belglum A5, ZE-G-ZRERE)K - WKHMEDC, ki
BEREVHBZAERAT): SmmolL?; BET ZBWANHS, T EHE &) i
WERFIAF): 8 mmol-L”; £ ¥ dsDNA (10 mg mL ™, Areo/dage > 1.8, L5
FAEMIEERAT): 21 MEEKFSL ssDNA(ssDNA-A), B #E ssDNA
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BT B RIS MR DNA WL Y4 BB A

(ssDNA-B), 554t ssDNA & UM EIEE #MFI(ssDNA-C), WEFFIIT:
ssDNA-A: 5’-GAG GAG TTG GGG GAG CAC ATT-3’;
ssDNA-B: 5’-AAT GTG CTC CCC CAA CTC CTC-3’;
ssDNA-C: 5°-AAT GTC CTC TCC CGA CTT CTC-3".

422 FIEMRIEZFEFEFHM AL S B4%(Au-MBI)

¥ 4 & B AR AEPiranhai® il (30% H,0, 5 H,SOLMEEEH, HARLA 3:7)
HZ 5 min, SR JE KK T K ZEA R ZEE/K & B EFEYE] min, #3EH0.05 um
RIS, #E0.1 mol L'MIBBEHH AR LM, KIRENEAKER
B, AT EEAREANO0.1 mol-L™ MBIZ B 4 336/ FE A Au-MBI H 42
M, KRG HF T AR EBRE BB (pH=7.00)F . 0.0~0.8 V A5 HE M H
100 mV-s" B AT RA R ZAMUERUERM YR A LRRBENR
WIRAEE =R R,

BATE L 2 B R AR RS B R RFEBRE M FIBRE B 52.5 x 107
mol- L™ BRE M PR R B MR TT %, RIET &RMAENENER. iE
BT LR B VR AT AT

4.2.3 FBIEFNRIEFH BB

BB EARKIKAE1.0 pm, 0.3 pm#00.05 pmBIEALERBITIE, REHE
TR, FI1 % 107 mol- L'K;Fe(CN)JE R R AF AR MU L IERE . % B2 1T
HIFLBRTESO mmol L, pH 7.40M5BHRGEM VR 18 FLAL(+0.50 V)& min, %
JE B RE oK BRRE. B20 pL EDCHINHSH# 11 LI & KB RE T
EHEMEKERRT. FERRANBEBELIMT TRTE, AZRKE R
ek, SREH20 uL ssDNA-AYYS I FiE/0/E MBR BARRE, BRELS
TFHEFE, BHEAZRKMTs-HCIE R (pH 7.0) e Z1, UBRERMHH
DNA#RE. ¥ ssDNA-ABR B AR R HE A L ARKFe(CN)R1E -

ssDNA-A S5 i B Bk B8 %8 A\ B & ssDNA-BEssDNA-CI10.1 mol-L™! NaCl¥&
B, 7 40 CCTFHHFATS0 min, R/EHBREH A KRR ZI AR ER
Bt #)ssDNA-BE(ssDNA-C. 3 LAJE T B 1 dsDN A 15 417 8 3 Bk s AR 1 F R A £
K3Fe(CN)6 A R AL -

424 [E DNA EHBEFEHHMEIFEER ERBELFITH
(1) dsDNA BALZEAT H: UBREFRH KBS EHR A T/ESEE, SCE H
SRR, FLBERAHBIBEE, £ 0.04 mol-L™ pH=7.00 ) BR & X H%
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HSRBOEF A EF AR

SRR R S (DPVRL I, B RKP IS4 . BISRRRALN 1.0V, b 0
V., EREER 2 s, REARAFERTRIMARFRRER dsDNA, & ER%E
HTREMA dsDNA FHM Ak R =ML '

" (2) ssDNA RULETN: UARFHE RN THER, SCE AS AR,
LR MBI EEAR, 7 0.04 mol-L™' pH =7.00 A BR ¥ P K INANR FK B
i) ssDNA-A, RAMM R ZE OPVRH, &4 L.

(3) ssDNA-A ZRUEHBUETH: MAREER LB TROEH
ssDNA-B ] 0.1 mol-L™" EISUL B s ¥E MR BN sSDNA-A, A 2K Bk M5 1
JE B PR B A SLYR R 25 40 °C T BRI L SO min, 45 LUE BRI A dsDNA
BRI .

42.5 ¥ E4RssDNA-B

F sSDNA-A & 1 09 35 B 62 4% 55 R A 9R B (I ssDNA-B AT, 2438 LAJE U A
dsDNAE i H#% & A 90 °CHI#HI0.1 mol-L™ NaCLAK F1 min, /5 FREE
RN FINaCIEW 1, IXA¥ssDNA-BLFRH & BN T HMFIA FINaCIE K
F, BHREFA KNaCIERRE, FEEEMFIMALS x 10° mol'L™ ssDNA-A,
740 °CTFHAEZAES0 min, KEMIF A Au-MBIEARIE A AT HF B R+, B
RS R B& R FIMBHRIEA T 223 A dsDNAKI RS .

42.6 BTFREX dsDNA 5 Au-MBI B4 BB E/EREW

CABSeaF & sl T atl, SCE NSk, LBl maek, #
0.04 mol-L™" pH = 7.00 f BR 1 dsDNA %+, MARFEKRENELHER, R
JE KRS kiR 2% OPVRI, MRk B4 WERBAN +1.0V, Kb
BAA OV, [ERRTEY 2s. BEEELHERIKREREM, B3—FK5 DPV i

43 ER5i1ie

4.3.1 WEISIFRARR R FRIE

AL BT Fe(CN)6 /Fe(CN)s B AL R BN 1E A 34T RAE T WRKIE AR,
RAERRT —MELK, BeETENRRFEAEREXY, SRRAKXEE
ssDNA HIERIKBREEAR, BT ssDNA-A BB IR, EET ssDNA-A B5HE
#h ssDNA-B 7838 T MO9SR AR AT 5E UG XM Bk stk b THE iR, F
0.01 mol-L™ 7 KCI ¥ *FiEF 1.00 x10”° mol-L! #9 K3Fe(CN)e HITEFRA 22 4%,
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B TR LARIE YR DNA WAL S A s B RS

Nk 4-1 FiR. MEIFER], BET ssDNA-A BB ER(C)FMEE T ssDNA-A
B E5H B ssDNA-B 22738 T #9355 FB 4% (b)J 18 Fe(CN)s> /Fe(CN)s ™ HBXT A 4LIE
FIE BRI LR B ERQ@PIHER/N. XZHTF DNA ﬁ?%ﬁ%, fE] 2 2 e
R I DNA 2T X # 41 37 ) Fe(CN)s>/ Fe(CN) B3t A H 5 %‘ﬁﬁfﬂ%% ¥z
18T Fe(CN)s>/Fe(CN)s* E%t&tﬂ’]%%%}if AT A58 L AR TR e B, 0 25 ik
/o BBl E T ssDNA-A FIFE 2 T ssDNA-A B 53 H % ssDNA-B 2675 T BIBLB
Bk, EEENTEERBIMIENHE, XRHTEELAXEBKEKRE DNA
HMEEX, Mt Fe(CN)s* /Fe(CN)s BB B F R KEF R RAEA IR BEET
ssi)'NA‘A(c)“ﬂl%% FUEXTHHNEBRBEBEROLFEEARARB
Fe(CN)6*/Fe(CN)e" 4L 3T BB, MR EEZHLUEN EE#LU:
ssDNA-A, 7J<)LB’J ssDNA-B 2B 3| THEET .

21, ; : ; _ _ ;
181 - it NG ]
1.5
1.2
0.9 1 : : : ; ;
064 - .. ......@a
0.3 1
0 -
0.3
-0.6 1=
-0‘95,,.
1.2
-1.5
-1.8

060 050 040 030 020 010 0 010 -0.20

i(10°A)

E(V)
B 4-1 FF 4 EEK LA KsFe(CN)s BR T H 1R R b KB
~ Fig. 4-1.The CV curves of K3Fe(CN)s on different electrodes
(a) Bare GCE; (b) ssDNA-A modified GCE which had been hybridized
with 5.3 x 10"mol-L"! ssDNA-B (c) ssDNA-A mbdiﬂed GCE
(d) denatured modified GCE in 1.00 x 10” mol-L"! K;Fe(CN)s
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FHRBEKREFREEMIRL

M EERTT LA 48, FIB6R SR AT LAAAEE & P B4 IR A B R ssDNA-B
3 BT LUB L A# 0 7 208 B 47 ssDNA-B & ER B 2 HEHF.

4.3.2 Au-MBIRB R B L FRIE

FEAETISWS TELERRARAR—FIERRE AT B A%
O, MBIR—HMEHENRIMLEY, ETUEIA-SRRBENLSELBRER

T, MBI 24 4 i 48 53R A F IR B 40K PRI g (D S04 T,

FEE S, RO MBI BEAESEREET —HHNNARS. B42EH
THE®RRH MBI BAESHREETEBRTBAETH. NEFTLES,
2 %5 W AR HUE FE R B BK, X R MBI CLEREE T EHERREH AXZHE
BEREE T ERRANETES. AR5 UMRENELFEP. HTE
W HE BB EAT o, BAE — SR T B AR E Ks[Fe(CN)6 )R+ BB R &
170 B 4-3 B 7R, (a) F (b) 456 18 4 iR AN 28 3 e AR 7 0.04 mol-L™! BR (pH
=7.00) &1 2.5 x 10% mol'L™ KsFe(CN)s. JE AW F MTEF R L k. MEHTTLL
FH, BRE T Ky[Fe(CN)6J# K A — 3 AT 8 B AL SR T 28 5 s Al JL P %
Hig, RPHEBIMET Fe(CN) ERRREWENTR. BIRE, PR
W, MBI LB AR EEL, REFEE, HAFRKES Fe(CN) " ML
HF, EMRIET Fe(CN) ™ ZERBRANENER, #1870 ERK.
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BT EE RIS EE DNA b =YL RBTA

.32 :/ L
-3.6 +——r——rrr—rr—r - .
080 070 060 050 040 030 020 010 0
E(V)
B 42 RELKA (a) FAZE LM (b) £ BREFERT HBIFREH K
Fig. 4-2 Cyclic voltammograms of the bare (a) and the modified gold electrode (b) in 0.04
mol-L™'BR buffer solution at pH 7.00.

18 L b e e L

=TT T

= 0 3 ey AN : 3
021 : 2
04— L
-0.6 1
-0.8 - -
-1.0 1

-1.2;
1.4 +—— ™
060 050 040 036 020 0.10 0 0.10 -0.20

E(V)
A 43 #e iR (a) FEEKEH (b) £ BR 5 KsFe(CN)s RAFAR T I RAREH LK
Fig. 4-3 Cyclic voltammograms of the bare (a) and the modified gold electrode (b) in 0.04 mol-L™
BR buffer solution (pH 7.00) containing 2.5 x 10 mol-L™! KsFe(CN)s

T | AL A A S A S B S e S R RS S
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B SRR EFAEFARIT

4.3.3 dsSDNA5Au-MBI #HE/ERBLFETAH

B 4-4 1 A B RBEBRERFIRE R dsDNA W+ # DPV #hizk, B 1
4> & Au-MBI BAREARFRE K dsDNA BB+ 8 DPV #i%k. A o HEEE
R i#E 4 BARZE dsDNA MK E A Z R pH = 7.00 9 BR Z@E W Fr=4E g,
- BRI S AT 5 44 B SR IR B EAER, XREHEREE
RETMARREI kM GARELBRRERENERA—RELEERDE, RIE
ik

3e

Au === Ay’
+3e

ﬁﬁ%mmmﬁﬂ?i%ﬂﬁ%5%%%&?Emﬂ%ﬁﬁﬁ%ﬁ ﬁﬁ

%m#%waaﬁ%ﬁTﬁ%WEﬁ #Eﬁ%ﬁ@%ﬁ%ﬁi@%%&xﬁ%
WG T RIS T S RARRE I T HB.

ERBFHKRAMET, KRR ERE R IEFEEdDNAK K K3 s
o WERRVGSDNAT G A B IE BT HRBER, HxBTEBRRRER
FiT dsDNATUBEES T T RIFR, (BRXMRMZIEF R, 1B RERTRD
S5dsDNAKEREME— M RRRETEA RN ZLMEN . SHHER, ERFE
dsDNAKIESLT, A% LMMERTTE D, BEEIDNAKRB MM, B
ZHEM, FEHMMESdsDNAKRE 28X KR. KITAN, MBIFKFENF
EPRIEAN T dsDNAR/MAS, {HdsDNAME K — BT HBHIEE T IR
Hm. dsDNAWREHMK, BTHBIEERS, BRAKEK.

BT ERRE, ReBBEAESRARKN dsDNA FIKE . Av-MBI BRKHZE
BEIFFEIFEEHERERTEE dsDNA RERBMEFMRNER, FU
Au-MBI BARIE & AR dsDNA HIIRE.
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3 T-E A UL A DNA WL 22 e BB 5t

(1094

i

4 .
e ———me———

10 09 08 07 06 05 04 03 02 01 O

E(V)
44 RECHALE B TERAHASDNA Sk 49800 BkoF dh K

Fig. 4-4 The reductive peaks of gold on bare (A) and MBI modified Au
electrode (B) at different salmon sperm dsDNA concentrations:
(a) 0; (b) 6.67 x 107; (c) 1.67 x 107; (d) 3.33 x 10~
(e)5.00 x 10° g-L™.

434 BEeBMIBEELBEMS ssDNA HHEMERABULEITH

7E ERA R BSR4 F RIS T HL B ARA Au-MBI 547 5 ssDNA IR E %
R . EAFLE ssDNA NEHEMER T, BeORNEERER, HEH
RIEBFIR/D, XRENHIEFEAB T BFEB. BE ssDNA WERNE K, H
Au-MBI AR KE R R B AR R AT, XKEEN ssDNA H R
ARERBTHEBRE, FrUARMEIMERTES,: R ssDNA I M1ER RS ®E
TEHBN S B AR M 55 3 S AT L 7T LA Z R, FTLL ssDNA 1)L F % B IR
HFEBHRES. ' '

{BRFEE ssDNA IRERI K, FAELSBREM T REERREHT R, THie
AL JLFRERL, XREN ssDNA 5 dsDNA —H 8B R E & Bk KT,
BRXFHE RIS RN, BHESBRERTENRNEREREEN,

Au-MBI BARFE AT ssDNA-A 8L ssDNA-B ) pH =7.00 # BR E 45
BE MR rR 2T R iR 354k, (B %7E pH = 7.00 #9 BR 22 n
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ARZLEHAH dsDNA S EEEMFERE, I BEaRMENELNBiR
ssDNA WREE—EGHEM EEMH X R, IXEEH dsDNA F1 ssDNA 7 5 A3 /iR
KEAE AN BEAEER. FLI Au-MBI BT LA T dsDNA KM,
AT BAR F 342435 ssDNA BRI

435 BFIREX dsDNA 5§ Au-MBI BEEHZ W

KA R T B FEAEXdsDNASAu-MBIHEEFAK M. L%EEPE TR
FEREINE, ¥V QPR AT M E B SR L B B R R SR AT AR B3
#, WHRdIsDNAS Au-MBIZ B E# M, BLABEEFRENEN, BB
LWL, MERBREER, BRARTLAEN. EALRF, FEHENaCI
WK, DPVESEAREEL. MMIEHdsDNAL Av-MBILZ Al 2 #k i {E
2

4.3.6 Au-MBIE {245 228 E = 447 B #RssDNA

FA TP Au-MBIRAR TR T — R BT (s AL 2 458, 3F LR E R AR T
B#7ssDNA-B. Bi—ERNTHAu-MBTHEZR N T HFRDNA, EWEXZSIZPH
¥, BHTAu-MBTHRESSIREERIE PR ERE, RINBEEFTE, A—F
5t T BArssDNA, BT BRREE4-1.

i F R4 50 B ARDNAZ A LS UL T S 444, FLAZRAELLE I BiAL T R oF
H BFRDNAWKE# KIS B R T B ML, BRI ERA T 2AXHEE. o
R HIFDNATGRE RE AR R £ 4, W@ BRI 1N, LAMORIER]
HFE AR . B4-5TA T Au-MBIHEREARA B RIDPVIEZ, (1)
KR4 ssDNA-ARK (2) #ssDNA-A52.24 x 10 mol- L™ H #hssDNA-BHI AR
¥ (3) JssDNA-A52.24 x 10°° mol-L™'JE H #hssDNA-CHIZH AT (4) HssDNA-A
52,65 x 107 mol- L™ B ¥ ssDNA-BEIZA A . NEIFHELLE H, 7E#R4TssDNA-A
B LR A, XREAssDNATRERMBIE A HiEEH, EHthAREREK
BFHBEE. EssDNA-A5IEH #hssDNA-CHIZTH B F A8 F# £ ssDNA-A
B AR RIS, X & B JssDNA-A 5ssDNA-CIE E AR R UM EE S .«
R, Q)M @) BPEBFBEREEMN, XERAFTURER T FRIELH .
3 BB (2) #0 (4) B R BlssDNA-BIR M KIg M K. BETFEMASZERT
ssDNA-BIR [ 51 R HI % R, tRI4-6577R, ssDNA-BIREFEL32 x 10°4
1.59 x 10 mol L' K BE T I Py, W LA N SDNARE 2R R, M
F%050.9922, KPR 44.58 x 10° mol- L™,
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Fig. 4-5 The differential pulse voltammograms on MBI modified Au electrode in the solution of
ssDNA-A (1), ssDNA-A plus 1.06 x 10 mol-L™" ssDNA-B (2), ssDNA-A plus 1.06 x 10 mol-L™
sSDNA-C (3) ssDNA-A plus 2.65 x 10”7 mol-L™' ssDNA-B (4)
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B BHEH R FETREFAIRT

Ai(10” A)
N

0 } | N N i i — 1

<1 3 5 7 9 11 13 15 1

C(107moVL)
E4-6 B #7ssDNA-BEYRA 520K AR &R M EH KM X R B &
Fig. 4-6 The concentration of target sSDNA vs the increase of cathodic peak
current Ai on MBI modified Au electrode (the concentration of

probe ssDNA is 1.8 x 10 mol-.L™)

4.4 KENG

REZBEWNRR, EXEPEL BAENHEHE T Av-MBIEH, 3 BiEd
BAE W EN R AARIT AT T R, RNAESHBRREEHELRT —B
MBI, #ESRTHMNAEBRMISDNAKAE/ER . KIBEEdsDNAKE 1
W INZA 25 F AR O R U R R R HT I I N, HEAE—EREAANEEMERR. &8
MRS R L TR ERN, RAERESHBRNARERREARE T R
HEALEIT A .

FIFEE R T WSS AR AssDNARAE B/, BB KA BEMINE, &
BRI R AR T AR SR B % 1 BRSO IR B dsDNAMIssDNA . 3 B izt BB T LA
FAKE B B8 H #7ssDNA, 8BRS AFRRE T # % ssDNAS B #RssDNA
FAEERIANE, 453 Bk #2138 R IE B R A I 5 B #rssDNARIIK E7E
1.32x 10°#11.59 x 109 mol L M VE B A R&M X R. AERKHH SR,
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B TRk AR S i) DNA LY BT 5

B FEBRR FE AR L R4 DNARI 7 VE L # 1E RO SR B & 7 B0 B ARDNA, /538
AR A BARDNAS B EFER T, E BTSSR DNATER B R P&
R, SRJE A Au-MBIS IR H#AT @t F 2 BRI, EMOTERRENRENE, A
EEE, MEEE, BEMYE, BEER, FENATIRERERI.
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B TR LAREIH) DNA Wil E e BIR.

% it

AW I BB AR & AR N AR B T =F R RIBEDNA AL 2 R
B, ETRHERNEREUBRAYAIETH, BUEAYBRESHELLEN
H#FDNA; ETLBERNELHRHKEHE. TELRNT.

— BHTEEYHERIK « N N-Q-MRPEEFRESEI (HFHFY
[CAL1*) » i X-BBAHENE TRAWHEH, a2 ts s Em
AT HEEY S dsDNA WHEERNIE. %R RP[CILP R Bl EHRT
ML EIEYEH B S dsDNA R4 T HE4 & 1EM. 7 0.2 mol'L™ NaAc-HAc (pH
7.02) AR, [CL,]*' 55 dsDNA RIS S %Stk 2:1, A EH0H 25.56
L"mol?, LACAL,** hismlhl& T — M RRMZIRE (HBV) mmiL
3. # 21 MEEFFIN HBV A EMEM (HBV-ssDNA) EiTitires
TEFEE BB B L, SHEINFFI%E% DNA BTHK, 2052 BT
Bk )75 (DPV) #HATRAE. B DNA f53%88%F B #% HBV-ssDNA [k 25 1
A 1.01 x 10°~1.62 x 10% mol'L™, ZHATXRECH 0.9962(n=6), KrJl iR %
7.19 x 10° mol-'L"' 36, n = 11). -

KRBT RMEEE A 2- B H AN (MBT) 1 2-F5 5330k (MBI)
B H & AR B AR ssDNA b2 R, B2 MBT 51 MBI ] LU
1B dsDNA HISUBHEZ 1, BTUATTLLA Au-MBT I Au-MBI B b B4R s 420 1Y
DX 93 ssSDNA F1 dsDNA, B EFRZH A EFERE T Av-MBT 5 Au-MBI #
MERNARER. S5 BT ssDNA FEEH B#F ssDNA HIFA B
F, DAY TIEBLET DPV F4E T DNA MARER. %I E 4% ssDNA
HIKE 5T RIEHRE —EMEMEXR. FIH Auv-MBT RN, HARE i
ssDNA HIAGIUTERE A 1.59 x 10% ~2.4 x 105 mol- L™, KMRH 2.38 x 10° mol-L~!
(o, n=11). Au-MBT BiF AHFMFMHEREMBEEM, 7 10 KN/ B4 B
R, BRRESREHENEML. FIH Av-MBI R, HAKSEX i
ssDNA BIRHUITE R 1.32 x 10%~1.59 x 10 mol- L™, # M8 4 4.58 x 10° mol-L~",
PRI S DT, PHRAEHR, B BRI ST M MR B ok B 47
ssDNA T HRFRKHKBHES.
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B SR KEFREFARX

Bt

FREEFIMHK P ZHRAE LR TRRN, BIRERLHEGESE
AN EW HHEEREMER TR ES, HFHZRLE. o
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BEAFFROLHNFEBERNEIN. RERRREERRE!
FREEZEFARMFEETE, HBBIEHE.

67



B TER ARSI DNA b3 =Yk BB R

MiZ: BUSIITFMHEAREER

1. Shusheng Zhang*, Qiangian Tan, Feng Li, Xiaoru Zhang
Hybridization biosensor using diaquabis[N-(2-pyridinylmethyl)l,enzamide-ac2 N,0]-cadmium(I)
dinitrate as a new electroactive indicator for detection of human hepatitis B virus DNA,

Sensors and Actuators B, 2007, 124: 290~296 (IF=2.331)

2. Shusheng Zhang*, Qianqian Tan, Xuemei Li, Feng Li

Recognition and detection of ssDNA using 2-mercaptobenzothiazole self-assembled monolayer
modified gold electrode,

Sensors and Actuators B, 2008, 128: 529~535 (IF=2.331)

68



	封面
	文摘
	英文文摘
	声明
	第一章前言
	1.1 DNA的组成、结构及其变性与复性
	1.1.1 DNA的组成
	1.1.2 DNA的结构
	1.1.3 DNA的变性与复性

	1.2.小分子化合物与DNA的作用方式
	1.2.1非共价结合
	1.2.2共价结合
	1.2.3剪切作用

	1.3 DNA与小分子作用的研究方法
	1.3.1电化学法
	1.3.2光谱法
	1.3.3序列凝胶电泳及足印迹分析技术
	1.3.4 X-射线晶体衍射分析法
	1.3.5粘度法
	1.3.6其它方法

	1.4 DNA电化学生物传感器的研究
	1.4.1 DNA电化学生物传感器的基本结构
	1.4.2 DNA电化学生物传感器的原理
	1.4.3 ssDNA的固定方法
	1.4.4杂交指示剂的分类

	1.5 DNA电化学生物传感器的应用与展望
	1.5.1 DNA电化学生物传感器的应用
	1.5.2 DNA电化学生物传感器的前景展望

	1.6立题依据
	参考文献

	第二章硝酸二水·双N-(2-吡啶甲基)苯甲酰胺合镉(Ⅱ)与DNA相互作用的机理及DNA电化学传感器的研究
	2.1引言
	2.2实验部分
	2.2.1仪器与试剂
	2.2.2配合物[CdL2]2+的合成
	2.2.3 [CdL2]2+与dsDNA相互作用的荧光光谱研究
	2.2.4 [CdL2]2+与dsDNA相互作用的电化学行为
	2.2.5 DNA电化学生物传感器的制备
	2.2.6修饰后玻碳电极上DNA的杂交
	2.2.7指示剂的嵌入
	2.2.8电化学测定

	2.3结果与讨论
	2.3.1配合物的结构
	2.3.2[CdL2]2+与dsDNA相互作用的荧光光谱研究
	2.3.3[CdL2]2+与dsDNA相互作用的电化学行为
	2.3.4 pH对[CdL2]2+与dsDNA相互作用的影响
	2.3.5反应时间对[CdL2]2+与dsDNA相互作用的影响
	2.3.6扫速对[CdL2]2+与dsDNA相互作用的影响
	2.3.7[CdL2]2+与dsDNA相互作用的结合比n及结合常数
	2.3.8 DNA电化学传感器的选择性
	2.3.9定量检测目标ssDNA

	2.4本章小结
	参考文献

	第三章二巯基苯并噻唑自组装金电极检测和识别ssDNA的电化学研究
	3.1引言
	3.2实验部分
	3.2.1仪器
	3.2.2试剂
	3.2.3制备和表征二巯基苯并噻唑自组装金电极(Au-MBT)
	3.2.4检测目标ssDNA
	3.2.5 Au-MBT电极的重现性，再生性和稳定性
	3.2.6离子强度对dsDNA与Au-MBT自组装电极相互作用的影响

	3.3结果与讨论
	3.3.1 MBT组装金电极的表面特征
	3.3.2 MBT组装电极的电化学行为
	3.3.3 Au-MBT电极与dsDNA的相互作用
	3.3.4离子强度对Au-MBT电极与dsDNA的相互作用的影响
	3.3.5 Au-MBT电化学传感器定量检测目标ssDNA
	3.3.6 Au-MBT电化学传感器的重现性和再生性
	3.3.7 Au-MBT电化学传感器的稳定性

	3.4本章小结
	参考文献

	第四章二巯基苯并咪唑自组装金电极检测和识别ssDNA的电化学研究
	4.1引言
	4.2实验部分
	4.2.1仪器和试剂
	4.2.2制备和表征二巯基苯并咪唑组装金电极(Au-MBI)
	4.2.3制备和表征玻碳电极
	4.2.4不同DNA在巯基苯并咪唑修饰金电极上的电化学行为
	4.2.5检测目标ssDNA-B
	4.2.6离子强度对dsDNA与Au-MBI自组装电极相互作用的影响

	4.3结果与讨论
	4.3.1玻碳修饰电极的电化学表征
	4.3.2 Au-MBI电极的电化学表征
	4.3.3 dsDNA与Au-MBI相互作用的电化学行为
	4.3.4裸金电极和自组装金电极与ssDNA相互作用的电化学行为
	4.3.5离子强度对dsDNA与Au-MBI相互作用的影响
	4.3.6 Au-MBI电化学传感器定量检测目标ssDNA

	4.4本章小结
	参考文献

	结论
	致谢
	附录：攻读硕士学位期间发表的论文目录



