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A ANAES MEE AEY F0A4 T2} T, el A 21 AR vhol e 24 ARl whe] A W

o7 ol sk slol a1 Gtk o] Wi-o] DNAT AR 24 o $3H= ol A, LA DNAT 94
315l DNAZI & tho] fdzhel Wt wo] i 71%-& A%ab) et o Fawa gon, ofsh s
8 Fo) W& Hopol A 7wk %ol | Ao /vEa ek,

0, 21831510 1= DNATI .25 DNA 34} /1902 ] e w2 ost, 4ol 2/]9, §rol /19, 2, 45
53 o] g5tm Qiek. w3, DNAS] 7| 9gle] 33k W= 384 A9 DNAZE #4058 w3 Qi 442 o] )
5 S0 4915 A0 84 T DNAR sl 28 A o otel A 1)

o]s} ¢& DNAF & Quba o2 wjdo] b2 th4e] Z2u DNAZ 4d -4 8hslo] glek. of q
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W3, 2 gho] vt ofAlukg A = fae] BAe] ol d tErl A 22 FEwa gl 49710 (SNP9)S)
AN E ol MR B BEF DNAS SH LR A §9) Fol A Sl 548 Bart ok, Faol 9
Y759 DNARS D23 Jejol A SHEE o9} g& S7o] Brhsahain.

o5 BAIE A Asks HoRA, A58 H 0 FA4E dESHE Yol A ek WY1k FA4 1S
e EARE fAae] AEe] s, W] FAE ol 8T 5 QOnE AstAe] AAK, FH AAE B
S 2458 T e 5 B o] An

Zd% Aol SH7|Z E3to] W] 28l (biotin)3}¥ T =
A X719, biotin¥ Eo]H o 2 A3 ZFg3}= of
AE HEEA ol 71x% A7ANEZ2RE FH1AE AE35E A ol (Fernando
Patolsky, Eugenii Katz, Amos Bardea, and Itamar Willner, Enzyme-Linked Amplified Electrochemical Sensing of
Oligonucleotide—DNA Interactions by Means of the Precipitation of an Insoluble Product and Using Impedance
Spectroscopy, Langmuir, Vol. 15, pp. 3703-3706, 1999). Z12{1} o]¢} & Wi o X2 1 siibo] g3} uk-g v
A AL FANRS AAE AIAo R MEFolgtsE e ZZto] I Q3 E47F 9t)
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L3k FAFA| SHY S E351e] 31stS A7l T2 H 3lAS o] &3] Y eld o 2 A AF3h-3k9] Qe g o]
(intercalator)ol] &3lo] FAAE AZE6lE HH o] B a5 o] 9JtH(Takenaka, S., Yamashita, K., Takagi, M., Uto, Y.,
Kondo, H., DNA Sensing on a DNA X~ 2 H -Modified Electrode Using Ferrocenylnaphthalene Diimide as the
Electrochemically Active Ligand, Anal. Chem., Vol. 72 (6), pp. 1334-1341, 2000). L&}, 1] o]
(intercalator)& A= &4 L2 H 2 A o] §ol= WS Uy o2 thd}d DNAS} o] T4l DNAY] A8 -2 715314
vk 2lE 4 Eﬂ o]E](intercalator)e] A3 Ao vjdeE&Ao] Qormz BARo 23t ¢l gl A o (intercalator) & A
glgfofrt 3f= A o] Tk

W, G TR Ak AR ey nEAS G4, F4 (HRP)R 2P E (AT, g B (dA)ys 505 &

FAGAA, Fod dikae] db-gof osle] g ANk 7|23 A7 EE &5 W (de Lumley-Woodyear, T.,
Caruana, D. J., Campbell, C. N., Heller, A., Reactive Electrophoretic Activation of a Microelectrode for Enzyme-
Amplified Recognition and for Melting—Temperature Determination of 105 Copies of a Simple Oligonucleotide,
Anal. Chem., Vol. 71(2), pp. 394-398, 1999)& dl4tS a4 2 gpst wof] 553k 22to] A ety 7e)o) gpl g4
E AIAAAL art o, 54 vt PgsHA Frhe LA H ] At

o
oft

ol 3 & FHo MrgEy HEWH S Ats-3 A EA I Qe A o|H(intercalator) & AF&st 22 H3ek 228 &
82 3, 54 7MH % FolA = FAEE v
R} A7) 3eHA AE b 0 2 A intercalator—free 3 W & H 1% o] 9l © 1} (Takenaka, S., Yamashita, K.,

Takagi, M., Uto, Y., Kondo, H., DNA Sensing on a DNA Probe-Modified Electrode Using Ferrocenylnaphthalene
Diimide as the Electrochemically Active Ligand, Anal. Chem., Vol. 72 (6), pp. 1334-1341, 2000), o] A& 93 7|v| <&
o F-old(guanine, G)°o] gl Aks}-3H¢l Wk-g-o] S o] ¢ty = T o] Algho] 9lom, WgAdo] Zrh= LAl Hol Ut
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Z1BAbol v A S FEHEE o= SR RFEAHEH I e A v irter)|4S E
(photolithography) ¥ o] lth. £3], v Alg A =3} v S A 2Hebar, shube] 7] dAtol] Be nAx =S wHE7] 93] =
YEATHY 7%, IF7]E, RFEAYEY 7e D oA 7|& 58 2FAI LEv A 2Ho] 4 8Fh

L

FAR o2z AFE A REEAH Y S 21570l oJ3te] 7)qbo] AFA 2o} 55 500 G447 dAs),
22359 2 o] g3he] FEutubabel 7Y A A iphotoresis)E EEFHE B, o] ALEH = |
shol Al Balstel Aol g5k A (positived)olt Fgol Slstel FHANA S84 B A (negative D)
o). olox Al AR o] MR AT SRS TR Levhaa S AX6ha, wde R NE S Aale
As), @aele] 97t A4 28 S Qe o Yool Bk FEuuS o Yok WAE LI, o FAL A
Sl RFel gk w41 of el o] 7 Al 2l v,

oje} A& TELZTYI YL ICH LSI9] A 272 Sisof i), wpehA, o] WS o] &atw ik o) As A4t
g grto]l golatA Hm, AlxAAES AStAZ 4= vk T2e]al, A5k a5uHe] SRS M o2 A=A
o AE8E 45 ARZRE A9 5 o

FAGORE F, &, 0, AL FEF R U2, B4 A B So] Ak 1 FAAE, Fe A A,
DNAS] m435HE HgahA & & Qome A g 2A stk £, EErtae] 4L sEozA st 7]
Aol A E e v 2 0G4S Baol Salol A4S ok oF BY, & WA e ov] 24mmx24mme] §2]7]%

el 320~360709) MIAH =S 5SSl

o o] SAEA S o] Fat & Wil oste] T el 5 E n A Sl TR LS g stste] ol o o
AREE s Zed dke gl v DNAY] @4 =4 ¢4 a1, RNAY PNA Gol#te fHAlth o2 9, 51 dite] 454
S Ueha, et GRS 2SI & Ao, TR HE A Ten o 2] n sG] 1455
W Rk 8k e] 7] gkl Bao] ml s Fo] TEE o] Qe Aol 2t Aol ThE e s A, 72 4T
of s A Atsh-gkdd 9] WstE SAsHH 11de] WAzl A5 A A VIS HED o Ak

ok o] A o A ml A o] ZEE IS 1A ST = WS ojw g Zlojet e "tk S S AT ef 2ol
%9%‘%011*1 BEA A A1EE ASY £ lon U 5 SATAN BA 24 X0 Pol F2AHA B
e AuE etk FAAORE, 2K dike] Wit SHY|E AFAIA, v ATl A3 siAl7] = W

(= &4, Takenaka, S., Yamash1ta K., Takagi, M., Uto, Y., Kondo, H., DNA Sensing on a DNA Probe-Modified

Electrode Using Ferrocenylnaphthalene Diimide as the Electrochemically Active Ligand, Anal. Chem., Vol. 72 (6)
, pp. 1334-1341, 2000)¢] Ut =&, o] o]9] 2] &% &= Aol A5l dite] g3t S 283 ¢ % Q).

o3t ol B el MY 2Pl Vel o] AT n RS 2 Aotk B, B E9 0H 4
Aol 47150 SRS FAMI o] BAuG ol S BUR, A AeolE B ALGIA Fon, Bid
g D02 5 S, potentiostat £ ¥Ee] /1545t SAGAE ol fafel Alehn AU e SAL 5

Slth F&5hs A dol A o gl3ol, B 29 Wil faxke] 471884 AEPEAAE LaM7hA o) AEH9 S
B, o (GRS AR 514 AEE T 4 e
T a, B oS o3t e SIS ol g3l fralAe] AVl A EL 3] AW FAE AFDL o9} L 4
B R4 ARG L AV8E S S, A, A A BAFES 2 A, oS 59 A9, WA, 483,
AR, LA G0 A = Sloh £, ol 48 A% Al e B A W), ] 2 5 e
0 240] Fob 3 Qi Fohg A9 (point-of-

AT whebA, FH < S m G A o] F
£

o3}, HF-g =el weka] AAldE vERUH, & e o] A A FEjel s A48 At B8, B 32 o]3she]

of o sygﬂt AL olym | A2 o 7= ol g 7kx] 8] FEj7} 75 ET),

<A 1:DNAH ] A 2>

A e 9loi A= DNA o] A 2hs vebdith = 25 2 4 o DNAY O Al Q& HolFe KA ot

1) w280 glole] A%t
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(a) €&ol= 7] (Matsunamirl, 76mmx<27mm, 57 1.2~1.5mm)S A3 272 dsia] oF 24mmX24mm=E 3}
a1, AE s 5 Z—ff (Milli Q& 30%, A5Y & oM E@IHLE) O &2 305, ThA] 242 308 289 Al F skt

(b) RF 29 E1¥ &2 (SANYUAL, SVC-700 LRF)E o]-&-3te] o 5x 10 *Pa o]3te] X &8, 15scem®] Ar7b2, 50Wel
A =5 99.95%°] Ti 45 oF 200A T2Fstal, Al&ste] £% 99.95%9] = 3 E 2000A F2ste] Ti/Au ¥Hehs: o
gareie,

(c) 717dol 2~ 7ZE (%% 500rpmXx2sec, slope 3sec, #2 3000rpmx<20sec, slope 3sec)® EAE|HE A 1LE
(S1818, Shipley)& #U&tA =Xl g AXEZS PAsT)

(d) ©] 7]#& 110CoA 1#7F 71493k &, ug] Adobe illustrator & T)A}¢l &l &&= B TERATE 21
A3, w33 (25% )| A dAAM(MF-319, Shipley)*x30sec, s£4-xX30sec® A3} o}

(e) H,SO, W HF 5 2. 2 Tig o A5t h.

(f) 215" (remover : 1165, Shipley) 60T *x10sec, o} E, o &t22] &0 2 3| AES gl o2 v adFog o] & A
215k T}

(g) =N BES 9 Ha7] 9jsto] thr] £AE B E # A ~E(S1818, Shipley) & EX3lo] YAAESS AT F, &
Lol 7hAR -, el vpAEE S o] §8to] w3, @S] MAlAd S B R RSS2 ool HEE =
A2t

(h) =& LAste7] YAete] Ma(PHE RFEFHE H8to], 1= 33 22 8449 vadFefdol& 4o, Fxd=e

o
2E 2 *Eiﬁ} & (Ag/AgCl) =5 AHE&313 Tt

2) 2 H DNAS 114

21mer®] SH-p72, SH-m72 ¥ SH-R72Z X 2H DNAR 3}ar, Ztzte] 71 d-e oh&-3 2.
HS-p72: 5° ~HS-AGG CTG CTC CCC CCG TGG CC-3°

HS-m72: 5° ~HS-AAG CTG CTC CCC CCG TGG CC-3°

HS-R72: 5° -HS-AGG CTG CTC CCC GCG TGG CC-3°

H, &% DNAZA = HS-p72¢ A5 42l 21mer?]

%

p72: 3> -TCC GAC GAG GGG GGC ACC GG-5" & #=H|35t9t}.

WA, SH-p72, SH-m72 ¥ SH-R72 7 L Efo] =] 5' Tido] SH7|E =918 Z[0.2ug GAHHPLC AAZ 2218
DNA (H#E#59epaEs > %) o] SHR. S 7] Z A 7 3F o TE buffer [10mM Tris-HCI (pH8.0) and 1mM EDTA
(pHS8.0), AGHligE ¥ 15 2 de 71ato] 3481t} wlo] A 293 S o] &3] SHY| S =48 2 3 DNA (5uM, 1440)
FNG v AT 2] 25T oA 2A 7 HbS A A T2 H DNAE 2 A 3slGith 2 HeF 25575 ol &
st A=S AlF3sE, v A5 A A st o] A e 2 H DNAE A At

<HAe] 2 : DNAK S o] &3 A 7] 318 54>

= 40 EAW H}S&} e ”i@ 6&*& %371’%}0 7188t F7go) o] &8 FA(HAE)E o] 83t X2 H DNA(SH-
FAFojgo] @ T2 H DNAE 1A 38 DNAHS 717 25T 9]
5mM KS[Fe(CN) ]+ 100mM KClOﬂ A 0}04 3 Hol 93 cyclic-voltammetry(CV)E A A8k th F2d e &/
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2bsh-2(Ag/AgC)EA], vl % o] g3l MYAE £1mV ol AL &Rlgt Fof AFgslglon, dFo2s Was
A3 T =S DNAR o 2 5 g g =¢}o]o] & 750 potentiostatel] FH<:38laL, sweep speed 100mV/secE -
100~700mVe] H oA 493] L:‘%i A 1ol A A 871 o AdE AFHE A te] Fojxl Alo] S8 EEFR T
& = 5ol YEPATE B3 515, T2 H DNAE 14353 $-0] Ale] &8 BB aHE &= 69 (a) B (b)ell 24H2 ot
e et

T 50 EAE vpe} o], A A Y 1oA AE87H Y] CVIF ¥ L Xstar, 2.60[V]Ie 1.46[ V]l 2ks}-3H o)
A7 e, M| A0S AT

=69 ()9} o], 221 DNAS A4 3}atA] o2 nad=olgolodl A= Ky[Fe(CN)gloll e gt Absh-2 o] = (o 3.4
)7 Aotk A, = 69 (b)) #2e], T2 B DNAE 14343 DNAF ol 4= Ky[Fe(CN)gloll fref 3 ¥ =7} 50% 7

w2 Z4skglon, 0.26VelA 0.31VE A ZES T o] 7 E Zg B DNAS 14825 e nagdzo] ddg 21

PN
gkt 4= 9l

2) ¥+%-(hybridization)

AN e 1ol Al 2Hek DNAZ o] ¥H-8-# 3 (hybridization buffer)(TE)& 24| 3 ¥ % DNA(1aM ~50uM, 1u0)& vlo] 2
vglo g ~ESIA, E 73 2L T2 H Ao AR o] &35}4] 0.3V, 5secd] A5} A padell (+)A %S, working
Aol (-)AGS <1713te] & 3% DNA(target DNA)E HH$ ]73‘:} W25 Wk-2-1] ¥ (hybridization buffer) ¥ 9 A4S
QA7tste] mAamdTS AlAHstal vl 5ol A g2 F235 DNAE Al AT ojz Alo] & BEF RIS = 69 (o) Y

ER] AT

&= 69 (0% Zol, K3[Fe(CN)gl fref el Absh-ghdva = T2 uAst Mjuo 27.2% 4= 6 748kl en, 0.31
3 6

o -
VoA 0.37 VE A|ZESISIt} o] 258 =2 H DNA &3 DNAY} §--&-(hybridization)dtod, W] A5 5742 DNAS]
W7} obA A vaE ATl S AP S & 4 ek,

3) vjald 1

AA e 1ol A Al 2HeE DNAF ol A Ao 29F 22 W 0 2 A]o] DNA(SH-m72 3! SH-R72)¢} p72 & 3% DNA(target
DNA)E RHgA1A 242t 1= 8ast = 8bo] Ato] S8 BRI o A8t

= 8a ¥ = 8boll A E vle} o] SH-m729 SH-R729] 745, Ato] &8 Ltz o] 2k3l-3t A A7 7F 91%2 80% =
A A3 A sake) vl A Walrt A9 gl =, SH-m729F SH-R72¢ p72 DNAZ} ¥F-&(hybridization)d %] &-&o] =
71stet A o2 S E QAL o] 2AE A 3] RSl = Al o] Sl FH AT

<A A 3: 5% DNA(target DNA)Q] 5% 54>
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