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ABSTRACT

DNA is a one-dimensional nanowire in nature, and it may not be used in
nanodevices due to its low conductivity.- In order to improve the conducting property of
DNA, divalent nickel ions (Ni*")are incorporated into the base pairs of DNA at pH = 8.5
and nickel DNA (Ni-DNA) is formed. Meanwhile, electrochemical analyses by cyclic
voltammetry and AC impedance show that the conductances of Ni-DNAs are better than
that of native DNA by a factor of approximately 20 folds. UV spectroscopy and DNA base
pair mismatch analyses of Ni-DNA show that electrons hoping through the n—n stacking of
DNA base pairs may play a vital role for charge transport within Ni-DNA molecules.
Meanwhile, the change in resistance that is'caused by the mismatched of DNA can also be
monitored by electrochemical. In this study, resistance increased exponentially with the
number of mismatches. Accordingly, an intuitive and direct method for evaluating the
numbers of DNA mismatches can possibly be achieved. Additionally, the exponential
increase in the electrical resistance of mismatched Ni-DNA maybe caused by electron
tunneling through the mismatch-induced potential barrier in Ni-DNA.

In addition, a molecular device that is composed of Ni-DNA molecules exhibits a
negative differential resistance (NDR) behavior. When two gold electrodes were connected
by Ni*"-chelated DNA (Ni-DNA) molecules which were converted from A-DNA, not only
the conductivity of DNA molecules were improved, but also an NDR device was formed at
room temperature, in an ambient environment. Such NDR characteristics of a Ni-DNA
device may have been caused by the redox reactions of Ni ions. This finding provides a
highly potential for constructing electrical nano-devices from biological molecules. This
biomaterial is a unique and designable one-dimensional bio-polymer for usage in

biosensiors and nanodevices.

II



F_L

ok

A=

Ve

-h_‘\

T
e (=
- 3
=

<X
ok
i
T

B

3

‘1—

LA BE R - P F o D
PR E RN @iy Wiﬁm%ﬁgAm%%

B H ndy R PR R AR 2 BY D A S LY
BRARATAE C BA LRI G R A PFEE R o 7B Az Pﬁip%
R R R RE R R R A DR E R AT At L L Fledt o 2
AT ORI S e ig gt 2 s BRE P FPER LA L R E AT or

m*%$¢%’$%4i‘i&%*éiﬁ-w ByCE 2R R E KR
PLRARRN AT A M kg R A (R o TP f g R F
ﬁJﬁ%M%ﬁJﬁwn_§WL;a$p7g% #ﬁmvgi%ﬁw%m
FE PR A ;fp g A hk oo

BERAZY RHEFIHRLAER CEDLRBHET CEZFD BRSSP
BAAS S 0 AL LA MR T FR L B £

TS nA EEAE S B DS bR AL TS AUGE < IR 2 o

FOAFRRHrey e A REFAE Y D T %‘,;k,{;};;g::gj;]ﬁ; DA E
LA EERE S SN LRSS S Y xS h S O E
AAE LR Dbk g RATELIIRE AT DO 2 B AHY 2B
WhimPERLZ o

I



A B S T R A T e e e e e e e e a e e ra e nraeennaeeennes 1
OSSPSR i
B BT et R bt R R Rt R e Rt E e bRt e Rt b e bRt b e et n et et ne et s v
e B B e et e e te e e s be e te e e abeeteeraeateens VII
BB B Bt et e e raearrae s VIiI
B — B bbb 1
L 0 D ettt b ettt ettt b et et e b e b e st te b e st ete et e b e st ere b esseseerensens 1

12 BT F 4855 B SFiooeeeeeeeeeee oo 1

¥ 3 2 FEF AR oo 4
2L DINA B A ettt 4
201 FF PIPEPIH L s 4

212 DNA = Bt rsiosstetfas errsenessssssss s 5

213 DNA = B 8 Hi e S e 6

2.1 ADNA & 3 e 8 Bl i i s 7

2. 1.5 DNA A F 68 F 5 i it e 8

2.1.6 DNA 4 5 S3 T B3 remsmmsmmsenss e bt 11

2.1.6.1 42 % 3 % (Superexchangemodel) .........ocevevirininieienicnieneneene 11

2.1.6.2 7 i He i (Hoppingmodl€) ..........coooveeviiiieiiiieieeeeeeeeeeeee s 12

2.2 MIEDINA B A1 ettt benas 13
221 £FHF & DNA A F F e B0 B e 13

2.2.2 M-DNA gk » ‘.‘%’fﬁﬂfr%'ﬁ_ .......................................................................... 14

2.2.3 M-DNA helix 77 j;"r’@ﬁe?]%%'ﬁ_ ...................................................................... 15

2.3 &3 p i (Self-assembly) 4 o 16
231 A F P IETBET oo 16

232 pEEEAS TR [PEAFIE (RSH) oo 16

R U i I o 18
241 T T B F JE A BU ottt 19

242 BERTIUEF B AIDIT]F o 21

243 TABE 3 B [T6,78] woveooeeeeeeeeeeeeeeeeeeeeoseeseseseeseeseesssseseeseesesseeeeeeeessseeeeeeeseees 22

244 HEKRE S 47% (Cyclic Voltarmmetry » CV) oo, 23

24.4.1 ¥ if % %o (Reversible SYStem).......cocovveviivuivuievieieieieieieeeeie e 25

2442 # ¥ ik 5t (Irreversible System) .....oo.ovcievicveeerieieieieeeeeeeeeveee 26

2443 177 i % 5t (Quasi-reversible SysStem) .......c.ccocvevieivieieieisieierinene 26

v



245 infedis 472 (Alternating Current Impedance » AC)....ooveieievicniennee. 26

O I A= =R RR 26

25 F B B RHATE X T A T e 29
2.0 B A BT IE ettt ae e eae s 30
2.7 § 4 & Fe (Negative differential resistance » NDR) ........ccccocveieieiiciicieeneee, 31
F=ZF flr 2824047 DNA 22 M (Ni)-DNA 82 HH e, 33
Bl B ettt 33
B2 B B oottt ettt ettt ettt ettt e ettt et e et eae et enes 34
321 FEER~ BRFEEEEE e, 34
322 FERIETEH T oo 38

3.2 2.1 Ni-DNA E0E FE oo 38

3222 ¥ A RET B R ATERIF L IT e 38

3.2 2 3 R A BT e e 38

3224 £THEE B FE e 38

3225 FE GHAE X T 8 T e 39

32.2.6 H T Fr 4 B B A AT e 39

3227 A EE e e e 40

3228 kK% iz 2 g =22 1100 B X N\ 42

3.2.2.9 R B dE B B e i e 42

B3 B BT A o i e e ettt ettt ettt se s e 42
33.1DNA A3 i BN ETHEE 5 BRI T e 42
332 mg A7 52 XPS Bl NIDNA 22550 e, 46
333DNA 7 Ni-DNA 2 B3 F 1 a0E B e 50

3. 34 B B o T et b e ra e 51
3341 MR RE %315 DNA ¥ Ni-DNA 2. 7 i*E&H 51

33411 2 P T fEFBR s 5 DNA A5 § 1 E PP 5]
33.4.1.2DNA £ Ni-DNA 2. & " B M e, 55

33413 Ni-DNA 7 FHF1] oo 55

3342 MR refuE 2 7 DNA 22 Ni-DNA 22 B e, 58
3.3.4.2.1 DNA £ Ni-DNA 2_ FEFURBITF oo 58

33422 E AT T EE B oot 61

33423 & A ¥ Ni-DNA M5 e, 63

335 Ni-DNA 3524 $H BB R ™ e 66
3.3.5.1 DNA R 7| ¥ sk 28 45 SFFe 32 BB o 67

B B ottt 70
F2 R DNA £ F A B i D B Bt 72
AL B0 ettt 72



421 FEREF ~ BRI BT R A s 72

422 F BRI TEH I e 74

42201 B AL T ettt 75

4222DNA Bk ® 548 H8F 2 BEDET e, 75

4.2.2.3 DNA % 3 7 electrostatic trapping ........ccueeeeeeeveeeveerreesveenieesveeneennns 76

4224 B B B oottt ens 77

4.2.2.5 DNA A 3 B e T e 77

4.2.2.6 BUHE T T FEIZ oot 77

A 3 B B oottt eaeens 78
4.3.1 Ni-DNA 22 A-DNA Z_ 35 F4 Tttt 78

4.3.2 EleCtroStatiC trapPINg.......ccueerueerreeriieniieesieeneeeteeneeereessreeseesseesnseesseesnseenseennns 81
433DNA & F At 2 B B Bl 84

4331 BEA T H T B R 85

4332 A-DNA £ Ni-DNA 2 R E R oo 86

4333 Ni-DNA £ 3 adE 2 e A PR 87

4334 7 B HFfaid 3 A A RIETIR 89

i e S o eSS 90
e e - S 92
>3 2 §Jé .................................................................................................................................. 93

VI



D

2.1
2.2
23
31
3.2
3.3

# B &

< /]?et‘ DNA & 5 H T Ml S

FH o3 P aAZ BES A
TR L L BBE B T 55 e
P IR I N8 §) N Sy - )
3£ B2 native DNA A3 f e %3 22445 2 BEF .
E2rR Y A B EC A B AR T e,

VII



= HHE S HH

=

- )

i)

B P &

L1 & 7@ T ffficp 42 BE 2= (Moore’s law) 2. B 72 R (Source:
ITRS) .................................................................................................................. 2
L g ] g7 BT 4 5] %% 7 % B (Source: Intel).....c.ccoevveveverrennenne. 3
2.1 DNA /& 3 e~ % IL§..~;.LT§ ...................................................................... 5
22DNA A F 815 B HE[30] oo 6
IRt R D)V N 1) DO 7
2ADNA A F ¥ b BT 8 AT RIZE[32] oo 8

2.5 (a) B2 DNA 2% & A ¥3u 7 2 B]. (b) The Bechgaard salts
(TMTSF),PFg - — 48 3 7 358 57 5 B3] oo 9
26 T DNA & 37 T ik @R FIAT] o 11

2.7 DNA & 3 3 #4]. (a) 4224 iT* (Superexchange) # &_7 ik T/
(Tunneling). (b) = ¥ B*& (Hole hopping)[47] .ccoveoeeeeeeieeieeeeeieeee 12
2.8 # B - :%' N 15
2.9 M-DNA helix 2 8358 H T R BI28] oo 15
AR Y R V1) N 18
RN IER T e e = 19

212 T f& % a9% i (Solution bulk) 2 € &4 FenF & @i (Mass
transfer) 4] 0x & RS FenF L 0 Red 7 TRy ek

BE BB [T0] oot i et et ettt 21
213 (a) AR REZ2RETEFH AR, (b) VEF B2 FHRRE
BBL T [80] oottt ettt e re e a e b aeeere e e 25
214 (a) RrE g xF B BE TGS Nare 2 £a0F . (b) M E ok
T B RO (NYQUISE PLOL) i 28
205DNA A F T A A 377 B Bl 31
2.16 NDR 7 ii-% BRAEF ST LB e 31
30 HERTETfEekR? L ABRRLIFF -FHT=d 02V 1 16
Vo BT I 0.2V ettt e 39
32 £ W IFRA2E DNA & F 200 25 o e, 40
33 R Fa4rdrié * £ T2 BB (CHIOL) - A & g - =4 ¢
Fo REALS 2mm PFIER & RAE e, 41
34 2 & K2 DNA 235 p e 2014 m 62 HHRRLIBIF....... 43
5 E& % 20bp 2 native DNA & 3 (L-20) p 2% & 044 % (& »

d 2R SRME X T AT BRI Z AT F R o, 45
36 & &% 40 bp 2 native DNA & 3 (L-40) p 2% 2345 18

d 28 SRAE X T AR BIZ AT TR e 45

VIII



=

i)

3.7 Ni-DNA ¥ native DNA 2. T A A 1758 5 oo, 47
3.8 SYBR Green 2. f* B B HE Bl oo, 47
3.9 Ni-DNA 2. XPS N 1s core level spectra ~~ t57.5% % - (a) ¥ & % 5 (b)
Ni-DNA # & 2. £ % % (c) /&d 60 #) 7 ion sputtering Je 3 & 2.
Ni-DNA 2 AF £ Z B oottt ettt eae e 48
3.10 Ni-DNA 2. XPS Ni 2p core level spectra ~ #7586 % o(a) & % 5 (b)
Ni-DNA @ & 2. £ % % (c) 5&d 60 #) 7 ion sputtering Je 2 {8 2
Ni-DNA G2 AF £ Z B coooeiieieieieeeee ettt 49
3.11 Ni-DNA 2. XPS N 1s core level spectra ;& *# 4 #tickt - 400.02 eV
5 -N= X a3 ~401.02eV 5 -NHperdtdan > 112 402.27
eV i -NH’' cuisii » @ 5 398.84 chjd  B] 5 Ni-N s i it ... 49
3.12 native DNA ¥ Ni-DNA 2 $ 2 HFRhF&Emas 5% % -] 2

NAtive DNA 2 /A 5 NN A oot e e e e 50
3.13 DNA SAMs ** Ru(NH:)eCls % #2773 i & 509 2 17k %% B3 .......52

3.14 Native DNA 22 Ni-DNA SAMs *" K3Fe(CN)s 7 fi# i3 % 5 se¥ 2
Th Tk K& BI¥ - (a) A & 71 (b)native DNA 2 42 £ T 4& (c) Ni-DNA
BArz & T4 (d) 54 25 mM EDTA &J2is2 Ni-DNA 42 & F

3.15 H £ T 4&(a) & DNASAM 4 £4& (b) > 7 f2 #1327 L B 54
3.16 £ B 5 30.bp 2. native DNA. 4 & «(Poly-TG) p 2% 2 T &4 &

fo o d 2EHGUEME X TTEPRIZIF BTN s 54
3.17 Ni-ssDNA (a) ¥ Ni=DNA(b) 2 5% K% Bl¥ o m & 5 native
ssDNA & DNA > @ F % 5 Ni-sSDNA 2 Ni-DNA ....coooiiviiieieeeieee, 57
3.18DNA » +* % ¢ pH E(8.0-8.5~8.8 fr 9.0) g i* 443 /x ¥ A)=
Ni-DNA 2 % #h 367 B s e T Bl e 58
3.19 ¥ & T 18> KsFe(CN)g & f2 7% ik & Sue »7 8 P 3] e ik R FLR] 3% 59
320 4R i v BLBEFARN TS 2 R EA T LB )
Redox probe > @ 5 Electrolyte » % Water molecule........cccoovevenennnee. 59

3.21 Native DNA # 54 EDTA AgZ% 2 Ni-DNA *% K3Fe(CN)s 2 2
gk s ST RIFIen IR o [0 VA B4 ¢ & native DNA
AR £ R E Ed 25 mM EDTA EJZié2. Ni-DNA B 42 & 7

A T T = S N 60
3.22 Ni-DNA * KiFe(CN)s % 2 Ji3 ik & 5od o0 8 I Bl e i po $f]
%>, % Ni-DNA B42 234 A®R 5 ii?%ﬁ%ﬁi% .............. 60

323 (a) WA & T AR BT TR R TR IR SR 2 'm»;; ' (b) it
DNA A 3 i3 47is & T4 % Aot B PR aIe B a2 5

9:
RREQu - ¥ E~E 0 5 &4 F Ry » R ST

IX



)

= o H S H I T ) =

HHEHEFFSH

Wo (Warburg impedance) = & f& 5% i Fl4pdcrid = fficied» R &
DNA A3 %1 » @ Qf 3 DNA A F & 1T 5 v 62
3.24 kA ¥3adp ¥t Ni-DNA 2 nfefiRla#z 228 - O 2223 /2 5
@AM Au i 57 E- AC~ﬁT[% AC 113 = B GT &

g A2 B 7 (v&r%\ 3.1 #557) > IV L BT WSS 64
3.25Ni-DNA & 7| ¢ &k 2 %442 #ﬁoﬁ»r;m\z TR BT B e, 65
326 e B E B LT TR B AT oo 66

3.27 Ni-DNA (Poly-TG) & 7| ¥ > bk 7 45 35-fe 25 4 2 U PPl 3 en
FE-@® 22234287 A- V-0 255775~ GT-GA ™
2z GT #3fesik A2 B2 (o 3.1 7% FRIMP> 5 %%
B B 5 e 68

3.28 Ni-DNA (random sequence) 5 7| ¥ bk 7L 45 8 e 9 i e
MW 223 H2 A0V @rH 5 3 F E- GT
AC~GA M2 - B AC &#Efiik AH2 A7 (& 3.1 #77) > F &

R 5 BT B IR T it 68
329 Ni-DNA 57|70 2467 Tedg e fta s st 2 T IE vt o B Y & (50
AT F R FAE T 3ol AT T i s 69
330 mresg it B sk A A CEA R 2 B TRl e 70
4.1 72 FAREATIEARR oottt ekt 75
4.2 DNA & 3 electrostatic trapping. 77 & Bl ..ooovevvevrivieieieeeieeeieee e, 76
43 A R B BRI R BB e e 77
4.4 A3 24k E o7 & B8] e (a) 43+ =3t DNA mape ¥ #7 (b)) &2
BT G0 R oottt ettt aeene s 78
45Ni-DNA 2 AFM #ifa 47 (@) M E F E 35 Bl (D) 80
4.6 .-DNA z. AFM B~ 47 (@) 1 E B3 R 3G Bl (D) oo 81
47 £ 7 &2 AFM B LBl > £ 7 Jr@;FE'P‘ AF S 100 M e 83
48 A5 d electrostatic trapping 2. DNA 4 + 3% SiO, £+ e AFM
.41?\?} > DNA & + ;r_iﬁ,:"“giﬁ‘& » MR B T e 83
49 54 electrostatic trapping 2= DNA 4 &>t SiO, A+ &7 AFM ¥
w}\b'%?] 'DNA A F EIRIE G 3 o e 7 84
410 DNA &+ 'gd g+ B 3~ i 2 SEM BBl o, 84
411 BB P ST EH TP s 85
412 BifA) =2 T+ @%J TE 7 BBl oo 86
4,13 A-DNA 2 Ni-DNA 2. 7 /-7 B 2 % e, 87
414 Ni-DNA * ¢ BB FHF 2 T 0-7 Bd 8B OV — 10V)....... 88
415Ni-DNA * f h R ¥ HF w2 2 n-2 BY BB OV — -10V) ... 89

4.16 Ni-DNA # i %% = 2 Tn-TBY RE (10 V> 10 V —

X



Bl 4.17Ni-DNA *t % | T B 4Ffe f 52 Lin-R R RB]

XI



5
|
el
=
¥

1.1 =

AT ALEANF 2 G g EEEE > R T 44750 0 £754 native DNA &
Metallic DNA (Ni-DNA) 2 B L A ehZ R &R i F e > & jpd T Feans it
XA DNA ¢ @il o £ 1% g % NiDNA #0252 Rl B 4 e
oo X ARl DNA RS Y A G s Epe it ahdg AAE o {8 £ 1 Ni-DNA & =+
Wit - BREDR KA F A UTEE RS T NiDNA &3 22 F g

* oo

o

12 PR &Epam

AL BEH, T > X EMEAARRMTD AT R > TR A OWAET Gy e 2 F
Rt e B oo i ok b aniEARy ¢ o0 BFE 22 (Moore’slaw) F & k- B EF
e L EMAfRd g BT & 4d o R AR LENE > FEHFELNGT E S - BH
PR BMOEP ¢RI R RAI0R (B 1), Apfend EHAT (Gate Length)
4 ] ble B R4S A0 QARS AT e £ EH o d FE L EHEE
® (International Technology Roadmap for Semiconductors ; ITRS) #777 » A 45 2 3¢ 4
22 160 47T RAORLAERIIT 2R R 2R K AR 120 B h i G At
BBt > 22 3 8 0T AR K- € B 3] AR U 2 B 2 A R R[] 5 T
POPRAERE T B W iE g3 o PR EF LT A PR 3 3 R iR 5 o 4
Flpt > A3 AR FEXIFIATE A TS E RS S R B anfre g B
[2-12]» L BRI T 23 2 B4R B B4 oo BARS -

P AF AR HE KR S ifif]ﬁ{?‘lﬁ 2Ok B 2 F R e G
Epgt chA B B oL > BE G RET IO FIFL ARSI RT
% (Activearea) » Wi di - BE F FAAF DT F A o bldei 3 K RE AT TR
= e g S B8 (Field-Effect Transistor)[13] > ©2 2 4% p-phenylenevinylene oligomer
Firits el 3 7 S8 (Single-Electron Transistor)[14]..5% o izt = i engd 4 < JF"S
Bedr e+ 0 B s 0 Flpt o A F TR AR T R E s F AP 2t
FERh-FheupaAhF A fifpjirky  AF R IEFAE L AR Y D
A EEGZARRNFE PR *};J;']tt (Fantastic structuring) ~ # %] % (Recognition)
e %44 (Conductivity) ° ,T*u DNA &+ a3 » gttt » DNA » 37 ngd #K
FR FIR A E - RSB BT G Bz Rt Mg SR R
Hi DNA A 5 7 0% R 8 17 AT L g Bo[15] o agtulit b > DNA & 3
P BRI R 0 B A G G b aniu s 0 AT %gﬂ iR
FAL o EEP P %0 DNA A3 00 & DNA A5 “HRiiiend & Jafin - B
B F Rn® 5o JEd R BT UG Fens 8 DNA B4 bldo b 2003

1



Braunet. al. ¢ § B ff 2 # cnf|* iS4 % DNA A5 2% K 28 flivd
i - BHAET S H[16] 0 32X DNA A 3 i pfodul it § F2 B i mo i
EETHEII - E G hak e i %ﬁﬂ%*ImAﬁiﬁﬁﬁﬁﬁﬂw
ool AR R R s A2 if# £ Pleif 2 4o DNA B 7% e o i 7 8 pleh
$%—g{ﬂaa%’f*DNAQ+mm+%ﬁ’mﬂ$WU%w}~%WwUU~
WAH[22,23]8 2 At A R [24]crgh i 3R SSAR S £ 1 o ¥3T DNA » 3 iR B
- B4 K e I l]?;‘,}a Hen@h o 2Am 1993 # > Lee et al. &— X ¢ 55?“’ R hen
FI o DNA AP R - o g faps pE f}l]«é(r:' D BT N AT A
F > DNA & 3 chiE§ B P R erec L [25-29]0 A g B g d & faps %ﬁﬁ[mA
&4mﬂﬁérmMMDNAWHmAyMDNAﬁ@ﬁﬁ%¢Dmxﬁiﬁéﬁiﬁi
St B E S R e

BRI PA E P o A g AT T L el 0 % DNA A S
Ni-DNA 45 » @ 82458 £ 5 #4 » £ 87 native DNA Ut 0 # 2 35
T 1©Fi 445 0 native DNA # Ni-DNA 2 ' ¢ i £ ¥ i 02 7 i
F1 0 B is ¥ Ni-DNA $r4 FRPIBEFEZ T F A2 ey ® o

Cye

Of Napoie »‘(ﬂﬂ(}/f}fﬂ’ Copfinies o [r) 0

M GOTE Se T,

- 4

Toward 1 bitfion ttansiStorss=iiie 005 ™
_ 1,000,000,000
L)

Itanium Processor 10 Million

' Pentium® 4 Processor 4 100,000,000
Pentium® lll Process

~ Pentium® Il Process Ll el T 10,000,000
Pentium® Process

——486™ DX Processor B — 1,000,000
~ 386™ Processor

|
|
80286
|

1 80‘ 6 e LT I P o §e | 1&&&0
snﬁ 8080 | |
4004 ‘ 1,000
1970 1980 1990 2000 2010

B 1l &P T Rtap e AR 2= (Moore’s law) 2 B 7B (Source: ITRS)



Evolutionary Revolutionary Exotic

CMOS CMOS
10‘5 N . / . N 1 L l. 1, N 1
2000 / 2010 2020
Y

Reasonably Nanotubes Really
Familiar Nanowires Different

B 12 % %%ﬁﬁﬁ#iﬁ?ﬁiiiﬁf} %537 % B (Source: Intel)



Y- < }l?é ¥ R
21 DNA f@ 4
2t (Nucleic acid) 2.4 #wmie p RE L hx 235 > A &8 Z 4 Hif @ehpp 7
A#H o wre? ¥ 1 AT @ 4 s (Storage) ~ Bif (Transmission) 12 % £ IR
(Expression genetic information) % 7 it [30]- 2k € d 7 B2 & (Nucleotide) s = >
AP A & Ed o (nucleoside) #TiE A s BB H R A JRT 4 Ak

portid
PP R W% 2
Py

I B pE

# (Base) {v1 #pE (Pentose) °

RIp97 3 I RPETHAGT U s 5 » S @& (Ribonucleic acid ; RNA) fr
2§ PPt (Deoxyribonucleic acid 5 DNA) e DNA A 4 4§ & chie F7 > H e 4p & -
Bk chaUk &Gk < 250 d 2§ PR R S0 & (Deoxyribonucleotide) » 14
Tagtgt DNA chit 8 32 2 (B4 5

2.1.1 2 3 P pEF ﬁhﬁ-‘rﬁ

I ehd F PR R ALY 4 F Pt (Deoxyribonucleoside) %k fig it
“rA % 3§ PipEPiH (Deoxyribonucleoside) ®ip— Mdg ket - BpEiEL + 0 & B
2 % 2% (Deoxyribose) Cl iz % F ¢4 F — BdkAh o — m 3 > dkAT A L5 =
Bori5 8% 6 ASIRT S n F - ALS EeA (Purine); £ F - B 6 & ek
R FE 5 efeg_ (Pyrimidine) o 2= DNA &dg 28 4 %] & ’inlv;l}ré (Adenine ; A) ~ 5 % &
¥4 (Guanine ; G) ~ *# ¥fex_ (Cytosine ; C) fr¥9 “ijlvﬁ%vfx; (Thymine ; T) > o # ? ikips7
Ba AT F 2 FPBERERY VA G H;ju;!i_—vé 2 % 2§ p¢ (Deoxyadenosine
monophosphate ; dAMP) ~ § % w4 2 3 12 3 p& (Deoxyguanosine monophosphate ;
dGMP) ~ ¥z #ipeg 2 ¥ 123 f& (Deoxycytidine monophosphate ; dCMP) fr?3 Eﬁvﬁ}v"&i 3
P2 & (Deoxythymidine monophosphate ; dTMP)[30] H 42 i & o = 4o ] 2.1 #7

T oo



Bases

Phosphate group Sugar
Purines Pyrimidines
NH; NH,
N s =%
N
A L
o
N N
Adenine (A) Cytosine (C)
| o o
o OH H
D-deoxynbose /N _—
ol N NH, N 0
Guanine (G) Thymine (T)

Nucleotide

0—l|’—0

i

0 /K"
0—P—0

o

B] 2.1 DNA 4 & ehfe = % L ?’EH‘?

2.1.2 DNA - =i

DNA th— s 84 fo & pr ik e 3 e 2 [ i 4 enfd [ fo 4 7] 58 & > DNA
AP PR 11 3 5T-BEEL = fiadt (Phosphodiester bond) i g o - i {h H kP
TRMERY A BV - BRI RERY SR Y fadEipid o T
DNA » ¥ 115 (v 8013 ¥ ¥1 2 Bk [ faff (Phosphodiester bridge) = % i 4~ + o9
¥ 28 (Backbone) > #7ie = ed § L pETIpaAcB®] 2.2 #7or [30] ©



5 103 diregicn

¥ 10 3 direstion

¥ end Suaning dtosing:

.22 DNA A + iz s @ £ [30]

2.1.3 DNA = @»‘;':fﬁ
1953 & Watson fr Crick & 317 ¥ & &1 DNA 9% 4% >2_ (Double helix) ,,‘%Jf#

RS Lttty

- £ H ' DNA 1} evdedgp & Jf 8 5 -

% DNA ik dp T pe 0 A A
Bf‘ﬁl%"‘Lf# He Ab%TIJFbTi' j;ﬁ
RN

G # C Mz BEsdE (LE 22)

LS HAIT A - & DNA 43¢ 5 WAL K § oerd £ e e in g £ AP
5 oﬂ‘“ﬁ—ﬁ%;’kﬂﬁ&’i@m%ﬁgﬁ”d %; 1%?;}’&3‘?5—@?;5#3:?;7%*%?&;%&
iR o

l. DNA A3 d S 3403 3 § PpEfifpistle & o & ifgaan® i2d Bk - iy
AL -0 - s B FORF AL N o AFIPHBEUARE S v F
Help — WEph o AR LIRS B 23 B1RE /25 2 nmo F - B
R R 34nm 710 BRHBEE F BRHMRE =3 AR5 034 nm -
GERY chd GEIIEA, R 0 - ERGFE 0 T - GERGY 0 AR A R R
2. A 5P RARI Y 3§ PR R 8N Rl e ke froRivdg o B E4A
W ilEke AR 0 gEipd @ A LR
3F DNA Bl gtieni & (7% 4 Lgp Asafpiv* 4 (Base stacking forces)e v £_
d R REGAR D n T FAPT ITF dldecho 52 BT 4 S 445> DNA 25 ¢ ik &
AR 0 A FPAMAA T - BEkaTRE > BRI KA TR A4 V- BT



4 ;i;,/p;;fr;ﬁj Sif TREAFY K Na' ~Mn™" EH#S 2 B3 i 4t
BRI RA AL DNA BT 0 E 2 BB % T MR B 0 2 b

3 @&B’» g407% 7] DNA (Double-stranded cyclic DAN) 72 5% o % g enigf 4k 3k 4] DNA

PR R F M d S sk 42 87 35 (Superhelix) £ 42# 4 (Supercoil) o

) (h)

Phesphorus

Minor
Carbon in groove
. sugar-phosphate

“backbone”
Hydrogen ___

Oxygen.__

Major

34 nm proove

-
x

0.34 nm

»

Bases ——=

6 3

[e—— 2 nin——or}

® 2001 Sinauver Associates, Inc.

B 2.3 B DNA A 5 [32]

2.14 DNA A 3 sk & 4544

B ORGPERA R LSS o dlA TR INT FEER B PR o A T
Moo d eI pRTF o BELEF PR+ KA K (Ground state) B iR 7

#o3 & (Excited state)’ Fag B fe B3 s Bl L & > Flet b K@\ 5 F (s o
LA EfgEE €05 - 27 @ﬁim’kpﬁ’kkﬁx Sk E AL G o Tl & o & DNA
B ek i festie ié,a FHR R A B 5 W bR R 6 £ 4R AT th
T+ €32 260 nm =+ ¥ ?F%T»&@%E'J T OEE R R o AN kT Bk
k2% B (UV-visible spectra)® > € F B % wfa# & 260 nm £ 0 £ 2 230 nm A -
MEAA > 4@ 24 977 o FIP AT 'lfﬁd oo £ e o kX% DNA A
ST TR -



|
0
20 250 260 X

Waveiength, nm

2.1.5 DNA & &+ g + #F 1
Mt DNA &5 ch 3 % 5196202 364 Eley etal. #7317 [33]> &@

Pera Ao gk d dp > DNA @ s R S0 F R cnT 5 B4 - § SR PR
A5 i A A fE pE () e mostack) 0 AR ARG A H AR cnk B BEAE kAL BB
LENFRILGH P, TIRMBVARIAE > A SR IRAB - B A
(Delocalized) g% » FIpt R 3 7 ac i FR S s (T L 4a2 2 8 H > 4oR 252 F &

FAF G SRS B bl4e Bechgaard salts (TMTSF),PFe > v £- 81 5 4 &
gk B hBEAEA 9 5 0.34 nm o de@] 2.5b 4 o iR
Hrh|¥FY DNA ~» 3+ ¢ 5 BRyRE cag R ARSI R L i - %
RE[34] - 7 BEEAZL DA A~ FHLL G 3PP HH > A5 DNA
AEFRTE - A G AR FHPROER LR LA EE AT I hE
(Localization)® # # ¢ » &R %A % Anderson localizatlon[34-37] o B E T LR
TRk o 90 DNA &5 hfi- Bk nBing - BP RO o £ 217 L
Iid 72 Ay BIFEY DNA & 3 8B *%,*Qaé?JwiUméﬂl\,ﬂ
Z% 3 FHEFNALE >DNA A F S ETEFMED G 5T %@ﬁﬁ‘f;’i T A E L
[17-21,23,24,38,39] -

-

S & R



(a) 2
Onm

Yy

B 2.5(
S(a) BT
23 _DNA %
i 4 0
Fi o on 3
s ji fl. (b) The Bechgaard
st o salts (TMTSF

)2PF¢



# 2.1 2 pkd DNA &3 3 fiant i

Class Group DNA sample ~Length (nm) Result Electrode Configuration Ref.
Braun et. al. (1998) A-DNA > 16000 Insulating (RT) Au Suspended [18]
A-DNA )
Storm et. al. (2001) 40-1000 Insulating (RT) Pt/Au On substrate [17]
Poly(dG)-Poly(dC)
Insulator
de Pablo et. al.
A-DNA 100 Insulating (RT) SPM on substrate [19]
(2000)
Zhang et. al. (2002) A-DNA >4000 Insulating (RT) Au Suspended [39]
Porath et. al. Poly(dG)-Poly(dC) Wide band-ga
Y Y 10 _ £ Pt Suspended [21]
(2000) (30 bp) semiconductor (RT)
Poly(dG)-Poly(dC) 1700-2900 Networks of bundles
Cai et. al. (2000) Linear ohmic (RT) SPM [20]
Poly(dA)-Poly(dT) 500-1500 on substrate
Semiconductor
_ Conducting (doped)
Fink et. al. (1999) A-DNA 600 Au Suspended [23]
(RT)
Rakitin et. al. Narrow band-gap
Bundles of A-DNA 15000 _ Au Suspended [38]
(2001) semiconductor (RT)
Induced
Kasumov et. al
Conductor A-DNA 500 superconductivity Re/C On substrate [24]
(2000)
(T<1k)
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2.1.6 DNA & 5 3 3 4]

FeB W Arg g 0%k K 5 [34,40-46] 0 #28 DNA 2 3 h L4101 &7 114
LA A - L H %’9% T F @ 3 (Single-step hole transfer) » » )T“L{b'“r?'ﬁ A QR IE
* (Superexchange) # %_% i%»T/& (Tunneling); ¥ — i —«pjﬁd % JF B*B (Hole hopping)
KITR 7@ %Jrﬂ 7% BTk 8% (Multi-step hole transfer) o i&5 fEH#8 41304 * 34
# T 7% (Photoinduced charge) “r4 ¥ I ko #r KA F T /L & 1} K;LZ,-— BB
3 PR REE m#ﬁ: 4 (Redox probe) 4% . DNA enfE g b » 5 7 754
(Charge donors) # & j= % %2 (Charge accepters) > % DNA =% Ik # 2 F i
(Photophysically) # % it # £ & (Photochemically) %% F¥ > DNA ¥ uk A ¢ &2 2 %
f“F @ 4 23 17 7L B (Positively charged radical) » &Iﬁ]q‘ur%\n\— BaiF >
G ."J%Jﬁﬂ ThBEH T A8 ERY T F €d DNA & F;W@ﬁ;]" iy
A ek TR 8 E - % o] 2.6 4 [47] -

Oxidative hole transfer

AKX D XXX A XX
E | e H
oS X—x—x—x—x—x—x—x—xm

B 2.6 T i7" DNA A 3 ¢ 0 F & H44][47]

2.1.6.1 422 # it* (Superexchange model)

% DNA 4~ = ehig ji (Energy state) % tics B ehR sy > 3 F#-§ ;ﬁd
+ 4 B % sy (Tunneling effect) ¢ T % WFXIT Xt AFB @ 1) 18 A2
S REERE BT éjﬂﬁﬁ LR A DNA A5+ (B 2.7a)47] - L_z:g;f;ﬁji -
ey | ﬁ%]@ﬁv’ TR F A BT 0 IR RS 344k (Coherent)[34,47] - @ T JF i@

™ \Fb

11



B g 5 PREAE B IR A el T8 MERERAR R e > B S A A Bl o B
P AR T BT R ] B NIRRT A B k5 (<10 A) - [47)

(a) Single-step hole transfer
D=B,—A D—E)-A
O0Ep
*D—A
>~ OEa
k
Excitalion " . o i
oAt
D—A
(b) Injection Multi-step hole transport Trapping
EA
*D—A
&rl A D—G—A D=Gy-A
I — —H —

kHop \ } ﬁElrap

—
o= 04

D—A

Bl 2.7DNA 4 3 3 #4]. (a) 442 # (¥* (Superexchange) & %_% % ></i
(Tunneling). (b) T /¥ ¥*E (Hole hopping)[47]

2.1.6.2 7 imBE (Hopping modle)

ARETREERR A L R T 8] LR FEROTF BT 0 R § B G
b %T%?j\;—?ﬁvﬁﬁﬁ o e fA7 ik AY 0 B L& (Guanine; G) B F 5 X I3 1t o
Flet G oekes L FF A Ol R AR > AR FHESERY ARFL LS AT
T & &3¢ (G-hopping) » o o #1dy it ez L B 413 F o L pF DNA & 3 dip 5 &2
FOE T e R a AP BIEFT R E Y %%' d #ptEE (Thermal assisted hopping) i&

12



> DNA A}—?ﬁﬂﬁéﬁgﬁ%iaﬁ't’ » 4@ 2.7b #1m o & dF fx DNA &% i B 4 5 s P
g7 et (Localized) eI % A 2 » MW AT Fn@EERY » Tiraic £5 30K
€ ﬁﬁ fba o dbe g 0 @ i€ A RATA 0 P IR S 25504k (Incoherent)[34,47] o gt
Wi R hid EpF ?E@ﬁﬁﬁﬂﬂ & @ﬁs«]mﬁﬁ%ﬁT R F MG

BT HF @)’%“ 5 A wFE T T o DNA A F f g 1?%?4‘ (Guanine ; G) ¥
VI = @%] ZEE SRR 9)]1F‘ﬂ ¥4 (Adenine ; A) » ¥ M AN E R DL S
(A- hopp1ng)[44 46] - A-hopping 1 & &3 4 & DNA A~ 3+ hi 7¢ 23 G-C d& A
HofFAaa B GCRARY Fe 27 24 B AT deAHPF o &- BT F 8
WARY 0 e @ E R G-hopping 5 A 0§ BHEEARY I AT sk AHF > €14
FE L EAT de A vy AT AP LE3 BF ?Eﬁ-‘uﬁ ;‘é;{gd
?ﬂ‘z}@ilﬁéﬁﬁl ‘LE%,TA»,E? | *  A-hopping 7 8 4 ¥ uiE DK RS T F @
éﬁ. o

22 M-DNA # 4

WTA L E K ODNA A F hETHEM- B LT F Sy B LR
[17,21,23,48-54] » #2 @ B Tl &3R5 = BRFLATH » #1350 DNA & F ¢
PR AEFF S LR 5 1993 EpF o Leegtal BR AL K R F -2
= Heng B 9};‘ e~ DNA % 37 p5[25] > #-i¢ # DNA A 3 chg HEE T PG
2x £ [26-29,38] - @ iz B Agd £ HAESF Sk DNA A + WA £ % © DNA
(Metallic DNA ; M-DNA) -

22,1 £B%3 -+ & DNA » 5 Fefefiny
EPCR A T B MR AT RPEST TS & BYS e AW o ¢
ViR R A 4 Bt o BERA AR Y o T BPEEE A B33 o & DNAhelix ¢ crug R 4
B F 2 Feni R et § AR EF R ¥ (Heterocyclic ring nitrogen) ; |
dro eb b i N-7 foefiegdecn N-3. % o AR A F L gl m§ £ 25 BAfS i
% (Potential protonation sites) » £7 & 5{114&—* Llgz w0 HRG PR npkdt o B iRdr ik
(pKa) EALNES 7

T3 (9.9) > G1 (9.4) ~ U3 (9.3) >> C3 (4.4) > Al (3.9) > G7 (2.5) >> A7
‘ﬁk%ﬁ’ékﬁ:%ﬁ;?é%ﬁal*l“ F iy < REFFESER 0 LT
fhlebgg N7 ez H pK, ™M > Rm frd B3 5 & & fHaps é_iﬁafj’_ﬁ‘

* o rﬂLL»‘ rS pH ,E,pz‘} %E"—‘é mﬁolfv (-1 pti$ b%_ﬁ. K }@lﬁ-&ﬂ-“l?ﬁ‘}@p Z4o T HroT

T3>G1~U3>G7>A7>C3>Al

13



F opH Ead fpE,d 25z Bk (T3~GlfrU3) hpK, #F > Flpt k4 F
RS

AT Lﬁ [l TR S PS4 ER=g35 %5 3T HIWEE %
G7>A7>C3>A1>G1~U3>T3

d o F e pH Eeng MEARF L BT 2 DNA A3 el e & F1F o i &
HRefer che a3 1 83 Ca® ~ Mg ~ Cu” ~ Mn® ~ Ni*" v Zn" > & ke fois
(spectrophotometry) v pH 2 #7 § chl % tB2 R ekeb gk e N-1 ¥ 'fiT3 oA A 4 =
Tl 0 fe v (3R F 0 i N-1 4o Ca® ~ Mg™ ~ Cu®™ ~ Mn* ~ Ni*" ~ Co*" 4r Zn" %
ERHF A e o Jd RRF Benlcd it o T - o @ CutO NPT &L
B ffodes 0 N-1 feiz > @ Mn® R ¢ fe ik e = HhO A 3 chi 4fe N-1 fe
e WEBPF EPHRA) IR RS 5

+ 2+ + + + + + +
Cu®" > Ni*" > Co*" > Mn®" > Mg*" > Ca** > St*" > Ba’

2.2.2 M-DNA ez FHicrit
M-DNA helix 7752 i & £ - Fidsg DNA (ds-DNA) 3z~ & pH < *t 8.5
FEd oW EREF (COBNI e Zn®) sip e ® > % DNA &3 pH &k
HEYF o & Gl o T3 peizi= % F 9% B (Imino group) € fxdi- B+
HY @ @AY 2L FHE_ G ERYES A2 e F odo o 4o 2.8[25,55]
AT eGSR Selhps PO SR ERAT 58 G e T e AL TIRA DTS
A - Bw oG iR o bl4o: 19934 Lee et. al. 2 H' a5 % 3R %3¥ (Nuclear
Magnetic Resonance (NMR) spectroscopy) 4 +7 Zn-DNA - # 34 DNA %7 7 Zn*"
g A% (pH=9.0) ® 352 Zn-DNA PF > d&k 4L+ ?fr—akmm%{)ﬁglﬂ %[25]0“?»“7
‘> 5 DNA AR7IE01 GC £ {#ts Jm rkp% g AT £ R#s|a & i 7| { Boid
Py RO L Zn-DNA> 2 7 ¢ 5 SfAERA2? R FF Gl o T3 GpK,
EFrfEE-d - garit 22.1)) Gl g9 pK, 594 @ T3 5 99 F|pt & Gl +
S g T3 S B AR K[25] ¥ G C A Flch DNA 700 {
¥ § 297,34 M-DNA - Aichet. al. #@Jg‘ DNA 25 Ni-DNA helix /& » 5 -
A2 TG - B Ni*" 3~ > ¥ ¥ 2gd - BES (B 2.9)[28] - #+** Ni-DNA
SFHod flz 4 &k %3¥ (Circular dichroism (CD) spectroscopy) 4 177 #» % ds-DNA
3k 5 M-DNA helix PF 63 b 32 P Ag e > » 3P 1 & B M-DNA helix
ﬁ%m”ﬁﬁ%%”ﬁ *ﬁ’T*§Wp$%$+m$ SRLE L R
m M-DNA helix f= ds-DNA 2. F» 5 ¥ 7 3 0bf %o § 24 & M-DNAhelix ¥ *c
»~ % 3 ethylenediamineteracetic acid (ETDA) % i &% & ﬁ? M pH BEhEBE T
M-DNA helix # ¢ # 4 % ¥ & % 57 DNA -

14



—y
= 3 /O_Hﬁ e
{ {, Ni\z/sf R G
N >wf/ | Hl;l 2 \\ M“‘/ -“\:N
e \UHH/. \H n/ \0
<\ <N
C G T A

B 2.9 M-DNA helix 2 83457 £ WI[28]

2.2.3 M-DNA helix #7% j7 i@ ﬁig?lsfir']é‘_

% M-DNAhelix 7% F#422 51427 35 577 7 B & 0 & 2001 & p o
Rakitin et. al. )‘Ik% &8 #5808 Zn-DNA helix ch3 5> d 8 P @I d ki % v
s Zn-DNAhelix &R {20 4 R nd i il BT & B(Metallic-like) ik
F[38]cm A m "B e F &%t o4 BT Zn-DNAhelix #78 B4 e fE & L
DNA % & ] [26] c Al el % » A H ¥ eh g i F[27]4c % % 3%, (Fluorescence
quenching)[25,56,57] 7 & ¥ A FEM "$ TR SRR 8 - d gkiﬁé T o e



B E O ED RS E od RS ST &ro § DNA #3# 5 M-DNA helix 2 1& >
f A3 ¥ HOMO fr LUMO 2z & hic If (Band gap) #-¢ %5/ » ¢ HOMO {r

LUMO 7t # (Band) » 4p¥en% %5 > oo I}L?\“’Kn—\q PR AERBFIRB AR ZF

P g R ERIEA L - R REKRA P o RuR AL LTI g AP
TARLF LAY © o kB R o R U R 9 M-DNA helix 597 3
¥ L g osxihee . DNA T 41 > 3 DNA A F %2 5 - iE FR[58] o fiLge s

T APT e ﬁﬁé%&—? umm DNA A+ » ¥ AR5 — A+ H&
(Molecular wire) » £ 22 2 K Hitrip 2 £ (6 B E A2 K T F A2 g * {&EFES -

2.3 & F p =¥ (Self-assembly) i+

P EK s AdpArBRE (A A HE B L x AP )
PR G RSH- R A BEERY o AASHE A LA AR e &
S 1%%("‘?@1 4 T4 gs KM 30 S a ]ﬁp.wﬁg)mjgﬁ % T
A ERARE L - BRL LG - R B P RABHE[S9] - p kg R 2
FARHF > RFALF2Z BT A4 P H s 7 EF T BH2Z TR 0y
AT RS A A8 - qg%ﬁ%aa TOREEN B - AR A SRR e TR o

23.1 AFp B EML

PAEEK-FT U RAS S A ~ 5B g 2% (Dynamic self-assembly) »
- B 2# i p ¥ (Static self-assembly) o ff i ET kil %f o el A2 B g F-3
A3 E* 5 REFER g EF “Tic A [60]0 AP B EERY > KER
gBB R EET - BEES ENT RS0 7 g*,a fv B A o Aok F S
(Molecular crystals) » DNA 7 f¢ &  (Hybridization) &¢ 8 p 2 %X v 8 » F &
(Self-assembled monolayer (SAMs))[18,20,26,27,59,61-63] % » = %’3 Y . ‘FK-‘%'; ER

E P K RizoH P g ‘E';khﬁ&\—i‘é] { AR 2 gt ﬁi«‘}i"’k’}fgzﬂﬁ

232 plekE Ak A (RSH)
PakEs kIl - A3 BT A ASHMAG O TF B NRE

ﬁgﬁ%&#w’aﬂwaa%$—£$*éﬁf?%ﬂﬂﬁﬁ&iﬁwwﬂ°“$

EFSERNELU IR LN TEAT TS RN TR R B
mﬁﬁz« EF SRR ?u e Ao & 22[66]4 FIEN T BEF LenF i Az e d
PHENAMAG Y SRR RSH) LB F R Y 7 A - REABA 2k
B Ry Ay A — AR %’Kﬁ 8% Langmuirian isothermal kinetics 12 % # 4 § T fi7» £ ip
Bl aiE42 ¥ 2% Langmuirian isothermal equation ¥2 Gibbs free energy equation

j'{ 4( ]‘}‘ é‘ﬁ-‘ﬂg o
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222 KNI hEELTAAL BH g P

£ (Au)» £ (Ag)~ & (Cu) fom i 4

z fLEips (Alkanethiol) : RSH
A ( ) (GaAs)

= Y= prit #» (Dialkyl sulfides): RSR
= #iit $= (Disulfides) : RS-SR

[Eitg

S F (S0 2 F 4 (ALOY)
WIH o LHE TR 5§ g (Geoz)
o v & (ZnSe)

3 ## = (Organosilanes) : RSiCls, »

fit & (Alcohols) : ROH

| . i & (PY
ik (Amines): RNH:
Langmuirian isothermal equation ;
Kc
(1)

1+Kc
K :ﬁ )

kdes
Oi#dZttF o NRESF C ZAFTTER K 5T ¥ B Kugs » A F % Rk 50 #eo
Kies 2~ F MBS F¥#cod BEq(l) oo AHZeenBEFa 8 T80 3 gk
L GE B bRl TR o RRARE > THRBGRS o Ae RES S AEAEE - A

bz E s Rap ekt s BT RIS FIERNEIORE FBp e
e d4cB] 2.10 7 [66] 0 MR E I A A F &L PR AH A G
() “ABEAHEG A I RERT Feh> ST 445 (B 2.10a) 0 & 5 H 4
CRE S S R IR RO %w/;,umfwﬁec.a:g@g, =ES
WEAG o AARO RS LG TE (B 2.010b) 0 F REFHFF BB &4 G
PR EFSFREIE L P RAREEA T REF RO 2 4G (B 2.10c) -
AT A€ g R A T endp g % (Phase transition) 0 @ i 2 4p i % ePAB B

40 2B E Kprge 3 BFaRpe 2 3 iF*  (Lateral interaction) > & 8 & T 853t &
Zogoez A B sk (B 2.10d) 0 @ QL EER R Y A SR €7 T o @ 17 & 4

® £
EPEBRBES > BLETASEL T (R 2.10e) o i+ K aunffiEiar o FR
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~

Aﬁ%ﬁ%@?mﬁdu’u&ﬂ%JQPmlﬁ@oP'ﬁ%@ﬁﬂ’Eﬁ%aﬂ

Bt (Reconstructlon) B AR S G R D e (e 52 50 30 e B

B 5 kienp d a0 o Flptiz érﬁg/} g;ﬁg} BT R Mz A pa e LGB e 3
e k' ip d J‘JEI'Ji‘fiﬁm °

O O O
Disordered, mobile latiice
O OrevsreQrereseOresees() o Zg
(b) Lattice gas plus ordered

islands

)
O
O
O
J
r\l
A

. : 2 i Saturated surface-aligned
(C) phase

O
E
L
y
4
{
=
> 4
)
|
=
I\
P
i
-

d f e el : : Nucleation of solid-phase
( ) islands

n

QS

VA YW AN '\[ WA A A YA A A A A
A A A AT ALY \ I N W NN L/ Yo W W WIS e W \l’

Saturated solid phase
(e)

B 2.10 p 2 EHE AT K2+ E #31[66]
Gibbs free energy equation ;
AG =-RT InK 3)

FURAREAs 7 gz el B AP K (TR i) B4 Apiten é?é 4 Eq.(3) ¥

ok ki Gibbs free energy € T % ‘= A4EE R I 4@ o] ik vz A4
5ot o i3 :inég_'rfﬂ%%mﬁ;/;; L g N At £ A G o ﬁ,% Ap = KRB
Hodkod pbvim, 23 b BN 20 DREFNZEL I 25 FHEFD

B
weE°

24 FTUEFA
7

“EF L&Y TS R R KRETELS T i

|l
e
e
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- 55 T A M (Electroactive species) 2 R 1% m # 4 T F B nit B K
& o fﬁ‘i’ BREE T EF BTAL AT IR T UERTRAGETFTRIR
(Electrolyte) 2. FF B #7382 cn® it o AF 5y 57 > » ¥ ¥ T 18244
15— A F EEehE F 4 14[26,27,49,67-69] 0 & E_1F 5 4 Fe bR B i * [70-75] o

241 R{i-BEF R &I
PRRAGHFATCEFRF R RRRY LB ARSI T ERE

HZFRFFICF R GTERIBE F2ZRZRRF B ST BAIFES EE - &
TR AL RS BE s MR R fETIRRTES o d T VR 2 A4
T kEEe R o - LI E S E 2 RE A AR S TV U R - BV E S e
RN NE oM F 2T ERASTHRY AFT RV EFE Bk (B2.11) =&
TREWH =&AL W E 1 TE & (Working electrode © WE) ~ # 24 % #& (Counter
electrode » CE) 17 2 %4 % 4& (Reference electrode > RE) °

(1) 2 F2 & (WE)

AT ERROTR VS RERT AL B RN EE BARF RDARA R &
TRIFAFCFREF LT RTAER S EELARRF B RS TR R KR

() #2428 (CE)

R FT L RDT R RI ST i (T E TR —%,zf" Ty ;‘Euj
T TAEHER L ETT R TP a RIS R TR F LT CEF AR
FLETES AR - B MR T FPERT FRaE o doe & (Pt) o

o

Power Supply —

Ammeter ° _@_Electrom eter

Ly Working Electrode

Counter Electorde
—p»> Reference Electrode

Bl 201 Z{ER AT 8 F i b

S
<l
=3

3) i1 (RE)
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ARF AR OF R TLIERIRY cNR e ARV F P 9 inT ESRE A
kAT o FPF R - IE‘"’}‘%’ R 2 T TRIFEB A T AR AR T

e i%

;ﬁ
) "
mfﬁwiﬁﬁwwwfi“”ﬁﬁ-Lﬁoﬂ&’—@ TRePSY TR T
SRRV E T TRy T IR 2R £ & (Nonpolarized electrode) st o i
B LTI T R o

E %ﬁ,p & I (Solution bulk) 7 iEH L4 f;‘r » B ’;*% B § (Mass transfer) ¢
*ﬁ@»%ﬁammhﬁww’am%émﬁz eFEFCBRE R (R212) 7§
Bifen> N ¥ 0w e L = 8 ¢ 35 migration ~ diffusion fr convection[76] - Migration &_
tp T HATE S S B E o F R TS SRl ¥ T £ e
51 ; Diffusion #d *» L RFZRP ERDLENV S TRREPR REAFTI FER
w Kk B F6 ; Convection B E d 03 AL 48 A0 d Tl duidd o F 3
AR EFATREITITRAGF T agdd P8 F RIS RAFait  RiEA
rEfTEie ARt FAICRRFB AL RT (HZ Aot D) &
WFE BTN P Bdt o e AT R R b R R R - AT Al s R
Bd fFe ) o foh F ETHRIEOT F R BT F REE NN ORERE T BE

® ¥ I solution bulk -

|—nFAD(ACj )

AX
2 FRER ™ (A)
A TR (S
: /Zt:ﬁ #’3{

[

n

F

A: THESEH F (cm?)
D: $54c %8k (cm’s™)
AC
AX

CERHA Mcem))
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Electrode Surface layer Solution bulk

Physical
state Chemical Nﬁass
Ox' ™—, Ox' ™—, Ox _,_.‘_'_ Ox
change reaction transfer
4 i
ne-+ Electron :
transfer {
|
"' Physical i
state Chemical Mass
| — | — —
Red . Red . Red — Red

change reaction h'a.l:lsfer
I
|
!

Bl 2.12 R f2F 3R M (Solutionbulk) 2 T Bt «F & @ L (Mass transfer)
F o Ox 3 REMRPHag it s o Red &% B 14 Tl R i & [76]

(1) A g #
RIEHAL DR FEHT CFor RE 2804 &
WL 2R F 2 RFELTTRL BT e

LFANT RS FE G R PSR EME BET

(2) %P g

R RRE Y v PR A 0 T H A 5ok iR B2k
A BELRETEF f e blhe BT AR Y O AL
[77] 0 fe— s 4 3 B RIE L RIFR Y T R 0T 3 F[70,74] o $00% A g 3% < G 12
B ARNZ R R blde D TR HE B SRR
G ERPRARLL LY

v
EAY
[e]
e
=
3
o
b
S
#8 TE
3

(3) T jEfh 23
R RE N ¢ R BB TR TR R E R R R R
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PR3 s B3R T 333 enp hy a0 MEed € =% (IR potential drop) » #c & F i@ -
Bk o

243 7 i&d 4 5 [76,78]
BRETEIRT F-FUEF

aA+bB = cC+dD )
FERAZL D 0 BF BEYF enp d i G fr Gp 40T 41T
Gi =auy+bug (6)

poET AR EF R it 7 kR R AR FR D g
AR

-AG=G, -G,
=au +bug —Cuc —dup
C)*(D)"
— a,UO-i-bIUO—C,UO—d,UO (
( A B C D) (A) (B)
_ -G —RT @ ()
(A)*(B)°
£ @) Y (A)B) FEFENAG) A g LA AARERET F RIET R

“mr

e p o Ry Lo
FFRIET g —AG=0 > B¢ (8) ¥ B

_AGY = (C) (D) o)
(A) (B)°

ERET 0 -AGTE - K RIS (9) TR

~AG? =RT InK (10)

~AG =RT InK —RT ln—(c) (D) (11)

(A)*(B)°
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AG 5 K sl o it & K RIS IR 5 e

- BEDTHEFROTEE R T 0 T gé_ififﬁ’é‘ﬁ‘}‘i?‘}ﬁi o HRm fhw LB &

BP0 AT A E R N EEA LTt N CRABRAT o RET AL
E Y8 A ﬁ*'Lgﬁﬁ%’%gﬂﬁilmmmé_i°L+_,: P b - FT
(Overpotential » E) » # @ 2% =& AL T HT g i (B g Tmid 4 o

T FFFAFR AT AT o AP F TRk AL F BT A e
AG =nFE (12)

HP n i383% E @  H2i38BR VIF 51 2323 &% i7#ic =96485
C(Ri#) 3 (8) vic® %

nFE - nFE° —RT 1n & (D"
(A)*(B)

79 (13) H 5 v L4 T2 (Nernst Eqn)[76,78] > #)0 * kfg i & i FF g & %9 hg
T oo

244 PHBRZE L4372 (Cyclic Voltarmmetry » CV)
BHRKREFZAELATF Y 1 (TR - MPT iR o XU
il Foe b enT o W AR F PR LM e 0 0 Ao R] 2.13a 1o e
REEF R AL AR N R RNITRITT WD %R KL BIE (R
2.13b) - ;ﬁé Bl 2 Pt By i (B 2% Eeng i (p~-/) 7 st
PRSI AG TA S T B F B[27,73,76] c LB 2.13b H | B A- R X
B RREARS T RBAEPTELEFE R) B AP - RET EF T
A2de Tt (B A) LR EH A (A > C)od 3 A Bind R T ERS BT L ER
R Fpad g3 Er T FF oS i TinhA Lo § R ER
Bl g @M R FEREP Ay PRRAT R M F O RRAEDRFESE
Ry #2350 F - d BREESF M (O)>d 205 F A d > bliR! RT
O RIFIF R A L O REEF T A ST e TR A gl e T 232 B

B d AT EAG B REFA R) ¢ 2L T LA (0) B ‘+%ﬁ%
VR k&ﬁ&’éﬁl{m&ﬁﬁ%ﬁﬁ v rER ﬁﬁmW$“F@
PE e i S o] Bt e B endgAcad 5 (diffusion-limited)[79] 0§ BAck B R ARE > @

#it ‘*fk&’ﬂﬁ%ﬁ?ﬁ%%éwmﬂ%(Bﬁ(ﬁmﬁﬁﬁﬁﬁogﬁﬁﬂ
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A= B = O ARFIRERD - BF 4% (Ep) 2BRTIE (pa) o 08
g FAPRFRET FELE (C—> D — A 3 it EhTEESFHA (O) + g,z;;}ji
iR A AR R AR RER AT EESL R FRL 250 - BRRE (Ep)
IR (po) o M- BERPEDZES TR 5 6

O+e =R
fﬁlk*@pﬁpmm@ Tond AR ARSI PFORE 4@#5&1\?‘@%

(Heterogeneous charge transfer) 2 4= & chjf 47 i@ %] (Diffusional mass transport) ° 7% 7. #&
BRFRFTRRR G hB AR 7@ ¥ 7 2% Butler-Volmer equation[80] & 4y it :

Jo = nII:A_COkO exp[ a%(E—EO)}—CRkO exp[(l— )::_(E EO)} (14)
ja= TRA e DT g

C= Tt ek it

ko= i# ¥ #

a= ## G #k

E= B3

R AR REL 0 A BF| BRAL C B3 DEo R hT g £ 5T R
PR TRA G R TAET e K BB e f THEA R R R RS 1
Tik et [P R L IP FORAICESRE B > C & D > A 2R g
SRR R A Db

) oC oC
Jo=-Dg (_Oj = Dg (_R) (15)
X Jyo X )i o
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(b)

=

[«

=

=

© loe
Epe
D

100 0 200 400 600

Potential (mV)

B 213 (a) BHRKRETZ2LALET CHFHATE. (D) ¥ F B2 HR KL BIH#[80]

2.4.4.1 ¥ i % % (Reversible System)

HERTHHE BT ERAED S 0 H ko> 10" cm/s[80] > 6 4e— PHIRIL
ER e F LB RRE DS R PP ERELRT Q5 C)o @ F 7
PFEY TR AR TR R T

0.056
Ay =Epy-Epo=——V (16)

AE 55 2% 7B g2 FFenf =4 (B V)  Epa fv Epe # 5] 5§ V% T
e RETEoN R FINRLRFRIF AT RLIFAESED  HWEITIEHF
B on=1> %5 3 Rhd2 Fang =45 56mV o fNE& 0K RBLZV S
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G CRRE e F A NI B LT EF BT (i) 2 e SR 4
¥ 12 d  Randles-Sevcilk = 234 [76]1F 4 :

5 =(2.69x10°)n2 ACD 212 (17)

U A R R G A (Hiom)o C FEMTEMFASER (F 2
meﬁ’ éﬁkﬁ#ﬁmﬁﬁﬁ&(ﬁﬁimﬁﬁ v AT oS (B
V/s) e ¥ @k T 0 BT R T ehF R e et R B R R Lt B
€ A dRiT 1o

2442 7 ¥ i % % (Irreversible System)

EHRTEF o AT AL 0§ RS Dy VR ERRE S RPN
A S PR RV GF REFELRE ) s MEFEAT AR LRI LD T R E G F
PEOARN VTGS ROTFGEEF AT HF BT R BEEF (o < 107
cm/s)[80]- T 3F § o

S

2443 17V if % % (Quasi-reversible System)
R GEE AT G F e TR B4 FPE[80] 0 107 > ko > 107 5 A i
P TR o SRR R T AR T F e TR AR e

245 2 aifeFus #1772 (Alternating Current Impedance » AC)

T-BRBEASADT AN NET IR AADT AL BV HRIIE R &
MNP RETHRE Y RF R SAFRRGE - BPRTREDT RS TG 5LE
B FAREOR IS R BREBR- Koo aiﬁmﬁﬁﬁﬁiﬁf%%%—%ﬁ$§f
Rty & 59 ok AT IR B REDTERT R g’ﬁ - B S f ol 2 A
ST RIUEL o gL BF R Rk SR ”“fﬁ%mﬁxf AR vk TRk A HE
FLiE -

Z=2"+jz" (18)

246 ZE»xn ik

- A RAESF T RRE S - B RS EKE ﬁ* LR F IR
(Electrochemical impedance spectroscopy » EIS)[81] - & ©* iRl £ - 7 1 = Jféiﬁ
@ﬁ%ﬁ;iﬁ%ﬁm@ﬁiiﬁﬂgliciﬂ?zwmhﬁﬁmwéﬂméﬂg
FEF Rz 18 > 7 14 %“gv} E R BOHCE B e o R R AR L ALY Are g el
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SEEAE Bl 2T RAA IS 2 R TF C) AR (L) ExfpA
Wi - TERAE S 5N ”'Lr.ﬁf_t»k °
WF* REAZAFATIEAZHEL Q> HiepideT

Za=R=2Z Z4=0 (19)
F %K/l’ﬁ/*%”fi’—,ﬂﬁmﬁ,&ﬁi'ﬁ’lf PR S NR K e
% #ru C %47 > 8% Farad(F) re4ai
Zo=-j  ZL=0 Z0=-r 20
i s (20)

Z, =joL 7 =0 Z!=oL Q1)

TR FLy B8 m It
d Fﬁﬁmﬁ,g’“#g%

»\—3
\

£ 23]
" Randles C1rcu1t[82]” Ol ET R AL T

v 4ofE] 2.14a o110 H R RLG

R . wR,*C
Z=R + 2 —j L (22)
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()

()

Ileight frequency =——= Low frequency
_ 1
RC
- . __.'--..
£ o o
N o ~o_
] / .
o \
o "
€ ®
&) o
[ .‘
R, R, +R,

VA

re

Bl 2.14(a) R & 3 1 E FHE T IS N ipde 2 B EEL (b) M B AR B enfe
FLBlF# (Nyquist plot)

B 2.14b 5 ot 2 Bt FiBl3#F (Nyquist plot) » o B 4 3 MAF enfE 3 B34 IR
- LREIFA > R PEFAE RS 8L AR Ji;l:"#,m\aﬂ‘_h’k%\ FE e Y Ry 7
FEE > AP ARIMOIE- et B A R1+R2 22k o Bl B 2
O VAN SE S S s el 1P ;) k= %ﬁd ERGP g HENN TR = i bl | K ] LI o
B0 BT RPN TRk Y e § B d FiEARE 2 JM;J o A - B L AR fRED

\m

ét

v E ka7  HER [ S LI TEATR = ;ﬁg‘"‘ﬁ&é E ST LR o al i =]
Tt E e EEFL :}ljiir’,}_;‘g\;,’?zﬁ\gmadl B Y o ke iR R D)0

Flsd 2382 353 EL 6 28T B FonpE §RHIOBLRICEF
Tt 41 fj‘b"'/ﬁ-ﬂ 3R PIFAOTETI Az P 0 F] ’ér_f‘f R R LI | R To
FeFu it s W (Warburg impedance)o — 45 di § @ * ch@ gL~ it 4ok 23 #rmoH ¢ CPE
RAMEEAE S R FHEARRATFAE W I%—‘J—%i FUPFACIE S kg if iR G
%f{llwﬁ”?ﬁ@%}mﬁﬂ ERTWAERNERF O 27 "TE AL ¥ Ky A
R S UE T ZIRdEA i SRR A ¢ | ey - BB, Faun



NPE S Rt i kg R AR 4 81] o

2 23 xR AL Atz S8 H AN
Frn i eSS Adittance Impedance
1
R R — R
" R
P . .1
ELF R C JaC _JE
AL 32 Th A\‘. 1 -
=n ""{ﬁ_,},é, L —J— JO)L
ol
CPE Yo’ N Yo" | cosZ + jsinE La) cos Z _ Jsmn—”
° 0 > Y, 2 2

W Yo Y, [%j% (1+4) Yi(za))% (1-1])

0

0 Yo ' B Yb(nuﬁécmh[s(jm)%} l-(yuy?émnh[s(jw)%}

0

T Vo8 | (i) Han|B(ie)? | |- (i) 2 com) B(j0)"?

0

25 rELMHEX T o952
FE G RACE X T 2472 (Quartz crystal microbalance * QCM) » 1 & § 4| * £

BRESTERAGETHRITH I F BT 2R (Converse piezoelectric effect) ,T*wi B
# I &R 7 2 (Piezoelectric effect) » BT »x 1 & £ % 1880 # > d Pierre Curie -
Jacques Curie #7# 11 eh[83] ¢ § ¥ e — R4 30— LG LY wehflmE > ¢ it
@&Wﬂﬁﬁéﬁﬁ’ﬁ%wﬁm%ﬁﬁméﬁﬂ’“ﬁ@ﬁﬁﬁﬁﬁﬁ@’W%P
m’i}iﬁ RV - R B R HR[BA] o ApE e A PE S TR G
WL% A RWOBIRE FTEAE S BRER &ﬂ%%ﬁ% Rk ¢

@ﬁ@%m,Pﬁwm’Wﬂ@£®$ﬁiﬁ?@%@ﬁ&wwam%’%mw
ggﬁﬁg AAPFITMFARTEZ > FFEHRMARTEIE T H g S S
3 4 4 kX endRtFaS S £ IRIL % (Resonance)e 7 & & BT E £ T /j*%ﬁf’ R £ JRAR
& - gt Iﬁ AT R EHW R BEOFRFE R T EE LMD IR
B gﬁﬁp Fenzg g ts o L &yg Sauerbrey equation[85] : 4+ B Kt i F

20 B A SRR 5N

'H;F— X L5 2
-EE,_

% T
P i o 4 £

S \vﬂ
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_ 2
Af = —2f"AM (23)

A(”qpq )%

Af = Zr#E 5 %L & (Hz)
fo= 7 # LA *34 (Hz)
Am= B TR (g/em’)

= 4% # (cmd)

o= FE LMY 4 ik (g/cm*s?)

pg= FELMHA (gom’)

FUFENG SO EAFERS TR e E A P - H TGl N S
Lo b ipd RRAE R LMACE X TAHLS T LT R RIFRIY DR F]

26 TAA I
FRHLLE GRS T e Fad B pE DR RS F ST A

(electrophoresis > EP) o ] #* sgfd 45 4d » TAARR LT * 30— & Fovd A F & & F
F ABOL LT o Bl L IR AR B Rk A F s R A R F R
Mo A AR R T EARS B ARR S R R P R Y SR ] e Y
DNA &+ @/ % &) : DNA & + %k fp b Flp mepe 19848+ 0k % > “702 DNA » + &
PR g R - FhE TS ¥ L TFHDNA A TR
7 H o FAPEA P B DNA & F 2 x 2t 534 9§ 24 (Porous gel
matrix)® P> F| % FhDNA &3 B € F A Fent 4 %]z 3 %) 1 DNA &

. porous gel matrix * € F # I o3 # i & > ) 7 DNA & 3 # 6 F b s o
DNA 4 &+ &k ## 4> gt BF porous gel matrix ‘T&'/z‘\{“ B 4 &+ & (Molecular sieve) » 58
- BEREFOTALSITE 0 AR 4 X DNA FE TV ARG sehs gl ko 4oR
215 971 [86] o £ i5d FRAADAI 15> R PEBET > FHEIRT B T E 5 DNA
AN E g o @ §2 55 DNA ;ﬁ\'@sﬁﬂrﬂ%% 7 DNA ehipajdr < o] 2 ¢ 5 3B g
AR ARR - DR ) S LA ERoF KA H DG AT E .
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(2)

Electrode Electrode
DNA Fragments Porous gel matrix +
B /
MW

Buffer solution

(b)

— » MWW

B 2.15DNA & 3+ 3% 2477 % B

2.7 f p&~ & re (Negative differential resistance - NDR)

73§ e~ T re i (Negative Differential Resistance~> NDR) > £ &8 T ii-T B d R
FEG R s TR . fj‘ug\é TR e pE A 4 DR LA F TR A d iR
B bldrl PR T R &8 (resonant tunneling'diode » RTD)[87] « H T /-7 BR&F{Ed R
4e@ 2.16 #151 ©

Bl 2.16 NDR T in-7% B & d 87 F B
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Rp =— 24)
P
VS'VV
R (25)
Vy -V,
Ral=T7+ (26)
P~lv
PVVRs=%§- (27)
A\
IP
PVCR =2 (28)
\Y4

¢ Rpp % -EETIE® Ry 5% EKERME® Ry 5f % PVVR 5% & -
FETEY S PVCR % & ~ FET I o - ¥ Lenf ies T~ o350z -7 %
Er L gaglita &> oMt 4 (GaAs) s BHC4F) (InP) HE P AHE LT F T
BEFERELE RFE L AFR R I AN TS HFHTBE A RE TS AR TE

g A2 AR

H
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$=F f|* 212204 DNA & M (Ni)-DNA hi §

%
EEFTSE R aeh > WA & ol Ae BT BTt 1 2 AT H R 7 E7en
51F5W_ﬁmi«‘:ﬂ ’?4:;'?’1‘1.*}3(7'&";%’;#};?"33(;?' J@@Q;’v};a.&._}\

T T AR 2o we 3 = PO SR SPN PRy KB
7R X Imi\a@ m%y’ﬁﬁ%l S PE S L RE NP R

l'"i‘

24

L FREF R ek & %21355 hE #:5;{;4 AR e @ é_gf; § i A S
% ¢ 4443+ (Biological molecules) &|4-: DNA &+ { £ & < §ph» i & &4
DNA &+ Z g ARAh i L aHs > nz 25 p ..‘:.El;;m%?r;ggﬁ s eIt
PG HMART e b " o

- & DNA (Deoxyribonucleic acid) ¥ %% > 1 & . d - BRif - B I ’it
(pentose) » ™ % — M dk A& (base) *riex » H P & A +¥ 4 5 A (Adenine) » G (Guanine) °
C (Cytosine) = T (Thymine) = # - @ % % 1953 & James Watson # 1! 7 DNA ik
P g2 5[31] - DNA PE DA L T T B EAE > Glde B 1962 &
Daniel Eley & FAR D T3 P DNAGT B0 43 s ik A2 B onendp 3
e Rivs 2+ @iﬁe?]éﬁﬁ*" B @ Aya A F Har[33] » 2000 £ Danny Porath §o Cees
Dekke mgﬂf f&_ plE B 5 104 nne DNA A7 chi o 3 RHE T 8§ 2 Saenit
f2[21] - s - ﬁL?f‘Lg I3 DNA 4~ & m%;"*'#r}é F MR o @SR -
A ‘%‘4}-‘;}% 2t F o i 1993 &£ Jeremy SLee 5 1 3 rkeitd DNA &+ ¥R
B F AR AR o g BaF (ZnPs Co” and Ni*') %32 r DNA &3+ ¢ 1)
S U I AR )|

% EET R % e DNA A + B4 5 Metallic DNA
(M-DNA)[25] -
M-DNA 7354 3 & £4]% pH @ehg K (> 8.5) kirdl & B3 Bt G &

T #k A+ & % & (Imino) - B F+ (Proton) > @ 3;= G-M (Metal ion)-C & A-M-T
5 4£[25,28,29,55] » 4B 2.8 #17R o iHd R~ AR UT % DNA #k 2 g B
+ > -2 1® DNA enBT 5 FHEFITL[2627] L4 DNA »F AL ¥rEF 4
g%&m#ﬂ** M-DNA /4 3 $ 87 2 { L8 7 [38,88,89] % o+ 2 # sDNA 4
F RV UEF A PR PR (Blosensor) 1 Fipls i 22 DNA A F 4L i
3R R A g DNA 0 fd R R B L f e 25l
IR £949,70-72,75] « I M-DNA £ 7 2% 204438 @5 b ] o — ikebid @5
ALY S E A AT R A4 0 o F il DNA 1 5 M-DNA - s
T*uv MiEETF DNA B A2 R% DNA B A2 BT F 5% Fa,;ﬁgl M-DNA
BT RHMTE TG REPMEAL[T4] 0 A Lﬁ%—fi@l‘i?'lﬁﬁ?%%ﬁ&ﬁt*%&iﬁﬂi&
B @R B BT RES o
AR & {%ﬁt} 4833 h4 3 d ds-DNA # i % Ni-DNA helix » £ 4 %
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TR 4 Kiks (SPM)> 12 TV F A4 ¢ Tkt A 452 (CV) friffedn
4177 (AC impedance) #t native DNA 4r Ni-DNA @R T [+ cha 70 2 B 3 iV B4
BauT g o Bfs £ 117 Ni-DNA helix *t % it £ 4459 5§ #5353 a s

72 Ni-DNA helix >33 i* 8 4 F g R B F o # [70-75] » %%'d Ni-DNA helix 7 #&
ds-DNA 3 T & v { B Pl & DNA B 7| ¢ £ F 5 4 Fpe#

(Mismatches) w4 o

32 P&
320 RHES  piRpELRA
(1) #&

AP BRATY 2B IDL STk 0 TR Y 2B T
Na,HPO, (Disodium hydrogen phosphate, Sigma)

NaH,;PO4 (Sodium dihydrogne phosphate, Sigma)

NacCl (Sodium chloride, Sigma)

TBE (Tris-Borate-EDTA ) buffer 5% liquid concentrate (Pollster)
SYBR safe™ DNA gel stain (Applied biosystems)
Tris(hydroxymethyl) aminomethane (Sigma)

Agarose (Pollster)

EDTA (Ethylenediaminetetraacetic acid, Merck)

Acetone (merck)

HCI (Hydrochloric acid 32%, Merck)

KCI (Potassium chloride, Merck)

H,0, (Hydrogen peroxide 30%, Merck)

H,SO,4 (Sulfuric acid, Merck)

BOE (Buffered Oxide Etch, Merck)

KNOj; (Potassium nitrate, Sigma)

NiCl, (Nickel(II') choride, Merck)

K;3Fe(CN)g (Ferrocyanide, Merck)

Ru(NH3)6Cl; (Hexaammineruthenium (IIT) chloride, Sigma)

¥ b 4 F o P (Markham Ontario, Canada) PEF 5 d Frfig » 3+ i3 4&F 15 o
DNA % Ed4ok 3.1 9777 o f #75 DNA k&R gs it 12 4 R D o

% 31 *~9 % #ri¢ * Ni-DNA k52 5 7

Symbol Oligonucleotide sequence

P-fc 57 TGTGTGTGTGTGTGTGTGTGTGTGTGTGTG 37 -SH
37 ACACACACACACACACACACACACACACAC 57
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P-GT 57 TGTGTGTGTGTGTGTGTGTGTGTGTGTGTG 3”-SH
3” ACACACACACACATACACACACACACACAC 5~
P3GT 57 TGTGTGTGTGTGTGTGTGTGTGTGTGTGTG 37-SH
3” ACACACATACACACATACACACATACACAC 5~
P-GA 57 TGTGTGTGTGTGTGTGTGTGTGTGTGTGTG 3”-SH
3” ACACACACACACAAACACACACACACACAC 5~
R-fc  SH-57 ACGTTGTAAAACGACGGCCAGTGAATTG 3°
3" TGCAACATTTTGCTGCCGGTCACTTAAC 5°
R-GT SH-57 ACGTTGTAAAACGACGGCCAGTGAATTG 3~
3” TGCAACATTTTGCTGTCGGTCACTTAAC 5°
R-GA SH-57 ACGTTGTAAAACGACGGCCAGTGAATTG 3~
3" TGCAACATTTTGCTGACGGTCACTTAAC 5°
R-AC  SH-57 ACGTTGTAAAACGACGGCCAGTGAATTG 3~
3" TGCAACATTTCGCTGCCGGTCACTTAAC 5°
R-2AC  SH-57 ACGTTGTAAAACGACGGCCAGTGAATTG 3~
3" TGCAACATTCCGCTGCCGGTCACTTAAC 5°
R-3AC  SH-57 ACGTTGTAAAACGACGGCCAGTGAATTG 3~
3" TGCAACATCCCGCTGCCGGTCACTTAAC 5
L-20 SH-5" GAAGGGAAGAGAAAGGAGAG 3”
3" CTTCCCTTCTCTTTCCICTIC 5°
L-24 SH-5" GAAGGGAAGAGAAAGGAGAGGAAG 3~
3" CTTCCCTTCTCTTICCTGTCCTTC 5°
L-28 SH-5" GAAGGGAAGAGAAAGGAGAGGAAGGGAA 3’
3" CTTCCCTTCTCTTTCCTCTCCTTCCCTT 5°
L-32 SH-5" GAAGGGAAGAGAAAGGAGAGGAAGGGAAAGAG 3”
3” CTTCCCTTCTCTTTCCTCTCCTTCCCTTTCTC 5°
L-36 SH-5" GAAGGGAAGAGAAAGGAGAGGAAGGGAAAGAGAAGG 3”
3" CTTCCCTTCTCTTTCCTCTCCTTCCCTTTCTCTTCC
L-40 SH-5" GAAGGGAAGAGAAAGGAGAGGAAGGGAAAGAGAAGGGAGA 3”
3" CTTCCCTTCTCTTTCCTCTCCTTCCCTTTCTCTTCCCTCT

(2) Birpedd
TP i k355 3 43 -k (Deionized water) 0 * 3t fie i B B 4
Po ¥ O e iR R AR KA E B IR R RS F 0 ko
> FRELA R
PAEA 5 301 ckmifs (HoSOg) & BEF -k (HOy) RESF T
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et RIS R e
TEFERIB R
RFRf G ~ 4 AT KR 05 M SRR R
> Fipi B % #% % (Phosphate buffer solution, PBS, pH = 7.0)
i ﬁ’]ﬁév\ 534 fe 0.2 M Na,HPO4 ¥ 0.2 M NaH,PO4 7% % > B~ 61
ml 0.1 M Na,HPOy4 7% % f= 39 ml ¢ 0.2M NaH,PO4 3 %R £323 >
Z4r 1M 0 NaCl *% 02M ¢ PBS %% » pH=7.0 -
> DNA %3307
AR Y Grié o DNA %% 2 W Kicl i 1t A& BHRE
A e E M o AR O DNA R &t M R R BB R 0 12
HOERR S 100 uM = f %3 4 hd if H % DNA % £ & &
(Hybridization) >t @ g s ® » R &G ER 5 10 uM > -k
AT OSC HSAB 2L RT pRDETZE TR R T
% G DNA Btk (& 3.0) SAEART 4T3 48 0 L3
3 20°C Ak$a¢ oo
> % L4 R
AR R ot mgans 7 DNA # it 5 Ni-DNA - 2= *];i‘]"]( e
fe= 2 7 k&% 20 mM Tris buffer - S mM NiCl, 7% it 4473 7% > £ 12
§ ok pH @A w3 L 80~ 85 88 fr 9.0 *¥
> KiFe(CN)s Tf# B iBiR

R g R BAAFR Y F f T JF oredox probe T fR AR o #-
KiFe(CN)s & KNO3 B4R 5204 g+ k¢ » #fes 53 5 mM

Fe(CN)s® # 100 mM KNO; 1% & i3 i ©
> Ru(NH3)sCl; 7 %53 %
R ke A F T 7 redox probe T fR AR o #
Ru(NH3)sCl; £ KNO; 323 B £ 3 g3 k9 > Afed £ 75 5 mM
Ru(NH3)s"" # 100 mM KNO; 7% % i3

>»

%R

3) ®ERH
> i* B o 47T F & (Electron Spectroscopy for Chemical Analysis, ESCA)
d VG Scientific = & #t4 & 2. Microlab 310F i* & & 473 3 % > %‘%‘E‘
X-Ray % & Bot At md i > PICE PS40 Bk BRI P hkE S
AT ERTF AR BT FIAB O Fle s L E S s ST o
* #iL XPS (X-ray Photoelectron Spectroscopy) °
> kI ZTAH (Horizontal gel electrophoresis system)
d  Major Science #7424 & ° AL 5 MJ-105-S > P £ 7 R iE T
130°C BE > P> i?ﬁ‘méo\%ﬁ DNA & RNA % E o
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> -+ 4 B jcst (Atomic force microscope, AFM)

d 46 B JPK 2 # %74 & NanoWizard I 2
% it 7 tapping model fr contact model & fE#F4s f;t > 1 & - &

2 g+ A B T O R

R AR L (S

[ S0 i

d EG&G # A3 * § A~ 451k > Model 273A > * 3 —- #F A 4 % >
TIELY o A

Model 1025 » & 4£:@ 3% T "od 27404 P R_EFF AT

BBt AR R A AT E o SRR 47 R 1F SR B R
> T ® HHHcE = T (Quartz crystal microbalance » QCM)
d AMETEK #72 2 v % & L fics = T (QCM922 » AMETEK »
TN US.A)» fed RGIO0 15 it » “5i¢ * chz %48 B 3 AT cut -

HA KR SEZ OMHz: f347 27 iE 0.1 Hz-

> ;Q: SFx ??ﬁ941L§$ #E/'Lf}] S5 o (PECVD)
PR S SR Fap

# ® STS MULTIPLEX CLUSTER SYSTEM
3% Nitride ~ TEOS Oxide ~ n-type Amorphous

S £ e 4
’a;: fjﬁ#’g-‘: I%L‘%é':_ o

>

AT
Si f= Amorphous Si’» & E Az *
MERBRET SRR REHE TR
> ke % (Photo resist spinner)
Synrex =R 1-PMI10ID-R790 > ¥ & = gl #& i fo- ELpFR 304 0 i

i# &7 i 7500 rpm o
> k¥ ¥R ks (Mask aligner)
1t B Karl-Suss b’“r“%“ii%i UVigR ki8> 4155 MIB-3 -
MFPRBEA YR RRAEAAEZ K P wirih ko
> KT HFHIFE &L&pxﬂi(ﬁ; (Scanning probe microscope, SPM)
JSPM-5200 # — 25 #50 ~ B A 3% SPM g ¥ > 2 B RBE T 513
FEE R 2 JSPM-5200 ¥ 02 e A AE R ARIERE—* F ~EAlF A e 2
3‘;41% X ’%;igr-s_}igaalﬁwcé% 500 °C (773 K) % 2 4rF| -143
C30K)-d Mzl ~F2 PR FEI KR AT HRITHR

[E-Ap

> H 7 31 7418 (E-gun Evaporator)
d ULVAC #7%l:¢ » 4] %i?:» EBX-8C» ¥ 10 % 3t 5 48 & B % 4% (Au~
%927 323 & (non-uniformity) < 10% o

Ni~Al~Ge~Ti f=Pt)
dWF=u§<§*%ﬁ%iﬁu%ﬁl

> &k k3 ik (UV-visible spectrophotometer)
d p A& JASCO Tl » 3]5L% V-550 A & = F 1190 ~ 900 nm

k2472 1 0.1 nm o

o
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322 FkiE f%ﬁ,ﬂ?
3.2.2.1 Ni-DNA % #%
% % 2P native DNA #2 Ni-DNA #hd ¢h skex Jo ks > 122 § a4 45 A i
W AR A £ R S 30 Bde A ¥ T A FIS poly-TG 0 native DNA 3 /%
Awde ~ Ak pH Eéng 4730 (PH=8.0-8.5+88 4r9.0)+ %H native DNA jk
g’iﬁa»‘ 10puM © 24 C BEY F B~ PFFis B mﬁ%ﬁ;*“lﬁémpH @ i
+7 (pH>8.5) ¢ %2> DNA g%l ¥ > 3% Ni-DNA[25]- #Hf, £ plps
?f:"/p?"—“ erz. A4 s g3 A1 A *“'K Ni-DNA % /IQQ X Lﬁ’f‘r/@wll—i“T 5
it > HiE47H 34c™ D87 B pH 77 D] Ni-DNA 30 4 W B * 545 K¢ o
Tt kR S SmM~ 84 5 500 ml 0 Tris-HCl (pH =8.0 ~ 8.5~ 8.8 §- 9.0) 7%
#s 4 C B R 51524 [ FF o SiB5HH TT @3 Ni-DNA 2% o

3222 ¥ ek w BkeTski A 47

ZOBRBRAZF pH EiEE T g Y4473 7% #>0 native DNA 355 Ni-DNA &
B AP R-kpR D 2ArE D7 B pH B Ni-DNA 3 %8 7 % ¢F £ ke
2R H g:ﬁ'%@ﬁr\ﬂo nm | 220 nm e EE DNA & F 308 ok Sk EtT > A E G
260 nm  Jaus ek fTE 2Bk o

3223 @ AL

e Pl 3 & 4 45 native DNA 22 Ni-DNA 2.2 > § A L 474 Fhe

(1) 2 0.5x ¢ TBE S fefl 2% = Agarose %% » 4 # 1 7% o

(2) ** Agarose = 2% fA{iR B2 50 °C 24 » 3ul 0 SYBR Green (an
asymmetrical cyanine dye) *>~ %) 15ml 3% @ R &£353 -

(3) #-Fis) » HOE ¢ o R A G AT RE 0 REMA S R

(4) it SRR B TRE LAY o 1Y e~ 0.5% i TBE S it -

(5) # DNA # &2 Loadingdye ™A+t 511 et GljR & » 3k~ B4 ¥ o

(6) *54c 9 10 V/iem T Hap B o 15 A48 T 2 A% o

(7) #6948 308 b kT o R H B R F BT % o

v md Fipg A S xﬂﬁvm%’&iﬁl%\DNA gk gD p o
Ww4aEH A3 DNA EA 3R - & DNA 45 p less» &7 fﬁz\ﬁmgi“s@
SRS R R > MAERR A G FIER o F LG RERT I 4R R T
Bk A 4R ZRUSd lum-~03um E P 0.05Sum>o 8 £F ¢ FIRGE - T
Fend o oo B RS2 £ THRIEEAERZRY (3201 ) Bk 91 A4 0
2 A e WAL F I RER LT E G RIET Rk
(Electropolished)[90] » = 342k enBlAg @ #1i¢ * en (24262 & ek 3.2.1(2) &

3224 £7% + L6 ik
R
I
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E’v’ﬂﬁﬁﬂiﬁ%’ WA S kAR 3 T e B RRELY LIV ~13V L £ 1V E
FRAIOV ER G &R R F RO T fEPek = 2 2R3 B oK iRigE
113, ;Fv]rﬁ «fhvc‘e,;\,¢ ﬁé./ﬁ .I,D«H}%o

epetl) > 1102V | 1.6V ehE it ket dy o s i 5 5 100 mV/s o B T 47 5

10

|

-10

Current (pA)

o
S
]

_30 1 1 1 y 1 L 1 4 1 4 | 4 | 1 |
0.2 04 06 08 1.0 L2 14 16

Potential (V) vs. Ag/AgCl

Bl 3.1 #ETH?WAELRY 2 HPRRLEFF -FHIL=d 02V 1 16V gw
x 02V

3225 28 LR X T 47

EEEHWHE AT AL AR PRSI A R - K ETRIERRT S
R (AT-cut)> # £ T 1&d ## 5 02cm’ > A A4 9% OMHz 7% DNA f ‘e % H
AR RN R E BT RYe R AT RYe R ik g 4G (TR
£ Frde 3.2.2.4 #rit) o ERCE DL LG o BAH T F AEA T PR DNA
GiR AL 2uM PP RF A A G o F [ PR 80 U PBS SmR ik £
et 4 okY 9 30 0 5A KRS F F4EERIE T 2, F native DNA
SAM -

3226 BT a5 A 7
E T e i £ R s~ 17 native DNA 22 Ni-DNA 7 &+ #d o
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e 4o @) 3.2 1o
() @ &P g+ aEs2nsH T (S nm)/Au (50 nm)/Ti (5nm) » £ 14
PECVD i# 300nm ¢1Si0; » 2. 15 5d § %A@ H il A4
(2) # e BOE 4% SiO, 22 &£2w g L upmd ARG EE T
F T o

() MAERRBRFAEELS ARG WP DAY > L TR RE LT R R
Pk g A G (RJEIESFA- 3224 47iE) 0 MFFIEDE LG -
(4) #-xh 2 FifE s 3 L DNA 5 fFRL 2 M £ g jF 0 & 4

ot F N PFEZ (S 0 ¥ A52 native DNA SAM -

(5) ** &£ 4 & 7)< native DNASAM 2 {5 - 12 PBS ¥ ffmjp jjie » £ #-H &g
V43 7% (pH=9.0) ¢ -

(6) f\/\p.f%;; "7 PBS i i ‘)ﬁ“i%t : 11 Eie A AT ke K 30 f) o KA K Ee

R

& & dmdwm ot

5% ‘.ﬁJJ,iML ~ 107 Pa mg;fﬁz BT o NETHFRFESEESEEFTEDE
R ZRITREFRS 4V~4V -

Photolithography
L[] e
Development / Wet etch Clean gold surface
. Photoresist
510,
TifAW/Ti
S R R

4 &) (6)

Dropping DNA solulion Dropping NiCl, solulion Ni-DNA SAM
& o
wd o 33333333333 33333322332
. I |

B 32 & 71t irimiese DNA A3 2 f 2%

3227 FTIOE A
(1) x L&
AFHTEY R * 01 (FF 4R 5 CH Instruments #74 & ¢4 7
&> A15L5 CHIIOl > £ % 6 & # 5 0.03142 cm®» H v 24a4c@ 3.3 #757F o
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AR e RARAT 3224 frit 0 AT EFEXLRL > Pl p‘;ﬁ;ﬁgﬁ—,
DNA 'F"'ﬂ"‘f%“i’ (z\ 3.1) %ﬁ% 2uM Iif R R & ﬂﬁz\ ot E
FHNELBRDES O F o RS PBS ¥ ki £ ke s
kP 9304 0 F FeRicE T E I'J native DNA SAMs % 4F 71 1??@}_ R

gt TAREE T E MR (pH=9.0) ¥ o ALY PBS iRk £
Fe A BI kY 93040 KA X RIEEIF FAEERG TR P ik
* 19 Ni-DNA SAMs @ 4rch1 (v 3 4 » B B 7|22 (R 4cd 3.1 #7F o

$ALZ F.24% (Kel -F) 348 635 mm
%49 A8 1.6 mm

<— 55mm > | < 25 mm —>

4 B8 2mm

B 33 2 Faqrerie £ 34R2 SHEW (CHUOD) - A &8 § ug =g c%ée hi
i 2mm eFlE Gk £ T4

) %72t
op Eeh AU R (Ag/ACD) 5 ST RAR o BT 24T
> MRS SR R @ (PO - Ao R GB R (HCD 3
#? (HClL: HyOp=1:9)-
» i~ ImA T n o PR A G SRR R T AR G TR N E 420
> EHERATRIE IV S a2 23mAr FERE L6V
o TR ALUF 4L
PALYE R Py Y T s G fehd g (KCD B B
FRBUY TSN ERG AT AR B T
gt TR T o

G) Wik
FEY TR T R
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(4) RFRF B
TOE Y M h R ATARG B A — 3 KsFe(CN)s % RT3
#o ¥ - % RuNH3)eCly; Tf2F A% c L&A B 4337 T3 2 F

& f % Jj7 e redox probes °

3228 pEkKRxi= = B

AR TR 5 THRfeH B TR~ 7 KFe(CN)s %273 iR ch T 13
¢ o At Ag/AgCl 44 185 220 mV E -,,,LR,@T P BRI TR W he- R
R T s o F B -300mV 3] 600 mV o T e FE 20mV/is o £
PR ETERRAA T IAE ) MR -FLITE > T W kR Bl o 3
Ru(NH3)eCls 253" » T =44 £ A1 -400 mV I] 100 mV > #F# # 5 s
20 mV/s o

rﬂ\m

3229 2R IEfE R

BRI R R R TR R 2 BP0 1 (TR
Whv- JRIFET =5 SmV ehR o FRAEE Y 100kHz F| 0.01 Hz> £ H redaie
TE R F B (BIS) ¢

33 Bi:&H
33.1 DNA 45 p o024 o R EF

ATt Eodr? > i ML EREA R ESd DNA 4 F B ET4E T & -
DNA 45 7 1 fEd 3 £ Ssherde i A + 2 £ 45 A2 F B3 £ ko R
@ DNA »# 3 p e st min=Er+ k (4 #hlmh Bde 3.2.2 "‘*’Eéﬁﬁmr%}ﬁ?
Poarit) c DNA HAF A 2R d o i S F’H;{ﬁc} TEA R R AT
FEoUE T ELWHE X T KER B 3.4 57 F A FE R native DNA A3 (L-20
~L-40 4 3.1) pEENETIEAG 0 5 BHRRE AP RERNER B 4T
HBPET BRI E P ADF L BRRYE 0§ (Bp) 2 AR HRET R
TR R Y eh Fe(CN)g* ehf it B R § =¥ Fe(CN)s ™" (redox porbes) & £ 7 154 &
EFATEE o #17 Fe(CN)g" A2 F L F fua 2 3 Fe(CN)g”» po s ¢ i
BehAd 2 o fple chRIL . § AP - F 2 5 hf 4k o Fe(CN),® Rl g A2 B R 7
Js@m 4 % Fe(CN)gt o d Bt 7 4ot &£ T H&end V% thg =5 5 23826 mV > @ B %
(Ep) PR 255 163.60mV > & F B ehf 2 £ 5 74mV o Bk R KRE & 885 4
o BEZIR (ip) At ES ApF L APTURERF CERRF BARG - BT G
GA[80]c ¥ AR E R DNA Bl 25 4T A IS -HAF RS 7T U
FRHET =L (AEy) ¥ DNA BA|L Raup b m M4 8§ L 4 N4 % &
S B EEF (k) MO RE AAD RANVHF R LIETVEF BLA I AT

42



HE e d 23V A keanig B A DNA &2 33 & 46 0% F F[92] 5

0=1-— (29)

30
E
pe
20+
—
< 10 |
2 | ST
S £
~d— .
0k Bare gold
E‘a --=-1-20
o » 124
= oL ----L-28
Sl L-32
------- L-36
Q0F T L-40 m
1 i 1 i | i 1 i 1
-200 0 200 400 600

Potential (mV) vs. Ag/AgCl

Bl 34 2 k& A2 DNA &3 p e £ Tied o (82 ik KL Rl

P E i G REXELANA 3200 47 F @5 DNA A 330445 R FFE
¥ DNA R 7| & R cndfsem 0o hpt & 51]51 DNA & 3 ¢ % % 20 & & ¥ DNA
A3 HAGREFB L% HOER AT HEE G ﬁw*mr‘rﬁt DNA A 3 “ % % » 7]
PR RF R R Y h redox probes m,g;ﬁd JBiciES {71155 DNA E 45 k¥ &
Rted o A2 F o &I DNA »#F+ 27 RFEH > XA native DNA 4 = <
ERE A E(F o T FEBF ek T BERI P2 redox probes cdfTiE & 0 4R
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Hend R F il o )’j‘*‘uﬁittéiﬁﬁ%« B F S TR RE Y R (B 34) v
Fd o gd 20 BhRAE S DNA A F T3 &chd R4 (L-20) > **JaTRRE A 474 @
ERFRF FCREREDL T c FRAHM LT AOBPF  HRFFEL9402%-
Bl 355 F& LMcE X TP E S &R iReandag ()9 5 8969493 Hz > 516
$F 20 BdkA% DNA B (L-20) p o34 ats BELERPFELY
8969403 Hz » £ 3e#F % % v £ (Af) % -90 Hz - * 40 B4 £ 7 DNA A 7| (L-40)
P HEAF AR R S 33 Hz (B 3.6) 0 o N(23)7 R a3 ehd £ 5 L-20
DNA A3t 244 s £ 4 972x10% g L-40 DNA 4 3 Bl % 3.52 % 10°
g — Bk A% DNA &+ 9% 700 g/mole %38 »wrig3t & T4 o e L-20
DNA 4+ % % 2.09 x 10" probes/cm’ » L-40 DNA 4 + 4 % 3.78 x 10" probes/cm” = o
FE ST X T AT AP B 8 50 L-20 DNA A & e it & i L-40 DNA &
FHHE AT 108 2+ o FFAINR RIS o DNA A F iR F5 7% > 2 By
Bt o AT R R B R RO K(T R ) B AP %< o4 Eq (3)
¥ {845k 2iih Gibbs free energy € M F A + £ }ii“a’*t @Rl o P DNA & &
ML BRSNSt £ TR A R o EF S RRTE G R g W Ee BRES
E o BRI RE A TRE 0 TR ﬁﬁ'f,a e P redox probes PlgE 5 2 2815 & 4
ﬁﬁ?ﬁ@’mpﬁgﬁ RIB i R s 5 0 Flt 7 d IR RE 4 MW

@%é%gqug+wv%m§@ﬁ(LM)ﬁﬁwﬁﬁﬁaﬁ
ﬁgﬂab#gi% Gre e d M ETHEL G G 8 42%05 Ak DNA &+ 91§
F}@m&z\mﬁﬁx%$z\m5§7\w Ul FPL AR T g R SR B AP Y

£
.

=

l—=
T

E
e Tl
iy

A

& W

W B fE
T o=k T F“

J

¥

g’jﬁi,J o

Al RIFP DR RE AT AR R S AT X T RER AT
 DNA A3 g T fEd e DR EF 2 BB o 57 0 HaR] DNA &3 23§ an)
RPN ETHEA G > ¥4 - K DNA hE A3k o

% 32 2 F & B2 native DNA & 3 p 253 &0 &0 2 B E

Bare gold L-20 L-24 L-28 L-32 L-36 L-40
24.22 1.35 4.30 6.27 7.36 11.68 14.06
0 94.43% | 82.24% | 74.49% | 69.61% | 51.78% | 41.95%
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8969520

8969500

I EEEEEEEEpERESESgEEEEEEEEEEEEEEEEEE
~ 8969480 -
N 5
am
~ 8969460 |-
2 - : Ea;gg"'d Af=-90 Hz
g 8969440 | “
= |
T 8969420 -
h -
= 0000000000000000000000000000000000
8969400 |
8960380 L— ..
0 50 100 150 200
Time (s)
Bl 3.5 £E& % 20bp 2 native DNA A F (L-20) fofs 4 5tmd s s 0 78 4

P
R AR X L Ar B pl o Ag s

8968570 |
EEEgnEnEaSEEESgeESgEEggnEggal
8968560 |- EEENNgEEggEEgyeEngEE
N
an
7 8968550 -
2 : Eafg"'d Af=-33 Hz
b= -40
[-F]
= 8968540 |
=2
[+P]
-
= 8968530 - MW
8068520 b— 0 . .4
0 50 100 150 200
Time (s)

Bl 36 £ & 5 40bp 2 native DNA A3 (L-40) p 2% £ T4 5 50 d 2 HE S
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Wikd = Tor R Rl g i

332 g Ak tr i XPS #% P Ni-DNA z_ A5 =

d 2 F e v e 0§ ds-DNA - 2 shg Bags (CoT NPT e
Zn*) Bt > 2B pH B4 85 - fenk RS ¢ B8 Gl fr T3 Low
AE - BFS 0 @58 M-DNA[25,28,29,55]« & AR s ¥ o 2010 = ff s a5
g E T (pH = 9.0) %32~ DNA (poly-TG) il *# » @ 2,4 Ni-DNA
helix (P-fc) > # 2 ;24 32.2.1 #73f o 5 7 /@€ DNA £ F #4 5 Ni-DNA > 2 iy
AT R AR o 4oB] 3.7 57 0 % 145 ds-DNA $#.5 0 ¥ 24 2 Ni-DNA #
©.% % 3% 5 Ni-DNA %6 25 mM EDTA ( pH = 9.0) AU 1 chff 5-[93] o & 7 i s
WS e T MR E IR A% L E § 3§ A T native DNA 2254 EDTA /iy
35 Ni-DNA 383 ¥ £ % 24 > & Ni-DNA i s (% 2 ) Bliz} - *+§:-;ﬂ‘<
AATEARY o TR P G kLA 5 SYBR Green v R T a chit i 2 -

r & fm(dck EtBr) > 4cB] 3.8 #17 o 1A A Y ¥ &5 SYBR Green 4 ¢ ° SYBR
Green § 4 » f7fede & 7 >y % ok Sk fd B 3% AL e T UL K ek s £ SYBR
Green *x 7 Rk £ ek a > Tt & DNA e &¢ v U ,%EJF] FIFKAEA o Ra
native DNA 7} & Ni-DNA 2.8 82X B8 i) X725 &7 F Fe e %[25,58] > e d 20
Ni-DNA sk 242 B 57 B H o T i 1m£féﬁ+ » & ¥ Ni-DNA helix ¥ SYBR
Green 2 B A2 7 # {74 > g+ SYBRGreen @i 4t » P1kde ¥ > » Flot &
ok Sk B bt s 0 T g i F ke % 2% ¥ Ni-DNA helix &4 EDTA rJZis 'EDTA %
b2 L RART A & g g @ Tk AR A AR 0 1t PR NI-DNA #-
¢ #& v native DNA[25 -27,93]c ERER T A 4 T o SYBR Green * ¥ 0L
»Piphdk A Y 0 S Kbk RES T*u&r}’ﬁ % 1 7] native DNA & &— % > ¥ 1Y
PG FETME AL o
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B] 3.7 Ni-DNA ¥ native DNA 2. 7 /A& 7.8 %

B 3.8 SYBR Green z i 5§ i ¥

B 39 5% 4& %5 2 5d Ni-DNA (P-fc) 2 475 22 XPS N Is core level spectra 4
gk  d R TG EgI 0 A¥MEAG Y (@ FF Nls dtile § 445 5
d Ni-DNA 2 &7 {s (b) > 398eV ~402eV 2 B3 P & NIsugLg 2 54 60 #)
£ jon sputtering & (¢) > R A& =3 398 eV ~402eV B e 5LR] § A F 4 I % o
AP e ey 2 4 A XPS Ni 2p core level spectra 4 #7 F (B 3.10) > % & % o 5o
Ni-DNA helix 4515 (b) » % 856.1eV At — LM A 4 » pL2u8iE 5 Ni¥2psp 2
G @ B 874.5eV AuailEiaE Bl 5 NiZ" 2pino dn#enh 862.8eV ¥ 881.1eV
WELME LB A B R NiT 2psn 2 Ni¥¥2pp ehi st (Setallite line) 32 4c[94] - F #% 2ie
## 60 #): ion sputtering & (c) > Ni 2p Pl € jf £ o i&- ) - 3.9 ¥

47



Ni-DNA *t 398 eV ~402 eV 2 ¥ N 1s U5 gk ¥ A g fdw 4o 3.11 #7358 > + &+
FOUAED 4 B > HAER A W 3 398.84 ~ 400.02 ~ 401.02 11 2 402.27 eV >
B 5.2 7 U5 & B e T 40[95-97] 0 3t 400.02 ~ 401.02 11 2 402.27 eV Jiiif
L4k AEL DNA A3 ¢ —N= 2@ -NH, 232 NH' i m a e
398.84 ek 4 Bl 5 Ni-N edgid i o

Hd TAA2 XPS Adiani & 0 ¥ 0L 4o native DNA *tigidan (pH =
90) = B3+ Z Ry B BRF EE G fr ThAT TRAPFF A=
Ni-DNA » i ¢ Ni-DNA helix £.8 F ¥ i 7 1 jEd EDTA Sk ik v
native DNA 77/ fi o @ DNA A 5+ 7 00 ffd gifii o+ p ks &4 6 o 5902 4t
3 A% P 254 Ni-DNAhelix H 4 5 & o

Nls
W\/\N\/\/\/\/\/{\_ (€)
9% b
(b)
&
=
I—
JVJ\"'\WV\/V\/W\MVJ- (a)
I " L L (] M 1 . 1
415 410 4035 400 395

Binding energy (eV)

Bl 3.9 Ni-DNA 2. XPS N Is core level spectra » 7.2 % o(a) ¥ & % % (b) Ni-DNA 2
kF2_ &% (c) Fd 60 §) ion sputtering &2 (s 2. Ni-DNA i3 4F £ % w
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(h)

Intensi

90  $9%0 880 870 860 850 840
Binding energy (eV)

B 3.10 Ni-DNA 2. XPS Ni 2p.core level spectra 2 4755 % - (a) #* £ % % (b) Ni-DNA
g AF2_ & 4w (c) §d 60 F)Eion sputtering £I¥ {5 2. Ni-DNA 2 4F £ % w

sl NI 401.02

E

Intensity (a.u.)
2

: —
403 402 401 400 399 398
Binding energy (eV)

B] 3.11 Ni-DNA z_ XPS N Is core level spectra ;& 4 & #fickt - 400.02eV 5 —N= =
B AR AR ~401.02eV 5 -NHp ehd i in > 11 2 40227 eV & -NH>' ehgg s in >
@ 3 398.84 a4 P 5 Ni-N et 2 it
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333 DNA ¥ Ni-DNA 2 FFg 3 &g L B
% 7 & native DNA ¥ Ni-DNA z. R T ROL R > AP RS £ T HRs B 12
native DNA ¥? Ni-DNA ¥ 4 > &4 %4 & + & %35 native DNA 2 2 Ni-DNA 2z
fesE A3k PUETARESNKESFE T LR RG
(Current-voltage) » 4] 3.12 %751 o d Bl F 10 [-V & A ¥ 123 IR > 12 native DNA *t &
Fh AL A S SRR - S A PR DT R PR (4~
4V) B ZIRE ] 0.03nA o A@ § 2K native DNA 4+ & #4¢ 5 Ni-DNA ~ + &
BB ETHEEG P &s;mwu °Ni-DNA 73 8B F R — 2L [V o 5
FHRBTRAS 2V J ZEPEORMBETEAPEORL O FH TR 2V A
1V s st @m&g ) i‘gh: o Ay ipfa R F A L0 voltage barrier 2
BF o A& E kp ’&_:E_iﬁ'u DNA A~ 3+ 2 £ 314 %m‘ﬁ&i R84 & (Contact
barrier) e AET R ﬁz‘%%ﬁﬂ&ﬁiim b > Ni-DNA ¢h- i g5 pips » + &
TiE e 38 BEMEL T ETIRY >0 ¥ - FPEHEETHFSEN (R

302 ¢ 2 FER]) Flt i DNA A3 hd 35 A% 7 & m&_ﬁg%ﬁﬁ, R
HARY T TR P R REESAEA R A e F A LV BRI R
B3 ALY Ao SFBLEE BB Rl enid B AV 48 & Ni-DNA ulz\a— L

F o BET R DNA B -

02l O dsDNa
A& Ni-DNA helix

0.1+
—
ﬁ 3
= 00
S
o P
S 01} Jas
o i
0.2 | &8 3 N
L s SSsss W
03+ A i
| f Au —{l—
_0'4 L " 1 I I " 1
-4 - 2

B 3.12 native DNA ¥ Ni-DNA z. £ 3 HFh F 4 kE L~ 175 % o [] & native
DNA > A % Ni-DNA
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3347 B 047

ERCURLIE s s VA I irﬂ " E R RE R B on e buE o & B % DNA 2 Ni-DNA
TP DB PR AR o LD B A 5Y A EerR % ih DNA BAlE § 30 B
i 75 ¥ ¢ poly-TG > #-4* DNA & 3 = Sk (74 F 9 % 3227 &orat2 22 > iF

214 DNA 1% Ni-DNA (P-fo) B 4F2 1t 4 > &% 3§t £ ehd 79 o

3341 MpEHERKREZ AT DNA &2 Ni-DNA 2 ¢ i+ 3344
334011 2k TiEF AR A DNA A3 § 18 8 HHh P
(1) Ru(NH3)sCl; % &5 i3 % & s

EER :tz-i#,*ﬁ 7 jaen Ru(NH3)63+ iT5 % f% 5{27‘} 7% ¢ 1 redox probes #F 4 7
d -400mV I 100 mV - JFIk4Fds 0 4P -100mYV 1-200mV 2 ¥ o2
¥] Ru(NH3)s""/ Ru(NH3)e™" ¢hf it B R4 > 4oB] 3.13 #77 o % & KsFe(CN) % 2%
Bk 2 e ehE gt kY o £ R RS DNA B A hT ARFRE R TIE
TP Aag P RRE o FE TR BT B ‘]5'3"*’ HET ORIV ERF A

) )

ThA B BB R RAT J‘J—JF% T = Fogng PRREF R d T IR KA
¥ o d 3t redox probes 7 L J7 g & DNA Bifis ¥ ir b o 0 g TR Rl
¢ ¥ redox probes ¥ ridg B enjhd Jdci@ 5% DNA n¥ & 3 F 5l éi?ﬁé%‘
HoTEsED ’}E&%‘ﬁzﬁ*"q’ FFRE e~ DNAZ £ R/ Ak RL2d & T

L P %ETT 40 DNA & + a7 J= Jo 8 ﬁ%]vfjf r} | E T RU(NH3)6C13 ]
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20

Bare gold

i

—

-
L

Current (pA)

-10

] L [ " 1 M 1 M 1 L I

400 300 200 100 0 100
Potential (mV) vs. Ag/AgCl

 3.13 DNA SAMs ** RU(NH;)Cly T 874 % 4 560 2 757k %% Bl

(2) KiFe(CN)s = f2E %R 4 5

B 3.14 3% & 714 DNA BS54 T4 »>t 5 3 Fe(CN)s~ (redox probe)
TRRFAR AL FRREIBF  FAPLDETHITL L FT R GJ BRI =
B s d Bl 3.04(a) v I BLATIZE P R VB RYE > F 8 (BEp) oF R A g
Fe(CN)s* 5 it % Fe(CN)s® g it B A @ B R (Ep) Pl 5 Fe(CN)” R %
Fe(CN)* hg P B F o 5§ - BRU2 B § =4 (AE) 95 78 mV, ¥ ¥ % 3
aie ATARE o Fgh o b AT ARG - A & d TRF A E R A v an g b
B & F J& (Diffusion-limited reversible redox reaction)[79] o #4* % st¥ > redox probe ¢
ERGLETRAGRM O TFAF CBARF R BT HEE FAZY R g oRl
3.15(a) c § DNA »F p 2 P70 23 & > 4742 ni DNA EA2 3+ k7 h
+ > # pF redox probes ¥ B RF EE G %“ﬁfd Tl d DNA » 3 & m@%]bk’ £7
A2 R E‘?{fgﬁ WAciEd 2 £ TR - d Bl 3.14(b) ¥ ¥ U g
DNA A 3 K p o %#ﬁfv]%x Bdg b BERRE S MBI @Ewg
R4 A2  d MR BV LA NGEED DNA 274 m B 253 &
96.10%[92] » ¥ F & fHu Mk E * T 247 (QCM) # 118> § DNA p P70
THEAG S PR HMaOR R FER (Af) 7K -58Hz (B 3.16) ° ;ﬁd Sauerbrey
equation[85] (5% 25) ¢hiz & » ¥ @arhE T AN ag A 9T 9.18x10"7 (+ 5.17
x10", n=3) 7 DNA A F o pt 4 5 B ¥ F w2 o o A ol 1

FHEB[98,99] &4 Arh¥ DNA A 3343445 - ARQELIE » 1

B
iy

oy
w(:ﬂag“?-

4y

e
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2t DNA &~ chpipe @izt 45 (T R FR4ED J R 7P redox probes
(Fe(CN)s™) 2 DNA ~» 5 K ¢ A2 #% 54 » < redox probes #¥tfficie » DNA
Ko Fl LR R Y 0 redox probes chi B RF T § AFd DNA A K i
LT @R (R 3.15(0b) » kd 333 & ¢ ET Mg LS 7T 185w DNA i
fege® > T3 5 AFd DNA @@y > 5100 DNA 3 31 iR HRenifzh ik A 471 32
TRy L RRES S

1(a) AEp=78mV
20+ Ep,a

Current (pA)
g

] " | . 1 . | . |
¥ t t

600 400 200 0 200 -400
Potential (mV) vs. Ag/AgCl]

l 3.14 Native DNA # Ni-DNA SAMs *K:Fe(CN)e % f# §id i 4 527 2 7R k% )
o (a) B4 7T (b) native DNA 2472 £ 7 1 (c) Ni-DNA 42 £ T & (d) §d
25mM EDTA &J2 4 2. Ni-DNA 24f2 £ T &
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(a) (b)

Redox probe VAN DNA
Electrolyte

Water molecule

—ed —Cod

Bl 3.15 # £ T4 (a) &2 DNASAM B AT (b) * T3 H3k2 7 LHE

8968070 |
8968060j aEEEEENSEggEEEEEENEEENEEEEEEEEEnN
< 8968050 -
E 8968040 |-
s H B Id —
‘.:‘ 8968030 - o NZI?VEODNA o =38 H
= .
= 8968020
s _
= 8968010 |-
= I
8968000 -  ©000000000000000000000000000000000
8967990 L—L1— 0 —1 1 . 1.
0 50 100 150 200
Time ()

Bl 3.16 £ B 5 30bp 2 native DNA 4~ 3 (Poly-TG) p 2% 4314 % 5> d &

B A X T AT RRI AR R
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3.3.4.1.2 DNA ¥ Ni-DNA z 7§ i* B &+

i iht KFe(CN), % f2 53 ¢ » 4 DNA #% 5 Ni-DNA (P-fo) (]
3.14(c)) 16 0 FOUHERG - kg A2 > R RREPARE ORI PR ERE
BEB I - 2 7k B[8O] » iz M 7 Atk %® »redox probes ¥2 Ni-DNA i3 4F
2 g2 BT im e SR > BB AR KF - TR TR RN LipH
* DNA @ 3 » 2 7 ¥ J‘J,’f”ﬁd Ni-DNA 4 3+ % i® 4 @,ﬁﬂmﬁ%jﬁ‘_ v g My A
Ni-DNA # DNA 7§ #4907 Wi 2% E 333 &7 “rifdpk o § Ni-DNA 5§
§ EDTA AJZ(s > o B 3.014(d) 7 28R & B Ni-DNA % &% Bl o

F P BREG AT od 3 Ni-DNA v R ke DNA> 2 (7 R ﬂ\;ﬁd Ni-DNA i®
F s @ﬂiﬂ S AT 0 AR 12 F G R eh DNA #7B~ %> B0 12 F% 7% @ ¢h redox probes
;—,”:7

T2 LA T od PEEAPS T U@ N femd L858
DNA &+ E T b 4 o

3.3.4.1.3 Ni-DNA 3 E 54
d R ARE A E TR F LRSI RIS R > AT G 5]

DNA hi 3 $17 20 fEd - WM & BUEF S 0005 W5l rnacd o B kg2
AT z\@m?}gkﬁﬂl’?[2627] o d—TLee G G BHTH I e M-DNA gt k4
[28,29,55,100] » & B+ 1% LR il » KA F 5 TFng BaT L §9F
R ambEL R AP T %510 R A BT 4> DNA ‘b it [101] - in
yfé Frimgtg ¥ oA AP E DNA Ao\—r%;*)im"ﬂ—% SRR Bl SRR APAR B T8

DNA (ssDNA) 0T . DNA(DNA) 1545 15 cn 4B ~ & 1H 4873 % @ 8
% Ni-ssDNA £ Ni-DNA > £ & 5[0 B RE 2 kA7 8 B KREF 5o 2 % 4oR]
317 #7 > & 3.07(a) ¢ ssDNA 957k k% o 582§ 3.17(b) ¢ DNA ek %
T MR NEAES Jﬁﬂgrz" Mt kEe A - gBpenE A IR FIEIET redox
probes 22 £ &2 B enq P B F i o 4ot & Arif o F ssDNA ##E4# 5 Ni-ssDNA 2z
CH TR R S ARG P AR (B 3.07() 0 £ BT ssDNA b i i
R ‘«Lpiﬁé"’h’@kﬁ’x% FF L [101]0 22 a2 B G78- BeES R b o JREiE § okeh
L HER M e P mAﬂﬁ/z%ﬁd Ni-ssDNA sgifs + i & ﬁéb{\il?@@q
tnghen > Ni-DNA P12 § 4% @85 cnsr 2 (] 3.17(b) ° * # ssDNA % DNA &
AL B o 4 Rt DNA ¥ chig A48 5 24 e N (n-stack) » F = 4k 4
FB8 G e T dk ¢ LR HHF 2, Ni-DNA 2 5[28,55] » 4. ““%é%,;&ﬁﬁ‘*mﬁ
Hr )J'*u%lrFF’a‘» /§¥#ﬁ%ﬁmi d oo F IR AL Ao : A3 DNA &~ 3 ¢ gk o
T '/%ﬁf’ Tk BB (Hole hopping) j\lpkﬂ_,/{\?fm'—gﬁﬁl[26] R ERFLE S %%gl 2
Wi dp g A2 B oon B o MU R a0 3 I KRR Fend E[33] -

doH T Lka TRl Y ¥ oug d (R 3.18) 0 § DNA 253 % pH &

(8.0~ 8.5+ 8.8 fr 9.0) & 4474 ¥ 7,4 Ni-DNA PF > R 4 =3+ 260 nm i £ A

2%
&

B

B
EL
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e DNA 4 % d 4 S fci § 3 4 5o f5 (red shift) & g0 d % 29 7 50 M-DNA 0%
=3 & F A pH B3 85 ek ¢ [25,55] 0 & @ 3.18 ¢ ?J'Z’ﬁ;‘f‘l » ¥ DNA &
2 pH B 5 8.8 v 9.0 chF i* 4573 % 7 352 Ni-DNA pF » DNA i d | &
7260 nm =3 275 nm A K o BRI R A F o de kY KEEFAES T BT
e ZER T 2600 nm Z e ch Sk engegd o AL BB T o e il o e ARy
Fengieis o Hgpew KR4 o 4 fj‘u“x;fu T BRI ot Ew iR TR e
i G w}i?'—éi’DNA/»\—? + 5B

7 B g (HOMO) # § 5 #4378 31
# (LUMO) 2 B i W FI48 8+ ch 32 ;')E‘ oo gt % 27 Alexandre et al.[58] #THC
& & Ni-DNA *# » R jeniB i & §5:@%

#. 11 M-DNA ma,+‘s:ﬁ§_7» em & o F]pb
AHT © RS n RS BT er ki
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(a) 10
L =-=-=gsDNA
5-
p—
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=
[—
Bl
g
=
=
@)
s
M 1 M 1 [ " L " 1
400 200 0 200 400 600
Potential (mV) vs. Ag/Ag(]
®) w
— 5r
-
=4
e
-
g
| -
= 0
=
&)
Y
400 200 0 200 100 600

Potential (mV) vs. Ag/AgCl

Bl 3.17 Ni-ssDNA (a) £ Ni-DNA (b) 2 #5% R % Bl# - w5 5 native ssDNA
DNA » @ 9 % 5 Ni-ssDNA 2 Ni-DNA
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0.30
1 o ® DNA
0254 ¥4 4 Ni-DNA pH=8.0
Ni-DNA pH=8.5
1 A v Ni-DNA pH=8.8
0.20 1 a ®  Ni-DNA pH=9.0
, 4
pa
v 015" ?
m. |
<« g ey el
010 = %XW‘!'E;;"
0.05 - . n '.'
. M v,
¥y
000 e Tve, |

220 240 260 280 300 320
Wavelength (nm)

Bl 3.18 DNA & +**7 fr pH E(8:0-8.5~88 4= 9.0) & 443 /% 7 2= Ni-DNA
EAR R A R LY =

3.3.42 1 pnpeduiE A 5 DNA #3 Ni-DNA 2z 7 1
3.3.42.1 DNA ¥ Ni-DNA Lfﬂ#’&,@?‘é
Bl 3.19 2% &% &> KiFe(CN)s 7 %*;;& KRS 1 F VR sy LR o
AR

oo RY T ”’?Iﬁtr._rs*i?é’vy— R v @ IR R H BIRG - MM
B WM R hE R "gj\ﬁﬁ&%$m’f%f%§i}@ AR A w2 TR
(Electrical double layer » EDL) mii—}]?c 4B 3.20 #7o7 «’f ]“)I‘ulz\q\— TEER -

Flpb 5r BAE R AP PF > H QL UREARRE ¢ L IR L ] s [Fl5Rd R I E R en

B2 F - BRIEERRTIE (R) - $H 54 pF > T %, TEFEROEFR kR
*i?%@ﬂﬁ’ﬂ%ﬁ%ﬁm—aw’w%@%wﬁ% B3R L R F dhip 2
¥ g g B fj‘u{”ﬁﬁ 7 m 4 7 12 (Charge transfer resistance * Re) » %
ﬁ$%§a1%%’?ﬁéirﬁﬁﬁ*%mﬂﬁiiﬂﬁﬁ@m”$k&%&’%
EER CADF R FATF R RADT RS - 5 TRFT OFicd
(diffusion-limited)[26] ° #FHciE & - » ,T.Pﬂ AR L oo e B Lo (lefuson
impedance) > 4rB] 3.19 ¢ MHAE H B AT E PP MR o XA & DNA 2 4F{s g
Ttk &E? > BB LA Ep RIS &£ T Y Ao (B 3.21) - 2 R
Flaek F&drif > HEW £T i e DNA A F EREEmIBTE 4w D i
Bff o £d 3t DNA A3 HB 3 Fp g4 A aedamgd c e d 4
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16
14F O
12 +
10 -
a
8 L
-
\---.-f'= 6l
-
' O Bare gold
2F Calculated fit by
ol equivalent cireuit (1)
_2 " 1 " 1 " 1 " 1 " 1 L 1 L 1 " 1 " 1
2 0 2 4 6 8 10 12 14 16

R (k)

B 3.19 #4718 KsFe(CN)g & i3 i3 iR duse® o0 8 ipl B| eh i o Fui)

EDL
Electrolyte — ||

Gold

I | Insulator

Bl 320 4Tt e BTRETARAG TS T HEETIARE - % Redox
probe > @ 5 Electrolyte © % Water molecule
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1000

_ 150 0.25Hz ~7 I
800 -3 ol o7 L
.,-,s | P ~ P -~
|~ 0.
' | L‘: . 7’ . yd
600 ' ° ‘ .
- o e e e e %, B
” rd
S 7
~ 400 | ’Er?,
E £
& 23
" 200t 17§ Native DNA
\ v EDTA treatment
0.25 Hz = = = - Calculated fit by
0 equivalent circuit (2)
1 ¥ ] L I L 1 L 1 ¥ I
0 200 400 600 800 1000

R, (2)

Bl 3.21 Native DNA £ & d "EDTA /&J2 {4 2. Ni-DNA *t K3Fe(CN)s % f& 5% % 4
Sl Ar R IR SR PEFBEE ol |0 VA Bl T 5 native DNA 2472 £ &1 2 &
d 25mM EDTA EJ® 52 Ni-DNA B4z 27tk R L S0 B BRE S

125
JAN
100 | -
A
— ?ﬁ i /A
@ A
~— 50 ’A
= N\
=
v 25k
4 Ni-DNA
0 = = = - Calculated fit by
§ equivalent circuit (2)

0 T 150
R (k)

Bl 3.22Ni-DNA ** K3Fe(CN)s 7 f# 53 % 4 su? “r 2 P en iRl > V 5
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Ni-DNA 2 4F2_ £ R 1> &M 5 E T s %

(100 kHz) |45 (0.25kHz) e B2 > ¥ G — o F 28 chf]ssd o &
TR o ERESA ) AR RS TR BT g F[26,72] 0 %
DNA p e %A+ K Akddd 5 Ni-DNA A 5 K (8 0 00 it enw F L me & 4 ok
o (B 3.22)5 333 7 Ni-DNA efedaie . DNA ehfefuid -] 42 2 »Ni-DNA
i F i DNA K E o 4ok 3 & F & 97iF > Ni-DNA ¥ 12 ;ﬁd EDTA g2
MR S DNA» oy v 3R - § Ni-DNA 54 EDTA AJZ s » 2 2R
LBl HE-¢ L RN DNA 4p 0 ePfedid S 0 4oB] 3.21 #757 o

K FR EMAF NI TH Y BT OPERF kRS LT EAR
;“gd DNA 4 % ¢ dg A A chda sty % 1% 5 @l 3 - F 47
TR PR FLE > Sl B R DR RT R VT NE- B R
ﬂ:%ﬁf;’z?&é LB Esra it afdics B 3.23(a) AHERS £ T HEATE RO I IEILE
W2 ErTR MBS ETHBRTVERRZ I ETEMS I T RLGETETRR
2 Fho A~ TR Lb%%%‘&)‘/ﬁﬁﬁ“‘ S AP E U - F ORI
Bf kg it o TR A £ T iRk AT cnE 2L E B, (Equivalent circuit (1))4-B@ 3.23(a) #T
7 oo Hpedn (Ry) ¢ f238 4o ® 0

e 1

f:*??ﬁ%’%??ﬁ&,’jiﬁ B DNA & 3 & > A iifedus 479 gk ¢
; '—‘-.
-

\\\r

Ry =Ry + (30)
Q+ Ryt +W

Q=Qd|a)n(cosn7”+ jsin%r) 31
1 - .

W= (20) h(1-) (32)

P Ry AR REIE Qg - ¥4pi=4& < ¥ (Constant phase element » CPE) » i & #*
At ARETRRETIREL S OTHER 22T ET 5 o &t (26) ¥ on=0
Bi:;ﬁ%%#iﬂq}u&‘?ﬁ/mfm N=1PFRiR2ETF 0 » 245 Ry 2 R8BS T
Wo (Warburg impedance) = & f# 5 /% i% FI3HHcmid = o dcfedn o

B 3.23(b) ¢ & »xF § (Equivalent circuit (2)) £.*% k# it 5d DNA A F i3 45
e B onIEFLe gt kALY > £ T4 i DNA A 5 K ,Tﬁiiﬁfﬂ i e g A
+ % K o ixdp Janek et. al.[92] 7§ > & * Equivalent circuit (2) ¥ 14 F »endy it 3
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TR R B AT R 2 N Bl - Bquivalent circuit (2) PR 4258 4o

’r .

R, =Ry +— : (33)
Q+—+
R Ry +W
Q =wan(cosn7ﬂ+ jsinnjﬁ) (34)

(1) fv ) APT UEE LS £ T E DNA A3 B4 (s TR in e fam a8

ﬁ-%ﬁi-‘iv—&rﬁ 3.19 ~ 3.21 'fr’ 322 ¢ BRIV ATT o BT R Y & B E A iR

¥ 11 > DNA 2 Ni-DNA g ‘e Ao\—ré]ﬂl;lz?r R

z tﬂ??’% ’ ﬁ n f,ﬁ_ﬂ,;rs/y %15 %9 DNA A% fEiEsd 43 Ni-DNA 13 2 & 4 20

Lo R B AP F 4 DNA #2 Ni-DNA 6§ S ena 47— 5% o JEd 2
R 5 2 $ T R PR o PO e = TR R R T e

H? R Z DNA »#F+ g @m Qf 5 DNA A3 g eh7 % o %}‘?é Equivalent circuit
&=
0o

(a) (b)
EDL
Electrolyte — | I — [ [

I VAN

WATVAS Gold
Gold VW

I I Insulator
l Insulator 0,
Ou R, Q
“ Q —_I_ —MW W=
i e
R, w, R, W,
Equivalent circuit (1) Equivalent circuit (2)

Bl 323(a) #WHH & TR 0T TR iR 2. e T 0 (b) H3E DNA &
FIRAFS AR A ST ERIR IEFLE 2 BT R o Ry 23T Qg 5 — K AP
hE e G ABF Ry & T WES T L 0 Wo (Warburg impedance) = T %53 %

62



FIFE AT S egBiciedi o R A DNA A5 ehffe > @ Qr & DNA A5k ehd %

3 033 2% L BEAEZ HRIERES

Rg/Q  QulF O,/ F n RIQ R, 1Q W, /iQs\”
Bare gold 1759 1.94x10¢ 0.86 595.6 6.66 x 10
Native DNA 162.3 798 x 107 0.95 2.04 x 107 128 x 10° 337 x10°
Ni-DNA 1753 176x106 089  985x105 152x10"  499x10
EDTA lrcalment 1828 643x107 093  386x107  274x10° 328x105

3.3.4.2.3 s& AL 3 fd Ni-DNA 7 Mgl 58

DNA ¥ &eed » 2 R LHd - § £ R4 sy S e § AP
WA e B G A ak A Rl R DNA B o B33 3 2T
DNA 4 3 ¢ HOMO ¥ LUMO«2 e FA[58] > & & %?m@ﬁiﬂﬁﬁv’ T F M
Wend d > A 1R I R Ao 3 A3 DNA 2% ¢ ch k> R iR W ”%ﬁd Tk B
¥ (Hole hopping) * t23 J7 m@ﬁs,l[26] s AR P ak ANtera A A BV T iFanid
By AP ¥ 0% B R oo hF B > A A B #- single A<C mismatch (R-AC) ~ two A-C
mismatch (R-2AC) £ three . A-C mismatches (R-3AC) g L %4 » DNA i 7| ¢
(4 3.1)» #002A i X BRl 2 NiDNA a1 » 4o 324 #77 o d R 7 1
g 3 1FF DNA B 7Y 4 e fhi ki eilic D 3 4e 0 TR S AP 30 e o FR
% 22§ B enfickt (Equivalent circuit (2)) ¥ 2 17 7 » Ni-DNA 7 fed i %k &7 0.93
MQ (= 23 4F) H# 4 2 1.40 MQ (Single A-C mismatch)~2.66 MQ (Two A-C mismatches)
% 534 MQ (Three A-C mismatches) » 7 /7 *" Ni-DNA ¢ i@ ﬁiaa] R njﬁ d IU45 AT
FERAR S R AFZ F A8 1o fue e (n-stack) i i (Ni*"-mediated
n—m stacking corridor) % iT @ ¥ - ¥ DNA & J'J T4 e Rk AT PE o fdl SRR
Hig AHOEE F ¢ nm s > il g d ido- T i fh
(Potential barrier) #-¢ *# ™1 % j#** DNA A&+ ¢ m@ﬁiﬂxd‘ <[71,102] > 4B 3.25 #1
oo G AEF KIya & RS AR E %ﬁv} 7 1% %0/l (Tunneling effect) %
@ﬁ%] - B*¥ ® 5 A-C mismatch 17 =it % & (Potential barrier high) > Single A-C
mismatch i % A (d) 9 5 6.8 A~ two A-C mismatches ) % 102 A @ three A-C
mismatches %) 3 13.6 Ao d sl E A& T Ehl 2B (B 3.26) ¥ 5> RIEEE a0
AR GH A | iﬁ#ﬂﬁﬁcmi\g S NS ?uj!w». gt R 3 enF E s o &Py Simmons
model[103] > & F ehF E 2T B¥T U T AN F kf i
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I oV exp(—pd) (35)

HIie v FI

R o exp(4d) (36)
V2
P 47r(2r:<1)) o

77 B % %13 i #k (Bias-independent decay coefficient) * m 2 & + «0F & - h 3 79
7o ¥ #c (Plank’s constant) - 4% ;% (31) ¥ ® 3.26 it#ie#t & (Fitting) > # 2 % 4o R
326 ¢ FAMA T o d L N dET &0 95 03047 t“ﬂmg_li’?}g%\“ AT &
W erfcie (0.1 ~ 0.6 A71)[8,104,105] #p# o # S5 » 5% (32) ¥ 1 £ A-C mismatch
3 Ni-DNA ¢ #1252 chg =i g B (P) BdciE 95 0.083 eV e d bt % A g
v LA R NEDNA ¢ @t DNA A 719 m st dp i 6 o 10 2 i
AW g T R 425 %fs’zﬁvo%ﬁ“d prAE R A T A F > Ni-DNA ¢ m@%]#r
Moo #- Ni-DNA ¥~ 3 4 PR PIEF G * o8 & DNA chg it Fpr 2 i B ep
Adr o o k¥ DNA FF| P e 2 % B8 (7 e B e

O R-fe
200 ® R-AC
| A R2AC
B R-3AC
150 Calculated fit
by equivalent circuit (2)
—
E 100 -
—
E
a2
1 50 -
0
| L 1 1 1 L | L 1 1 1 L |
0 50 100 150 200 250 300
Rre (kQ)

Bl 324 d& A 534 Ni-DNA @z 28 -0 2234257 @
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A-B ~55535- AC-aB AC 2 = B GT #Efe itk 252 /5| 4ok
3.1 #7m) FRMWG L BT RERELS

GTAAAACGAC _
=> Ni ion

CATTTCGCTG

Potential barrier
L]

c — —_——

B ——

d=68A

GTAAAACGAZC
CATTCCGCTG

e —

R EE——

d=1024A

B 3.25Ni-DNA E 71| © dg L ¥4 SEpe 9734 4 20 it [ior & B
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X/B

Y =Y A
I Three A-C mismatches

S R*=0.99808

Y, = 833860.95141 1£56041.94674

4+
- A =81284.35939 £17921.89157
G " B=23.38291 £0.18128
= T
‘&/ Two A-C mismatches
2L
1k Single A-C mismatch

2 0 2 4 6 8 10 12 14
Potential barrier width (Angstrom)

B .3.26 i fR % B2 TR B (% F

3.3.5 Ni—DNA B $o R E L
L AREY FF AR RS RRRRAN G e DY il
o h g e A e TR F] > 4 BASH ST G DNA A7 ° § 52k
ém%ﬂbwl:‘izmo LBIRE B ET RUER G - B v ¥ P ant 2 Mﬁ/? | DNA
BAY 38 RNAF] o - % 3 DNA A 7SRRI S 25 1T 848
* Bt ipl /z[106] ~2 T ER TR A HE[107] 1 E O3 T BRI [70 727475]
He g it B25 275 £8REKRSR (Point-of-care testing > POCT) 73 & /B4 o T it
B2l aike it BRAE C BERBIOMS AT KRRBlERY T LEF BT
MEREMT I AR LN BN T oL BRI RS o e 3 & 5
SLEERI G DNA A5 & 5@ s > ApfenT 8 F pam iy @35 > Fpp)
SOR Y - B R e R T L bAr & 7 A (Methylene blue
MB"[71,73] - rérLéfﬂJm,?J: SRR S E kR amEL o F BRI R
* DNA 3 F o a e 21 ivitedn e “r& Py P BRF EMEZEE
FEPF it DNA B 7 ik A4 s e st A2 g % A P £ BT (NiD)
%32 DNA ## 5 Ni-DNA k3% 3 DNA A3 T KRBT V8 F b
FEL o FI* T Ni-DNA ¢ ch@ i s 4] (4ot &7if) > # Ni-DNA A 77 27 §
e A H AR SRR RE TRV E AT o

66



3.3.5.1 DNA E 7| ¢ dk 7k 445 2o ¥ 2 1k 0P

F B¢ oTie * 57 DNA i & 2.7 Poly-TG *tachi 7 B 7Y 53 30 Bk
A4 ¥ - BRE 28 BrE i At g DNA B> 4ok 3.1 97 o pid
B EFY o SRR R R EREAF M AT H Y > 4o GT~G-A fr AC- %
TOH - g e A BB A e ek ANt R HRens §3%H ¢ 2@ & DNA
BP0 dek G ok 5 engg e iR > T f g 8 DNA BRUE S R e
Rypz w7V A[108] 0 F ek A2 B R TR < R 40T A

G-C>A-T>G-T>G-G>T-T=G-A>T-C>A-C>A-A>C-C

RHREF N - 53 2 B GT @feiik AHe DNA &5 (P3GT) - B %
BT Fporat o AP A AT 0 DNA BE B4 £ T4 > & 542 Ni-DNA -
f#zet Ni-DNA 2 474 T4k 0 %t KsFe(CN)s RfEF B RDRT L E FRTiFL
SRS 4T 0 B R % he@] 3.27 v 328 Am o d WY T M AR 0§ G ik AHE
e 4 e Ni-DNA ehfeFiE 48 % 2852 > 5 48 e Ni-DNA» 7 % 24 Poly-TG(@ 3.27)

REES R 7] (B 3.28) 7 Ni-DNA " HEloph o frfien o AP E g B (Equivalent
circuit (2)) ##H 2 reiiBE o & #Z—”erg’ F| g B Ni-DNA & &0 FL 8 455 5 Bl
3.29 - % Ni-DNA (Poly-TG) e/ 7 ¥ 2 4 = B G-T 4% -pie g A%+ (P-GT) P& >
HErEd B+ 0.89 MQP-fo) H el 1.9IMQ e thehy 5 5 H- G-A &%
fodtehdg A% (P-GA) M2 =ik G-T & Ffe e AP AR gy A6
218 MQ fr 6.02 MQ = L' B Fleh Ni-DNA © + F 4 chg % > = > 3 4
Ni-DNA (R-fe)in g e @d 093 MQ # 3 1.40 MQ ~ 1.6IMQ ~ 2.07 MQ fr 2.66 MQ >
to ¥ H - A-C (R-AC) ~ G-T (R-GT) fr G-A (R-GA) 4 5pestirug A4t 12 3
A-C BiFpesterg A% o o SR F B IE B0 D BAHR AL S APT UF R
Ni-DNA 5 7|¥¢ 4 dg A $te i daiima 2 o> B3 ERipsteni 3t h A= 23
MR F] 0 32 A A g R R A B2 T I o R R P
G e o LIS AR e o

d 0¥ e G-T 7 A9 g e dhendg AR 59 B eh o Tt i G-T chig
¥
\
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300
250 - v
200
—
S sl
Q—
g 100 F ® Pfe
r:lﬁ A PGT
- v PGA
SO " P3GT
Modified Randles
0F equivalent civeuit(2
1 " 1 " I M I " 1 M 1

0 100 200 300 400 500 600
R (k)

Bl 3.27 Ni-DNA (Poly-TG) & 7 » #4238 2 4 iR I B s e 8 - @
arIAZBE AV - A5 21 E- GT-GA 2 = B GT &8 itik
R B (dod 3ul S5 BAINS S T BRAERE S

200
B Rfc
o R-GT
_ 4 R-AC
I0F § Raac
¢* RGA

Calculated fit

0 50 100 150 200 250 300
R (k)
re

B 3.28 Ni-DNA (random sequence) & 71| 7 > k& 3k ¥+45 Z2-Ae 1575 4 2 Jn 14 B 3 eh e
Z2-W 222342570/ V- @~55iz7H- GT-AC-GA 12 - AC
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A dthk 2 B (Ack 3.1 7)) FARIVG G BT R E S

7
3 mismatches
6L
~ 3l 2 mismatches
S
z 1 mismatch 1
~— I
2 I I
m :I i
0 mismatch =~ | 7
1F 1. 5 %
0 it
A4 = = o U o =
2 9gco=E T 0Q
o A X o N

Bl 329 Ni-DNA A 5[ ¢ > Lfd 4 o b A ST e fr 2o 1o e P & P 5uer it & oh
FFlded 3.1 4w

d T 7> Ni-DNA ¢ @ 4l v 4o 275 45 e Hak A 2 Ni-DNA T 1o
MR ¥ A& FT R n-n stacking i3 @ﬁﬁﬂf* vl 4R R hie A E T
ZEEAATG - /}é‘“ “ R @%]mﬁk‘—t o Fyt v kR Ie A7 R b S Fhek A H T A
DNA i ® m-stack =& 2R 117 f& > %ﬁé Ni-DNA 7 [eeng B > Ve o7 e
i# 2 Bgginfgpld) DNA B 57 83 5 S dtiind 2 o 2 3 048 i pe $h a7 4]
BRI T - H TR A o bldr B %Y 0 A % EIN- &k 70 Ni-DNA 0§ B 7
3 G-A St AR H TR GT e dhie A% A7) (R
329) o ' 0 AW R A R AR LDR TN (GT LELAR GA §) GT[109]
A-C[110] fp fRenfie™ ¥ 122) 2 48 T wobble base pairing structure » #* 55 43¢
DNA JREHA cec @] o X & G-A HEfinT ik G & A SRR
ik hfie¥ iz oG e A FaHEd £ B A2 A (carbonyl-amino) -

% 7A¥2 3 JX (amino-amino) # & % A £2 L (amino-carbonyl) < I iT* K& {7 et
[111] C A d A S T R A DNA A S gt i 0 R b AP 4 R
o FIM B G-A #Epe e T o Ni-DNA B € £ I x h fe o pb 3 50

% e ¥ 03 orxengt i DNA B¢ > £ F 3 i e S SRl AT Bl RN < SR T
AYEFR YT VLB HniTL 47 0 4oB) 3.30 AT e %ﬁ?’ Ni-DNA T [E 7

69



fRE AT AR FRGEE DM GRT P T R F AR
PSR P e MG X0 R M TR K 0 de W) 330 ¢ R eh
B £ 0 R o {g.:m-‘aﬁg%%’é’—%\?’ Tt Ni-DNA ¢ iggps o 7 0 3gd 5 %
e F AR 48R S AT ) Eﬁﬁﬁv* CREY R i AP G 4 o
T A RS IR R B (e AP TR EF T Ak
Poedfte o @ Ldp ek TR o U BT 0 AT rUEd ORI T G R R A
2. Ni-DNA » 2% >33 Ni-DNA 2 FFeng 2 8 > F 2 %7 (¥ ffﬁ Bale o g
4B A2 B
PRGN g3 DNA B3| i B -2 DNA A3 #fE% R 2 B4
Rl 411 & Lk AR O 5 @ L NEDNA ¢ il 5 A
B o Tt gt - 4t A ALK R b RERKRR] D 8 - SRR BT 0 4o G-T
G-A % (715 5 &3 R JETA[70,112] - @ senge & (Hybridization) #& B2 ¢ -
# melting temperature % i £ 1 7 < > 23 b R R]) > BE L 2 FOF UG e FE

ko

o, H

24
T &

Y=Y+ae "

5F nit=2.10x 10"
R’ = 099787

—_ Y, = 955000
- A =24598.83 £13410.09
= 3 B=05810.06
—
=
<

2 -
1k
0 L L '
1 2 3
Number of mismatches

Bl 330 T80 R ak A HE R iR 2 M

34 2%
AF Y NP AL T Y F 22 A 47 native DNA & Ni-DNA 2 fFeng 2 4
PHAZLEREP - AFR 8L 4m " DNA AF R ELN 4T REAG 2 HE

AF R ERRESTE N L EMEE T AR ERT o0 DNA A5 f e
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L¢3 DNA » 3+ £ R FE > DNA »F L RA4%E > p okl
RN LA AREFS AL ORI EIRFHO DNA ELFR o d FHREET
fos B DNA £ R X% 20bp 2 30bpe 5 DNA 4 33t pH=9.0 cédap3 i3
P OE RN 0 d AR XPS A 475 % F 4r o native DNA #- ¢ Ak i
Hi Ni-DNA - popF= g s g 58 DNA A7)7 » A G & T Lkt -
B E 24k C & A M2 EF RS- e 6 MR- § native DNA 4
#EHe S Ni-DNA 2 18 > HEF s pagenicd o B 9oy > 2 & 8d 2048
B ?}}Q?%EJ 24Tk A Ap e DNA & 3 (8 - 44385 :j%#;’\j %;E@%} A %«rm@
d oW R T AT Fdos 2t DNA A3 ¢ i3 R T u,'{ﬁ“d F B EE (Hole
hopping) j"v’»mlﬁfm@%] s Tl BT R ke kT —% » E AT Fxe
DNA %~ =+ > d& & + HOMO 4= LUMO 2z ¥ i 14 € el o TP NS adE
N it R A D { e A4 PR g S Ni-DNA § REETEEOR T T
j@* Ni-DNA ¢ chi@ f > 3 & ¢ 2 34k A HHa fp o 38 (n—n stacking) » & 2 R
Rl 2 2o Rebficht » A7 IR - 5 DNA B 7Y chbg A 4tsadpd & g1
P Ni-DNA h 2§ 582 5% > blde o § A 719§ 4 30 pe$ inig L ¥ p% 24 7% DNA
Y30 pu el § T e AR A Y B IR > FE N - T i
oo @ 8T AT 5 B ek S AR AR S F @ 8 Ni-DNA 60 fe3g 4e o JF
4 Ni-DNA 1% 7 @ 48410 2 e e NisDNA 38 % 303 L §ehd p g pl B o
blaert 1 B2 ikl DNA A 5[ 455 :ffﬁ'%‘?—ﬁiai%év’ﬂiézéﬁo 4R R e
% native DNA #4% 5 Ni-DNA 2 {8 A7 03 seanig il DNA B3¢ % 7 45
Fpes AL o *ﬂ‘*“iéﬁkﬁ’f%#ﬂoﬁmﬁé F0L2 R AT L TR A ¢
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$r 3 DNA &3 Ay g1

41 =3
E 2 ‘fg}i,{ﬁmxiﬁ’ﬂﬁiﬁ:—?—ifiﬁv’{ﬁ ARKAR ] o KA L P AT o A
&‘fﬁ J» é’f’]‘g 39&_7‘\—1: ﬁ‘lﬁ&_;}i/{ﬁ’\‘ {71_, ];";}'ﬂjm;}'i—r} | A _:l’]gv" 7« J mféﬁ‘%‘i[ ]o 1 ;R

: 7
s ER A ¥ G |’;7uj HA & e fp g ¢ top-down” 7 8 Emd - koA e
RO AR R BICS e 113) - § SRS A

LA SN E Aty At 1 RAE I A A “f Pz ks A G R f R T
A4 I » B BT I A RANPEEM - T AL B E R 2 5 F S
G RS FRAL S AP IFEFE2-12] s F BTl o F R
“botton-up” =17 ;8o H— i f F &L F Kl f?ﬁﬂ,{t/]‘ 2 F j:g_f?u fier+ ~
o o3 ep % (Self-assembly) $itFT 5 H P — 2w b3 [12] o b pFF 37 5 a9 7
B FEAF AL T A RS- ﬁﬁﬂmm+mIEWmﬁﬂﬁﬂ’w%’
Li. et al[l114] 12 Fe*-terpyridine compound ##l (¥ d1 éhA 3 ze 4§ =~ #  (Molecular
memory devuce) > 4 % Park et al.[11] §1* Co(tpy-(CHy)s-SH), & + 7@ iveh¥ 7 3 T
LAY LR lgjttpii, — L HFEF I s FRENAKT I A B T (T

AT Y oA Ni-DNA & 3185 A% % (Activearea) @Witd -+ &5
/ Ni-DNA/ £ % (metal-molecule-metal) # &4 i o d RN ESE > A PFR
P F By f pcs R (Negative differential resistance » NDR) g o #73) &5
NDR 4p f{.?**ﬁhm@%ﬁﬁTﬂQ%%*@W@ﬁmﬁﬁ’wﬁﬁﬂ%ﬁ
4@._—,1}\34 Nl g D o Mg IB M Y LHCRE A0 P AR E R A 5 K CHRs
r 3 B{EA i b bi4e s Esaki diodes[115]- & 3% 7 % = &4 (resonant tunneling diode >
RTD)[87] teiff 4 enS 42 > % § — 25 403 % ¥ 45 47 NDR 3514[3,7,12]
1£‘ﬁvgka?4r,+z;bwm»;aﬁafaﬁ ' NDR #P g4 » 7 k7 e
Wl oz Al 73 A F e T2k (charging (reduction))[12] ~ ¥ B & & & (redox
reaction)[7] ~ s # % i (structural change)[116] ~ i & & J& (chemical reaction)[5] fr
association-dissociation processes[117] ° 1 4 e
(2'-amino-4-ethynylphenyl-4'-ethynylphenyl-5'-nitro-1-benzenethiol) 4 + p % %3t B &
T > iz P pgipas + i pF o A&+ ¢ eh nitroamine § %13 ) ik
B F J& (two-step reduction) @ % IR 17 NDR #+44[12] ; :¥ 3 Metalloproteins (ferritin) €
Flo+ ¢ R & BoF A2 NF CRRF R A RETIETRAOB GERD
NDR chpic[7] - & F % ¢ > 12 Ni-DNA #7# feehh 3 A i > 3 4 JL 0 2 native
DNA B4 chfE @ 4420 > & Jhd %30 & DNA & Fde AR 2 G4 chg LR R F
Js 0 8 Ni-DNA 43 <2 24 NDR g2 gt o

42 B
42,1 FEER B3 RrpUE XY

72



(1) #&
AR 2B FIDL ST TR 2B AT
Tris(hydroxymethyl) aminomethane (Sigma)
HCI (Hydrochloric acid 32%, Merck)
NH4OH (Ammonium hydroxide, Merck)
AgNOs (Silver nitrate, Sigma)
¥ % = = (Hydroguinone, Sigma)
EDTA (Ethylenediaminetetraacetic acid, Merck)
Acetone (merck)
H,0, (Hydrogen peroxide 30%, Merck)
H,SO, (Sulfuric acid, Merck)
NiCl, (Nickel(II ) choride, Merck)
Acetone (merck)
¥ebw 4 F o @ (TOYOBO » Osaka > Japan) PEF A-DNA #E > HE B
5 23130bp (9 7.9 um) > ¥ DNA 5406 it 102 2 BFRJE -

(2) BiRpe

PP i arkisns 3T ok (Deionized water) 0 * 33 A i B B
P& RT3 s J\"PK EHE AR R I?]m/é' ]3"] k-

> RLfRB R

PR 5 3L R (HoSQs) ZHF -k (H0y) R EES T3
’F e 2RI R o

» Tris-HCI buffer

#-0.06 s Tris(thydroxymethyl) aminomethane /%>t 50 ml 92 f
k¥ > B0 3N 9 HCl 3% pH &3 1 9.0 kA : 10 Mm 0
Tris-HCI buffer -

> A-DNA %753 7%

AR Arie i A-DNA b9 5 MoRIEEOE R A &R Rk
BT ek R P W T 0 ¥ A-DNA 33t Tris-HCl buffer # > » I %
3 200C ke oo
F V85 0R

PUARA R E MR 4S8 A-DNA ## it 5 Ni-DNA o 1= *]:5]}\
#pes 23 kA G 10 mM Tris-HCI buffer v 2.5 mM NiCl, & i+ 4473
e g ckEpH BRI 9.0 TF o

> Ni-DNA % %

Bd L4 aiRA I AMDNA 33 RY  F AT E ET)

Ni-DNA 3% » Ni-DNA #3k & 5 12.5ng/ul -
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> A AL iR
B R A 2 3 A 0.1 M Gl R R 0 ¥ 0 g k% pH
E# 3 105
> HFZpIBR
BHFopler 2 @I B 005M ¥ F - 3R 0 Tl g R#
pH E# 2 105-

3) 'i« FRA

T+ & Hc® & su (Electron beam lithography » EBL)

16 B Leica = # #74 2 WEPRINT 200 7 + @ 45> HH &
Eﬂﬁ 2R QiEnEEL A > T8 01 Mk T hE R RN A ”r':‘t
i * T B Rk 2 A2 HT .

> MR8 & 4p it f# (Low-pressure chemical vapor deposition ©  LPCVD)

djF i ASM 2 @474 A Y5 ¥ ks (LB45 Furnace system) > if * % 4
2 6t Bl S HF PR MBRICE AR 3RO FF oA oo

> p it kreif v 2 Rk st (Clean Track MK-8)

TRACK #:.% 7 i 5 8 i s pe il o 520 5 [ 4 o cn/hae 2 o % 14
TR AL 0 T R SRR Sl I 0 16 e ]
B4 % Wit .

T8 Rk S (HP 4156A)

d 2K AVALON =22 %12 2 HP4I156A 2. R &P ci v &EE
TSR RESBSERT 200T -

> R+ 4 B pcs (Atomic force microscope, AFM)

d 4B JPK = 2 #74 & NanoWizard I 2.+ # Bpcdt » ¥ 1L i3
e i 5 tapping model fr contact model = A4y izt > 1L & -
Do (R Lk I N

> B W sV R+ Biks (FESEM)

d p & HITACHI 2 @474 &2 S-4000 2 3% sH4F 45 5% T + Bk -
e F TR 0~30kV RFIRIAFBEHIT IR A BFL 20~
300,000 % o

NP RBRAET SRS AT RETHRE -
> H 7 ¥ %4515 (E-gun Evaporator)

d ULVAC #t#li » 4)5L 5 EBX-8C> ¥ 1% 3t 5 46 & %4 (Au-
Ni~Al~Ge~Ti o Pt) > 4% %2 72353 & (non-uniformity) < 10% e
R A Tk

422 § %I (T 3
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4221 7Y
AETHRNE T2 BT I B > 12 Liftoff @lAEkx A 5 R 4.1
om0 BEB R IEIRARAC T
(1) %12 LPCVD *# & Fl A+ 2 mtff 120 nm 9 Si0; » & % + & X2 o
Q) 1% TF AR ERZE Bk
() &d ki > v Akl BT EB% o
4) METIH AP Sm B Ti BEW (k) 0 1% 50 nm &
1 Au &R EET R SR -
(5) £ 04 Liftoff &3 &> g MEFMY > NI RRFHREBE T
FEMNEKGLE 100nm 4 T & o
(6) Bofd L MARFLB R A L T RiFie 0 MAEATORIE FRIFLF T
S ok R

¢)) (2) (3)

e-beam lithography Development

I TN

(4) (5) (6) Clean

Lift-off process
AwTi

B 41 & TR AR

4222DNA A27%® 544 KBS 2 Bty

Foepe o AP E T4 3 38 (electrostatic trapping)[118] #- Ni-DNA
& A-DNA & F 5t £ 7 & » X/ o electrostatic trapping :E 47 ¢ > Ni-DNA &
A-DNA i #rA G hg B+ 2 B 3R g HFIET AT BRI % - Flot & iF
electrostatic trapping 2. » 3% % & L4 Ni-DNA & A-DNA i3 /% i€ 17 45 62 -
HEA7T2 e

(1) #F47 K3 1 M 0 EDTA 3R ¥ S g™ 10 A48 0 2 {8 % Z4 KTk
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REEER R I

(2) P~if £ Ni-DNA & A-DNA 3 %> 47 K¢ » F#E 47 K3 =5 ”f 1Y
Bk iRk e

(3) #5147 B3~ 2000 ml 1= X FAKY > MBI 4°C A5 i
F4 8 ERA I FE > TR DNA AR 44 BT 2
BAEEAT -

4) 4 F45 K¢ BB 451 0 Ni-DNA & A-DNA BB 2 s » & * 3
electrostatic trapping A2 # o

4.2.2.3 DNA 4% = erelectrostatic trapping
DNA 4 5 & i ehfl %2 1 & £% Ni-DNA & A-DNA 4 5 % 4f (Bridging) *
FAERTHRZF FERY TR g T2 PR L 100 nme B 473 N doT orif
(1) § £ #5471 91 Ni-DNA & A-DNA 3% > i BiF>ticidens 2481
(B 4.2(a)) -
(2) %4 1V T B2 ETHS o AH - TAPNAB T H - AR FRAE Y
% 7.85x 107 V/im » #5420 ~ 481502 F # #xiz (B 4.2 (b)) -
(3) Ni-DNA & A-DNA A -3 Fefeh T o d 20pipe§ iz o7 e T /7 €
Wog TR el Tl arksl Tt DNA A 5 € Tk e et

Tt (B 43)» 2 WP EFAE PR |EER -

(&) . DNA solution
i Uy, Spt Wine
$i0,

(b)

Electrostatic trapping

YW o viang
++++++ +++++++

Bl 42 DNA 4 &+ electrostatic trapping -+ & Bl
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4224 7 &R

VU R R AR S oA 1T (HP 4156A) T EEZ L j ¢ e R Rl o %
- BT RN EREY CHAFERE AI0~10V e V- £ HEEE c ERIAT B ER
TRTAEIORTE o XreR AR DT Rl @ 5 0 BLRIE TR o

4225 DNA & F Fif 47

" AFM ## Ni-DNA & A-DNA 4 F w3 § @2 At 46 225 -
*Z R ¢ 11 tapping model 17 NiE T DNA A F B ifadFds o TR Y adF 4L L ow
487 470 n'-silicon> 2 4§ # (Force constant) 5 10— 130 N/m e SEM g iff] >t &
Z R 3x10%Pas 4vig 3R A 25KV eniE T iR TR o

4.22.6 &S R
B LN BRI £ TRE S DNA A F 5 i AT 2 R
DNA 4~ + ## 5 4UER[18] > H o FdeT
(1) #-%5:8 DNA 4 3F electrostatic trapping #4774 ch= i 2z » il fe 4% R @
FR S5 A4 SRRy adlEs » ¢ FIEF T34 @ st DNA Bific
Fardo A gEd o LHEPS R A iR Ll o deRl 44a[18] 7
() £ H#F Rtk S  HE R BE 2 A8 AR HY
Z e Bt DNA A F adip+ B R A &R 3 (B 4.4b) -
() g puiFk At ia o B F F BRI -
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WA &R R R o

(a) |

(b) Hydroquinone/OH"

B 44 84S AT LRI18] - (a) R4+ 552 DNA SRk ¥ i (b) R4 ol
2

R
43.1 Ni-DNA 2 A-DNA z2_255) 4 7

Bl 4546 3 Ni-DNA ¥ A-DNA %43t SiO; 41+ 2 AFM 4 478 % >
d AFM chffss 80?7 Mg R 0 A-DNA ¥ Ni-DNA A 3 6030 L3507 b o &
Ni-DNA 4 3+ } (B 4.5(a)) * B i% Ni-DNA 1% K4 R & > # 7 & AFM i
¢ NEDNA fdzk g 3 5 BT 0 285 & A-DNA A3 ¢ (F] 4.6
(a)) » BFixa+ ﬁi‘*aﬁ&; I iE o Q‘}F@gc‘ T 4[25.28,58] 0 & & Fas %3~ DNA A
GO chdg A HPE 0 T g DNA B} ah- B) it R R A
T > M-DNA & =+ 5 2k g F B bl s cnig i o % THE o bk R d B o
& DNA gipi izt~ § & - £ £ hd= 2 2 425[101] > #] - & Ni-DNA -
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AFM B/ d 4 Bl i+ 7 & 0 9 3 T RAES cdse it 9 E A
f i Ni-DNA ¢ chid g p5 > #5452 Ni-DNA Ben™g 1+ 255 B 244
FRTE A A B GRS 0 @ ] ch% i a5 Ni-DNA 2 AFM B 0fc? 91 % JLAF
DA P o i F W 450) 2 46(b) ¥ iR 0 M85 BRI R 16 -
J WL T LDNA B RN 5 09m 4 R R IEE LT 5 & e fin i
(93] £ 7 AL %514 45 Fleh A-DNA A3 ¢ 5 B - i DNA A3 - 4 & Ni-DNA
S A5 MY (B 460) HF &4 * 95 09~ 11Inmo %% B7 0 Ni-DNA
R £ F§ TR hRfen §REF R
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(b)

Lo+

0.0

(wru) yysigy

0.5+

0.2 04 0.6 0.8 1.0 1.2 1.4
Length (pum)

0.0

® E3lo B (b)

G (a) 112

Bl 4.5Ni-DNA z AFM ¥
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1.0

(b)

L0+

e
tn
T

\
u

Hight (nm)

=
]

0.0 0.2 04 0.6 0.8 1.0 1.2 1.4
Length (jum)

Bl 4.6 A-DNA 2. AFM ¥4+ () 12 % B 205 B (b)

4.3.2 Electrostatic trapping
LA g ¢ st it DNA A

F At - B@EE S M-MM
(Metal-Molecule-Metal) & & #7 = 57> & )’i*u{ér_ﬁ BEiEAE DNA »F - @ 4.7

81



SR AT RS AP ET N ETER A BATIRFSEEREY 100 nm o 50
v 39 3 pxeri- A-DNA & Ni-DNA £ i £ T & (T8 55 > 34 " 12 electrostatic trapping
73 SV RE (P o T*‘m\urﬁ ERfBL - Apkhn TR B TR G T
=%k 3] DNA & F i {7 DNA A F &1 59 % #4f (Bridging) »t 4 & = D
FodAE MMM s 0 i Sde R SR i (42.23 &) - B 48
DNA » 3 #i13 5 d electrostatic trapping ®AZHfiiR™ » g3t £ T 4% B2 SiO
AH L eh AFM BBl o d B® ¥ U@ a5 0 F DNA A F st A4 pF o 3%
4 DNA 4+ €254 DNA &5 & > 3 B G > 2538 7 s i ek g o
¥ F# * electrostatic trapping 7 ;KRG iF M-M-M g i@ » 23t £ TR F
#1 DNA &+ § BN EF 2 s b a3 5% > 2 & - g5 DNA A+ 85 i
(Stretching) cHI % 2 2 (B 4.9)d Lw Tt FHpEHmKRE L4570 (B 3.13) 0 A
¥ 12 {8 500 % % A native DNA 2 Ni-DNA> H gips # #7 + ’F’K%"@‘”ﬁ B &dmed izt DNA
B mBhiEr 4 2 TEs AL A A f L0 A-DNA & Ni-DNA ¢

PR w i3 H o M DNA & 3 R ¥ 7 4 & (Electric filed line)
it TS E > T FTH AR T A AR 8 [119,120] 0 F4e@] 49 ¢ AFM #F
] od gty I, NG DNA AFRE = 2t £ TR 0 H T R
B & TRAMH Y 253 MMM S0 3 d /el 278 0 A P RS 2
ez ¥ DNA & 3 B 4= 420 (e 4226 ¢ 47iE) > M 4 4T F ik
(SEM) Tz - B 4.10 2-DNA &+ 5d &3+ ¥4~ Ris2 SEM F kB > o4 B

&

A)\

P

~

ook b
3 Y
R S

=

.
%

3
4

PR MR s T RDA e REDSFISEUER . AT AETRY FF LD
DNA & Fwrgst 46 b o 2eh  ha R AR ER Mk R ﬁfixl-*iﬁ* £%
b oo Fpt i 0 ae DNA % & 5od-—glectrostatic trapping rﬂﬁ}%fﬁé P F LG AT

h#-DNA ~ = 24 (Bridging) ** 7 B £ LHRDOF I > @ A5 M-M-M gy -

82



Bl 47 24312 AFM 2 4Bl > £ T FOF MK 9% 100 nm

B 4.8 x5 d electrostatic trapping 2. DNA 4 =+ *t SiO, A+ 7 AFM 1§ %] >
DNA A&+ R3O Ags > ks i

83



0 nm

B 4.9 ‘5 d electrostatic trapping 2 DNA % 32+ Si0, £ 11+ e AFM 2 B DNA
W R B A e gt 5|

100kx

B 410DNA A+ 54 445 8 45 it 2 SEM ¥ 4l

433 DNA A F ~ iz 88

84



TR A fs > APy HP4156A kie {7 A-DNA ¥ Ni-DNA

43w,ﬁﬁﬁ?%?ﬁm%§
A-DNA £ Ni-DNA # &

RN iyt mﬁéﬁgﬁ;@”";ux

% e "E/F PUEE 0 NIRRT - %

4— }w
34

)
Tl

P

¥
I

A

j

S

5

= Rk
T

=S

o

Z

>

3

p

i

BERFEETRY X NE B
g R heRicis € 7 REATAML 0@ w’”f‘r%; e bR g P OAE D
Fod RRIFIFER I R SEEAFIRE S TNEEELF TR
fed H e o AR o Kl BT ORGSR G P REOT IR > AT ] &
20 R EATE R I RN (Basehne) pEad (B 411 ¢ 25EB) e d v v
AFOPHFEHA B OTER S PP o § Fhrn ? DRAEHT Nt L pE
i g T %‘:%éai—?m%ﬂ’ﬁﬂ;skﬁ;}% el 412 A0 o g D enBAE L Pl A F ¢ ok
F o2 BROPTG A2 PIRAM G > Tl APOE - BB BT Sl Rl g
FABEa AL T B T UAR S BRI LR T TR R Rehd g e
BREAT A A AT > WS AN E A P RRE BT AR R
TPLRERATHAPOT S AT fr2 % > #7i¢ * e DNA i3 % 30
§ 5 FATH B PIE U e R R R

4‘33 -}u\ \?1'\\
2 b»\«

LSRR
A
3

i

_'_" L
Before dialyzing

30— Afrer dialyzing

20
— i
< 10f
g |
N 0F
5 " [ OB —— After dabvzing
.- _l - o Bascling
- - = ;ﬁ »W‘
— 20 F E 00 ,‘\.')',"?'*Mﬁw#}%
U L g ) M

'3"] ~ & =14

i E o "o
40k \Gltngg[\}
1 . ] ; | . 1 ]
-10 -5 0 5 10

Voltage (V)

Bl 4.11 3 ek & 475 2 547 84 T 1L 5F

85



B 412 B4~ %2 25 0R7 L

4332 A-DNA £ Ni-DNA z 7 [+ & |

F AP E A BEE (10 V ~ 10 V) 3 A-DNA & Ni-DNA #7fe = cs 3 < 2
(M-M-M) B?? s 4o 413 #7730 ROLEIRE 7 B DNA A3 A2 AR R Feh
TR e b ADNA R ST R R L RIS S 5P
?,}Ef‘ 5 - T4 s (Plateau curve) (B 4.13 F hiER)) > iz T ¥ d fﬁﬁlm#@F\ ’
IR EEF TR bod e BRI e BRI R TRES > T B

PP ORE B e cPAR A o ‘“ﬁu@kiﬁzx\ﬁﬂﬁ?i R R R E TR A R d B
FOLP R g 0y b4 00t DA M i I (Energy gap) < ] ) 5 3eVe @ 4pinih
F% e WA L E21]) 5 FlF S T 7 B native DNA m%"‘%‘tk}ﬁr’:*\?;#‘
$8[20,23,38] - M it A 4 > A & K ARY A-DNA &~ F 82 & T ik & kel B e ff
& (Contact barrier) o § #7% 4v enify /B 7| £ 2/t B PF (4247 /& > Threshold voltage) »
TF (FTF) #EFFd Toe o d 2T T EEEMAHRA L~ (Inject)
A-DNA > 7 5d A-DNA T3 F (R iF) ml§%1[38] % F 2 Ni-DNA B~i8 A-DNA
o mRFEDRRERPN TR RIIIR A X3 2 A-DNA ~ E9rE RIHT N E
FTERMGTRL G N EEREHAREAL > AFBFRFRP) TEFTR
e B e 0 TS (L) %:“@ﬁe?]ﬁ?ﬁéﬁ“ FRFRINFERDPE > T
Ni-DNA & + & & F &2 A5 20 58 0030 Fod?* 5V #%7F  (Ohmic contact) o F]pt 2 i Ja ] o
$3e6 NiDNA ¥ ooz 444+ (B3 25 [ADGDY) 2 d T3 husi
BV A8 & TR LA (Fermi level) 2= f & v FF 4% (Alignment) » F]t § +
k) 7 oid TR~ Ni-DNA @ 7 F & %4 - A2 4 T R[38] 0 p B % 12 3 2 e v
¥t Zn-DNA g Mr= 2] 4p 2[38] o 4o %0 & F & #7it > native DNA 3§ & 744
W engsen § F L o pr 2t (4 AR TS Ni-DNA & 2B AR
07§ A TR (NDR) 60% 5 344 0 4of] 4.13 #57 o

(w,

4

—



12+ g5
By - —--Ni-DNA
1oL *° q ——DNA
| 0.05 i
8 0.00- P
X s @— NDR peak
= 6F-010 A
- | 0 5 0 5 10 ¢ \
S 4r I ~
) J ———— -
= ;
6 /
0
207
1 r I r ] L 1 1 1
-10 -5 0 5 10

B 4.13A-DNA 2% Ni-DNA 2 &.7-3 B R %

4333 Ni-DNA & F =~ E 2§ figs T it

Bl 414 5 Ni-DNA A3 A @3 EIRFIHE OV > 10V) 7 s
STRY AR BV UFERE - IR AR REG S 350V - f
Mok % (NDR peak) &7 =0 Hag @ 2 Big ey it (PVCR) 85 1.78 0 e 3thg
Al TRFF LE - 2oy chlAEY 0 gt Ni-DNA & 5 = 2 e jics T
MAREFES o RAFAPREUE -3 f BR OVoS-10V) ik P Fik
ghe P k- Xk ERY AT RENLE 470V hink oI PVCR ¥
5 621 fnj fieA TR A dol] 415 AT o BRI R GE BT L BRG] M
AT IEAR S > NP R P L RR RS P RO R A TS §
- Fgd o FR AP TROFEFRFHF (I0OV-10V—--10V) > 7 11
%¢L~§§@@§%mﬁ—é%&ﬁm%¢W$,%@4i6%ﬁomﬁiﬁiﬁ-
REG AT Ao g G T RS s TR BRI G RF PR %
(Hysteresis) o y* . % 2 & '«r\'_’] % % J7 i Ni-DNA i@ ﬁihlﬁ A2 ¢ o A 15 (Trapping) =7
@ % g R[121] - it B # RALHTIN-TRY SGRAF 0T 1 F AT R R
o g g VR R A R BIF[122]) B A BP] A E B LR oo Fpt A
PP DNA A3 AL - FAEE THE L8 5k A 3R &THRE 150
PR 2 adk o DNA 3 P awipi b ir s ATk 0 @ S0 DNA A 3 ¢ iz
W 4445 5 electro probes © A ATk TR SuBALY > F 4T 4 hT BRBITHGRES D
i“%&acﬁ’ﬁ$+f€éi$'%&F%°&L?@@Jmm§&9?m%;

87



B hi g (NP — NiY)o @ b f R RN A R RIS ST il R
(NP’ > Ni*)[7] » F1#* & Ni-DNA 4 F <& ¢ > a4 NDR #{tasd] > L & & p
BapF oz LV BRER-J A ST 3 » 7 4 Ni-DNA # 12 féié:j;’?ﬁvfé;ﬁi%l s )b
ERBERERY 0 HHT LT P EBRF b MHORRERT CHEF T
TR MG - 4B NDR g 4 o o] 4.16 #77 o ST = il Tk

TR B RIR-TRS BTG PR

10 |

Current (nA)

Bl 4.14 Ni-DNA ** & /R FHHa 2 2 05-T B 2B 0V ->10V)

88



—
N
] L

L]
—
(=2}

T

20 8 6 4 2 0
Voltage (V)

B 4.15Ni-DNA ** f mREFHFh 2T a-T7/Rd 5B OV --10V)

10

0 5

0
Voltage (V)
B 4.16 Ni-DNA @ % T o5 2 T -2 R Y SH 10V 10V —-10V)

4334 % I dFde i F s RIS



P NP IR F AR R BRI E s T g
ho@l 417 #t7 od B Y ¥ 0L B ML F ARy @ 5 G 4o o NDR U R E S BF R Ao
PCIL G RF AL AT L E kY o § VB RF erdEdce A NI-DNA A3 Rt s ug
FHfd F o4 33 g CRRF BE S FLH A FP A RDRF D
BRT o T A T T 4 o & Ni-DNA £ 3 A 2 hiFkR T in-2 R
Mo NPRFERT) o AR RRADTI-TRY AL HA T L F R d S
feo A T DEES o BEBPREAEL od T Ao & Ni-DNA 4 F 22
P i R RF BRI - BTV #0F & (Quasi-reversible reaction) > @ 4L iTF
YR EHAEL LR R RRRT CFH P T BEE S D TR d v pr
# ¥ ae[123] 0 DNA A 3 2 A ec § g = jﬁ@ﬁ%lﬁ Foensg it o Fp AP R A
EERT R F LT NiEDNA A3 2 7 A4 0 %1 # @2
Ni-DNA @ i@ g 5§ 417 b > d @S 4P D7 3§ CRRF o TS
Ni-DNA #7j:c %% § © -  Ni-DNA # § T Fermipe b 37 FUAR T cif fy o ot
WhOmBRE o m A i 2 %32 h Ni-DNA &# 3 7 ahgd g+ > R
BplEARY > F1F P RRF o @ Tae AR S BT B WS kv
i 3 # Ni-DNA 2 #2560 3 -

T

I15F
10+
5k
E I
S G—
- I
g 5r w
= ol TV A - 25 mVistep
5 - L - - - 50 mVistep
[ == - TSmVistep
-15¢ —— 100 mV/step
'20' 1 " 1 " 1 " L " 1

0 5 10
Voltage (V)

Bl 4.17Ni-DNA **% b § =R sy & 52 -2 R Y AF

44 %
A *  electrostatic trapping 77 3% 0 = # - A-DNA 2 Ni-DNA 23t

-$

90



Tt > 4% Metal-Molecules-Metal (M-M-M) higif o ¥ & 4Figa fE~ 27T
Mt d THBRGFEET oo ADNA A3 B2 TR Fehk g ¢ 253 B
(Contact barrier) » & & A-DNA 4 F =~ & e F*)]*J%‘FT””& FHEHOT LR ‘?%
A-DNA &+ ¢ o F r1jhd de AR ot dpd Gl@ s o & Ni-DNA &< ~i2d > A 4§
TR v LDNA % @4 ¢ » NiDNA & & T 182 B niff+ 23 7 5w S 479
(Ohmic contact)« % # 2 “F» 32 & Ni-DNA @ fsf 4= i3 i @R @ < -Ni-DNA
A AR BRI T P RRF o T ETE R ARNERE LG ARY
mg&@%wﬁwcﬁﬂ, i@%éﬁwwg@ﬂmﬁﬁémm%ﬁ’ﬂﬁgie
g it (PVCR) $ 3 6.0 b e s % > — £ 0P 7 Ni-DNA 4 5 & i
WA KgE KRS ’wii B HA e

)

91



T 2 s sk
";'I - L

DNA /5§30 4 o gk i 5 % of kb chfle o = 300 k5 547§ MR
AL nEg e a7 § Lk DNA 2 5 R EL LT
FAPE IR DNA T @ EEFRAA Y 2 - o BAFT Y 0 AP s
FoTiRH (pH = 8.5) SURHET 0 $je DNA & 5 fhig 7 1193 Ni-DNA - Jf
§ M BR I E T E At BEE RS R R T 0 el DNA
T Lo d T Fodrcnigk > AT e DNA R fbaned - 1 & 44 04
B e r LG LERAEAE S DNA A5 1 ST b i F TR B 4 e
e RFT "%’ﬁd = + BB (Electron hopping) 77 ;%*% Ni-DNA * 'ka'?iﬁﬂ , ¥ 9o
FHRT o A HT T E R FHF RS F NiDNA AAl i
AP AT G P AR eI % o U g AP Ni-DNA $# 3
LHRREL DT e T FSSATR T 0 ons DNA AITE 0 LE
i A S AR SRR R R DAY H - PR S A ']%_(smgle nucleotide polymorphisms;
SNPs) g iRl &7 — BT w o

Ni-DNA % 1 7 12 7 5 Ao Bpl B o 5 A 1 P 4§ Fahd o
R &Y o A Ni-DNA -4 @ & @ =2 F > )2 Metal-Molecules-Metal
(M-M-M) 28 540 £ 2R THE - d TP IR 0ER Ni-DNA A3 22 538
R i}“ﬂ VR EFETHNDR £ o Mg NDR #FE5kh F] > 2 & £.d
A %3¢ A Ni-DNA ¥ 2 48385 hi CBRE BT s che L oD 3 i 3@ @
Ni-DNA 2 &3 ~ i+ { &g BHES -

AU ,iKT};_é_%";gﬁqFFH%EE

o

92



34 2

[1] M. A. Reed, and T. Lee, Molecular Nanoelectronics, American Scientific Publishers
California, USA, 2003.

[2] S. Golka, C. Pflugl, W. Schrenk, G. Strasser, C. Skierbiszewski, M. Siekacz, I. Grzegory,
and S. Porowski, Negative differential resistance in dislocation-free GaN/AlGaN
double-barrier diodes grown on bulk GaN. Appl. Phys. Lett. 88 (2006) 172106.

[3]J.D. Le, Y. He, T. R. Hoye, C. C. Mead, and R. A. Kiehl, Negative differential resistance
in a bilayer molecular junction. Appl. Phys. Lett. 83 (2003) 5518.

[4] H. Park, A. K. L. Lim, A. P. Alivisatos, J. Park, and P. L. McEuen, Fabrication of
metallic electrodes with nanometer separation by electromigration. Appl. Phys. Lett.
75 (1999) 301.

[5] J. He, and S. M. Lindsay, On the Mechanism of Negative Differential Resistance in
Ferrocenylundecanethiol Self-Assembled Monolayers. J. Am. Chem. Soc. 127 (2005)
11932.

[6] Y. Selzer, M. A. Cabassi, T..S. Mayer, and D. L. Allara, Thermally Activated Conduction
in Molecular Junctions. J. Am. Chem. Soc. 126 (2004) 4052.

[7] Q. Tang, H. K. Moon, Y. Lee, S. M. Yoon, H: J."Song, H. Lim, and H. C. Choi,
Redox-Mediated Negative Differential Resistance Behavior from Metalloproteins
Connected through Carbon Nanotube Nanogap Electrodes. J. Am. Chem. Soc. 129
(2007) 11018.

[8] R. E. Holmlin, R. Haag, M. L. Chabinyc, R. F. Ismagilov, A. E. Cohen, A. Terfort, M. A.
Rampi, and G. M. Whitesides, Electron Transport through Thin Organic Films in
Metal-Insulator-Metal Junctions Based on Self-Assembled Monolayers. J. Am.
Chem. Soc. 123 (2001) 5075.

[9] W. Liang, M. P. Shores, M. Bockrath, J. R. Long, and H. Park, Kondo resonance in a
single-molecule transistor. Nature 417 (2002) 725.

[10] H. Park, J. Park, A. K. L. Lim, E. H. Anderson, A. P. Alivisatos, and P. L. McEuen,
Nanomechanical oscillations in a single-C60 transistor. Nature 407 (2000) 57.

[11] J. Park, A. N. Pasupathy, J. I. Goldsmith, C. Chang, Y. Yaish, J. R. Petta, M. Rinkoski, J.
P. Sethna, H. D. Abruna, P. L. McEuen, and D. C. Ralph, Coulomb blockade and the
Kondo effect in single-atom transistors. Nature 417 (2002) 722.

[12] J. Chen, M. A. Reed, A. M. Rawlett, and J. M. Tour, Large On-Off Ratios and Negative
Differential Resistance in a Molecular Electronic Device. Science 286 (1999) 1550.

[13] S. J. Wind, J. Appenzeller, and P. Avouris, Lateral Scaling in Carbon-Nanotube
Field-Effect Transistors. Phys. Rev. Lett. 91 (2003) 058301.

93



[14] S. Kubatkin, A. Danilov, M. Hjort, J. Cornil, J.-L. Bredas, N. Stuhr-Hansen, P.
Hedegard, and T. Bjornholm, Single-electron transistor of a single organic molecule
with access to several redox states. Nature 425 (2003) 698.

[15] N. C. Seeman, DNA in a material world. Nature 421 (2003) 427.

[16] K. Keren, R. S. Berman, E. Buchstab, U. Sivan, and E. Braun, DNA-Templated Carbon
Nanotube Field-Effect Transistor. Science 302 (2003) 1380.

[17] A. J. Storm, J. van Noort, S. de Vries, and C. Dekker, Insulating behavior for DNA
molecules between nanoelectrodes at the 100 nm length scale. Appl. Phys. Lett. 79
(2001) 3881.

[18] E. Braun, Y. Eichen, U. Sivan, and G. Ben-Yoseph, DNA-templated assembly and
electrode attachment of a conducting silver wire. Nature 391 (1998) 775.

[19] P. J. de Pablo, F. Moreno-Herrero, J. Colchero, J. Gbmez Herrero, P. Herrero, A. M.
Baro, P. Ordejon, J. M. Soler, and E. Artacho, Absence of dc-Conductivity in lambda
-DNA. Phys. Rev. Lett. 85 (2000) 4992.

[20] L. Cai, H. Tabata, and T. Kawai, Self-assembled DNA networks and their electrical
conductivity. Appl. Phys. Lett. 77(2000)-3105.

[21] D. Porath, A. Bezryadin, S. de Vries, and C. Dekker, Direct measurement of electrical
transport through DNA molecules. Nature 403 (2000) 635.

[22] T. Shigematsu, K. Shimotani, C. Manabe, H. Watanabe, and M. Shimizu, Transport
properties of carrier-injected DNA.. The Journal-of Chemical Physics 118 (2003)
4245.

[23] H.-W. Fink, and C. Schonenberger, Electrical conduction through DNA molecules.
Nature 398 (1999) 407.

[24] A. Y. Kasumov, M. Kociak, S. Gueron, B. Reulet, V. T. Volkov, D. V. Klinov, and H.
Bouchiat, Proximity-Induced Superconductivity in DNA. Science 291 (2001) 280.

[25] J. S. Lee, L. J. P. Latimer, and R. S. Reid, A cooperative conformational change in
duplex DNA induced by Zn2+ and other divalent metal ions. Biochem. Cell Biol. 71
(1993) 162.

[26] Y. T. Long, C. Z. Li, H. B. Kraatz, and J. S. Lee, AC Impedance Spectroscopy of
Native DNA and M-DNA. Biophys. J. 84 (2003) 3218.

[27] C. Z. Li, Y. T. Long, H. B. Kraatz, and J. S. Lee, Electrochemical Investigations of
M-DNA Self-Assembled Monolayers on Gold Electrodes. J. Phys. Chem. B 107
(2003) 2291.

[28] P. Aich, S. L. Labiuk, L. W. Tari, L. J. T. Delbaere, W. J. Roesler, K. J. Falk, R. P. Steer,
and J. S. Lee, M-DNA: a complex between divalent metal ions and DNA which
behaves as a molecular wire. J. Mol. Biol. 294 (1999) 477.

[29] D. O. Wood, M. J. Dinsmore, G. A. Bare, and J. S. Lee, M-DNA is stabilised in G*C

94



tracts or by incorporation of 5-fluorouracil. Nucl. Acids Res. 30 (2002) 2244.

[30] W. M. Becker, L. J. Kleinsmith, and J. Hardin, The World of the Cell The
Benjamin/cummings publishing Company, San Francisco, 2006.

[31] J. D. Watson, and F. H. C. Crck, Molecular structure of nucleic acids: a structure for
deoxyribose nucleic acid. Nature 171 (1953) 2.

[32] W. K. Purves, G. H. Orians, and H. C. Heller, Life: The Science of Biology, Sinauer
Associates, 2001.

[33] D. D. Eley, and D. I. Spivey, Semiconductivity of organic substances. Part 9.—Nucleic
acid in the dry state. Transactions of the Faraday Society 58 (1962) 5.

[34] R. G Endres, D. L. Cox, and R. R. P. Singh, Colloquium: The quest for
high-conductance DNA. Reviews of Modern Physics 76 (2004) 195.

[35] P. Carpena, P. Bernaola-Galvan, P. C. Ivanov, and H. E. Stanley, Metal-insulator
transition in chains with correlated disorder. Nature 418 (2002) 955.

[36] D. S. Wiersma, P. Bartolini, A. Lagendijk, and R. Righini, Localization of light in a
disordered medium. Nature 390 (1997) 671.

[37] P. W. Anderson, Absence of Diffusion in Certain Random Lattices. Phys. Rev. 109
(1958) 1492.

[38] A. Rakitin, P. Aich, C. Papadopoulos, Y.-Kobzar, A..S. Vedeneev, J. S. Lee, and J. M.
Xu, Metallic Conduction through Engineered DNA: DNA Nanoelectronic Building
Blocks. Phys. Rev. Lett. 86 (2001) 3670.

[39] Y. Zhang, R. H. Austin, J-Kraeft, E. C. Cox,and N. P. Ong, Insulating Behavior of
lambda -DNA on the MicronScale. Phys: Rev. Lett. 89 (2002) 198102.

[40] D. B. Hall, R. E. Holmlin, and J. K. Barton, Oxidative DNA damage through
long-range electron transfer. Nature 382 (1996) 731.

[41] D. B. Hall, S. O. Kelley, and J. K. Barton, Long-Range and Short-Range Oxidative
Damage to DNA:  Photoinduced Damage to Guanines in Ethidium-DNA
Assemblies. Biochemistry 37 (1998) 15933.

[42] J. Jortner, M. Bixon, T. Langenbacher, and M. E. Michel-Beyerle, Charge transfer and
transport in DNA. Proceedings of the National Academy of Sciences of the United
States of America 95 (1998) 12759.

[43] M. Bixon, B. Giese, S. Wessely, T. Langenbacher, M. E. Michel-Beyerle, and J. Jortner,
Long-range charge hopping in DNA. Proceedings of the National Academy of
Sciences of the United States of America 96 (1999) 11713.

[44] M. E. Nunez, D. B. Hall, and J. K. Barton, Long-range oxidative damage to DNA:
Effects of distance and sequence. Chem. Biol. 6 (1999) 85.

[45] T. T. Williams, D. T. Odom, and J. K. Barton, Variations in DNA Charge Transport with
Nucleotide Composition and Sequence. J. Am. Chem. Soc. 122 (2000) 9048.

95



[46] B. Giese, J. Amaudrut, A.-K. Kohler, M. Spormann, and S. Wessely, Direct observation
of hole transfer through DNA by hopping between adenine bases and by tunnelling.
Nature 412 (2001) 318.

[47] H. A. Wagenknecht, Charge Transfer in DNA: From Mechanism to Application
Wiley-VCH, 2005.

[48] A. K. Mahapatro, D. B. Janes, K. J. Jeong, and G. U. Lee, Electrical Behavior of
Nano-scale Junctions with Well Engineered Double Stranded DNA Molecules,
Nanotechnology, 2006. IEEE-NANO 2006. Sixth IEEE Conference on, 2006, pp.
66.

[49] J. Wang, Electrical conductivity of double stranded DNA measured with ac impedance
spectroscopy. Physical Review B (Condensed Matter and Materials Physics) 78
(2008) 245304.

[50] X. Guo, A. A. Gorodetsky, J. Hone, J. K. Barton, and C. Nuckolls, Conductivity of a
single DNA duplex bridging a carbon nanotube gap. Nat Nano 3 (2008) 163.

[51] B. Hartzell, B. McCord, D. Asare, H. Chen, J. J. Heremans, and V. Soghomonian,
Comparative current--voltage characteristics of nicked and repaired lambda-DNA.
Appl. Phys. Lett. 82 (2003) 4800.

[52] S. M. Igbal, G. Balasundaram, S. Ghosh, D. E. Bergstrom, and R. Bashir, Direct current
electrical characterization of ds-DNA.in nanogap junctions. Appl. Phys. Lett. 86
(2005) 153901.

[53] Xu, Zhang, Li, and Tao, Direct Conductance Measurement of Single DNA Molecules
in Aqueous Solution. Nano Lett. 4(2004) 1105.

[54] E. Shapir, H. Cohen, A. Calzolari, C. Cavazzoni, D. A. Ryndyk, G. Cuniberti, A.
Kotlyar, R. Di Felice, and D. Porath, Electronic structure of single DNA molecules
resolved by transverse scanning tunnelling spectroscopy. Nat Mater 7 (2008) 68.

[55] P. Aich, H. B. Kraatz, and J. S. Lee, M-DNA: pH Stability, Nuclease Resistance and
Signal Transmission. J. Biomol. Struct. Dyn. 11 (2000) 5.

[56] S. D. Wettig, G. A. Bare, R. J. S. Skinner, and J. S. Lee, Signal Transduction through
Dye-Labeled M-DNA Y-Branched Junctions:&nbsp; Switching Modulated by
Chemical Reduction of Anthraquinone. Nano Lett. 3 (2003) 617.

[57] P. Aich, R. J. S. Skinner, S. D. Wettig, R. P. Steer, and J. S. Lee, Long Range Molecular
Wire Behaviour in a Metal Complex of DNA. Journal of Biomolecular Structure and
Dynamics

20 (2002) 6.

[58] S. S. Alexandre, J. M. Soler, L. Seijo, and F. Zamora, Geometry and electronic
structure of M-DNA (M = Zn*", Co*", and Fe"). Physical Review B (Condensed
Matter) 73 (2006) 205112.

96



[59] G. M. Whitesides, and B. Grzybowski, Self-Assembly at All Scales. Science 295 (2002)
2418.

[60] S. Jakubith, H. H. Rotermund, W. Engel, A. von Oertzen, and G. Ertl, Spatiotemporal
concentration patterns in a surface reaction: Propagating and standing waves,
rotating spirals, and turbulence. Phys. Rev. Lett. 65 (1990) 3013.

[61] J. Aizenberg, A. J. Black, and G. M. Whitesides, Control of crystal nucleation by
patterned self-assembled monolayers. Nature 398 (1999) 495.

[62] A. Kumar, N. L. Abbott, H. A. Biebuyck, E. Kim, and G. M. Whitesides, Patterned
Self-Assembled Monolayers and Meso-Scale Phenomena. Acc. Chem. Res. 28
(1995) 219.

[63] P. E. Laibinis, G. M. Whitesides, D. L. Allara, Y. T. Tao, A. N. Parikh, and R. G. Nuzzo,
Comparison of the structures and wetting properties of self-assembled monolayers
of n-alkanethiols on the coinage metal surfaces, copper, silver, and gold. J. Am.
Chem. Soc. 113 (1991) 7152.

[64] A. Ulman, Formation and Structure of Self-Assembled Monolayers. Chem. Rev. 96
(1996) 1533.

[65] F. Schreiber, Structure and growth- of self-assembling monolayers. Prog. Surf. Sci. 65
(2000) 151.

[66] K. W. Kolasinski, Surface Science, John Wily & Sons Ltd., 2002.

[67] H. O. Finklea, D. A. Snider, J. Fedyk, E. Sabatani, Y. Gafni, and I. Rubinstein,
Characterization of octadecanethiol-coated gold electrodes as microarray electrodes
by cyclic voltammetry and ac impedance spectroscopy. Langmuir 9 (1993) 3660.

[68] C. Miller, P. Cuendet, and M. Graetzel, Adsorbed .omega.-hydroxy thiol monolayers on
gold electrodes: evidence for electron tunneling to redox species in solution. J. Phys.
Chem. 95 (1991) 877.

[69] I. Ruach-Nir, T. A. Bendikov, I. Doron-Mor, Z. Barkay, A. Vaskevich, and I. Rubinstein,
Silica-Stabilized Gold Island Films for Transmission Localized Surface Plasmon
Sensing. J. Am. Chem. Soc. 129 (2007) 84.

[70] P. Abad-Valle, M. T. Ferndndez-Abedul, and A. Costa-Garcia, DNA single-base
mismatch study with an electrochemical enzymatic genosensor. Biosens. Bioelectron.
22 (2007) 1642.

[71] T. G. Drummond, M. G. Hill, and J. K. Barton, Electrochemical DNA sensors. Nat
Biotech 21 (2003) 1192.

[72] T. Ito, K. Hosokawa, and M. Maeda, Detection of single-base mismatch at distal end of
DNA duplex by electrochemical impedance spectroscopy. Biosens. Bioelectron. 22
(2007) 1816.

[73] S. O. Kelley, E. M. Boon, J. K. Barton, N. M. Jackson, and M. G. Hill, Single-base

97



mismatch detection based on charge transduction through DNA. Nucl. Acids Res. 27
(1999) 4830.

[74] Y. T. Long, C. Z. Li, T. C. Sutherland, H. B. Kraatz, and J. S. Lee, Electrochemical
Detection of Single-Nucleotide Mismatches: Application of M-DNA. Anal. Chem.
76 (2004) 4059.

[75] M. Steichen, Y. Decrem, E. Godfroid, and C. Buess-Herman, Electrochemical DNA
hybridization detection using peptide nucleic acids and [Ru(NH3)6]3+ on gold
electrodes. Biosens. Bioelectron. 22 (2007) 2237.

[76] D. A. Skoog, F. J. Holler, and T. A. Nieman, Principles of Instrumental Analysis
Thomson Learning 1998.

[77] J. Wolfenstine, and J. Allen, Ni3+/Ni2+ redox potential in LiNiPO4. J. Power Sources
142 (2005) 389.

[78] #iv&4, Ad7ic &, F % JRAk, 377, 2007.

[79] Q. J. Chi, J. Zhang, and J. Ulstrup, Surface Microscopic Structure and Electrochemical
Rectification of a Branched Alkanethiol Self-Assembled Monolayer. J. Phys. Chem.
B 110 (2006) 1102.

[80] J. Heinze, Cyclic Voltammetry-- Electrochemical Spectroscopy. New Analytical
Methods (25). Angewandte Chemie International Edition in English 23 (1984) 831.

[81] & % %, and 3 ¥/, An introduction to electrochemical impedance spectroscopy, #*
2 ARAE, A w0, 2002

[82] J. E. B. Randles, Kinetics of rapid electrode reactions. Discussions of the Faraday
Society 1 (1947) 11.

[83] P. Curie, and J. Curie, Crystal physics: Development by pressure of polar electricity in
hemihedral crystals with inclined faces. C. R. Acad Sci. 91 (1880).

[84] A, Sz Bl ff, 5 ¥~ 1, L4, 1987

[85] D. A. Buttry, and M. D. Ward, Measurement of interfacial processes at electrode
surfaces with the electrochemical quartz crystal microbalance. Chem. Rev. 92 (1992)
1355.

[86] D. A. Micklos, G. A. Freyer, and D. A. Crotty, DNA science: a first course, CSHL Press,
New York, 2003.

[87] T. C. L. G. Sollner, W. D. Goodhue, P. E. Tannenwald, C. D. Parker, and D. D. Peck,
Resonant tunneling through quantum wells at frequencies up to 2.5 THz. Appl. Phys.
Lett. 43 (1983) 588.

[88] P. C. Jangjian, T. F. Liu, M. Y. Li, M. S. Tsai, and C. C. Chang, Room temperature
negative differential resistance in DNA-based molecular devices. Appl. Phys. Lett.
94 (2009) 043105.

[89] S. Nokhrin, M. Baru, and J. S. Lee, A field-effect transistor from M-DNA.

98



Nanotechnology 18 (2007) 095205.

[90] J. Kang, L. Zhuo, X. Lu, and X. Wang, Electrochemical behavior of dopamine at a
quercetin-SAM-modified gold electrode and analytical application. J. Solid State
Electrochem. 9 (2005) 114.

[91] C. Shengli, W. Bingliang, and Z. Hong, An EQCM study of the electrochemical
behaviors of polycrystalline gold electrode in sulfuric acid solution. Wuhan Univ. J.
Nat. Sci. 3 (1998) 102.

[92] R. P. Janek, W. R. Fawcett, and A. Ulman, Impedance Spectroscopy of Self-Assembled
Monolayers on Au(111): Sodium Ferrocyanide Charge Transfer at Modified
Electrodes. Langmuir 14 (1998) 3011.

[93] F. M. Herrero, P. Herrero, F. Moreno, J. Colchero, C. G. Navarro, J. G. Herrero, and A.
M. Baro, Topographic characterization and electrostatic response of M-DNA studied
by atomic force microscopy. Nanotechnology 14 (2003) 128.

[94] A. D. Bokare, R. C. Chikate, C. V. Rode, and K. M. Paknikar, Iron-nickel bimetallic
nanoparticles for reductive degradation of azo dye Orange G in aqueous solution.
Applied Catalysis B: Environmental 79(2008) 270.

[95] M. R. Vilar, A. M. Botelho do Rego, A. M. Ferraria, Y. Jugnet, C. Nogue?s, D. Peled,
and R. Naaman, Interaction of Self-Assembled Monolayers of DNA with Electrons:
HREELS and XPS Studies. The Journal of Physical Chemistry B 112 (2008) 6957.

[96] S. A. Krasnikov, N. N. Sergeeva, M. M. Brzhezinskaya, A. B. Preobrajenski, Y. N.
Sergeeva, N. A. Vinogradoyv, A. A. Cafolla, M. O. Senge, and A. S. Vinogradov, An
x-ray absorption and photoemission study of the electronic structure of Ni
porphyrins and Ni N-confused porphyrin. J. Phys.: Condens. Matter 20 (2008)
235207.

[971E. L. J. M. S. C. A. P. M. A. Galtayries, XPS study of the adsorption of NH3 on nickel
oxide on Ni(111). Surf. Interface Anal. 30 (2000) 140.

[98] A. W. Peterson, R. J. Heaton, and R. M. Georgiadis, The effect of surface probe density
on DNA hybridization. Nucleic Acids Res. 29 (2001) 5163.

[99] M. Yang, H. C. M. Yau, and H. L. Chan, Adsorption Kinetics and Ligand-Binding
Properties of Thiol-Modified Double-Stranded DNA on a Gold Surface. Langmuir
14 (1998) 6121.

[100] R. J. S. Skinner, J. S. Lee, Y. F. Hu, D. T. Jiang, P. Aich, S. Wettig, J. Maley, and R.
Sammynaiken, Local Structure of M-DNA at the Nitrogen K-edge: Evidence
Towards a Metal Ion Induced Conduction Band in DNA. Journal of Nanoscience
and Nanotechnology 5 (2005) 1557.

[101] J. G. Duguid, V. A. Bloomfield, J. M. Benevides, and G. J. Thomas, Raman
spectroscopy of DNA-metal complexes. II. The thermal denaturation of DNA in the

99



presence of Sr**, Ba*", Mg*", Ca®*, Mn®", Co**, Ni*’, and Cd**. 69 (1995) 2623.

[102] S. Roy, H. Vedala, A. D. Roy, D. h. Kim, M. Doud, K. Mathee, H. k. Shin, N.
Shimamoto, V. Prasad, and W. Choi, Direct Electrical Measurements on
Single-Molecule Genomic DNA Using Single-Walled Carbon Nanotubes. Nano Lett.
8 (2008) 26.

[103] R. L. McCreery, Molecular Electronic Junctions. Chem. Mater. 16 (2004) 4477.

[104] S. O. Kelley, and J. K. Barton, Electron Transfer Between Bases in Double Helical
DNA. Science 283 (1999) 375.

[105] S. O. Kelley, R. E. Holmlin, E. D. A. Stemp, and J. K. Barton, Photoinduced Electron
Transfer in Ethidium-Modified DNA Duplexes:&nbsp; Dependence on Distance and
Base Stacking. J. Am. Chem. Soc. 119 (1997) 9861.

[106] A. Charrier, N. Candoni, N. Liachenko, and F. Thibaudau, 2D aggregation and
selective desorption of nanoparticle probes: A new method to probe DNA
mismatches and damages. Biosens. Bioelectron. 22 (2007) 1881.

[107] X. Su, R. Robelek, Y. Wu, G. Wang, and W. Knoll, Detection of Point Mutation and
Insertion Mutations in DNA Usmg a Quartz Crystal Microbalance and MutS, a
Mismatch Binding Protein. Anal.. Chem. 76 (2004) 489.

[108] S. Pan, X. Sun, and J. K. Lee, Stability of complementary and mismatched DNA
duplexes: Comparison and contrast in gas versus solution phases. Int. J. Mass
spectrom. 253 (2006) 238.

[109] H. T. Allawi, and J. SantalLucia, Jr., NMR solution structure of a DNA dodecamer
containing single G*T mismatches. Nucl: Acids Res. 26 (1998) 4925.

[110] X. L. Gao, and D. J. Patel, NMR studies of A.C mismatches in DNA
dodecanucleotides at acidic pH. Wobble A(anti).C(anti) pair formation. J. Biol.
Chem. 262 (1987) 16973.

[111] K. L. Greene, R. L. Jones, Y. Li, H. Robinson, A. H. J. Wang, G. Zon, and W. D.
Wilson, Solution Structure of a GA Mismatch DNA Sequence, d(CCATGAATGG)2,
Determined by 2D NMR and Structural Refinement Methods. Biochemistry 33
(1994) 1053.

[112] T. Brown, W. N. Hunter, G. Kneale, and O. Kennard, Molecular structure of the G A
base pair in DNA and its implications for the mechanism of transversion mutations.
Proc. Natl. Acad. Sci. USA 83 (1986) 2402.

[113] #=i ~,VLSI @ a7 3 = B3, 44, 1998.

[114] C. Li, W. Fan, B. Lei, D. Zhang, S. Han, T. Tang, X. Liu, Z. Liu, S. Asano, M.
Meyyappan, J. Han, and C. Zhou, Multilevel memory based on molecular devices.
Appl. Phys. Lett. 84 (2004) 1949.

[115] L. Esaki, New Phenomenon in Narrow Germanium p-n Junctions. Phys. Rev. 109

100



(1958) 603.

[116] R. A. Kiehl, J. D. Le, P. Candra, R. C. Hoye, and T. R. Hoye, Charge storage model
for hysteretic negative-differential resistance in metal-molecule-metal junctions.
Appl. Phys. Lett. 88 (2006) 172102.

[117] J. L. Pitters, and R. A. Wolkow, Detailed Studies of Molecular Conductance Using
Atomic Resolution Scanning Tunneling Microscopy. Nano Lett. 6 (2006) 390.

[118] K. H. Yoo, D. H. Ha, J. O. Lee, J. W. Park, J. Kim, J. J. Kim, H. Y. Lee, T. Kawai, and
H. Y. Choi, Electrical Conduction through Poly(dA)-Poly(dT) and
Poly(dG)-Poly(dC) DNA Molecules. Phys. Rev. Lett. 87 (2001) 198102.

[119] J. M. Kim, T. Ohtani, J. Y. Park, S. M. Chang, and H. Muramatsu, DC
electric-field-induced DNA  stretching for AFM and SNOM  studies.
Ultramicroscopy 91 (2002) 139.

[120] M. Washizu, and O. Kurosawa, Electrostatic manipulation of DNA in microfabricated
structures. Industry Applications, IEEE Transactions on 26 (1990) 1165.

[121] H. Choi, S. Choi, T. W. Kim, T. Lee, and H. Hwang, Nano-Scale Memory
Characteristics of Silicon Nitride Charge Trapping Layer with Silicon Nanocrystals.
Jpn. J. Appl. Phys. 45 (2006),L.807.

[122] P. C. Jangjian, T. F. Liu, C. M. Tsai, M.'S. Tsai, and C. C. Chang, Ni *" doping DNA:
a semiconducting biopolymer. Nanotechnology 19(2008) 355703.

[123] N. Kang, A. Erbe, and E. Scheer, Electrical characterization of DNA in mechanically
controlled break-junctions. New J. Phys. 10 (2008) 023030.

101



	封面.pdf
	1
	博士論文初稿

