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Fabrication of memristive devices by using Ni-DNA

Student : Ching-Feng Sung Advisor : Prof. Wen-Bin Jian

Institute of Electrophysics
National Chiao Tung University

Abstract

DNA is one of the most promising quasi-one-dimensional nanomaterials because of its
adjustable length and self-assembly properties. In order to increase the intrinsic conductivity
of DNA, DNA is chelated with Ni ions. In this work, the Ti/Au electrodes were deposited
and patterned on the substrate by standard electron-beam lithography and thermal
evaporation. Moreover, we immobilize Ni-DNA on the gold electrode surface of device by
using DNA self-assembled monolayer (SAM) or electrophoretic placement. In these
measurements, current flowing through the Ni-DNA was measured when the bias voltage
was supplied on the two gold electrodes.

I-V curves show obviously a hysteretic loop and a feature of negative differential
resistance (NDR) that indicates the emergence of a memristive system. In our previous
studies, we verified that the NDR effect is attributed to the redox reaction between Ni** and
Ni** within the DNA base pairs.

Ni-DNA nanowires are further used to demonstrate the application of memory devices.
The memory device can be set by either positive or negative writing, and it can be read by
current at a constant bias voltage across the pair electrodes. In addition, the polarized states
remain longer in time under the DC reading in comparison with the AC reading.

The multiple state of the Ni-DNA device is possibly attributed to a different ratio
between Ni** and Ni?* ions in Ni-DNA nanowires for different writing time. If the writing
time and the writing process are precisely controlled, the Ni-DNA memory device can be

operated at multiple states.
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(a) Time (x109) (b)
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R A FAREERE XA I L TN BT FF R F 2 BRI PFE KT
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AR I N2 NP2 g cBhauBe §F P BRNE
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a9 .3, =
NI = NI” +e,

reduction

NI XN 22234250 FFz N¥SINTENEIA2RRF R -
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HIRMLA 7 > Rn()nETR § A2 - BUELE(9)

2008 & HP % % 3 # !

Py
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)‘P}

=

o fE R E(M)A] BB RS

@
FREREEME 5 THOE {22 B EHE (o) -

FHEL NG ERAEEANTROFE(DF TR T ABRLE) 4 Bk
WHU AR AR AR EEF A L P PR 24250 o A Ni-DNA £ eh
NDR /i 12 3 B F B % > 30 RIFEE & seandd i - 2011 # Yuriy V. Pershin %
Massimiliano Di Ventra = ¥R e % 2 (e it &k 38[2]8 7 - KA 177 P » A3 B 7
d g FHEg

FUDEYH) 5 EXRIAHDTRFEE & 2 50 x NP IR E 80
e o F AP T L ER T A enfRuAlEdlen s 23]

y(t) = g(x,u,t)u(t) (3-1)
x=f(xU,t) (3-2)

A T9R-BREDERE fEi-nedod Falk HRIEEH Z o ut)r

AR Aq(t) » yO) s 2L 2 o(t) » M35 ¢

p(t)=M(F(t))a(t) (3-3)

F_&

FEM(F ()% - B Pl £ DIPFR fp ik 3B P () e m e - 17 Bl
T RO BN

o) =] dtv(t) (3-4)
0 N (3-3)iey &

[ dtv(t)=M(F(t)a(t) (3-5)

: o d .
B N N L R ’@gfwuaw&;%zl(t):d? » #2N(3-5)e B A A £

18



dM

V(D)= o q(®) +M(F(O)1 () (3-6)

t'=t

#(3-6)% & = - e o I(t) {8 » 7 T &

q(®) +M(F(1) (3-7)

t'=t

Ra®=1"03

Bt T EEF F(3-6)F e H =
V(O =Ry 1) (3-8)

BRPEM 22T B(FO=00) T MO=M@O) - 11" § ¥ b gf 5

dM _dvdg 39)
dt dq dt
BoM P it TSl o Z_h;;’z* (3-7) o dic ) 1+ &
R, (@) =%q(t)+wq(t» (3-10)
iS4 9(38) 0 B qt) A 7 5 TR EEER gt A
V(1) =Ry, (@)1 (1) =R, [j_‘w a1t ')] 10 (3-11)

FRE [ dUI(t) =0 PIGIDR TR D E M A RS LE S 2 RO

PR R, S AN A EE R T SR Mo a2 g TR - Yo

T,

AR ATEE  EF L M chandic g X DB L qt) SR o
FFGI)ERZEEDT L FRIEE[4] > T F A EE LS EM 7 SR

Becsgeng ¥ B3 R(3-7) thR, » # "ERERsc s PIB-11) 87 f§ i = 5 - S engid 2

o

T FERFEM T 2L E G B(F()=9)) M) =M(L) > Rl ¢ 3

S #ic -

V(1) =R, [ [*deve ')] 1(t) (3-12)

ok [tV () =0 > s SRS IR T R R e ¢
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X fx1t 3-13
dt 19 ( :
Pl BRE T i 7 8=
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Eozoo RRERGIEDRIE kSR PR BT A S
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Flot oo H RRIE B AR Y B - RS RIEEY REE ST R
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3.3 Ni-DNA B Fe i+~ & $-7)

d 3> Ni-DNA et~ i chd fe ¢ 5 F L e

B ;{:[gé% TR m s TR
P - PR KPP Ni-DNA ~ 2 eng B-T i F i > #37 L Rl4c™
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BA T ER A REE LA B g f250[3]:
V = R(W,i)i (3-17)
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—=f(w,i 3-18
o (w, i) (3-18)
B wi- 2 RE%e  RET ZPROPFRE I8
FET B NI-DNA 2 g o Niggs 24 5 CBRF B> B F R
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Ni** = Ni* +e (3-19)
reduction
@ Ni-DNA ~ # ehd T inied ¢ 50 L g REEIEFLE 2 PEH Tl () 2 E T
FRARIF CBRF REAAIM) > BT AT AT S

I (t) = Idrift (t) + I~(t) (3'20)
@ OEAS T ond IR AR AT 2 V() =V, exp (iat)

i (0 = Ref ) (2-21)
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AEIAT VAT > FARTART > AL EHIRT o
(b) =& re#% ¥ (Spin coating)

R R E R G Y o TRAPEFIFRAFS LR RS A
AFEFFL 2~ FRIEA B B A 4 hdre 4 KokpEing 2B A
¥ % % e A:E * Polymethyl methacrylate, PMMA 7] 55 950A2(iE * ke 7] 5 &
B g v i AU R RGO ) K % - PR B @ 3 2 1500rpm ~ 15 ) o
Poenig R fEsa g A% % o pEEEE % 2. 5500rpm ~ 35 4 0 B e Frdl ke R
(% 100 nm) -

(c) #x’%(Soft baking)

Mg e P chf e B A A E 08 B K T 180 B CoAe MPERY 60 4 -

Peni et R RS > B AT AAPFA L -
(d) & &+ & ¥ (Electron beam lithography)

& * AUtoCAD #it 883K 345 91 & OB H4F > T Rt B (8 Ak 2~ e

T R s (2 5 JSM-6500F) » % * Expose Control Program(ECP) :#- 8] 4% i = 5

Ko P EEH AT R T gm0 2 AR (Dose,uClem®)2 15 0 f 1% A irife gheS

==

P HROFRE #&%’%ﬁz’ #7238 #-4] Beam Blanker #2413 + A R K= % - S fé 42
P ERFRENBEBAR RS ATT N L oo
(e) % 28>(Develoption)
dot AP s @ gk i ke s AT AR REOTEE LB
fRar B R P (7 AR 7 A fr (methyl isobutyl ketone,MIBK): £ /5 f% (isopropyl
alcohol,IPA)=1:3) » B R ERIHI 25 R CHr Ze R 30§ gz i
AR e * RFREBKRAFPLT 2T o
(f) # % 4#(Thermal evaporation)
03T AR Sk PR SE 9E T sk 1R (X) 100 2 F) 0 B AR E SRR Ti g

i) g 5 05 A sec ~ B A 15 2 5F AU sh sl d) dErniE 5 1A sec -
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B 55 2K 0 A 4R F bR € R BENST > TAREIRRGEEAE -
(9) # & (Lift off)
ROE R RE R R Y T RE e gRTHA R At
FR L Pl > FIL R € RS A 0 FIE G R P IR A8 > BRI
PEAARE Y o T LAY FEHFALLD > WATHRTI AR E A AT
AT EEE =8 SEM B dc® 4.3.2(b) = RS d M RAAZRITET B
R B R S AT T AL B R TR A ARET IR E & 107 me
b4 g s heB 4.3.2() -
432 §AEM-T 5 ;% Ni-DNA
S R R fjfu{;i F R ABARAPH Eia R L3N T HA T LT
Fdoen— FE3 3N 5 d 20 Ni-DNA * 3 § 3 o A0 7 0041 gt Hophe ko3 4o 2
o AAKFREMAUM - §HE L TEIERL AL THY 0 oF 433 (a)4F
oo MR EE R TR - B ERTFOS e 5 E o RSy
#HERHAWwre R LR RE G LRFE T kE%Z 7 Ni-DNA
AR B M A > T RFTAKRE 3044 0 TAERY Ni-DNA
T et vk T T RN R E I 22T s A 3R E Ni-DNA i F
AN T A D o
433 st g2 = 35 Ni-DNA
TR NI-DNA B2 e A chd T o b 4B 433(0) APEH* 3
fape7 BamHI £2 ECORI %k i s Ni-DNA & £ R g iz Bt 0 Az Bd v e
* 3373 e A G e 5l 4 (forward primer,fp) 2 i = 314~ (reverse primer,rp) > 7 £
#-2ul BamHI-fp 2 ECORI-fp QuM)if tiziZih4 T4 o ¥ B A 4CHER >
2tk 52 T k(pH 9.0)2 % A AdEi S 4ig iR 0 #¥ %2l BamHI-rp
2 EcoRl-rp(2uM,** 10 mM % =% ,2.5 mM NiCly,pH = 9.0)if + T84 & » H4¥t
ACT 30 kb LRFRIBE § R ¥ e 554 45 k(pH9.0)

B 4 %20l Ni-DNA (2 pM,** 10 mM # =% 2.5 mM NiCI2,pH = 9.0)if + T4 & >
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5 k(pH 9.0) » #7 A K i A NI-DNA 2 BT % 7 o 1t A2 & F 45 &
iﬁgjﬂﬁlﬁhﬁ—t@f%’iﬁ’ﬁﬁﬁ_;m &Epm/{%ui’q B AR H AH o

(a) » ,--\.E: -~

My
NV

B 433 @T A= r LE (O

FERET R R

44 B R x 3%

ji‘ﬁ%grﬂg /?J J‘{ %i»i'.jbbt_‘ W’rﬂ/?]

2> Ni-DNA p § % & -k ehif & o

(\‘

R
FHFLETETRT ZR &Y * R4k £ 5 Keithley 6517b » 45 fe + LabVIEW 42

ARG - R i) I R

¥ o B RARE R s o 5 33522A A2 F -
SR570 g3 % % 3+ %2 USB-6361 #ici- 41" 4+ o

441 2 RTHER R

e

'y

Bl 441 2 RHFELERE

AR e TiEARY 0 51 3 BB APPSO LT i F R

PEROL ERBED £ TR hu W WITRA HTER R T AT
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B AR T RBEERT 0 TR T B S R R L w441
BEY AR b BERFELERELY LI A S BT IR KT

- g LRERE

B 4.4.2 Keithley 6517b

AF s & % Keithley 6517b 5 1 & £ P T 4k(W 4.4.2) 0 ' T4V I Pz
BERRITIR PRI 10°00 ol TR B SmVe e & LabVIEW A2y -
¥ e LR~ BR A R R o DR 2 Rk R
Flo A RARS R LR MO 5 N E R R -

442 BHEER AR

A33522A f 254 2

Bl 44.333522A 4| A 4 B

33B522A A4 4 Bv 24 30MHz ® 5zt ~ 2 A {erk e 4E % > £ USB ~
LAN (LXI-C)»4 2 GPIB:Es e & F fchenffiv> { 7 p ¢ K3 f—gﬁ%] R S -
FRLE SRS TEES BB B R EFHD

B.SR570 #3221 % & 42 & &

M 4.4.4 SR570 43230 % % tc & B
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Boegea e 4 2 o SRE70 B+ ¥ 7 i IMHz » & % 3 F & F 1pAIV 5 & ik

C.USB-6361 #c i~ a1\ g 4% +
B DlenF g

FFRPES o

USB-6361 et gk + P 470t 2 feizcny » 5y DL i

Wil iE o @R T H BT 2MS/s 0 £ A1 Fv T E BV ELIR I 0§

ERARE R AT P o i 4
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Tﬁiﬁ%¢%§’£W%NﬁmAﬂ%$ﬁmﬁiﬁ’jfaﬁﬁﬁilkﬁ
THER S d BRI R REAES A EFRARS SR SR RE

HPA2] 0 £ 2 7 sy LR T NI-DNA #2437 5 7 £ el cngr s o 7
FILEBFEFAROTHERFEET > BLZ NI-DNA ~ 297§ in7 e s > 3 0 3p
dofe 4 1 NIF-DNA BBt 2 i ok f Boelatlie * o JE 0 a8 Rl 3 R » ot frit
) Ni-DNA chg i8¢ 12 g * o

Vb A G AR AR S AR AR o I R
FALTHAUEE 2N NIEDNA & o fed 30T G N hd Bl PR o AT
bR - PR > APAREY RS E 250 NI-DNA A e T A

G- gAp e B s el 0 Mot A Bl 5.8 B 1 4

5.1 Ni-DNA S #1212 & i i3

79.5 nm

Electrodes

0nm

®] 5.1 (2)Ni-DNA 1 & 1 Bl (b) ¥ % % 3# 4~ 17 (lane 1 : native-DNA - lane 2 : Ni-DNA - lane 3 : Ni-DNA

518 EDTA F Ji512) (CAFM & jatfig 2 ~ i i > 10 F

S 2T g ek pHE(H=8 111 )euksg ¥ - f g Bt v
RS DNA Y2 et (G S eeR(T)Y DTS Ak RS i £ A 2t
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e Ni g3 B &30 % DNA ek ¢ 7 . B > 4oB 5.1 (@)%77 > % ¢ Pz % Nidg
3 o

Ni-DNA g4t e % ¢ 3] DNA § & % 4| (Health View Nucleic Acid Stain) f i
Ak A2 Bl B anl B 5.1b)5 ¥ Bk RIT 5 E-DNA S 7 L& 218
fI* TARETHRA § T DNAB S - H 7 5 4 DNA chig AHHHcR - W2 7 P AR
%3]~ F DNA 2.9 2kb 17 0% £ & i (lane 1)> @ Ni-DNA g £ & Rl 4 71 (lane
2): ¥ higd o = ke o f(EDTA)E Jii i Ni-DNA chg sk £ i 8 5 &2 & 5 - % (lane
)il % T HM Nidp fpH 8 1 b IR B T it 44 0 AR T B DNA ¥
2 545 EDTA % Ni g+ 3o 3t > 3P JL 45 8342 5 7 3 o

Wiem A in LH4cR ¢ ™ > 3D 2 MHd] 0 Fl L ks L) Htatei

mEer e A > 2 DNA ¥ £

TR S L 2E o FILR AP RS E 2
Ni-DNA ffeft = & > 5 f5d AFM & iR & i fhit 522 g 4ol 5.1(c) 2 3 ¥ P 45
SEM g2t & & 5 200 nm o

52Nigg+ 3 r:BR 2 ?Zﬁ@ﬁ

fﬁﬁé;t’éfsé)gl% » AT {/ﬁiﬁ?@i&%}ﬁﬁ'[ﬂ BENBESF P RREF R -

(a) T T T T T (b)
500 |- ]
Background
native DNA 600 |
e Ni-DNA
250 +
300
2 o 1 o
3001 F)
-250 |
-600 |
-500 |- 1 1 L ! 1 ! ! ! ! !
-10 -5 0 5 10 -10 -5 0 5 10
V() v(v)

B 5.2 (@)% #3% « » 7 DNA 2 Ni-DNA 7%k T R f5 75+ 1
(b)7ase & R4 B¢ Nidps § i BRF bz

Ni-DNA = iz & (5 » S paen 20 0 ERFR TR RRITAHTRICH
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o EFMBIAFNEG AP REOF (B 52@FHR) R £ 32 F Nigs &
k#se 2 DNA HF 4 2 4pst & F DNA ch§ i F s 27 b (B 5.2() = %) » ¥
Mg REOT e A 5 B(R 522 R)

B R OTRIZEORFLI ) RFEEF-0 REE S P 0 R4F L -
BT RBRT AT DBF R s T IE(NDR)#E (4B 5.2(b) ¢ il & vi
A) o PP AT AFT L AT 0 f A TR, R F1 S DNA s &Y 0 NIt 2
Ni¥2 a5 BRF o RPF P HSPEIFH T RNF T 0 B (Epa) i 2
BRT S E(E)=E ~ 95 bRFEDLRE o« &FBRFf i - JLO RFFF O
RGP iv) o NP e 4 § 0% NG 2l i) 2 mRF g e aEy) §
R g A R ENT IR ESH L o F 2PN I LTI R S K
AR E — T A (B V) o A P RO RdF R -9 RaF(iv 3] )RIE 2 > Ni¥E A

RRE REr NFVI Vi) s PREINERT 2% EEp)n ¥ 2B R1E T §
AR — T S (Vi 3] 0) o

EHSTOTRARFHRFE  GLFREETNR > L2 R mTHEL > A
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%4 i ﬁf{? NI &S afE » PR R > R RSB gy BE2EY - R[]

dr TR B AP g NI NPT T e i A e

Ni-DNA = i Ni 43 228 % Ni?'ps > & peng m s BY (i 3/iv) > &£ 2 > Ni 23 >

1-:\1.

85 NITEF > F o enTin i Be (ivE i) 17 8 B Nidgs 2 b ehf gz 30

AR AT AR ORE S SRR e 20 RS S AR
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53 # 4 i ol 0 4
dOETRTRIFE T F NI F O RRR N R TR i A B R

F AP FAPRE T T R F R e DT R S 08 B el 4

AR )
L) O —— : (b)) ———
L _ ] A o =
— 1 (VIS) s o E
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L e 0.033 (V/s) = = T s
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]
< 7<= <
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B 53()7 FZAERT Rim e E 0)F B RE R e (OF CBR% BT ()AL $HFk & 5
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F o ? TR i FIF (2 9 RF) A i 0 gy eni 5 0.001 Vs 3] 1VIs
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i 18 (Epa) it 2 1B R E 1 (Epc) ¥ BB Vpeak 618 $ 15 € "EF Fpa i B 3 4o @ B 4o > 4o )
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FREF AR e dem w4 HP R T2 DNA P Nidp+ eng it 2 BR® I Foorik

Gl GG OB o
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5.4 ki &% 2 e iF3 30

27 A7 NI-DNA ~ 2 p e i » A PR T — 2% sin gk 3 B g en
Foe NI §F R RF iEARE (G2 &) 4t* RIS DNA P % 5 Ni¥'pF» 1o
R EBEF o RIS TLE o F L HBRAS TR IRERY > F 2 > DNA
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iR BT RRG T i § 45 Ni-DNA P 28 NiZ* 2 Ni¥ ek g vt 6] » 5]

B R R PEARY AHEL T F R BAR AR PR o

EnETTRAZ

56.1 2 REH
g 32 R B € i & Ni-DNA A Ni 85 0k B bl endgdeo % 5 & 2Rk ik
BRI e R B VT o R f TR B (GEEAL) cEE RF IL  f R 0 T A it

h

PAEBT - 5 N BR A e hS S LA - BE AR RE BB

@, — . . — (b ; ; ; . (c)
03 il
0.40+
[o]
- = __ 036+
g o0 e =
Al ] 3032}
—_—i2V
—_—11V
—310.5V 0.28}
ol —10.1V] -0.3 ~——
0 100 200 300 240 260 280 300 0.0 0.5 1.0 1.5 2.0
t(sec) f(sec) V(V)

R 5.61@QETHFFTEHERF TR (D)W@) T nfE T drc~ B (C) 5l i

FACPERHAPFTRG PN PRRATE(FHSV) > #R il Pz

SRR NS E 2 BB TR LA AR T A
47 $ ik BGE B~ (£0.1V ~ 205V ~ 1V 2 22V) > 7 Lo A ¢ L0 i e Ni-DNA

ARLEBR O FTROVAFS AR A WL 2 RS AT R B4R 5.6.1

@5 BRFITAER T F UL AR B E A RS § T I EURE 561

#eAl=|l|-|l,| > d B 5.6.1(C)AF » atlV BFenAl /|l | & 5 P &> @201V 22405

VEE TR L AR ROTELV 7 BAEALE AT @ 2V e IR T R TS 2

40



I8

Ol

HALE 2B 5 5 (1 C 5 R iRy TR E](F 5.3)

T[] A AE e A 1| B FEF CRRE R RS b e 0 B § TR

S F R RS R RTINS Ao AR T2V LT N JROR B
WL IR B B AP AR AL RF DT RER SELV o
56.2 * Ak & H Ak B B

B RBAE AR A G | BRBRES - APFR L B RTHT I
L R IEP Rt i RIS R RO > AP AEFEY DR 0 B gER

AR % T Ay e S Ak 4 e F SRR o

T M T v T v T M T T T
oL 13
12
St <
AN hg
41
e ——————
0r do
1 L 1 1 1 1
0 60 120 180 240 300

t(sec)
B 5.6.2 2 k53 Bt i

#5.6.2 7 m S Fogg > DT RAZF AR S BRI DT @R TR
¥R FlaRA G RSP RREFRE < oA - BEE
IR TR Y AL G R ok (transient effect) o pER R EF L - BTERP L3
IR F P B I e TR B A TRFE L - FRT RS
I AREE ek BB A s AR A R RN € RS R - AL RE -
BLfELE > @ g omg gl § fwrﬂitl»\” AR TR S o 5T R
AT B G NPRTREOVINIV R G R F M AT BRAFEF Y 604
dRIGTERCT L @RS OTEEP R DA RS A 4

or

i Sl N & BT ST R S E S R R AR Rl
41



P AL e SV B LB R R B Bk i en| ¥ o

;'1\\

5.7 Ni-DNA RIe < it eh s & 3 3

© eNi-DNAA B4 F 2 @ ~» BRYMAA F ki P BB 7 1&g
LLIW’I)@’N b L - o - e il ¢S 0% 1 eha Bk i iz Ni-DNA
B A R AT AR B WEHIR N R LT i R
B R A EEE S D R e A 2T A P T T h Y s M

* Ff'a %Eﬂ?ﬁahfpgﬁ»m%}” F R (E vl g o

w
T
1

]
w
T
1

} Positive reading

} Negative reading

1 1 1
0 100 200 300
t, (sec)

WET1 @b DR 22 BER > 2 d 5 RRS ) (D) T in
d 2t Ni-DNA = B § Bl > 29T R v % P ok o Fltapqlr p
Pt kG RA o e R AR (T A T o B @ AP A
F g 2 Ni-DNA & R THRES E 2B > 4@ 5.7.1a) - H 5.7.1(Q) 7 tw
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