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A7+ 3

Al 1 &l 9loiA,

A7) H34 59A 9 A7) FDHE, 7247 Ao A7IME 5ol DNA £43tE B8] A7) Al 1 DNA E= A4
71 Al 2 DNAo| A3zte AN, o]itsleth AZE UYnAE H3HA|

AT 4

Al 1 7l lolA,

A7) Aelol== mld<Eld (phenylalanine, Phe), Al2:E|Cl(cysteine, Cys), =FElv|o]E (glutamate,
ol (alanine, Ala), 2@ Al(glycine, Gly), 3]2~Ed(histidine, His), =z}o]Al(lysine, Lys),
(leucine, Leu), EHEZ(tryptophan, Trp), ©]|A&FAl(isoleucine, Ile), ™WE] 2 (methionine, Met)

)

Glu),

(valine, Val), ZZ¥H(proline, Pro), Al (serine, Ser), E# 2 (threonine, Thr), °o}=4d(arginine,

Arg), oF~3ZEXH(aspartic acid, Asp), SFEAH(glutamic acid, Glu), o}~3}2}7 (asparagine, Asn)

2 o}

252} asparagine acid)ol A AEEE s o] 48 Tals A, oltsiehe WEE YA B3,

A3 5

Al 1 g leA,

A7) F4 BRI ] 58 3, 2 ZEE 1 WA 3004 delss s olds Edbele Ael, o
2 AE YA E 53|
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AT
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A7) A 2 DNAE M2 Abo]sl Fojy
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al
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H3A B A7) 7L 47) Yy Ee] Ao AfE A EE

47 B& BEA 9 37 DI ) Al B W EE 22 A v We AFEE A,

Z}7} Z4f- FDH (Free-FDH) ®& A 4 B3AE Fr18 o= o) fals, o|abstebs A3k 2y
A7 9

A 7 ol oA

o]akslEb o]l HlOH F& 500/48 AlZF o]l A, o] abslEkA A3 W,

ol Hr

7] & & of

BAL o hsle s ARG Y A|E B3 2 o] E o] &3k o]xhlekA AZbe] B3 Aol
Hl 4 7] &

g7l & C0, X7t S71ekAA, @A FHY B Adux] Aoz (0, Ak uigh AF7F AAAH =R
FIHL Yy, o] A% Tt HF FolA, HA RHFE QAR YIdHoM| = oldld YRpEdlHE=
(nicotinamide adenine dinucleotide, NAD+/NADH)94 Fzu] A 2L oo WE FAH (0, A3 A3k A

AZEEH G7e e w-oF B ZHE(bioinspired semi-artificial photosynthetic platform
5 3]

o
AEgsh gy Eo) zdow Q) AP FEE weth (004 LENGoz A Sla) LEAS

o °

lj.u‘
il

& (formate dehydrogenase; FDH):= NADH/NAD  2+8}3h§] WS} 3H7) CO,=4E E2AS AT theFst 3
Zu] Al2d"lo] FEv), T4 L FRAY 23S 7)o R &= NADH A 2 CO-EEAM Ao tiste] B

=
aHAT. 2y A Fskst g T5E S 2 5l wdAdst 2 dotdt da A sk g
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ZV}@@QENMEQQQQQNME%@@@%%%ﬂiﬂE 9(thylakoid membrane)el] $1x|gtc}. 18]ar Az}
SHHAID NADHE 7182 AgHoe] &4d (0, #dS f8 2 3= (Calvin cycle)ol] #gitt, o]

¢

A" A, S Ga4F 37 Gkl tidk B8 Mo RRE aydor Rodrt, T AFE
2 W-AF vl Al=H"e a8A48 =o]7] Y3 A4 AES A, oE 5o, 54 Fvle a4E 1
A4 EE vA AXA mAHe] HA FFE F Fu] IFAES FHAY. mahAE dxE :EEV\ MOF (metal-
organic framework)ol] F&E3lE o] F3}st wrSo7HE BHIFH a8y meFel €0, AE Er) AlxEl &
S AT = gEH Su A6 gk AAAQ] A7 Bask Aol

97162

H & 5]# ¢

(H]&3 &3 0001) Shine K. Albert et al., "Janus Nanosheets with Face-Selective Molecular Recognition

Properties from DNA-Peptide Conjugates", Small 2021, 17, 2006110.

gige] g
S dst = HA

e ol EEs QG LA B3ha 2 o] o] g7 olsus ABUYS ATFea @),
S, 2] Adstag s e olgold ARe e ARHA gorl, dFHA ge e
]

=2 ofef el MARFH S VAl A WEstAl olsid = s Aot

79 HE e

ol A 1 FWe, Al 1 DNA, Felol= 9 Al 2 DNAZF 242 AF3E YeAlE 2 A7 YA Ed A
H, & 534 9/E= FHE X838k, olitsiets A8 USAE EFAZA, 7] Al 1 DNASH 7] Al 2
DNA= M= Agoldh Ao, 7] w4 534 E= 7] FiZE 7] ymAlEe] dwel] Agds A B 47
w4 B3 9@ A7) FDH7F A7) dmAES] B W w247 A2 uid) Wl AdEE A, obsteia A
g UYWwAlE H3AE Alggtt.

Bl A 2 FHe, | e Ed] A3
f, 35 BA L/EE IS s, ol NERs ARE eAE BEAS o gate] o sEiE TEA
oz ABFE, oldFEe AR WHomA, AV Al 1 DNASH A Al 2 DNAE A= Aol Rold, A w4
B wE 7] FI7E 7] A Ee] Que] AgHAY: e 7] $4 B9A % 4] Rk 3] e
AES BY W EE 2zt AR wd Wel AgHE A, olustEi AT WEe AT

9o 5
2o FE B W olitstErA 3
e

face-selective immobilization)o] 7}

Belo] FHES] ME ojsteia AHE LheAE RIS o] g3fe] olstHaRE LHAS AN

o)

AN

vgo FAelEe] we ojdtstvia A YwAE BFAE, nYHA 2e F& 2P L wGHA) e
FDHE o) &3 olbstetas Afshs A%et vliele], f we odstas 18 &8¢ 1Y 5 AY

2o FEdEd uE oitsteia A8 A E BAE, FEe ke 9 g4 weS T Estete], Y
o FEv) Azgle] EASE G5 Eu) R Gxo wAgE ¥ Aot Ax AP Fs FAE H4T 9
o},

£ e 49
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T 1 2o o AAde QoA DNSO-doll A A 29 H-NIR 2% E o]},
w 9=, melo] o Aaldle] 9lojA, DNSO-dioll Al A 20 “C-NR 2= E o},
T 38 2o o AAde] QoA DNSO-doll A A 39 H-NIR 2 E o]},

T davy, 2o A AAdel QlojA, WV BkellA  EFA 49 209 Eotadolrtels A HY|YE
(polyacrylamide gel electrophoresis; PAGE) o]ujx]2A @<l 1 & 2% zZ+z B34 4 2 DNAL' 9] PAGE ©]v]
AE YEhNY, = 4be, 299 A A oA, EBIA 3 4 %Zﬂ 4] W-vis & =¥ EfH, &
e, E94 d AAldol oA, HFA 49 D] EZ(MALDI-TOF) A& A~ Eojr},

T 5v, B9 d Axd 0101*1, DNA1'-FDH ¥ DNA2'-FDHO] EAdste] gt AS=A, X bax= FDH ¥
DNA2'-FDHO] &4 ¥ Edoe|m, % 5h:= FDH 2 DNAL'-FDHO] &4 2¥Edoe]H, & 5c @ & 5% 10% %=t
AZGAUER Zgolaolmtole A A7) % (sodium dodecyl sulfate polyacrylamide gel electrophoresis;
SDS-PAGE) oW A|ZA], &= 5¢9 @<l 1, 2 ¥ 32 Ztzt DNA2'-FDH, FDH ¥ @iz vl o] Fulr] 2 G
® SDS-PAGE olw|#leo]n | %= 5d9] @9l 1, 2 ¥ 32 z+z whwld wlf, FDH ¥ DNA1'-FDHO] FvlA] EF=2 ¢
A ¥l SDS-PAGE o]m] =] o]t},

=6, 2o o AAldel flejA], UV shell A 156 WA PAGE ofmlA=A, #9l 1, 2 R 3% ZH7f DNAL-JEfe]
=-DNA2 415 55 A, DNAL 2 DNA29] PAGE e]m|=e]ct,

7e, A9 9 ANl oA, DNAI-HEFOI=DNAZ HHAZRE A7) 2HE oFrsY DNA LA Ed

=82, B o AAdel delx, DNA Ui=AES] FEjsha EAdste] #3k oA, = 8ax, =AY ut
(scale bar) 100 nmol|A1¢] DNA W=AlES] Fad2AW 7Y (transmission electron microscopy; TEM) ©]W]=]
oM, & 8b WA T 8dE, 717, 2AY v 25 pmellA o 7]H FAM(488 nm), NEFO]=(365 nm) 2 Cy3(530
nm) 9 &% A7 (fluorescence microscope) ©]1| ] o]t},

AAlefell 9lolAf, Rh =] Bl/%= FOHE g d DNA YA E 5o M2 vE 4 719
A

w102, Bel o AAde] glojd, ikl @FA(pH 7.0)e]4 EBA(1.0 W) 2L NAD (0.5 mDE
ARE-ste] ) NS1 2 E3H4] 3(RhE 712 Z7F 5 p)S AFE3 313HA NADH A|Ael #3t AoZ A, & 10at,

32 RUE Y] 5T A7k w2 NADH 552 uebdl 2ol & 10b:, NADHZF Al
AE = Fok Ao wE NS19] UWV-vis &5 ~FEHo|t},

1:1

o moel o Alejel 9ojA], olated 9kEo(pH 7.0)oA EEHA 3, EEAFA(1.0 M) 2 NAD'(0.5 mM)
AFE-3E 318 NADHS] AA 5oF &3 % W3tE Ueld g Zojt,

w125, B9l o Axlejo] glo]A], o1kl 9kZ o (pH 7.0)olA NAD (0.5 mM), o194l Y(eosin Y: EY, 5.0 n
110) Eg]o|golTl (triethylamine; TEOA, 1.5 M)& AR&3le], NS1 ¥ E3¥HA] 3(RhE 7|5F=o=2 42 5 nl)&

ol

=
AFE-s 38lshd NADH A Ao #e Ao BA, & 12a%, 340 oA FFEE BUEYSIY $£53, A7t o}
2 NADH T=5 vehd a#iZoln | T 12b, NADHZF AAEE FoF AlZke] whE NS19] UV-vis &4 ~FEH

T O13e, Relo] o Axde] glo}A, <14t $hEN(pH 7.0)elA EFA 3, NAD(0.5 m), EY(5.0 ul)
TEOA(1.5 M) & Al fﬂ F3te NADH A T F3 = WEE velhd g =olt,

)

T e, 2499 4 AAdel dolA, €0, (1 atm) 3FellA], NAD (0. 10 mM), EY(2.0 uM) 2 TEOA(400 mM)7} &

Aets oxkd SFN(pH 7.0)0A, Rh Zvie} FDHE] 5 7He] ©h2 -4 (NS1/FDH, 3] 3/NS2, NS3, NS4,
34 3/FDH) el ek, Azl whE EZEAF A S dERd g zmel),

Wy A7 Hek A g
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ofsh, AHE e Fmshe] B wo] Hait 7% RelolA B A4S A ATk GolaA ANT 4
QEE Hele] FAe] R ANE A AWAT. T BAe oY X Aold dez 7R 4 o
o ol7lold ARsts Fdd 2 Aaldel @4HA et aYn vl ¥ uge Wass 4y 9
A AW PAgE e Ao, WA AAS Eoke] AR Hd dadE AR BW HES
e,

B AN ARG, o® Rie] the BRI "dd'sel Ytk ¥ W, o "AgHow A sl g
A9 ohet, I Fel B 24E Aol R 'AVHoR A sl gt A% 2Fe)

A FAA AANA, o' FAZE e FA et fA]star dvkar @ W, o] oW FArE thE FAl
el Q= AW ohe F wA Atole] ® the RAlZh EAlshe A% EFET
Bel AR ARA, of| Fio] of| TAAE "EFATL T o, ot Sus wuHE A7 Qe
3] = o e]

RCEES SR E L

o}
B Aol ALgEE Aol o] ep "AAoR Be Qg onle] nid Ax L 2 HEoA)
AAR w2 SRRl R T pxe] 2 v AgH I, Bele olslE B S8 AekA A9l
FAF AR WA NES NG P4t RYEA ol g AL PAS] e AgE

Bl AN AN AEHE AEe] fo] vt WY E: o WA’ £ -2 9@ WA’ 2 oulg)
A et

B AN AAANA, A B e EFE olEe] 2F(E)'Y Fol vhA 4o E@] JAY
TH RASE olFold FolA Aus: st olde] BF EE =S onet: oA, 47 T 84s
2 o Folzl oA AgEE s} o] g2 Xy AL ojulain,

B WAN AR, A W/EE B A, A EE B, EE AL BE g,

Bl A 1 WS, A 1 DNA, HElel= @ A 2 DNAZF =4 o g2 AEd UeAE 2 A7) YxAEd A
A, 7% B¢A 2/%E FDHE 36k, oj4ksleta Agg Y AE B =4, A7) Al 1 DNASH A7) Al 2
EN AES] Ao AgtE A

DNAL M2 gold loln], 7] F& Bgal mi 4] Fvk 47 v =
A 2 A7) P A el B W R 27 AR wk Wel AdwE A9, olbsiga A

SR
A8 VA E 23S AT
Bgel o PG oA, A7) B4 BAT N AAE F5 F0L 5 A

=4 B3 1 DNAC A3t olitsleba 238 YWA|E H3HA|; FDHTE A1 2 DNAo At olitsiera 2
g YA E 53, F5 5A7F Al 1 DNACl AgE 3 FDHZF Al 2 DNAC Aghd o] ibslekh Askg vpi A
= 1 DNAo| A3t

ol sEhA: HEHE LhmAE BEA

wojol o FLEd] gojA, 7] YA EE o Y 4 ot}
2ol A Fado oA, 7] I HE3A B U] FhliE, 27 59802, d7|A4E Eol4 DNA E£43%tE
23 A7) A 1 DNA == A7) Al 2 DNAO] Adtd A 4 9t}

d Fdde] JojA, 7] HEelel=& dHdeetd(phenylalanine, Phe), AlZ=ElR(cysteine, Cys), =&
o] E(glutamate, Glu), €& (alanine, Ala), =8 Al (glycine, Gly), 3|2=E]d(histidine, His), Z}o]
Al(lysine, Lys), F21(leucine, Leu), EHEH(tryptophan, Trp), ©]&FAl(isoleucine, Ile), HWEW
(methionine, Met), ¥ (valine, Val), X Z%(proline, Pro), Al¥(serine, Ser), Ed 2 (threonine,
Thr), o}2X4(arginine, Arg), o}~32EAF(aspartic acid, Asp), SFEAH(glutamic acid, Glu), o}~z

Z (asparagine, Asn) % o}x3}le}¥ Ak (asparagine acid)ollA] AEEE &) o]AS FEdsls AU 4 Uk, B
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FEfol == 10 /M9 Aldgdetd 2 2 e =54 7] (residue) & X8 4
T4 A% 2 -1 LS ok Z FoJH =Y FZ(well-defined assembly
qow, 7] SFEL A7) g A5 anE BAaAE ATt

A, ) E% BRAE S B 3, 2 FRE 1 WA 3904 HesE sht o)
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=

b

o 1o

o FEdo] lojA, o]Ak3lErAe e B S(turnover number; TON):E= ¢k 500/48 A7+ oA+ 4=
d T4 3 ©o 8 S (turnover number; TON)+= <¢F 500/48 A]7F WA
2000/48 A17kel LB Hejol JojA, o]itsletae "Hen $i= <k 500/48 AZF WA
2000/48 A7+, °F 500/48 A|ZF WA oF 1700/48 A|ZF, <F 500/48 A|ZF WA oF 1500/48 A1ZF, °F 500/48 Al
YA ok 1400/48 A17F, °F 500/48 AlZF WA <k 1100/48 A|ZF, <k 500/48 AlzF WA ek 1000/48 A7,
500/48 Al WA 2F 800/48 AIZE, °F 800/48 AIZF WA °F 2000/48 AlZE, °F 800/48 AlZF WA eF 1700/48
7k, °F 800/48 A|ZF WA °F 1500/48 A7k, °F 800/48 Az WA °F 1400/48 A|ZF, °F 800/48 A7k WA
1100/48 AJZ¥, <k 800/48 A|ZF WA <k 1000/48 A7k, <F 1000/48 A|zF WA 2F 2000/48 A|ZF, <F 1000/48
7+ WA ok 1700/48 A1ZF, °F 1000/48 A1z WA F 1500/48 A|7F, ¢F 1100/48 A17F WA F 2000/48 A7},
1100/48 A1+ W= ok 1700/48 A1ZF, ©F 1100/48 A1z WA °F 1500/48 A1ZF, ©F 1100/48 A|ZF WX
1400/48 A17F, ©F 1400/48 A7+ WA °F 2000/48 A1ZF, °F 1400/48 A1ZF WA ¢k 1700/48 A7 EE
1700/48 A7k U= ¢F 2000/48 A7k A A F ).

fie ri
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18 18 19 > 19 > 10 AN 19 19 ]

ols, Belol tiste] AAelZ ol gate] FH FAMOR AWk, a7 ArdE Bl ofsl % F7] 95
of alAshs A B, ¥ee) Uge] s7] AAalo] FPEE Ae ohi,

[AA4]
1. o3tk a AEE UAE EdA Az
1-1. Rh 5&A 9 ¥4

Rh BgAel 4 AAE 8] B 1= e
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H N-Hydroxysuccinimide

0 H
o N Q
HO _N_ O DCeC NT ol 7<
\g/\o T K - Qo \g/\ jor
1

NH,
_{\(Of y \ | cHachicHel,
HN
/B =N N=
0

O
HN—{;

€Q§ 1/2 (Cp*)Rh-(Cl)2-Rh(Cp*) H’N'{O
_ B - a
P N
O
(e / By oo2
I

N-(tert-F-EA7} 21 Y)-0- (7} 2EE A1 E) 3 == o}l (N-( tert-butoxycarbonyl)-0-(carboxymethyl)
hydroxyl amine)® N-3|=ZA)<2lojul= o 28| Z(N-hydroxysuccinimide ester): A3 =& 'Shine K.
Albert et al., "Janus Nanosheets with Face-Selective Molecular Recognition Properties from DNA-Peptide
Conjugates", Small 2021, 17, 2006110'ell 71A® A= =y vt FAFHATG. Y 3EE 1 (1.17 mmo
DS dEFzade/Z22¥E ZFEE(G al/2 L) 9 1,10-893EZ#-5-0}71(1, 10-phenanthrol ine-5-amine)
0.9 mmole] §Nell HIlsta, A2oA 72 AZF &<k wikslglet. o] %, BAHES AxA7]2, oY ofA g o]
Ed &322 &, &, ¥3} U EF 2 F9 EAZ AT, f714E FAUEF A dx:A7n
AF g FEAA  N-(tert-FFAI7FE2R ) Al ot m=md #dld ) -5-o}v| -1, 10-AFEZFH (N-(tert-
butoxycarbonyl)glycinamidomethylphenyl)-5-amino-1, 10-phenanthroline) 2] ulf AY A (3HgHE )&

s

1H—NMR (300 MHz, DMSO-ds, & (ppm)): 1.44 (s, 9H, CH3), 4.59 (s, 2H, CH;0), 7.76 (dd, 1H), 7.81 (dd,
1), 8.2 (s, 1H), 8.49 (d, 1), 8.61 (d, 1), 9.05 (d, 1H), 9.14 (d, 1H), and 10.45 (s, 1H, NH) (&= 1
=z, 13C—NMR (300 MHz, DMSO-dg): 28.41, 75.76, 81.27, 120.90, 123.36, 124.11, 125.04, 128.42, 131.45,
132.02, 136.39, 144.44, 146.3, 150.02, 150.46, 157.7, and 168.77 (&= 2 FF=x).

10 mLe] ol gkl &3)¥ 0.064 mmol®] 3}et= 25 0.032 mmole] HNetmGA| S =3t ol d
= o] (pentamethylcyclopentadienyl rhodium(II) chloride dimer)®] 20 mL ol&Fg 8

S A2 5 d FoF wsith, SulE HFoA AR F, e ANES 55
E3 p-Ato g AAZIsle] B FEl2 wEa, F3A AXHES ofE oHZRE A F 3]

FEHT.

L

to He |

'H-NVR (300 MHz, DMSO-dg): 1.45 (s, 9H, CH;), 1.75 (s, 15H, Cp*), 4.63 (s, 2H, CH,0), 8.18 (dd, 1H),
8.24 (dd, 1H), 8.56 (s, 1H), 8.92 (d, 1H), 9.04 (d, 1H), 9.33 (d, 1H), 9.45 (d, 1H), 10.65 (s, 1H, NH)

(=3 F=x).
1-2. Rh E3}HA)¢] DNA 7|53}

A7) BEA] 3] DNA 715 ske ] whea) 2@ el

_11_
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HN o—é },,:/‘\’/‘\’/\’/
o

1. CH;CN-1N HCI (1:1,viv)
rt,2h

2. NH,0Ac
t,4h

=23 39 tert-FESAIFIRE(Boc) EEH ofyl IHF2 200 plLe CH,ON/1.0 M HCI(1:1, v/v)eol 5=
(1.0 mg)S gdlste] grRsEHYom, oA 2 AZF 5 B9 (vortex) A AT, ¥ EFEFS IFAA
AzxA713 AAE 2AE Bl AT, @R 5" E3HA 39 Boc (0.2 pmol) FEHAE 0.4 M =5 ofA
Jo]E  &=Fd(pH 4.5)o]4 <Ld3te]=-7]53} DNA(aldehyde-functionalized DNA)EA, DNA1'(5'-[C2
Aldehyde] TTT GGA CTC GCT-3')(0.5 pmol, 300 pL) &Hd H7Mgch. H&A 39 HF T=E 0.02 M2 FH
ssiom, RbE EFES ARddA 3 AZE 30 B Bt BEIYAZT. V] vhgA 29 HEFA 424 BTAHE
DNA1'-*H& % Rh E3H(DNA1'-Rh)E Zgoladoln= A A7]9 %5 (polyacrylamide gel electrophoresis;
PAGE, 20%)°l 2l&) AAEom, of7]4 DNA Wl=i= SYBR 4] ¢ o = 7pAl3lE| i, DNAL' o H]8l DNA1'-Rh
of a7 9F o)A HA 39 AFAA DNA A vebdch. AAE 53A 4% 260 nmell A DNAS]
54 MEE Yedle W-vis 55 23 es SASENeH (2 4b Fx), LT EZ(MALDI-TOF) +344& &
ate DNA e 712 Fssith. (A4 A3 = 4378.35 g/mol, expt. 23 = 4379.25 g/mol) (X 4c F=E).

N W

=,

1-3. FDHS] DNA 7|53}

ZEAY 95424 E 938 7uAd sAlomd 3-(2-9 Y9 E 9 )Z 23 9 o] E(succinimidyl 3-(2-
pyridyldithio)propionate; SPDP)<= Al-&3le] E]2 W3 % DNAZA], DNAL'(5'-[Thiol] TTT GGA CTC GCT-3') %
DNA2' (5'-[Thiol] TIT AAT GAC GAT-3")= 7]538t=Htt. 50 ple 1xXASFTAAF S A(pH 8.0)&
PBS(0.2 M, pH 7.0)¢] 3U FDH 50 pLell H7}star, Hx=e] vlojdoA 0.1 mg® SPDPE 20 uple HdZF tlo|uE
AZAlo] = (dimethyl sulfoxide; DMSO)ol &dfA]Ztl. SPDP 2% £ 5 plL& FDH &9 100 uplel #H7bska
Aol A 2 AlZE FF Qo] st o]ojA], RNk EFE-S 5 kDao] wAF FH e HE|(molecular weight
cut-off filter; MWCO)ZE %713l 7,000 rpmoll A 5 & FoF Y4l ste] 352l SPDPE A A5 th. 1 <XPBS(pH
8.0)8 HF3to 7] daE 5 3] W),

400 pMe] E]&3t€ DNA 30 uLE #H7bsted #HE F3 9 DNA 5%7F 2+2F 100 pL 2 100 pMQl &&=
shalth, A7 EFES A vl Aol dg &, 7,000 rpmell Al 10 kDa MWCO Ze> JE|Z 8
| AE ofFele] HIEA G DNAE AAYCE. 47 AAE oF 7 3 &3, 54355 3 AEES Eo
WA, 260 nmell A DNA9] 54 A<l &4 ~HE- (% 5a ¥ & 5b) 2 10% =EAFAGEF Zejofa o}
nlol= Al A7) % (sodium dodecyl sulfate polyacrylamide gel electrophoresis; SDS-PAGE)elA] DNA 7]% 3+
W aExY 7AE M7 4% olFE(E 5c 2 E 5d)E AT AES yekin.

1-4. DNA1-HElo]=-DNA2 45 EZ AAe &4

DNA1-ZElo] =-DNA2 A= Aa =+ 'Shine K. Albert et al., "Janus Nanosheets with Face-Selective
Molecular Recognition Properties from DNA-Peptide Conjugates", Small 2021, 17, 2006110'el] 7% A%
o uwhel A E ATk, DNAL(S'-[C8-Alkyne-dT]1[Cl2-spacer] AGC GAG TCC [FAM]-3') 2 DNA2(5'- [C6 Amine]
ATC GIC ATT [Cyanine 3]-3')2 olml= AZHYo| olo] A T8 Zu] &8 ¥-S(a solid-phase copper-
catalyzed click reaction; CufAC)S &3l FEfel= 7iete] 7 woboA HIHST. WA, o A= Lot Hdd
ghdo]l F -3k #Elo] = (6-azido-hexanoyl-Phe-Phe-Phe-Phe-Phe-Phe-Phe-Phe-Phe-Phe-Glu-0H) & <7191 753}
# DNAel AZZ. o] dAES &l Cu(DBr 5 pmold EA[(1-#12-10-1,2,3-Eg]o}E-4-yl)vE o}
(tris[(1-benzyl-1H-1,2,3-triazol-4-y1)methylJamine; TBTA) 5 pmolS M=E AZF% DMSO/tert-F&r2(3:1)
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FolEo| HEg Ry, o] F, Cu(I)Br(BO pL)3} TBTA(25 pL)E 5 nl ZgtxFoA E3sta, 728 A
gl 3

A7) Y8 3 W FA-BIZ-s% Alo]FS s, Aold 7% 2] (controlled pore glass; CPG) H]=
o] y2g 247}el-7]53+E DNA(DNAL) <} /\Hi 7Y HEZso|=2F e (tetrahydrofuran; THF)ol AEE 1 u
mole] o}zto]l=-7]53E HElo] = (azide-functionalized peptide) 200 mL= o] &No| H7lsta, 48 A7k =
QF 60Tl AZH WS AP, o]F, (PG B =E THFZ Al 3te] mukg e =5 A A Aa n]xg
Sloll AZAIZ 3, 55Tl 5 AlZF Bt oo} ﬁou(zg% 1 mL)ollA DNA @R35S $=33c}. (PG v =
Hapar, &g e wpoldel] WA WX|ete] R olE A AT

1
1-5. DNA 1-FElo]=-DNA 2 %5 B2 FHELA A DNA U=AENS)Y A7 =¥

DNA NS&= 38 = 'Shine K. Albert et al., "Janus Nanosheets with Face-Selective Molecular
Recognition Properties from DNA-Peptide Conjugates", Small 2021, 17, 2006110'el 7]1Aj¥ A=z Wl ukg)
DNAT-1E}o] =-DNA2 A Aol A 2H7] Z2HEJTH (2 7 FZ). DNAI-FEo] =-DNA2 415 25 HEA (10 u)=
0.3 M PBS ¢k5 M (pH 7.4)ell ¥ F, 1 & 5 B8t A-2oA 24 A|zE 53t A5fFulo] d3st3iTt.

1-6. DNA YA Ed A Rh B¢ 2 FDHY A3}

DNAI-JE}O] =-DNA2 45 &5 IS5 A A, dlddelde] 53 felel=9] =2 Wk 27
o] 2 7}e] thE DNA 7b=ro ZA DNAL 2 DNA2E Yol ofr~d UwAEE A, 2414
A 1|7 (transmission electron microscopy; TEM) @ 3 dn|AS Edto] &l 4= 9]
o2 AL Ay Ywgx} Fato] o) glx gl

Rh 3] ]9Jr FDHE 971449 5ol DNA £A43E 53l 4 /19 thE FA 2= DNA NSol| angsh=o] Suf 240
o —‘jr | S 2 mae) agst 9 w3t 240 a3ke ARG (= 9 ). NS1 3 NS2E o] wpodd
o A& NS & (DNAI-FEFO] =-DNA2 5 %=: 0.12 mM)o] DNA1'-Rh(0.1 mM) X+ DNA2'-FDH(1U)E F7}38le] 4]

3ttt 7] fAES 35TCoAA 5 & B X8t v Ao HHES] WAzl 3 4,000 rpmolA] 3
=ol PYABg sl EASH A ¢FS DNA2'-FDH 2 DNAL'-RhE AASGT. 9488 & AABRES £33

o

_‘1

o
100 uLe] 0.3 M PBS €hz-ofell AjEAtAIZAvk. DNA2'-FDH(1U) 3 DNAL'-Rh(4)(0.1 m)E 100 uL NS &9(0.3 N
PBS % 0.12 mDol A7kste] HgbAl 4 % wlthz wWol 1R FDIE 2HE NS3E AlEsheivh. DNAL'-FDH(IUD)SH
BEEA] 401 MDE NS £9(0.2 mol A7hele] FAF wol BaHA 4 2 FDHE 2 N4 AZFAT. £
2 NS1 2 NS2e] AL88 A 5 A AAHS FP319 ).
2. 4%
2-1. 3}3H4 NADH A4

35
A
NADHS] BhehH A AedlA, 28 A a7k FHE 3l A el by fEl(pH = 7.00004 B

A 35 ul), TEAFEFE(1.0 M) 2 NAD'(0.5 mM) = =Y. NADH A A2 340 nmol|l Al FFEE 543}

fijt
W

BUEYEATHe = 6220 W en ). RE AFE 3 3 S0 wE WA dolHE HFgtow TAHA
=

2-2. ¥3stA NADH A4

NADH-"J OEH:] 4?_] Jé}@rzﬂz% ]H/Kgo /\6:] Z}M '71:1]—7]7]_ };‘454 3 mL )HOd moﬂ/q _/]:z‘sgg]gdu} 0.5 mM-°4 NAD+ 5
uMe] o221 Y(eosin Y; EY), ¥ 1.5 Mo Egodoldl(triethylamine; TEOA)S <12t k=M (pH = 7.0)9
go] Ealxy 3 = NS3(5 pul)E AFstn Ao 420 nm AOZ HEE A}L3Fe] &MS ALt NADH
Q8L 340 nmol A o] FF el wel ZUEHHH

2-3. FZw €O, &4
FE) €0, B 0, FA7INAM 28 A7) wir)7h G2 3 ml FEv) wkE7lol A FDHE AHEsted 89l

. A 33 FDHE YHSA NDH A L 0.0 EENG Aol ASHUG. g §AE NG 93
B

(pH = 7.0)0) 234 3(5 uM), NAD' (0.1 mM), EY(2 mM), TEOA(400 mM) % FDH(1)E EFH&ch. &2 420 mn
bk e ok 7 1SUNeA okl Ali=(Are Xe) FEZE ARE8he] A&olA 48 A17E &b ARSI, 3 AlRtviet
Bhg7loll A WES 3]sl ofatkstar, HPLCO F]i8ke] 16.4 &) Al AZolA daE 7Eew E54e A4
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[0090]

[0091]

[0092]

Fakatglth. e 2o TEAEF tistel A4E AU AHgste]l TEAS B

3. A%

3-1. 38 9 F3}3 NADH A4

NADH AJA& % ool A EEA HEFS AMEste] NSI B A 534 3(free complex 3)E ©]&3te] 4
A At NS13 BgA 3& 2T NAD @A NADHE O] A9 ¢hdd] dehe denigdtt (£ 10 2 % 11 #2).
gl NS1S o] &3 A % 40 pM/hEA, $Y§ Rh 234 FxdA 23A 3% o]sm A A4 (143

pM/h) Rk gk}, ol nAE Hujrh nAEA @

> Fujnd =¥ g ke yehdns Feo A 4
o} dAske, Rh HFA 7L AR NSl g H] Aee SN

YHSA NADH A A8 NAD, ABAEA B, 84 A4 g A=A T i Aeel A e A
SFolelA NS EE AG BEA 38 ALgste] FaAHTh N1 B B 38 2 A7

o
o
NADH®] &2 Z}7} oF 36%<F 65%%th (= 12 ¥ = 13 =), NS1S o] &g A =+ 0.12 pM/h=2A, F
&9 =

A 38 ol &R AN FE(0.25 WhuT Rkom, 1A Fuje] P9 e - A Ay SE8 7
e 0G5 Aok,

3-2. ZvlZ NADH A4 81 &4-% C0, &4

FEmA 0, AL 0, EH7INA FDHE ol&ste] FaAEUom, R FujE AMES NADH FAA
A= ek, (1) NSI/FDH, (2) gl 3/NS2, (3) NS3, (4) NS4 2 (5) HgHA| 3/FDHY] 5 7He] tf& %ol
NAD', EY % TEOAS} 37 A} 2ith.

T UE Fxste] Awabd, (1) NSI/FDHOlA 7FE He ¥ B4 84S d%ow, (1) NSI/FDH, (3) NS3,
(2) HFA 3/NS2, (4) NS4, 2 (5) HFA] 3/FDHO] A& F&o] At

€0, A2-& 93l NSI/FDHE 2 YW F(turnover number, TON) B 7]

2=
2
e
ol
IH

71 F+Z2A (metal-

FEv) Al=Ele] TONR

H
r—{m
Y
IS

organic frameworks), & 7] TFZA(covalent organic frameworks) ¥+

1

A4 NS3o) gt vlastel NSI/FDHS] o] © 7] uebkor], o]t w120 ibehd mish o,
o)F Azgel Hal FA Axge § e wE 948 W a4yl durdel Yo 43 otk v A
Eol AW FDHE 2AHA Qe FDHSH Wlwste] Fa® Ful T&S uEhlon, ot wgd Rael Wyo
2 A% J1dS] vSeld AY R EARe B ANE YAADE AL S Ik R /P st
B3A 3/NS29l e WS, W wd AolA vhe g

Aol FA4 7] wWiol FDHel <]g Rh Ewje] nj&Ags} 7haz dAwd 4 Aok, 18y, %@Liﬂ 3/NS29] uk-g-
/g NSI/FDHRFE 4] edon 2, Rh 5349l ago] FDHe] ARt B & &A= 9l

wtfZe wol Rh =gk 9F FDHZF 9l& NS3¢F 28 wol Rh %?‘%xﬂg} FDH7} ¢l NS4Z w]alab, NS3& Ns4xth
44 9 E2 2 J)zo= 48 A7re] NS3 2 NS4l thabe],

r
OO
o_>L
tlo
i
O,
a9}
uj
)
l\/o
i)
to
=
&
3
S
=
=
=
D
il ﬂl

& Ao vl el - EdE dshy] S8 & etk NSd= 7] 5 3
= Holou, 48 At e HF XA sES 5904 3/FDH Boh 52 s A%
Z 2 FHel o L3 EE 9A ez Qs weEel oF Rh T4 dotd gl
Stout, whe Ajgbe]l Aol whEl Rh HHA]l S/ FDHE] SEgAde] NSell s st o e
M=ol vk p&ol S7kshe Zle #ANE = A

oty Rh =A ek FDHO] wel7h ANbAQl S 2= A &
agsh= A = Rh 594 R OFDH B

A Co, & W (= 14 Fx)olM Fvl aE&S A FEATIARE

I
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AT, olel@ Avbs tha Wkl selshs Hule] 3HH 248k F4S UEd,

3-3. NADH A4 & C0o, 8¢ "wAVE

=
w2
w
2
=
o
)
=l
=
d
et
i_v,‘
S
o9
]
fon ]
2
Lo
ok
=
5
jom ]
og
2
ox
S
e
ulid
12
2
ox
oX
=)
A
i
f
rlo
ol
ol
N
&
olo
1>

1 302 Yehhd

TEOA

EY*

Photocatalysis

Enzymatic reaction -

NADH A wWkS-o A Fod7lgl Z7A(EY+)E= 2 /1Y HAE Adste] Rh(ID)-H & AFsly, o] NADHE A

e Sla) NAD 2 FastE A9 wedit, 84 Az ToIAQ TEAE AshE EYol AAE st BV
AAYAIZIY. NADHE= NADH Atste} @44 (0, d3ko] FAlo] dojipi= DNA UxAES & Hoz FHEY,

o

DV Al E0] AElq ngstE B g5 MSoRNH ih wee] Bt geu

5 = o=
3 Eao] 48710 SI% Rh Evhel bE W BHSE GRAA, Ry /W W QF 00, Adtel] s

FES & arh,
1. AE
NADH A4} 0, Age] BF wgol Uid F Euhe] 1A 2% HAE 2AEY] s oFrs@ DNA vheA

Eo] DNA W ¥ Rh A9} FOHE 4 719 b2 =3 (NS9 Rh EEA(NS1), NS FDH(NS2), NSe| uhtjZ o
21 Rh H&A9} FDH(NS3), NS9O 72 Wl 9li= FDHO} Rh HFA(NS4)) S FA T, TA A 242 Rh 53A
o} NS1(Rh HEFAZ 1AHH NS)

H
sl W &wh i

I

Zb7} NAD'S NADHE S8ld 2 gEletdom AaT 5 AN, wAs]
2g& SRlshaltt. NADH A8 €0, dshe] Adte v w :

< FDHSF ZAdE NSI& NAD £ 71592 1,360 TONS YEeERRSle™, o] Rh 7|4t F=v)/ak A A2ES
AFR3E L2 Akl el e AFeA Bud 3k F 4 =8 ot
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414036
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EH5
a
1.0 1.0
] 02 ——FDH g 08 ——FDH
€06 ——DNAZ2'-FDH €06 ——DNA1'-FDH
o
304 204
E <
0.2 0.2
0.0 0.0
200 300 400 500 200 300 400 500
Wavelength (nm) d Wavelength (nm)
c
250 kD 250 kD
50 kD
37kD e
ZH6
EH7
DNA1 o 'i{ DNA2
13 l
AN O-OEOEOEOEEOEE) L ANN
3’ (FAM)CCT GAG CGA &’ 5'ATC GTCATT (Cy3) 3

Self-assembly

DNA 2 face

Dual addressable Janus nanosheet
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Rh catalyst £ ¢

NS1

NS4

@ , (b)

a A
0.4+ / A ~~ N$1

o
)
L
L
N\

[NADH] (mM)
.
g
\
Absorbance (AU)

TN
"
N

R~

0 120 240 360 480 600 720 200 250 300 350 400 450 500 550 600 650 700
Time (min) Wavelength (nm)

EH]I

3.25 NADH

3.00
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] L] 1 L) ;
200 250 300 350 400 450 500 550 600 650 700
Wavelength (nm)
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