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Synthesis and Virus Capture of Self-Propelled Protein Microtube Motors by Bubble
Jetting of Enzyme Reaction

KOMATSU, Teruyuki
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We have synthesized microtube (MT) motors with a cylindrical hollow
structure consisting of proteins. The MT with catalase on the inner surface was self-propelled by
jetting oxygen bubbles generated by the disproportionation of hydrogen peroxide. The MT with urease
interior surface was self-propelled by ejection of the product generated by the decomposition of
urea. Furthermore, the MT motors coated with concanavalin A captured Escherichia coli. The MT motors

coated with a -glucosidase acted as a self-stirring catalyst. The MT motor coated with fetuin
captured efficiently the spike protein of influenza virus. In addition, the self-propelling velocity
of MT coated with gold nanoparticles increased by light irradiation.
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1. AR S HI DT &

KETHETDIVA7a~TITIVOERRIZE B BEESTND, KR eV H—iEED~ A2
0T 2—7 (MT) E—%—(%, WL EBE A RO T X TUTHEREZ [ 5 TE D720 Bk 2 225 3
FEEN TS, o T~ v RIREMEZR RO E L CORIASC, 1RIFEZWTEIN &8/
TN A~DEIENATRE L 2 0UE, T4 TV A T RACREREFEZ2 LT HDOEEZD
na,

Schmidt SIS Ag HIED L@ A8 MT 20— /L7 v 7 HETHER L (B 4 um, E& 100 um) .
TR /K FE (H00) KIS CRNWILS KR AN L RO EHET HZ L% R L7 (4dv. Mater.
2008, 20, 4085) , Wang HIXZ LAY 71— 31— (PC) A4 W N B A IEICED . WIS Pt &
AyF LAY =V MT 24 AL (AR 2 pm, BE 8 um) , ZNFEILL HoOp KRR CH ET DS
EEBADDNILT (. Am. Chem. Soc. 2011, 133, 11862), Pt X° Ag FEIZIW T H,0, DAREHELUE
(2H20; — 2H,0 + Op) EEZY  HAEL T 0 DRI (FA 7137 )L ) D3R b 12 B i
ENDI=  Fa—T IR T N HEE 12155, ZNHDOFZE 222k LT, <D MT &—4% —0\E
EAL, EAROME., KOE(L, BIRELE, B TR EORREME DN RENTZ, AT AT 4 H
JVREI TSNS MT & —4—I%, EEEavEcENn , ABEM T CREIEB LT IR b
VY, FIRD I HoO, DI FRIZED Op ST NS CEIK F 2— 7 OFBENITITN T Pt Ag 72
EOMREARIL R N 70D, L, S REFEE S T MT 130 EE RT3, 2O FETITAENR
FIRITLHAAEREFHBEEL, Pt F 2RI 1 (PINP) 1ZHDFEE DL VA AT 5280, &, b
HER 77 EL COMEANTED IV TS, 2017 4, HFZEARFZITIAFLIC PINP 238 AL MT 24K
L (OME:1.2 pm, B&:24 um) , £ Ho0, IBEITIKAFL CHET D22 WA LT (Chem. Eur J.
2017, 21,5044) , LinL., EEHEOHNGRD MT T—4—1%, BN RO HIBI3 2057,

2. BFFEDE WY

AWFTEIL, SN A AFSE IR SR IRNAE AR RGBT LW REICED  EEEO LD
IRBHHRZE A —REED MT B—F—% 5L, T KHP CRHETHIBIREAI LN THI L% H
HIELT=, O, 0 COp ZRAETHMHE [ HHFT—F (H,0, OREHET 0, FAE)  vL T —EB (RFEDS
fifC NH; & CO, 2%642) 12 NALEHICH T5EA- MT ©—%—I%, KT THEEREZRETHIEN
DT, a7 7 —EB THILORINDT=D ., BWEEEEZRTEEZLND, EHIZ, Fa—T Dk
FEHNAR 2 IRBEREE 2y T AL E 32281280, KIBESSTANVAE QB SO, BEE RGO
T RSN LA T 2 W HER T MT B — 4 — L TR T 522 AL L= (K 1),

a AuNP a a ConA a
= =

Cat1 MT AuNP/Cat MT Cat2 MT ConA/Cat MT
—_—
Ure MT aGD/Cat MT

1. EHEMNSHEIHREI I —EBEDI(/AF1—T

3. FFRDOFE
() BEF—PEHABIZE T~ A7uFo—T D& kL B BRSO

F9 ZAMRY D —R R =k (PC) I (FLEE1.2 pm) Z W= $5 RN A B VEIC L, FAR B L
RAHEABMTE AL (K2), RY-L-7/LF =2 (PLA) KIBIK L MLIE 7 /L7 32 (HSA) KIRiE %
PCHEICAZ H @i S (F7.5[0]) | % IZRV-L-Z7 V231 (PLG) . TE D (Avi) W 5 S8 72 G
17JE##E1E) . DN PCHEZDMEFHIZIRIE T DL, 7 7L — D B3 BRI (VAR L IR D3 5% 5 D
T, TN A 52 L TLlayer-by-Layert#i& > (PLA/HSA) 7PLA/PLG/Avi MT (Avil MT) % Bi#
LTz, Fa—7 OHEBIZLTE T B8 (SEM, TEM) Z W\ TiT o7, IRIZ, ZOF 2—7 Dk453 8
RIZEFF AL B ZF5—F (bCat) ZINZ . NEIZHZF—F (Cat) ZFES L GRIKNA AAGfEEE) . B
1D (PLA/HSA),PLA/PLG/Avi/bCat MT (Catl MT) Z137= (XI2), R DT 2 —7 ZHH N H
FEBEOHRTERTDE, T 7L — REOBICEEETFENELAL FLTLEIZD, CatDE AT
T e FFUAEA AR L,

Catl MTOV > EEFEFET K 5y 8GR (pH 7.0) 125 Wt% HaOo/KIETRZ I 5, HoOoD ARYHE UGS
ARETEID, F2—T OEREPLONNTIPREH LT, T2—T BAETHEHE 1T, NAAE—FR
71 A7 (HAS-220) &35 35 U7 BISE A G 2 BRI EE (OLYMPUS, IX73) 3 AT L% W THEIZRL ., A A&
ErRHLE,



Dy 12pm

ooo - a> o - @ e o= - @ a-a =
MNP
—> —_—

PC template

) - a» o
i l . . Dissolution oftemplate . l
e

Freeze drying

Avi1 MT

PLG
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QLT —BEBENBIZET A ~A7uF 2—7 DERE B ERB O

2- (1) L[ERE/R F 1T, Avil MTEE A F Ak L7 —F (bUre) & VT, B2 L7 —F (Ure)
%445 (PLA/HSA) ;PLA/PLG/Avi/bUre MT (Ure MT) &% L7z, F=2—7 OIEHEIITEMBIZZ THH
HMZLTE, Ure MTO K3 BURIZIR B ZUINT 5 E (100 mM) | Urea+Hy0 — 2NH3+ CO2 M DAY
WNHALEE CTEZY, F2—7 ORIEIHNH;ECOMME H LT,

@) HNFEEEIL I TNV A THB LA IaTF 2—T7F—F—DORGHEIRERDOHYT

ZALME PC B (FLA%: 1.2 um) 1T PLA, HSA, E&{b&k T 7ki7- (MNP) ., PLG, Avi O/KIEHEZNEIZiE
WS FFLNIC 16 BREOMEIEATER LT, 5517= PC 5% DMF CiafiEts ., B iz
PLA/HSA/MNP (PLA/HSA) sPLA/PLG/Avi MT (Avi2 MT) %4572, ZDOF =—7 D KAERIZ bCat Z 1
Z\ BMJBIZ Cat #7445 PLA/HSA/MNP (PLA/HSA) sPLA/PLG/Avi/bCat MT (Cat2 MT) ZFHHIL 7=,
BT, FD MT #2717 /30 A(ConA) KIEIRIZIRIEL . #M 3 1Hi 12 ConA, NFLFKEIZ Cat Z2H 7
) ConA/PLA/HSA/MNP (PLA/HSA) sPLA/PLG/Avi/bCat MT (ConA/Cat2 MT) Z457-, ConA/Cat2 MT %
2 wit% H,O0, KIS CHAESH, ffad b E BERBLRIGE (F-E. coli) ZIRINLT-, 15 73th . XA
P AEAERWTMT ZBREL, EIFOEN AT MVRIEND F-E. coli DFEAFFRER ML, —h .
[BIUX L7z F-E. coli #5A& MT S35 8RIZ D-(4) -~ /— A& NN A, R4 LA TMT 28D 7-% ., EiE
DO HART NV ERIE L. F-E. coli DfRBERZEH L,
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2-(3) THBLL 7= Cat2 MT % a-7 /L% —F (aGD) /KIFHRIZIRIEL . #MEHIIZ aGD, PNFLFEHEIC
Cat % # 32 oGD/PLA/HSA/MNP (PLA/HSA ) sPLA/PLG/Avi/bCat MT (aGD/Cat2 MT) % 157-,
aGD/Cat2 MT DK BikIZHE L72% 4-methylumbelliferyl-a-D- glucopyran051de (MUGIe) iR &
N Hy0p KIS EMZ BERIE (0-14- 7 Va3 RSO MK D) (X0 AEk 45 4-
methylumbelliferone (MU) Dz Y AT RV% 50 57 HIE L 72 (Aex/hem = 370/447 nm) ,

G)NERE T =F 2 L THBLI -~ A0 F 22— T B —F— DAV AE D EEEROMENT

2-(4) LRARZ2 FIEICKY A FRHIAZ T =F 212 (Fet) THE LT~ Fet/PLA/HSA/MNP (PLA/HSA) 5
PLA/PLG/Avi/bCat MT (Fet/Cat2 MT) Z& kL7, Fet/Cat2 MT % 2 wt% H,0, /KIFiE T CHESH,
NI NF =2 (HA) ZIRINLTZ, 15 0t . 34T MMisgA % FAWT MT ZBREL, _EiED ELISA HIE
(HA ELISA Kit) 75 HA OFEFRAE H LI,

B)NETELET R FTHBE L -~(uF a—T B—F—DR BEIC LD H EFHE DOHIH

2-(1) THRKLT= Catl MT % AuNP /Ko BURIZIRIEL . #A R AuNP, WALEHEIZ Cat 695
AuNP(PLA/HSA) sPLA/PLG/Avi/bCat MT (AuNP/Catl MT) Z4537=, MT #}3[#i/S AuNP THEI N
TWAZEIE TEM BIER CHEZR L 7=, JElRET OKERZ 7, OLYMPUS ‘& t37—2=vh: U-FGW, Ay
530~550 nm, Aem: 575 nm, JEIRE 0—193 mW/em?) 24TV 225 MT 28 B &5k a8 22 LT,

4. AFZERR
(D HE7—EERNE _ﬁﬁ‘é'w(ﬂu?’-;—?‘@AEEk H EBROfEHT
BJEMBEOMAET LU TRERZ I OIUE, ARSI EN . MT & —X—Z2 R T&%, Cat (3 Pt

ERIC Hy0, R¥MLEER A T DBE# ThDH, SEM %ﬁ?&:ﬁ% Hhzes Yo 2 —HEED Avil MT O A
AL (X 3A,B) , #ME(1.16 £ 0.05 pm) . X (23.7+0.7 pm) 13, L2 PC IEOFLEE, IHELIETE —EK
L7, &REEIX 146 £8nm ThH-o7z, Catl MT & TEM BZ20°5, bCat BfEAL ThH 2L ) & — ik

'ﬂt IR e b o7, BFREEIX 298 nm THY , /KIFK PICBIT 6K 8 DIEALOFHEEDO A F
é: ﬁzw_(l 30),

6N T=Catl MTDOY U FEAEE K 53 #0K (pH 7.0) IZH 0K IE IR ZIRINT5& (5 wi%) | SN JE D Cat

ﬁtzozwriﬁ{tﬁm%ﬁEﬁib O NTIVINFEA LT, /NS5 iikiﬂ”%ﬁﬁ FEBADE R S, Fa—

TV ENCETEEL 7= (3D, B AW 71 + 20 pm/s) . ﬁréw\ (2 AR BIR OpH IREEEEZ S
& MTO A EREE 1T CatDBEFRTE I RFHL TZEL LTz (KI3E), B (120 + 23 pm/s) [ZCatd=E
pH (7.0) . iR (37°C) THIMIS L=,



B EE OS2 HCatl MTOEBE TR MR BWTEZE-> TR 5720 (K3D) , —
WIENFLZERM BT D037 VDA, BE), B OZ A7 2% 3 IR T 52N TET-, IHIT,
Catl MTIZ7 07 7 —8 (T FRIK G iEEESR) TR LS., BWAESEEH 75280
nole,

(B)

W : Velocity W : Velocity
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e e 120 4
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w2/ A0 300 teo 3 3 80 £
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g lw© ¢ L0 S
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pH Temperature (°C)

X 3. (A.B)Avil MTODSEM{&, (C)Catl MTODTEM{Z, (D) Catl MTH5 wt% H,0.KRE P CTHET BT (FE
El:BEAMD). (E)Catl MTO HEEELPHS SFWEE LD,

QLT —BEBENBIIAE T ~Ar/uF 2—7 DERE H ERBOMENT

Ure OEERCEZENIRELIZHTLL MT &—4%—% 8 LT-, Ure I3RBORBIG RE —
NH; (aq) + CO; (aq) ) Zfih i~ A% T D, WFLEEIZ Ure 2 L7 MT (EA: 1.2 pm, £X:24 um)
ZPRFEKAH (100 mM) FHZANDE, Fa—T 3R IE R ETHZEKPoKDERAELZ (2.7 £0.2
um/s) , F =2 —7 N CIRRS IV SOG4 A (NH; & CO,) 23 12/ L COMIIR FICHE BT AR
NERIE DN AE L . Bl S HEE a5 25, 2D T V7 ) —HEERAE 13 H0, 235 b H-9°  VRITR
MICRIEZEERELRWO T, ARt BV, ENLIEH OJRFREITIEE 2~7mM, JRHT
135 100~450 mM T D, JREABREIETD Ure AT LiE, NAF AT 4 H/L58I8 CH AT RE7e B
FEHIBEEN = P LU THIFFC& D, AESRMICHIRIIH DL DD | ARy F 2 e T 5 —4—I
ST RETO B HENE, SN EREEIEE VT, Fa— 7 OEBENIC R DB H A RE S fE
HNZHLAGADIE, TN a—ARLHE TR EI ¢ 2~ A/ T 2 — T HBETEHLEE LD,

Q) s FHEEZIL BTNV A THB LI~ A/nF a—TB—F —DKGE R ERE DT

ConA | D-v> /—A D-Z)Va—RALRERIFEL T DL 7T Thd, KIGERImIZHDHIRLHE
LHREETHIEN NS TS, HMFKH% ConA THIFELT- ConA/Cat2 MT E—4—% & kL., =D
KIS EHHEREA IS MZ LT, ConA/Cat2 MT @ TEM #1275, ConA M HEA L ThHzes Vo & —HE
AT ED3 o T2, ConA/Cat2 MT 1L 2 wt% HoOp KK 1 CE IS 0y /37 L2 0E H
L7emb A EL (X 4A, B A 60 £ 13 pm/s) , £~ F-E. coli DREIRZMNZ . 15 75tk EiFO
ATV ERIE T HE, IR EIE 20%E TR LIz (X 4C), — 7, WHLFE % PLG (ZEH#LL
7= AELZ MT (ConA/PLG MT) CRICEERZIT-72LZ2A, E.coli DFEATHRIL 94% Th-oT=, BAE
9% ConA/Cat2 MT WA E I KRIGEZ N RIAHIEL TOHDIERI LN L2 -7= (X 4B), F7-, F-
E. coli ZHHE L7z MT 3 HRIZ D- () -~ ) — A& RINT DL, 78%D F-E. Coli ¥ MT OfREET 5
ZED ot
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4. (A)ConA/Cat2 MTAS2 wth H,0,/KiZRHPTHET HHF (FREE: BEAM). (B)ConA/Cat2 MTAF-E
coli ZYHIRLIzAA—C R, (C)BMTEF-E. coli ZRELIZBDF-E coli DF%TFE. (D)aGD/Cat2 MTEMUGIC
#RALE-ZOMUERY) BEDORMZEL,

Residual rate of F-E. coli (%)
Concentration of MU (uM)
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oGD 1IHED 0-1,4-7 V2L RiEGENKS RS DS Th D, Sh R H%Z oGD T LT- aGD/Cat2
MT E—F—%5L, Z0 A CIREREAE A T AL U THEET A2 &2 BN LTz, aGD/Cat2
MT @ TEM Bl227°5, oGD AL Th 22 o 2 — RG22 kI Z 722 D3 - 7~ aGD/Cat2
MT % 2 wt% HoO0a KIS T 05 Oy N7 NV EME UG B AL (H AEFE 68 + 15 pm/s) .
aGD KIEHRIZ MUGIe 21255, 15 53112 MU JR 1T 49 uM IZEEL , 2 wt% HoOn KA 1 CH %
FIEPEZAHZEZMEFELT- (K 4D) , AW &2, HAET S aGD/Cat2 MT K3 HE HCHEEE X
JSIEHETTL . 50 53 1%D MU JREEIL 31 uM £ T E5- L7, —J7, BELZY aoGD/PLG MT 7K 43 Bk H
T NI AT AT T AT AS—F—F% AWV THRBR LR RICUK G To720, MU IREORINT 7
puM (ZEEFE o7, aGD/PLG MT 2MEHRF 12 AL MT #AE 7D aGD MNEHRIZEVEMEL 2B 25
N5, aGD/Cat2 MT 23 H CIBHRREA R S L U CHERE T A2 L AL o7, A7y RV AT
— )L DB/ N RN TG EEET DDA 2N TH D, aGD/Cat2 MT K43 B 1 OSSR E DS aGD
IKIAIE I ~GEL  BUGERDY 60% R £AFEH ELCIE, G) BUSH AR —FRTHHZE, (i) AR
FEA LTz aGD D ZKFRMNZ BN TOBTEES A RO AN T E L TODIERE N E 2 HID,

G)AETmE T = F 2L THEBLI-vA70F 2a— T E—F— DA )VAE QB RERDOMENT

Fet (33 7 af & APEHA ATV T AE THY, A 7NV ULV ADEEE AE THD
HA LhsE9 %, 4 Eif% Fet THAELT- Fet/Cat2 MT E—X—% 5L, 0 HA flitEEZ AL
L72, Fet/Cat2 MT & H 0, KR T Oy N7 NV EMEH LR B AL (HAERE 166+ 17 um/s) , <
o~ HA #x., 15 3% 35D ELISA JIEZ1THE, HA IBEIL 8% E Tl Lz, —J7, BELZ
VY MT (Fet/PLG MT) TlRIUEBRAZTT 72224, HA DFEAERIT 97% Tdh -7, H A&7 5 Fet/Cat2 MT
DAETENT HA IR IR L CWBZERAB IR o72, A TN P A )V ADOFERIE L TD
ISP CED,

(6)NEmEET T B L -~ 7uF 2—T B—F—DONBHFIC L5 B EHE D

SR HIE (O8) T MT B—2— 0Ol E 2R N TR, IEHAFAIISOIZIANDLDEE 2
535, AuNP/Catl MT @ TEM #2005, MT O K E DY AuNP CTH— 2B b WA ZEEHAL)
1ZL72 (X 5A,B), AuNP/Catl MT % H,0, KIEIH FCTHREGDD Oy NTVEEH LR H AL (B
AL 53 £ 12 pm/s) . TSR T2 A EREIT EHL, A 139 mW/em? DEXITHR K (92
+ 11 pm/s) (IZEELT= (4 5C,D)  4- (1) TR ~72L9IT Catl MT @ H AL Cat ORI (37°C)
[T Tl R E72%, AuNP OYEEV A I MT NOIREA EF-L, SEHEE 139 mW/em?2 D2 L
BEMN Cat OEWIR /-T2 B 2 OND, HRERE T I AEEMBEALBAD70 ML TL
7oo KIZED MT =4 —0 AERE LT ha— LTI ENFREE /2T,

© 139 mW/cm? (D)

Velocity Temp
120~ = : Cat2 MT 40
mmm  —o— : AuNP/Cat MT

Velocity (um/s)
Temperature (°C)

bCat I ] AuNP
37C 27°C
@E i&% 0 50 85 102 139 193

Optical Intensity (mW/cm?2)

5. (A, B)AuNP/Catl MTDTEM{&. (C)AuNP/Catl MTIZHEBH I I2ENAREDERENEFREETLER
L.CatDEHRFMUIE KT I/ A—T K, (D) F5RELAUNP/Catl MTO BEEEH LU KEDER,

M THRONTZ R REMDELD | FEHR
KIS CTHETIEHE MT E—F—04 R nanomreass —= | BRIRGER s =
CHEBEF IR T 2 K b A e L T E T, TN T
KR ZFELDTFH L DI, Cover Image
WZERIRENT=H DD 3 1 (ACS Appl. Nano
Mater. 2018, 1, 3080, ACS Appl. Nano Mater.
2019, 2, 4891, Chem. Lett. 2020, 49, 1245
(Highlight Review) ) . Very Important Paper
(VIP) |Z&8IZNT=b D23 1 4 (Chem. Asian J.
2019, 14,2953) &%,
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