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Existence of twisting in dislocation-free protein single crystals

G Ry Eib OB e T o BLT

LR A BT A
PIHREEE W B



1.

Z R R &R T A= MY A XOBERTEMER Z 7 B2 AR ELS L7
BThon, 2oV EnFROREITEFICHBHETH Y, BEZRLF—FT LR 5TV
W TREE, pH, IR EOFERLERIFEDO DTN RENIC L o T, KEfmEE DR 521 BLI, fidk
ETHEHELOEDOHEZ 1], SHIT, FEmAICIE 30—80 vol.% b DL ED K F2E A TS, =
O ORBIE, — WD BRSSO 00 1 B O HLERIN N S e I D> D AR D IR T A A Al & K& R
25, TOXI K NI ERERD, BRI EORE DS E R T O, o, ED X D i
Kba% b OONEEFET 5 Z L1, fidPIC BT 2 MR 7210 T <L Z 0N T H ORERTO
BB & Vo TR B W T HIEFICEE TH 5, LovL, ¥ o7 BT E RSBk O 23
LUz, flidh D seMofl it R Mars & OB BERAYRIE 2> D ORFZEI3M D TH 720,

R OSERVET XBREPHEIC L > CGHET 2 Z £ N TE 5, XBEFHITRE L 0T 25 L8 %R
[El 47 &EE PR O 2 SIZ3 I D [2], B FRIEITIE XA RN CELEBELT 55 DT,
TR AR D TRV ESE R RICBNTOREZ 2858 Th 5, — 5T, EEFRRETTITEIC L
B DHDEHTT, BV A 72 EDORMEZL < EATLRKMIIBNTEZZBL TH DL, Z DR
pn & BV A Zfisa A b & Lcya . o PISEET s 132 0BRSS CTHICAE L T
Do LToDo T, BIFEMEIRBIERINDNE I D2 &) Z R OEEMEICH L CEERE
L n, ZOEFEHMEPNL Si. Ge. A YEL RO X 572 2L RS- E B 7255 5 T L
ERH T,

—H T, A TEZ AN TERERD 1O THDH I N a—2AA Y AT —F (GD) FEEICBW T, bk
DFERMEIZHRT 5 X OB ) FHEITRENBII SN TWD[3], ZUTED ., Z o7 B D
RO AEENRE SN, LL, 28 Gl R TEaetomuiEmnEonzon, ToH
HIZOWTIXRIEBE SN TV, £o, INETICLEMER Y 7 Bk %E B LB RkiE
HHRPTHRBE SN TND DD, Gl & AR FTEEMEDEmNZ /37 BfEmITR BT,
INHOEMIE, ¥RV EfEROSERMEDOEIEN TSI SN TV a2 SICERT 5,

Z Ny BRGSO SERMEOEIFEMEINC AT T, B0L 78 & Ok N O K[ O BRAERCHE i O i FEAT
TEETH D, FENOXRMGEETMET 2 FED 1O X B NRI T 740 ERH D24, ZDOTFET
X, WA OERAL & W o Tk F R Z IFRE TR T 5 Z LidTE 5, Fo, IMERELZFIETD
LT VBNV XBNRT T 7 4TI, MR AERUNEE S 2035 X #R CCD H A 7 Tl T &~
NIRRT T 7B EBET 5L T, fERNOBN RO 5% I TR T 5 2 L TE 5[5],

RAFFETIL S X7 B G DSERMED R T T, a2 % v N7 B OIRICHE
H L7, GLASAIEE 1@IZRmd & 9 RERIRD Gl i FIZ ko> T ST %, AAFZETIL GIL 70 1
ERIBRICERIRY FCh D7 =V F o (K 1(b) TR SN [7 = U F k5] OB YEHA X R
KT T 7 0 EEToT, FERELT, 72U FURRICBWTYH, Gl fsh & Rk R S osaett
WCHSET D X BOBAANRIRENERN SNz, Lo T, Z R0 8y FOERR 2RI 5
EVEOERTHDHZ L ER LT,

DT, O A FRET D72 IERRRIGIRD & R 7 By TR S LTz ) ) F— Ak &
H 2T URERRIZBW T, FRROREZIT o7, ENENDOS TR EZ K 1(c), (ITRT, fRke L
T, FERFRRTIR D53 T THERR STz & VX7 BRI O TIE, Bk XL 95 7o f O 52 MR I TR
INehoic, —H T, 2D OREE T, EFBMEECE 1 BAMEE CIIBI T 22l ti
DIFAERA B MNC Lo, ZHLH OFERIL, fidh AT 2 50 T OIERITFRIED S il D 52 2D IR Th



DAREMEZ R L TWD, £, Z U7 BRSO el - 325 2 & T manBE e i S
o,

K 1. # o7 BT O
@7 Na—xA I A5—B@Gl), D)7 =V F @) S F—Ah DFUV~F



2. KB

D 7= FiEdofER

AFFFE Tl Sigma-Aldrich #E2> H A L7z 7~ Bl k0 7 = U F U iR a3kt & L TRV,
7 = U5 1.06 mg/mL, FEfe-FiET Y U ANy 77— (pH5.0) 0.2 M, Bl NI 7 A 125 mM
WCHHRLL, N X7 Fay 7EEAOCTREROEREITo 72, KIZ, B oo 2k & L,
HIEOH TRV —RNICE LEZ THRELXIT>7-, 20 °C T 2 HFEHEIEL 2L T, 150
pm R ORESE AT B LT,

2) UV F— Ak DR

WX Ray FEZHAWTIEG Y Y F— L OERZ T o7, SBHIITE L7 A v a8
FMFER R BB LT I TA T AT RREHEN DALY Y F— 2R E W2, RERKIX
U Y'F—1 40 mg/mL, FEEE-EEET KU U ANy 77— (pH4.5) 0.1M, H#fkF U 7 A 05M I
L7z, 21 °C T1 HEFE S22 & T 100 um fRE QS 3MSF Diviz, WIZ, B o itms
ffiem s L. BIEOY VAN X —NTHEEEZIT>72, 23 °C T 1 HE#HEIE5Z LT, &
KT 3 mm DOfEEAEF O,

NXMMNRTT T 4« FTUXNVINKRTT 7 4 W E

JIE X R oL F — I g seRERE © PF BL-14B 3 X O BL-20B (28T 23 °C Tfio7-, #
272l f8 2 X 2 1R, S O AR R Z VTR 1.2 A lcHEf L, AR X#E Lk,
E— At X 3x5 mm?2 O AR X #a T, ffmBROMEEZITo7c, TVFNVXBINRT T 7 4
HETIE, M aEEI=F A= —ICEE L. 77 v 7 Mt Otz — i CHUhRlEE S H, 100
WREOHR LT XL X INRT T 78% X #t CCD &7 A% (Photonic Science X-RAY FDI
1.00:1, effective pixel size: 6.45%6.45 pm2) THFG L7z, 5OVl MR 7 7R AT 52 &
W&V, myX 7 h—7 0N HEE FWHM) CE—27BORML 021707, IHIT, Y
T =T ERNTINGDY Yy BT BEER L6l £72. X # MR T 7 4 BIEIZITE 0 E
HEXH 7 4V (Agfa D2) #HWiz,

Monochromator CCD camera

X2 TOHNVIRT T T 4 BIEDOEBREE



3. WFTERER - B
1) BRIR - CRERR SN T2 VX BHRESR D X N R 7 7 ¢ JI7E

BoN7 = U F Uk OB EB 2K 3@ICRT, 150 um FBEO#EEOERIZ KT Lz,
Flo, 7=V FUREROBARN A 3DIRT, 7=V F URERICIE SUWER (8 I 03 Ekeic
LT 288 BNEELTND I ERHERTE D,

WIT, B HEHAETHRE L7 =V FURRED MR T 7 75 %K 30, (DIZFT, EHH0 bk
N7 T 7BRIZBNTS, fidaD < SOHEBTTHHmABIE Sz, —RIZ, TaMEMmICBIT 287
FEIEPTCIE, XBOZERELZ LV MmO < SORERICB W T T mNEL S, £2C, 8%
FIEHTEEERIC DN T, < SWIBTEIO R SITHIG U7z T-U6E O 5 BF A fghit L=,

3(e). (TR R & N 7=t o [T D Z4b, 30, (hZE) R E T E R 2> 5 T
END T HHRE OB 2o~ ™, BEIFTAEMNEICBO T, TEROAKE AHNETICRVN—%%
ML, LERST, 7= U FUfifh Tl X BROB 2R XERICA T TR Y GG & (A
B2 TH D Z N LMNE oz, 2O ORI EWKT 5 & /37 -1 OxH
PEMTERAE S ORIECH D aTREME 2 R LT\ 5,

(a) (b)
;001

a 100 ""'\ b m
> a 100 010 S T A 4
100 um b 010 1= \’ < é Uﬁ/'ﬂam

Top view - Side view
© 0
W = —198.58 ¢ i e s i W =-132.38] i}
£ NP SRR ek S SEAS 3 XA .0 A

torri
(9)
vvy

Intensity (a.u.)
=
Intensity (a.u.)
=
Intensity (a.u.)
Intensity (a.u.)
=

0 20 40 60 80 0 20 40 60 80 0 20 40 60 80 0 20 40 60 80
Position [um] Position [um] Position [um] Position [um]

3.()7 = U FURSRONRZEMSESR., OIERR, (@) NS T 74,
FHED I b T R FD(e)(Q)EEBE & (H)(h)FRFE



2) & LY EREEICRT DN R Lol

FIROBFEER LY. X o0 SR T D ¥ XY By ORFREIC B K
THAEEMERD D, 2T, RN EFFO X RGOS D Y VT — LG5I
H9 5, X 4@ICESNTZIET Y V) F— LG O S BAMEES 2 7, fE & s U 7 s B
BREOZ N0 D, BONTREEK AD)O XS ICEEL, TYXNNRT T T A EEIT T,
BB Y TF—LfEEOT O H VX NR T T 71 (sliceimages) %[ 4@~ d, KHFOEWT
A RO N T A NIEPTRE OROEEZ R LTV D, BUNNRlis X5 & 7T v ZaliiE T
TR D Eb k0Bl ST, B0 ED L Fidfsa OB G m & X —8E 7, fdolHEis
i & AT B~ LT\ D,

(a) (b)

5 ? ( ) Ing:ident rotate
) e eam
J o W

(c)
IIIIIIIIIIIHIII"IIIIIII

Lower 6 Higher 6
X 4. () EFH & Y Y F— AiEdh O X FBEMSER
(OBMTZNREE & (b)T VANV XMRIRTZ7 78
FFBABUGE TH D R — L3 —1F 500 um (ZXFIE LTV 5,

ZOX D BRI 5@IRT L ISHEREOR LI L > THATE 5, £Z T, fmOMmE L 12
CNDOKREEEZFRDL OIS, TUZL X BINRT T 7RO 21T o712, BREbEETI L
XHpIRZ T 7 (median 1) #X 5MITRT, HIE LY Y F— AFERITEEAL 72 E DO RIED 720
BB TH D I EPMEGERTE D, Lo T B0 W EE R ERICB W TH R UNATE
FELTWD, I, K 5ICEHrAEMED~ v © o 7 amd, £z, K 5D AfEKIZ BT 5 E
PrAEMEOZELZ K 5IZRT, ZHDHDR KD | BHTAEME D RO ¢ #lZih - TEfiry 7D
—RRIZEL L TWD Z R bnd, THUTHIE L IES Y Y F— AR — 72 U FIE L
TNAHZLZERLTWD, EFTAEMEOZEIOEZ TR TNOKRE SIZRHELTEY , Ao
X XX 1.4X105 °m & REED bz, ZhE TSR OR CAICBET 2581 100 4ELL Eich iz
STITLNTEY, HOFIHFET D0 TR D 25%LL i Uit Tnsd E W72 KR TRIS &
57, L L, 236 ORI F B OE T M CHER T & 2 K& Ui (10855 104 °/pm)
IR BTV D, AR S 72 CHuidtisd THuh e 7o SERBRMEE 72 £ Ok R U filE
FETEBRET S ZENTE RN, S, TV XBMERTT 7 0ECX 0 FERIVED SR
TERWHUNeA L OB R THIO TRl L7z,



(@)

(710)\
c axis — _
~ (001)
] (d)
0.016 0014
£0.012
0.012 %0.010_

0.008 2.0.0081

% 0.006
1004 & 0.00411.4 X105 °/p

400-200 0 200 400
Position [um]
X 5. (R LN THWBRERDET IV, )T VENVIRT T 7#H

OETREMBO~ Y ¥ 7, (d)(c)D BEER D EIYTA BB D1l

Fio, a2V A XOETERY YV F— LFERICB W TRIBEORIE & fjiT 217> 7=, WIE L7z 55
EOFERmIT T N TAEEZIZR LTV, BIZFEREYT A Xt Lo RE SOKRERT, 2
T, KSR A XIFEMAF ORI AR L TND, fEidm A X0V h3nEE, Atk Enen
DB D D, FEL YA XDV S WG EITITIERIFRR 5 F OTIRZ Sk L TR LB TN D &
fEFRCTE 5, —J T, Mgt A XABRKREWVIZE, ACIITNIV, T, A LITO D5
PRI AL E R, fERE L EBICh LML D B N5, £/, Ke@@F
DOROT Ty MIFALO W, FO7 1y MIROH HiEmE TR LTS, LTEN-T, 7
UL EERATIZIERIR A 70N 2 & DR T & 5,

(a) (b)

0.0050

o
o

= —

= - ® No dislocation 4| ® No dislocation *

9 4.0 = < ® With dislocation 0.0040 —] | ® With dislocation

5. ] 1 * 4

_5’3'0 - ® o siel{on), 0.0030 — .

» c—| -

220 o P : I ?

2507 b2 : = 0.0020 i* k]

o

210 — - - -

2 . . t‘ e® oo 0.0010 —

%’00 ] I ] I ] I ] I ] L} I 1 I L] I L} I ]

= 0 500 1000 1500 2000 2500 0 1 2 3 4 5
Crystal size [um] Magnitude of twisting [x10° °/um]

Bl 6. LCHEGWVE@EETA A (b)r vFx 7 h—7 OFEREDIEE

EHIZ, KeMIZrRT LHIC, RLIUIHKEOWEHMIOIED 1 >Thdr vy X 7 h—T7 D
HEIE & b KWV Z R LTz, RUNAAVNESWIEEBERE O | fEROMERE N L350
5o EHIT, TS OAEBIERE KM TH DEALOFEITITKIE LRV, LER- T, Mo
CNEHIET A2 LT, SOREHOMER ERHfFIhD,

FREDRIEZE X 7~ F U B W T T2 & 2 A, U Y F— AR & FRRE OB/ N3 L
B Shi-, — T, MO TEMER 2FEEDOZ LS (GLEERE 7= U F Ui Clikh
USRS e o Tz, BEHTIER7Z X512, AUNOBRAISN ) Y F— L0108 U~TF 0y



TIXWORIR (7 av v B ThHhoroIzxtL, GL o1& 7=V F U a1IidERo X5 aEmn
KFRIEZ RO Th D, Z o3 7 BRSO N2 i CHUIHS S 2 AR T 5 53 1 O IERTR 72 TR I
roThlEEZENTWDE EEZ LD,

INETIZ, ALNAEROERE L TH T XIGTH D b AN LR OIS ) O FE 7 LAY
(extrinsic) BERIZ K DEE A I A D= X AP/ EIETNDHEOD, KFER72 B3 %L RHE 720
JEIIRER EICH D, FTFE, RSN UNDHIER E LT, [geometric frustration (&%)~ 7 &
L —3 3 ) mechanism] *233 I 2L —2 a3 2o TREINTBl, ZOA =L TIE, &
F-DIERFRIRIEARIC L » TRESR AR TN D & WV 72N (intrinsic) K-> % 0 RS 1 H RO FR
BLODFHEMAAEER & Vo T JRBA 2 BRDRE ST, RIFSEIEE OBEE DL U T o FERAY
IRAEHL & 72 D ATREMED B D o

PLEXY | B 72 v m a7 & 2 37 B R OMUN 2R T OB O TRlRE Lic, 2D XD
RARATNBFEROMER FTZ25EEILTND ZERHALNIR-T2, KIETHLRALNDRIFEE
fREA L, R RAT v 7R UNORIEZITH 2 & T, BB REROBRIEOMSIBHRHFTE 5,
AIFFRNL S R ERER DRI ST @B R B AR D b Dk 2 22 BRI VW CEEE R A
RICRDEF A D, SHIT, ZOWNRTNDOIRIT, & R 7BiERIZIR S T2 < DI PRie s+
POAER SN TN DHEHO— B THH L 2R L TEY, RFEEZHVWTERZMLAT
WRNE L DR CIFER DI R DTN D Z LRI s LD,

4., F& ¥

1) ERRZ X7 EOREIZR W T, 8RR RS OBLIINIC AL LTz, BRIR 7237 37 Eif
fa DSTERMEDEIETH D EEZ HiILD,

2) FERIARZRTGIRD 2 X7 B DORERIZEB W T, A ORUN 2 A oG HER THID TRZh L
7

3) WUNRRUNDFENKEOMWEEZKTEELH I THLHZ LER LT,

4)  Z R EREROBUN R AT 2T 2 0 F OB RIIRIC L > THl &R Z ST
WnEEZLND,



(1]

(2]
(3]

[4]

[5]

(6]

[7]

(8]

2% 3K

N. E. Chayen, J. R. Helliwell, E. H. Snell, Macromolecular Crystallization and Crystal Perfection (Oxford
University Press, Oxford) 2010.

A. Authier, Dynamical Theory of X-Ray Diffraction (Oxford Science Publications, Oxford) 2001.

R. Suzuki et al., Analysis of oscillatory rocking curve by dynamical diffraction in protein crystals. Proc.
Natl. Acad. Sci. U.S.A. 115, 3634-3639 (2018).

D. K. Bowen, B. K. Tanner, High Resolution X-Ray Diffractometry and Topography (Taylor & Frances,
London) 1998.

D. Liibbert, T. Baumbach, J. Hartwig, E. Boller, E. Pernot, um-resolved high resolution X-ray diffraction
imaging for semiconductor quality control. Nucl. Instr. and Meth. In Phys. Res. B 160, 521-527 (2000).

R. Suzuki, M. Abe, K. Kojima, M. Tachibana, Identification of grown-in dislocations in protein crystals by
digital X-Ray topography. J. Appl. Cryst. 54, 163-168 (2021).

A. G. Shtukenberg, Y. O. Punin, A. Gujral, B. Kahr, Growth actuated bending and twisting of single crystals.
Angew. Chem. Int. Ed. 53, 672—-699 (2014).

E. Efrati, Geometric frustration in molecular crystals. sz J. Chem. 60, 1185-1189 (2020).

R#E

FOENVXBIRT T 7 486 R XBRNRT T 7 ¢ L03 XREP 2 AV CTREm N o Kz
BETHFETHD, TUXNXBIRT T 7 0 WETIE X BRHERICT O X U fitigs 2 Av
HZ LT, 7Ty s ET O R ELE BRI L, v— b Z e — L7 SR ORGSO RE
izd22LNTED,

geometric frustration (%A 7 5 X h L —¥ 3 ) mechanism : fiEAR N D A =X L
D1OL LTIHFRESNTND, LaTgry s (FRIZU-7) EHICE6n5 b 0) i
ROGELITRRY, BEFoT) 0 TREED L o FRICET B2 misfit R 5720,
FAT =N TRUNPEL D, —H T, 20X R CHUTRER PRI & 1378 LIt
WCTHDHD, MmARELE EBIEMT L Ialb—rvalilioTREINTVD,



7. wm3LU A b

EECi

[1] Marina Abe, Ryo Suzuki, Keiichi Hirano, Haruhiko Koizumi, Kenichi Kojima, Masaru Tachibana:
Existence of twisting in dislocation-free protein single crystals. Proc. Natl. Acad. Sci. USA 119, 212084611,
2022.
(Impact Factor: 12.291)

[2] Marina Abe, Ryo Suzuki, Kenichi Kojima, Masaru Tachibana: Evaluation of crystal quality of thin protein
crystals based on the dynamical theory of X-ray diffraction. [UCrJ 7, 761-766, 2020.
(Impact Factor: 5.401)

i

[3] Ryo Suzuki, Marina Abe, Kenichi Kojima, Masaru Tachibana: Identification of grown-in dislocations in
protein crystals by digital X-ray topography. J. Appl. Cryst. 54, 163-168, 2021.
(Impact Factor: 2.995)

[4] Ryo Suzuki, Chika Shigemoto, Marina Abe, Kenichi Kojima, Masaru Tachibana: Analysis of slip systems
in protein crystals with a triclinic form using a phenomenological macro-bond method. CrystEngComm. 23,
3753-3760, 2021.

(Impact Factor: 3.117)

[5]1 Ryo Suzuki, Marina Abe, Keiichi Hirano, Kenichi Kojima, Masaru Tachibana: Rocking-curve imaging of
high-quality protein crystals by non-dispersive X-ray optics in the double-crystal configuration. J. Appl.
Cryst. 55, 1111-1115, 2022.

(Impact Factor: 2.995)

[6] Saori Matsushita, Ryo Suzuki, Marina Abe, Kenichi Kojima, Masaru Tachibana: Diffusion coefficient of
intracrystalline water in intrinsic hen egg-white lysozyme crystals determined by confocal Raman
spectroscopy. J. Phys. Chem. B. 126, 9000-9007 (2022).

(Impact Factor: 3.466)



8. TFRIER

EFREE

[1] Marina Abe, Ryo Suzuki, Keiichi Hirano, Kenichi Kojima, Masaru Tachibana
Observation of twisting of protein crystals by X-ray topography (FEHFEZE « 7N A X —FEF)
2019 4 12 H 17 H 16th Conference of the Asian Crystallographic Association

[2] Marina Abe, Masaru Tachibana

Mechanical properties of protein crystals ([ 8H7E )
2018 4£ 9 H 13 H Yokohama meets Padova: Forging links among PhD students in Physics, Material

Science and Technology, and Psychological Sciences

il 3 {1

ENT

[3] BUEBiiPRss. enAkuE. VB — /NREEHA. NS, W
FEERA R - ERRRERICIS T D & VXY ERESR OWUN e A TV o Bl (HERRR)
2022411 A2 H 551 ERERREENS#H (JCCG-51)

[4] PUEBiiBess. gaAkuE. BB NREEHA. NER—. W
FEAE IR IZ I D ¥ LRI ERE OWU N2 R T o8Bl (DFARER)
202249 H 14 B A AMEL T2 2022 FFFkFE RS

[6] PlEbEEzs, gnARvE, FERE— /NEik—. W
fErm RIS 1T D & R B RmOBUN R A U OBlEE (DEE%ER)
2021 4F 10 H 27 B 26 50 [EIfSd R ENS# (JCCG-50) X HBIEREREZE

[6] BaEBiiEezs., $aAkuE. /hEk—. Wk
S XBRE SR T T 7 412 8D & X7 B O TR OREATIC 5D < SERMERHE (R EERER)
2020 - 11 H 28 H 50 2 52020 ) EE 4

[7] BUsBifiBRss. $aARuE, /NEdk—. Wk
X#NRT T 7 418K D5 X7 G GO T ORI RS < SERMERHE (REEFEE)
2020 4F 11 H 11 B 55 49 ElFs R ENS#E (JCCG-49)

it 3 1



