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Yrnosble pacnpeaeneHna npyu MOHMU3aLUU MONEKYN

The experiment
(a) seen by the scientist (b) seen by the molecule

fixed-in-space molecules
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EuXFEL,
cold-target recoil-ion momentumspectroscopy (COLTRIMS)
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KoHdurypauma monekynbl soabl
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KoHdurypauma monekynbl soabl

AO

IMotenunan IMoTeHuuan IMorenuuan
O0bekT Koudurypaus MOHN3aLUH MOHN3aLIH MOHH3ALIH
2p obonouxn, Ry | 2s obonouku, Ry 1s obonouxu, Ry
H,0 OcHoBHOE 0.92 2366 39.67
COCTOSIHHE
BlsCiz=+{) | OcBoEROE 2.13 34 412
COCTOsIHIE
HO 0.95 2:5 39.55
0 1s°2s°2p* 1.04127 2.14444 39.45738
1s°2s%2p’ 2.26655 3.37679 40.99051
(o} 1s%2s'2p* 2.26024 3.37251 40.96075
1s'2s*2p* 2.64957 3.70696 45.14613




KoHdurypauma monekynbl soabl




Op6utanu H,0** S=1
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NocTaHOBKa 3a4a4u

O6nyyeHne MmosieKy/bl BOAbI
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Pe3ynbTaTt ANnA KYTOHOBCKOro B3pbiBa
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Pe3ynbTaTt ANnA KYTOHOBCKOro B3pbiBa

T. Jahnke et al. PRX 11, 041044 (2021)
100 ' '

50

py, a.u.

_50 ]

py, a.u.

100

80

60

40

20

0

-20

-40

-60

-80

-100

L L D
| . —eo—0(0 _
n m = mH]Q[O]=2
u = = mH]Q[O]=4]|

m ® mHIQ[O]=6
|| | T R T (I .)-
60 -40 20 0 20 40 60 8

pX, a.u.

0



locTaHOBKaA 3a4a4u

JBONIIOLUA MONIEKY/Ibl BOAbI

BaneHTHOM
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Pacuetbl M3

Pacyetbl [M3 ¢ wncnonb3oBaHMEM  OPUTMHANBHOM
nporpamMmmbl, anpobuUpoBaHHOM Ha pacyeTax KPUCTaNaoB
BeO, Be(OH),, Be@C,,.

JHeprua 2/1eKTPOHOB B  Noje  agep  MONEKyAbl
paccumMTbiBanacb B HEOrpaHMYEHHOM MpuUbAnKeHUU
XapTpu —PoKa

(unrestricted Hartri — Fock, UHF) c yyeTom 3neKTpoOH-
3NEKTPOHHbIX KOoppenauumn BO BTOPOM MNOPAAKE TEOpuM
Bo3mylleHnnt (MP2). Wcnonb3oBanca pacluUPEHHDbIN,
YYUTBIBAIOLLNIMA KOPPENALUM U BANEHTHYIO NOJIAPU3ALMIO,
Habop MmoneKkynApHbIX 6a3nCHbIX GYHKU NN

quadruple zeta aug-cc-pVQZ.

[OnAa KOHTpONA pe3y/nbTaToB BbIYMCAEHUM NPOBOAWNNACH
CBepKa C BbIYMCNEHHbIMMU C MCNO/Ib30OBaHNEM
nporpammHoro nakera GAMESS metogom ROHF ¢ yyeTom
Koppenaunn metogom MP2 B 6a3mce aug-cc-pVQLZ.

A. Artemyey, A. Bibikov, V. Zayets, and |. Bodrenko, J. Chem. Phys. 123, 024103, (2005).

E. V. Tkalya, A. V. Bibikov, and I. V. Bodrenko, Phys. Rev. C 81, 024610, (2010).

E.V. Tkalya, A.V. Avdeenkov, A.V. Bibikov, |.V. Bodrenko, A.V. Nikolaev, PRC, 86, 014608, (2012).
A.V. Bibikov, A.V. Avdeenkov, I.V. Bodrenko, A.V. Nikolaev, E.V. Tkalya, PRC 88, 034608, (2013).



PacueTtbl! M3 KaTMoHa BOAbI
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PacueTnbl! M3 aAukaTtoOHa BOAbI
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YacTtoTbl KONnebaHuu nssaedyeHHble us MMN>3

H,O (Z = +2) Hy 0 (Z = 42)1s~1 HoO(Z = +1)1s72 H>Q{Z = 0)
Mode GAMESS harm! anh cub qu | harm anh cub qu harm anh  cub qu |(harm anh | cub qu
SCys 636 677 729 13 38 735 718 -7 —10 1314 1249 —69 4 1626 1608 —21 3
sym 1673 1679 957 =998 276 907  —4* —437 —474 | 3603 3404 —418 218 | 3846 3673 —363 190
asyml 1144 1155 533 —1111 489 — — — — 3628 3427 —441 240 | 3973 3807 | —369 203
HoXXHUYHbIe CUMMETpPUYHbIE aCMMMeTpPUYHbIe

Auncnepcma KOOpPAUHATbI U UMMNYAbCA

1//m;w; VMW,



BanaHue pasHbiXx mog KonebaHUM B NPOCTON moaenu

be3 pasmbITuA
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AHanus ponu pasnnyHbix mopg konebanum H,0
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PacnpepeneHne MoOHOB KUCN0pPOAaA NO 3apAfam

CeueHune MoOHU3aUUMN Pa3/TINYHDbIX obonouek
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MprnobpereHHaA KMHETUYECKaA 3Heprusa

p. P . Pg
2m, 2m, 2M,

Kinetic energy release (KER) =

0.04 .

0.03

Z 0.02

0.01

pulse, = | exp(—t*/T?), F =3-10"ph/mkm’, FWHM =20fs
pulse, = I, exp(~t* /7 )+ I, exp(—t* /T3), 40%(10 fs)+60%(40 fs)



CpaBHeHue c SIKCNepuMmeHTOM
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NOoHbI KUCnopoaa BbICOKOM 3apAAHOCTH
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NOoHbI KUCnopoaa BbICOKOM 3apAAHOCTH
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9BONIOUMA 3aPAAO0BbIX COCTOAHUMN

t, a.u.

0 2000 4000 6000
100000 . . T
[ 7 |__
|\ e
)
; N-state (t)
80000 |~ : oo () —
! /] ee-- ;
| ! V-1
g V-1 +2H+
!
60000 [~ ] 4 - —
! N K-1 +2H+
I 1] s
o L § ] iy Sy -
| V-2 +2H+
40000 |~ FFP TN e K-1V-1 —
) 5 K-1V-1+2H+
L, ! 4
i MR eeess K-2
14 K-2 + 2H+
20000 — / —
K Impuls form
(4 S
| Iy el T - - o o

CKopoctu OxKe-pacnagos :

150

Py, a.u.

SCH 7.01 - 107%(LL), 1.36:1073 (LV ), 2.04-1073 (V V)
DCH 2.164 - 1073 (LL), 4.62 - 1073 (LV ), 6.39 - 1073 (V V)
The Journal of Chemical Physics 136, 144304 (2012):

1.51-10%,1.4-103,3.8-103,and 7.65-10% 3.6 - 1073, 11.6 - 1073,

80

60

oo . K2 (33%) 1

T .'-eg

LB V2 (67%)
B K!' V! (4%)

~5fs
~2 fs




Ponb pAntenbHOCTU MMNyAbca
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Ponb pAntenbHOCTU MMNyAbca
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BbiBOAbI

Pazsuta mogensb [XKITP, Tom 166, N2 6, (2024) c. 759-770 ] onucaHna ¢pparmeHTaumm Boabl
nopa, AeucTesnem 31eKTPOMArHMTHOro Noas, U A0CTUIHYTO Xopollee cornacue
3KCnepumeHTanbHbiMM AaHHbiMmu [PRX 11, 041044 (2021)] :

Mony4yeHo pacnpeaeneHne MOHOB KMC/I0poaa No 3apasam, MPpoMOoAenNpPoBaHbl UMMNY/bChI,
npmnobpeTtaembie NPOTOHAMM U KUCAOPOAOM MOC/E pasieTa NPu PasMYHbIX 3apsA0BbIX
TPAEKTOPUAX IBONOLUM MONEKY/bI, ONPEAESEH BbIXOA, KNHETUYECKOM SHEPTUMN.

PaccunTaHHbIE U U3MEPEHHbIe AnarpamMmmbl HblOTOHA AEMOHCTPUPYIOT MaKCUMYMbI U Wnend
CoObITWNIA, COOTBETCTBYIOLLMX NMPOTOHY, BblNETEBLUEMY B TY XK€ NOJIYN/IOCKOCTb, YTO N UOH
Kucnopoaa. B To Bpema Kak OCHOBHbIE MaKCMMYMbl POPMUPYIOTCA 33 CYET KY/IOHOBCKOTO
TPEX4YaCTUYHOrO pa3neTa, wiaend onpeaensierca pas/IMYHbIMK KonebaTtenbHbIMM MOAAMMU HEN-
TPaNbHOW MOJIEKY/Ibl BOAbI, €€ KAaTUOHA N ANKATUOHA.

U3meHeHMe AAUTeNnbHOCTU MMNYNbCA NO3BONAET B3rMAHYTb HA AUHAMMUKY MONEKYNAPHbIX

cBa3en bonee rnyboko:

DCH cobbiTa AeMOHCTPUPYIOT MEeHbLIE AMHAMMKHK, B TO BPEMSA KaK NPOLLECCHI, U
BA/IEHTHYIO 060/104KY, BOBNEKAIOT 3HAYUTENbHYIO NEPECTPOMNKY MOJIEKYbI.
NccnepoBaHa posib ANUTENBHOCTU MMNYAbCA: (a) ¢ yBeMYeHNnEM ANNTENBHOCTM MMMYbCA
noasnaeTca bonblie MOHOB HeYeTHbIX 3apsaaos; (b) ysennyenme anmtenbHOCTM NPUBOAMUT K

MEHbLIEN KNHETUYECKON 3HEPTUMN GpParMeHTOB 1 bosiee U30TPONMHOMY pacnpeaeneHuo.



Cnacubo 3a sHumaHue!



