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Table S1: Interaction energy decomposition at the RHF/6-31G level of theory. The energy differences under confine-
ment where evaluated at the CCSD(T)/aug-cc-pVTZ level of theory. All values (except φ, a.u.) are given in kcal/mol.

HCN· · ·HCN HCN· · ·HNC

(4,4) carbon nanotube
geometry of inner complex optimized with φ = 0.0 a.u.

ε
(10)
el -109 -112

∆EHL
ex 269 272

∆EHF
del -27 -26

∆EHF
int 133 134

(4,4) carbon nanotube
geometry of inner complex optimized with φ = 0.1 a.u.

ε
(10)
el -108 -111

∆EHL
ex 267 271

∆EHF
del -27 -26

∆EHF
int 132 134

E(φ = 0.1) − E(φ = 0.0) 108 110
E(φ = 0.2) − E(φ = 0.0) 415 419

Table S2: The effect of spatial confinement and geometry on longitudinal electronic (hyper)polarizabilities of the
HCN· · ·HCN complex. The highlighted values are reported in Table 1 in the manuscript and correspond to geometries
relaxed for the indicated potential amplitude. All properties are given in a.u. and were determined at the CCSD(T)/aug-
cc-pVTZ level of theory.

αe βe γe

geometry optimized with: geometry optimized with: geometry optimized with:

φ = 0.0 φ = 0.1 φ = 0.2 φ = 0.0 φ = 0.1 φ = 0.2 φ = 0.0 φ = 0.1 φ = 0.2

φ = 0.0 49.88 49.32 47.94 -28 -28 -29 6.5×103 6.3×103 5.9×103

φ = 0.1 48.19 47.65 46.33 -25 -25 -26 5.3×103 5.2×103 4.9×103

φ = 0.2 44.97 44.47 43.25 -22 -22 -23 4.0×103 3.9×103 3.6×103
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Figure S1: Geometries of studied complexes encapsulated inside (4,4) SWCNT.
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Figure S2: Lowest-frequency mode (n = 1) for spatially confined HCN· · ·HCN complex.
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