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Figure S1. Atomic displacements of the Raman-active modes of bilayer Ti,C. The optical
modes with the same irreducible representation are labeled according to their frequencies.
The cross (dot) on the atom corresponds to vibration direction pointing into (out of) the
plane, and the arrow corresponds to the in-plane vibration. The in-plane (out-of-plane)

vibration amplitude is illustrated by the length (size) of the arrow (circle).



Table SI. Raman tensor elements a, b, ¢ and d for monolayer Ti,C.

Wave Length 532nm 633nm
a(a.u.) 14e41°) 48e84°)
b(a.u.) 74 (<137 ) 11 e>707)
c(a.u.) 24e2°) 172e-*23")
d(a.u) 466038 ) | 40e22")

Table SII. Raman tensor elements e, f, g and h for bilayer Ti,C.

Mode A(133cm™) A1(337cm) A(355cm™) A(553cm™) A (554cm™)
L\Zf;fh 532nm | 633nm 532nm 633nm 532nm 633nm 532nm 633nm 532nm 633nm
o | 122e086° e e o . o o o s

e(au) | 45¢00°) : 356011 | 11060722 ) | 28e(21°) | 46e(76°) | 33497 ) | 0eCIST) | [15e0:52) | 51et#29°)

flam) | 346045 ) | 266051 ) | 356001 | 1406036 ) | g8etesit) | g3etas ) | 20evan) | TS greeias) | go7e0me0)

Mode E(56cm™) E(252cm™) E(263cm™) E(668cm™) E(669cm™)

ngsgfh 532nm | 633nm 532nm 633nm 532nm 633nm 532nm 633nm 532nm 633nm
(_

g(a.u.) i?: y 94¢(-ix88° ) 31elx44°) 70eC57° ) | 92al48" ) | 1736497 ) | 171e(¥847 ) | 9Relix48° ) | Qgelixsa” ) 53e(ix49° )
(- ix51°

h(a.u.) 5677? ) 1476)( ! 56e029°) | 12601207 ) | 14026 ) | 20g(*347) | 28e@21") | 56e(X797) | 14667 ) | 28e(1x697)




