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To reduce CO, emissions, it is essential to applicate supplementary
cementitious materials (SCMs), such as fly ash, granulated blast-furnace slag,
and silica fume, that can partially replace cement. Despite the diversification in
cement composition, the volume fraction of calcium-silicate-hydrate (C-S-H)
still accounts for more than approximately 50% of the total composition of
cement hydration products. Due to the abundance of elements capable of
modifying the C-S-H structure in SCMs, such as aluminum and magnesium,
there are various types of silicate hydrates in cementitious materials (Fig.1):
aluminum-incorporated C-S-H (C-A-S-H), magnesium-incorporated C-S-H
(M-C-S-H), and magnesium silicate hydrate (M-S-H), respectively. These
silicate hydrates affect the mechanical properties of cement paste according to
the ratios of constituent elements (i.e., Ca/Si, Al/Si, Mg/Si, and Ca/Mg) [1].
There are three distinct periods during C-S-H carbonation, including a
dissolution period, a diffusion period, and a slowly ongoing reaction
period. During C-S-H carbonation under atmospheric conditions, C-S-H gel
transforms into an amorphous silica gel and various polymorphs of calcium
carbonate, such as amorphous calcium carbonates, calcite, vaterite, and
aragonite [3]. Due to the heterogeneous and amorphous characteristics of
C-S-H gel, the carbonation kinetics of interatomic structure of C-S-H and the
correlation between chemical decomposition and mechanical properties
remain unknown [4]. Furthermore, the carbonation kinetics of other amorphous
silicate hydrates in PC-based materials with SCMs, such as C-A-S-H and
M-S-H, still remain unclear. Therefore, this study aims to investigate the
carbonation kinetics of silicate hydrates and the relationship between
interatomic structural changes and mechanical properties of amorphous silicate
hydrates after the early stage of carbonation via jn-situ loading synchrotron X-
ray scattering experiments.
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Results and Discussion

After 10 min of carbonation, the peaks of MgCO, and CaCO, were detected as
shown in the total X-ray scattering patterns. Furthermore, the intensity of the
hump within the Q ranging from 1.5 to 2 A increased, indicating that the
depolymerization behavior of silicate chains in M-C-S-H was more apparent
than that of C-S-H pastes. The interatomic distance at 2.4 A regarding the
calcium layers slightly decreased while that of the M-C-S-H phases almost
unchanged after 30 min of carbonation. The peak intensity of interatomic
distance between Mg and O increased. The PDF peaks according to the
interatomic distance of Ca-Si (3.6 A) decreased while that of M-C-S-H phase
increased. These results show that the structural transformation from chain-like
structure to plate-like structure due to the Mg substitution can reduce the
decalcification behavior of C-S-H under carbon storage conditions.
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Pair distribution functions of (A) C-S-H pastes and (B) M-C-S-H pastes after

carbonation curing time of 10, 20, and 30 min
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